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Preface

The development and the application of the lasers have changed over the last almost 60
years, since the first idea of optical maser explored by Gordon Gould in 1956, and have dra‐
matically moved forward all research.

While owning the first lasers was the sole privilege of highly advanced countries in the
world up to the current time, this trend is shifting, and other universities around the globe
are extending the capabilities of their departments and divisions dealing with optics, pho‐
tonics, and lasers and its applications. Initially, the first lasers possessed very low gain in
laser emission, low power in continuous wave (cw) or very long laser pulses. During the last
half century, we have seen how these trends exponentially graduated, followed by rapid
increase in laser power, starting from few milliwatts (1963), watts (1965), kilowatts (the late
1960s), megawatt (1970), gigawatt (pulsed lasers with peak power) (1975), terawatt (the
1980s), and petawatt (first peak power laser) (1996). Exawatt (EW) peak power laser is cur‐
rently under development within the European project called Extreme Light Infrastructure
(ELI) that should be soon ready to deliver extremely high peak EW power laser pulse.

The time duration of laser pulses also evolved from nanosecond (ns) and picosecond (ps)
laser pulses in 1970 up to first femtosecond (fs) pulse from dye laser (1980) and later from
solid-state laser, Ti/sapphire; the femtosecond pulses were obtained in the 1990s. The first
attosecond pulses were reported in 2001 pioneered from high-harmonic generation (HHG)
process.

At present we can speak about two main streams in high-power laser technology. In the first
stream, we can include large-scale laser laboratories whose main task is to possess extra-
high-peak power and/or ultra-short pulse lasers for study of terawatt (TW), petawatt (PW),
and future exawatt (EW) laser interactions, acceleration of particles, or hot dense thermal
plasma for the laser fusion.

Into the second stream, we can include the small-scale laboratories that are using for its re‐
search commercial sources of laser radiation—ns, ps, or fs laser beam.

The main task of this book is to expand the knowledge of the readers in both of these sepa‐
rate streams, which are often perceived as diametrically different and distinct. Why both
streams? The answer is relatively easy; this is due to their common essence—the photons
and light coherency.

This book is divided into six main sections dealing with short and ultrashort laser pulses,
laser-produced soft X-ray sources, large-scale high-power laser systems, free-electron lasers,
fiber-based sources of short optical pulse, and applications of short pulse lasers. In each
chapter readers can find fascinating topics related to the high energy and/or short pulse la‐



ser technique. Naturally it is not possible to include all topics into this book, and neither was
it meant like that. This book should serve as an engaging motivation for the readers to
search for more scientific publications about this fascinating laser era.

It will be exciting to observe what the further development of lasers and its applications will
offer within the next 60 years and how it will influence our everyday life. As the conse‐
quence of the progressive development of these technologies, it initially enabled a day-to-
day usage of the LED diodes for lighting of our homes or LED displays, up to the
applications in nanotechnology for production of electronic chips, in measurement diagnos‐
tics, in medicine, in biomedical technology, in mechatronics, in engineering, in automotive
and aviation industry, as well as for the security and in defense technology.

In conclusion, I would like to thank all of the authors for conscientious preparation and for‐
mulation of individual book chapters that should serve the broad spectrum of readers of
different expertise, layman, undergraduate and postgraduate students, scientists, and engi‐
neers, who may in this book find easily explained fundamentals as well as advanced princi‐
ples of particular subjects related to high energy and short pulse laser phenomenon. Each
chapter has well-compiled references of particular subject, from reviews to more advance
literature, for eager readers who may find more details or further relevant work into each
subtopic.

Finally, I would like to wish all the readers a pleasant experience during the reading of this
exciting research and gaining new knowledge, which hopefully will be used for further ex‐
plorations of this topic, with new ideas, research, and applications for our upcoming genera‐
tion, in peace.

RnDr. Dr. Eng. Richard Viskup, MSc., MPhil., PhD
Johannes Kepler University Linz,

Austria
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Chapter 1

Generation of High-Intensity Laser Pulses and their
Applications

Tae Moon Jeong and Jongmin Lee

Additional information is available at the end of the chapter

http://dx.doi.org/10.5772/64526

Abstract

The progress in the laser technology makes it possible to produce a laser pulse having
a peak power of over PW. Focusing such high-power laser pulses enables ones to have
unprecedentedly strong laser intensity. The laser intensity over 1019 W/cm2, which is
called the relativistic laser intensity, can accelerate electrons almost to the speed of light.
The acceleration of charged particles using such a high-power laser pulse has been
successfully demonstrated in many experiments. According to the recent calculation
using  the  vector  diffraction  theory,  it  is  possible,  by  employing  a  tight  focusing
geometry, to produce a femtosecond (fs) laser focal spot to have an intensity of over 1024

W/cm2 in the focal plane. Over this laser intensity, protons can be directly accelerated
almost to the speed of light. Such ultrashort and ultrastrong laser intensities will bring
ones many opportunities to experimentally study ultrafast physical phenomena we
have never met before. This chapter describes how to generate a high-power laser pulse.
And, then the focusing characteristics of a femtosecond high-power laser pulse are
discussed in the scalar and the vector diffraction limits. Finally, the applications of
ultrashort high-power laser are briefly introduced.

Keywords: ultrashort laser pulse, high-intensity laser pulse, chirped pulse amplifica‐
tion, charged particle acceleration, tight focusing

1. Generation of ultrashort laser pulses

Femtosecond (fs) high-power laser pulses having a peak power of PW or higher are being
produced for the study of laser-matter interactions in the relativistic intensity regime. An
ultrashort laser pulse is generated in a mode-locked laser oscillator in the front and its energy
is amplified in the following amplifiers. The mode locking is a technique to produce laser

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
and reproduction in any medium, provided the original work is properly cited.



pulses having a pulse duration in the ultrashort time scale such as picosecond (ps) or fs [1, 2].
In the technique, a gain or a loss of an oscillator is modulated in an active or a passive manner.
Saturable absorber is a typical optical element modulating a loss in an oscillator. Nonlinear
effect dependent on the laser intensity is used to realize a saturable absorption instantane‐
ously responding to the intensity. Under the saturable absorption, a laser pulse experiences a
lower loss at a higher intensity. As a result, a higher intensity part of a laser pulse grows much
stronger and the temporal duration becomes shorter during the saturable absorption process.

As the pulse duration of a laser pulse decreases, the spectrum of the pulse becomes broader
and the pulse encounters the dispersion effect in the medium. The dispersion effect frequently
tends to broaden the pulse duration. Without any dispersion control device, the resultant pulse
duration is determined by the balance between the pulse shortening due to the saturation
absorption and the pulse broadening due to the dispersion. With a proper dispersion control
device, the dispersion in a laser pulse is compensated and the pulse duration is mostly
determined by the spectral bandwidth of the laser pulse. The minimum pulse duration
obtainable with a spectral bandwidth is known as the transform-limited pulse duration. Up
to date, sub-10 fs laser pulses from an oscillator are generated by compensating for the
dispersion effect with prism pairs [3]. In this section, the basic principle of the mode-locking
technique is explained for generating an ultrashort laser pulse and the formation of an
ultrashort laser pulse is described.

1.1. Short pulse generation by locking phase of longitudinal mode

When a laser oscillator is formed with an optical length of L, the wavelength of standing waves
inside the oscillator is determined by 2L/m (m is a positive integer), and alternatively, the
frequency by νm = m × c/2L (or ωm = m × πc/L). The oscillating frequency in the oscillator is
limited by a gain spectrum and it is called the longitudinal mode of the oscillator. A laser pulse
can be decomposed into the summation of each electric field having different modes, and the
resultant electric field of the pulse can be written as a superposition of oscillating modes:

(1)

In a free running laser, the phase relation among oscillating modes is random and this is the
origin of a short-timescale random intensity fluctuation. The phase relation between modes
can be constant (i.e., νm − νm − 1 = constant) under a specific condition. The situation of having
the constant phase relation between modes is mentioned as “mode-locked.” In this case, the
intensity of the resultant electric field is given by

(2)

High Energy and Short Pulse Lasers4
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As can be seen in Eq. (2), a strong intensity peak can grow in the resonator when oscillating
electric fields are added under the mode-locking condition. This is the basic principle for
generating a mode-locked laser pulse (see Figure 1). As expected in Eq. (2), the pulse duration
of a mode-locked laser pulse is determined by the number of oscillating modes. For example,
a Ti:sapphire laser that typically produces 10-fs laser pulses contains several hundred-
thousand modes in the spectral bandwidth. Up to date, a number of mode-locking techniques
have been introduced to generate ps and fs laser pulses, but the underlying physics is basically
the same and the question is how to realize locking longitudinal modes.

Figure 1. Power at free running and mode-locked operations. When the phase relation is random among longitudinal
modes, the intensity has fluctuation because of the beating among modes (left). On the other hand, a single high peak
laser pulse is formed under the constant phase relation between modes (right).

1.2. How to lock phases of longitudinal modes

In the early history of mode-locking technique, an active loss element operating at an rf-
frequency was installed in an oscillator. The element periodically inducing intensity loss
initiates an intensity modulation at a repetition rate corresponding to the round-trip time. A
periodic loss at a round-trip time forces to form a laser pulse inside the oscillator. This is known
as the active mode-locking technique. Another technique is to introduce a passive-type
intensity modulation to the oscillator. Thus, in the passive mode-locking technique, an optical
element that has an intensity-dependent loss is installed in the oscillator. The intensity peak
in the temporal domain has higher transmittance and energy gain, but a lower intensity part
has lower transmittance and energy gain. The lower intensity part is relatively suppressed by
the intensity-dependent loss when an intensity fluctuation circulates in the oscillator. As the
intensity peak grows, the number of oscillating modes becomes larger and larger in the spectral
domain, and the phase relation between modes is automatically locked to form a laser pulse.

1.2.1. Saturable absorption

Some materials have a property that the absorption of light decreases as increasing the light
intensity. This kind of material is known as the saturable absorber. In the saturable absorber,
the light propagating in the medium transfers its energy to electrons in the ground level and

Generation of High-Intensity Laser Pulses and their Applications
http://dx.doi.org/10.5772/64526
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excites them to higher energy levels. The light intensity decreases as the light propagates in
the medium. The light absorption becomes very weak when the number of electrons in the
ground level becomes sufficiently low, and the rest of light energy almost transmits the
medium. At a time later, the excited electrons spontaneously decay into the ground level and
the number of ground electrons is recovered to be ready to absorb energy from light. This
phenomenon is known as the saturable absorption. The saturable absorber can be divided into
slow and fast saturable absorbers, depending on the recovery time τr. In the slow saturable
absorber, the recovery time is slower than the pulse duration τp and it is assumed to be shorter
than the round-trip time under the mode-locking condition. Most saturable absorbers used as
the form of solid state and semiconductor have the slow recovery property. In a slow saturable
absorber, the intensity-dependent loss is described as follows:

(3)

Here, L0 is the unsaturated loss and Fsat is the saturation fluence. Since τr ≫ τp, the second term
on the right-hand side of Eq. (3), is dominant and the loss exponentially decreases with respect

to the pulse fluence ∫−∞

t
I (t)dt . For the slow absorber, two mode-locking regimes are possible

depending on the soliton effect. Without the soliton effect, a slow saturable absorber absorbs
the leading part of a pulse while the trailing part is less absorbed. The pulse formation is mostly
determined by balancing between the net gain and losses. As a result, a pulse profile becomes
shortened, and the pulse duration obtainable in this case is estimated by [4]

(4)

Here, Δνg is the FWHM gain bandwidth, assuming a Gaussian-shaped gain spectrum, and ΔR
is the modulation depth. As will be discussed later, the laser pulse can be broadened by the
dispersion. Under a proper condition, the shortening and broadening processes can be
balanced. Thus, for a slow saturable absorber with the soliton effect, a short laser pulse is
generated by the self-phase modulation (SPM) in combination with an appropriate amount of
negative dispersion. In this case, the pulse duration can be estimated by [4]

(5)

Here, D is the group delay dispersion (GDD) per cavity round trip, γSPM is the SPM coefficient
(in rad/W) per round trip, and Ep is the pulse energy. Figure 2(a) and (b) shows the pulse
formation with the slow saturable absorber. The laser pulse is formed when the loss decreases
below the gain. The gain can be either unsaturated or saturated during the saturation absorp‐
tion process. Under the unsaturated gain, the laser pulse gains energy quickly in the beginning
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of the saturation absorption process. When the gain is saturated during the saturable absorp‐
tion, the decrease in the gain is slightly delayed and thus the net gain exists for the pulse
formation.

Figure 2. Laser pulse formation with saturable absorbers. The gain is not saturated in (a), but the gain is saturated in
(b) during the saturation absorption process. (c) The absorption is quickly recovered in the fast saturable absorber. The
laser pulse is formed when the loss decreases below the gain.

The absorption by the material is assumed to be instantaneously recovered in the fast saturable
absorber (see Figure 2(c)). Thus, a higher intensity in the pulse center experiences a higher
transmittance and a lower intensity in the side is suppressed by the saturable absorption. When
a fast saturable absorber is installed in an oscillator, the intensity of a transmitted laser pulse
increases in a gain medium at a growing rate of

(6)

Here, Isat is the saturation intensity and g0 is the unsaturated small signal gain. Thus, the pulse
profile is controlled by the intensity, and a higher gain at a higher intensity leads to the pulse
shortening. The pulse duration is given by [5]

(7)

with the assumption of a hyperbolic secant pulse profile. Here, Δν is the gain bandwidth, g is
the gain defined by g0/(1 + I/Isat), and L is the saturated loss. In reality, the fast saturable
absorbing material operating in the femtosecond regime does not exist. Instead, there are
materials having a strong nonlinear effect. These materials can possess the property of ultrafast
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loss modulation that is induced by the nonlinear effect. The ultrashort pulse formation by these
materials can be considered as the mode locking by the fast saturable absorber. In this section,
self-phase modulation as a nonlinear effect which induces ultrafast change in reflection or
transmission is discussed.

Figure 3. (a) Self-phase modulation in time induces the time-dependent phase variation. The lower angular frequency
in the rising part and the higher angular frequency in the falling part are induced. (b) Self-phase modulation in space
makes the wavefront quadratically curved.

When a light pulse passes through a medium, it experiences an intensity-dependent change
in refractive index. This phenomenon is known as the Kerr effect. The Kerr effect can induce
an instantaneous loss modulation and make a medium to act as a fast saturable absorber (see
Figure 3). In order to derive how the Kerr effect is related with the instantaneous loss modu‐
lation, let us consider the refractive index depending on the laser intensity which is given by

0 2 .= +n n n I (8)

Here, n0 is the normal refractive index and n2 is the nonlinear refractive index related with the
Kerr effect. After a nonlinear medium, the phase of the laser pulse is modified by

0 2 .= = +nkd n kd n Ikdf (9)

High Energy and Short Pulse Lasers8



loss modulation that is induced by the nonlinear effect. The ultrashort pulse formation by these
materials can be considered as the mode locking by the fast saturable absorber. In this section,
self-phase modulation as a nonlinear effect which induces ultrafast change in reflection or
transmission is discussed.

Figure 3. (a) Self-phase modulation in time induces the time-dependent phase variation. The lower angular frequency
in the rising part and the higher angular frequency in the falling part are induced. (b) Self-phase modulation in space
makes the wavefront quadratically curved.

When a light pulse passes through a medium, it experiences an intensity-dependent change
in refractive index. This phenomenon is known as the Kerr effect. The Kerr effect can induce
an instantaneous loss modulation and make a medium to act as a fast saturable absorber (see
Figure 3). In order to derive how the Kerr effect is related with the instantaneous loss modu‐
lation, let us consider the refractive index depending on the laser intensity which is given by

0 2 .= +n n n I (8)

Here, n0 is the normal refractive index and n2 is the nonlinear refractive index related with the
Kerr effect. After a nonlinear medium, the phase of the laser pulse is modified by

0 2 .= = +nkd n kd n Ikdf (9)

High Energy and Short Pulse Lasers8

With a Gaussian pulse profile, I = I0 exp(−2t 2 / τp
2), in time, the second term on the right-hand

side in Eq. (8) induces time-dependent phase variation, and the angular frequency is calculated
as

(10)

Thus, after a nonlinear medium, a laser pulse has lower frequency components in the rising
edge and higher frequency components in the falling edge. When a Gaussian pulse having
these induced frequency components is coherently added to the original one, the constructive
interference occurs at the pulse center, but the destructive interference occurs at the edge. The
constructive and destructive interferences induce an instantaneous reflectance change in time.
This leads to the pulse shortening effect in time. Nonlinear coupled-cavity mode-locking
technique introduced as the additive-pulse mode locking (APM) uses the instantaneous
reflectance change induced by the self-phase modulation [6].

A similar phenomenon happens in the spatial domain as well. With a Gaussian beam profile,
I = I0 exp(−2r 2 / w0

2), in space, the phase at a radial position, r, is given by

(11)

with an approximation of exp(−2r 2 / w0
2)≈ (1−2r 2 / w0

2). The phase variation induced by the
nonlinear effect makes the wavefront quadratically curved in the radial direction. This means
that, after the nonlinear medium with a positive nonlinear refractive index, the phase at a
higher intensity becomes retarded to the phase at a lower intensity. The focal length induced
by the quadratic curvature is calculated as

(12)

This phenomenon is known as the self-focusing. Kerr-lens mode-locking (KLM) technique
employs the self-focusing to induce an instantaneous intensity-dependent transmittance [7].
In the KLM technique, a higher intensity part can be separated by the self-focusing in combi‐
nation with an aperture. A higher intensity part in time and space domain has a higher
transmittance because of the self-focusing. As a result, a higher intensity grows as a laser pulse
circulates in a oscillator. The KLM technique forms an ultrashort pulse using this pulse
shortening process. In the technique, a gain medium in the resonator also acts as a nonlinear
medium that induces the self-focusing.
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1.3. Dispersion

When a laser pulse propagates in a material with a length of d, the phase is given by the
refractive index, n(ω), of the medium as follows:

(13)

The refractive index of a medium is a function of the angular frequency and can be expressed
as the Sellmeier’s formula of wavelength as follows:

(14)

with the help of definition, λ = 2πc/ω. Here, B1, B2, B3, C1, C2, and C3 are known as Sellmeier’s
coefficients for material. Because of the refractive index of material depending on the wave‐
length, the phase of an ultrashort laser pulse after material experiences a distortion known as
the dispersion. The dispersion is responsible for the broadening of a pulse duration and the
distortion of the pulse profile in time. In order to see the effect of dispersion, let us express the
spectral phase depending on the angular frequency as the Taylor expansion,

(15)

Now, we define derivatives as

(16)

Because the material has a refractive index depending on the frequency, Eqs. (15) and (16)
show interesting properties when a laser pulse with a broad spectrum propagates in the
material. The first term, D0 = d ⋅ ω ⋅ n/c, in the phase relation represents a phase propagation
in the material. The second term defined by D1(ω = ω0) = ∂ϕ(ω)/∂ω|ω = ω0 is known as the group
delay (GD) that can be interpreted as d/vg. Here, vg is the group velocity and represents the
pulse propagation in the material. The third term defined by D2(ω = ω0) = ∂2ϕ(ω)/∂ω2|ω = ω0 is
known as the group delay dispersion (GDD) that is responsible for the temporal broadening
of a pulse. The temporal broadening by the group delay dispersion is sometimes known as the
chirping which originally means the frequency change in time.

Two kinds of temporal broadenings are possible depending on the sign of D2. When the sign
of D2 is positive, a long (red-like) wavelength component travels faster than a blue-like one in
the pulse. On the other hand, a short (blue-like) wavelength component travels faster than a
red-like one with a negative sign of D2. A pulse is said to be positively chirped when a red-like
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wavelength component travels faster, or to be negatively chirped when a blue-like wavelength
component travels faster (see Figures 4 and 5).

Figure 4. Refractive index depending on the wavelength induces the group delay dispersion (GDD). In the positive
GDD, the long-wavelength electromagnetic field travels faster than the short-wavelength electromagnetic field in the
medium.

Figure 5. Frequency chirping in the laser pulse. In the upper drawing, a short laser pulse experiences the positive
chirping, thus the long-wavelength (red) component arrives faster than the short-wavelength (blue) component in the
laser pulse. In the lower drawing, a short laser pulse experiences the negative chirping, thus the short-wavelength
(blue) component arrives faster than the long-wavelength (red) component. The pulse duration is broadened by the
positive or negative chirping.

Higher-order derivatives in the Taylor expansion affect the pulse profile in time as higher-
order dispersions. Even-order dispersions are responsible for the symmetric distortion of a
laser pulse in time and odd-order dispersions are responsible for the antisymmetric distortion
in the laser pulse. The dispersion control and compensation are key techniques to have a
transform-limited laser pulse with a given spectrum. Third-order dispersion (TOD) and
fourth-order dispersion (FOD) should be considered to be compensated for the generation of
transform-limited pulse.
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2. Amplification of ultrashort laser pulses

The energy of a mode-locked laser pulse with a pulse duration of 1 ps or below typically ranges
from 10−12 to 10−10 J. The ultrashort laser pulse cannot be directly amplified in amplifiers because
of damage issues in optical elements due to the nonlinear effect and the low-energy extraction
efficiency. These hurdles were detoured by employing the chirped-pulse amplification (CPA)
technique devised by Strickland and Mourou [8]. The key idea of the CPA technique is to
temporarily stretch a laser pulse before amplification, to amplify the energy of the stretched
pulse, and finally, after energy amplification, to compress the pulse duration to the original
level. The CPA technique was well demonstrated in many systems around the world [9], and
now it is used for producing the relativistic laser intensity (>1018 W/cm2).

The control of pulse duration is usually performed by an optical setup which uses the GDD
induced by the grating. The stretched pulse duration ranges from few hundreds of ps to
nanosecond (ns). The stretched pulse is amplified in a series of amplifier chain including
regenerative and/or multipass amplifiers. The output energy can be estimated from the Frantz-
Nodvik equation. In this section, the basic principles for controlling the pulse duration and for
amplifying the energy are explained.

2.1. Stretching of an ultrashort laser pulse before amplification

The control of pulse duration using the dispersion was first proposed by Treacy [10]. In the
proposal, two gratings with a normal separation distance of b are placed in the parallel
geometry to induce a negative GDD. The total amount of GDD can be controlled by the
separation distance. According to the Treacy’s proposal, when a laser pulse passes through an
optical setup shown in Figure 6, the group delay dispersion (GDD) experienced by a laser
pulse is given by

Figure 6. Parallel grating pulse stretching scheme. The parallel grating pulse stretcher introduces a negative GDD to
the laser pulse.
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(17)

Here, d is the groove spacing of grating and θ ' is the diffraction angle. The first-order diffraction
is only considered in this case. The diffraction angle is calculated by the grating equation as
follows:

(18)

As shown in Eq. (17), the parallel grating geometry always introduces the negative GDD, and
thus the blue-like wavelength component travels faster than the red-like one. The positive
GDD can be either introduced by installing a telescope in the parallel grating geometry, which
was proposed by Martinez [11]. A telescope is an optical device that induces an angular
dispersion. The GDD induced by an angular dispersion is given by

(19)

with an approximation of cos α ≫ sin α. In the equation, α is the deviation angle at the reference
wavelength and Lp is the propagation distance after the surface of an angularly dispersive
element. When a laser pulse propagates an optical setup shown in Figure 7, the angular
dispersion is magnified by a factor of M, which is the magnification of a telescope. Then, the
GDD induced by the angular dispersion after the propagation of z ' is

Figure 7. GDD control by the grating pair with a telescope inside. The grating pair with the telescope can induce the
positive and negative GDD depending on the total length between gratings. The negative GDD is obtained by L/
2 < (f + f '). The positive GDD is obtained by L/2 < (f + f ').

(20)
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As shown in Figure 7, the propagation distance z ' is given by L − 2(f + f ') and the magnification
by f/f '. The positive GDD can be obtained when L − 2(f + f ') < 0 or L/2 < (f + f '). This condition
can be met by moving a second grating before the focal point F '. In general, the first lens can

be placed at a position of z + f. Then, an additional GDD, d 2ϕ
dω 2 |

ω0 = −
ω0

c ( dθ '
dω |ω0)2z, by an angular

dispersion after the propagation of z should be added to Eq. (20) to obtain

(21)

In many cases, a reflecting mirror can be put after the first lens to reduce the cost and space.
The positive GDD induced by two grating geometry having a telescope can be compensated
for with the parallel grating pair. This is important because the pulse duration stretched by
the positive or negative GDD can be recompressed by the negative or positive GDD. This is
the principle for stretching and compressing an utrashort laser pulse in the CPA technique. In
a common CPA technique, a pulse stretcher introduces a positive GDD to the laser pulse and
a pulse compressor introduces a negative GDD. The reason for this is that the material
dispersion used in amplifier systems also produces a positive GDD. If a laser pulse has negative
GDD by a stretcher, the pulse duration of a pulse is shortened as the pulse propagates in a
medium having a positive GDD. This might induce damage on optical elements that the pulse
propagates. The other combination that uses a pulse stretcher introducing negative GDD and
a pulse compressor introducing positive GDD is also possible. This combination is known as
the down-chirped pulse amplification (DCPA) technique and also demonstrated with a grating
stretcher and bulk material compressor. Although the DCPA technique works for the energy
amplification of an ultrashort laser pulse, the pulse duration of the pulse is somewhat
broadened because higher-order dispersions, such as TOD and FOD, induced by media in the
laser system remain uncompensated. As mentioned earlier, third-order dispersion (TOD), and
fourth-order dispersion (FOD) should be corrected or optimized to obtain a nearly transform-
limited pulse duration through the pulse compressor.

The misalignment in the parallelism of a grating induces an additional angular dispersion in
the spatial domain. This is known as the spatial chirping. The spatial chirping can easily be
examined by monitoring the intensity distribution of a focal spot. If there is the spatial chirping
in the laser beam profile, a focal spot is elongated along the chirping direction. Sometimes, the
elongation by the spatial chirping is confused with astigmatism in the beam. However, the
spatial chirping can be discriminated by the through-the-focus image because the elongation
by the spatial chirping is not rotated by 90 degrees while the elongation by astigmatism can
be rotated.

2.2. Rate equation

When a laser pulse passes through an amplification medium, the pulse obtains energy gain
from the medium. The energy gain comes from a stored energy in the medium which is
provided by an external power source. Absorption by the transition between electronic energy
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levels is used to store an external energy. Electrons at a lower energy level are excited to a
higher energy level through the pumping process. When an electromagnetic wave (photon)
with a specific wavelength defined by the atomic energy transition is radiated to an excited
atom, the atom emits the same electromagnetic wave (photon) as the incoming one. This means
that an incoming electromagnetic wave is amplified in intensity. This dynamics can be
described by the rate equation. In order to describe the situation mathematically, let us consider
a four-energy-level system shown in Figure 8.

Figure 8. Diagram for energy levels, level transition rate, and the number of electrons at the energy level. In the four-
level system, the storage of external energy is accomplished by the absorption due to the electronic transition from
level 0 to level 3, and the lasing or energy gain is obtained by the electronic transition from level 2 to level 1.

In a four-level system shown in Figure 8, electrons at the lowest energy level 0 are excited to
level 3 by the pumping process. The changing rate for the excited electron population increases
by the electron population at level 0 and the pumping rate Wp. In a short time, electrons at level
3 lose their energy and decay into level 2 with a transition probability W32. Electrons at level 3
also decay into level 1 and 0 with probabilities W31 and W30. The changing rate for electron
population at level 2 increases with the number of electrons at level 3 and the transition
probability W32, and it decreases with the number of electrons at level 2 and transition
probabilities W21 and W20 to level 1 and level 0, respectively. The main lasing action or energy
gain happens with the transition from level 2 to level 1. Under this circumstance, the rate
equations for electrons at each level can be expressed as

(22-1)

(22-2)
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(22-3)

(22-4)

Although rate equations for level 1 and level 0 are not explained here, those can be easily
derived from Figure 8. In the four-level system, it is assumed that electron populations at levels
1 and 3 are very small because of the rapid transition to other levels, i.e., n2, n0 ≫ n3, n1. The
total number, n, of electrons is determined by the sum of electron numbers at levels 0 and 2,
i.e., n = n2 + n0. In the steady-state condition, the change of electron populations at levels 3 and

2 are very small as well; so, we assume 
d n3

dt =
d n2

dt ≈0. From Eqs. (22-1) and (22-2), we obtain

(23)

At level 2, the approximation of W21 ≫ W20 is valid because the lasing action or gain is
dominant. And, electron transition from level 3 to level 2 is most dominant to the other
transition and thus W32 ≫ W31, W30. Under these conditions, Eq. (23) reduces to

(24)

According to Eq. (24), a laser pulse can have energy gain when n2 > n0. The population inversion
happens when the difference, Δn = n2 − n0, in electron numbers at levels 2 and 0 is positive.
Under the heavily pumping condition, most electrons exist in level 2, and the number of
electrons (n2) at level 2 approximately equals n0. The population inversion is given by

(25)

By using the relation of W21/Wp = I(z)/Isat, Eq. (25) becomes Δn ≈ n/(1 + I/Isat). When a low-intensity
laser pulse propagates in the gain medium, the intensity growing rate is linear with the product
of propagation distance and population inversion as shown below:

(26)

Here, σ21 is the emission cross section. By inserting the relation of Δn ≈ n/(1 + I/Isat) into Eq. (26),
the growing rate for the intensity becomes
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(27)

In Eq. (27), the gain g(z) is defined by g0/(1 + I(z)/Isat) and g0 is defined by σ21n. When the intensity
of a laser pulse is small enough, the intensity exponentially grows with I0 exp(∫g(z)dz). The
gain, exp(∫g(z)dz), at a small input intensity is known as the small signal gain. As the intensity
becomes stronger, the growing rate for the intensity starts to be lowered and the intensity
linearly grows with gL in the saturation regime, where L is the medium length.

2.3. Energy amplification

The small signal gain describes how much intensity or energy can be achieved with a given
small input intensity. The small intensity means an intensity level that does not affect the
population inversion. In this subsection, we will describe the energy amplification in an
amplifier system. A single-pass energy gain can be measured by putting a detector before and
after the amplification medium during the energy measurement experiment. The small signal
and single-pass gain, G0, at the first pass is given by exp(∫g(z)dz) or simply by

(28)

Here, g0 is the measured gain coefficient and L is the medium length. Using the Frantz-Nodvik
equation [12], the output energy of a laser pulse at the ith round trip in the amplifier can be
expressed by
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Here, F means the fluence of a laser pulse defined by ∫−∞

∞
I (z, t)dt  and the subscripts (i and i − 1)

mean the ith and (i − 1)th round trips. Fsat is the saturation fluence. In a multipass amplifier
system, an amplified laser pulse is reinjected into the amplifier medium. Thus, the gain
decreases as the input intensity increases. The reduced gain at the ith round trip can be
calculated from the gain and the fluence at the (i − 1)th round trip as follows:
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Figure 9 shows the amplified output energy as a function of the round trip in a multipass
amplifier. In the calculation, the Ti:sapphire crystal is assumed as an amplifier medium. The
saturation fluence of the Ti:sapphire crystal is 1.2 J/cm2 and the small signal gain of 3.5 is
assumed. The energy exponentially increases in the first few round trips, but the energy
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linearly increases as the energy becomes comparable to the saturation energy of the amplifier
medium. Finally, the output energy is saturated at a certain energy level which is close to the
saturation fluence.

Figure 9. Fluence of the laser pulse with respect to the number of round trip. The input fluence was 1 mJ and the small
signal gain was assumed to be 3.5.

Figure 10. Diagram explaining the gain narrowing effect. The origin of the gain narrowing effect is an un-equal gain at
a different wavelengths. The wavelength component at a higher gain grows faster than that at a lower gain. The gain
narrowing effect broadens the pulse duration of the compressed pulse.

A series of amplifier system including a regenerative amplifier and multiple-stage amplifiers
are used for energy amplification. The final output energy ranges from a couple of J to ~100 J,
depending on the peak power level. The pulse energy should be amplified by a factor of
~1012 while keeping the pulse characteristics the same. This is not easy because of the gain
narrowing effect induced by the different gains at different wavelengths. The gain narrowing
phenomenon happens because a wavelength component located at a higher gain becomes
stronger than a wavelength component at a lower gain as shown in Figure 10. The gain
narrowing broadens the pulse duration of a compressed pulse. Several techniques, such as
input intensity modulation, wavelength mismatch between the input and gain spectrum, gain
saturation, and so on, have been developed to minimize the gain narrowing effect.
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Figure 9. Fluence of the laser pulse with respect to the number of round trip. The input fluence was 1 mJ and the small
signal gain was assumed to be 3.5.

Figure 10. Diagram explaining the gain narrowing effect. The origin of the gain narrowing effect is an un-equal gain at
a different wavelengths. The wavelength component at a higher gain grows faster than that at a lower gain. The gain
narrowing effect broadens the pulse duration of the compressed pulse.

A series of amplifier system including a regenerative amplifier and multiple-stage amplifiers
are used for energy amplification. The final output energy ranges from a couple of J to ~100 J,
depending on the peak power level. The pulse energy should be amplified by a factor of
~1012 while keeping the pulse characteristics the same. This is not easy because of the gain
narrowing effect induced by the different gains at different wavelengths. The gain narrowing
phenomenon happens because a wavelength component located at a higher gain becomes
stronger than a wavelength component at a lower gain as shown in Figure 10. The gain
narrowing broadens the pulse duration of a compressed pulse. Several techniques, such as
input intensity modulation, wavelength mismatch between the input and gain spectrum, gain
saturation, and so on, have been developed to minimize the gain narrowing effect.
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The amplified spontaneous emission (ASE) occurred in a large size gain crystal reduces an
overall gain and deteriorates the spatial profile of a laser pulse as shown in Figure 11. A
spontaneous emission traveling in the transverse direction of the gain medium has energy gain
before the laser pulse arrives. When the gain and the size of gain medium are small, the ASE
is negligible during the amplification process. However, as the size of gain medium is large
enough with a considerable gain, the ASE becomes significant. In order to reduce the ASE, the
gain medium is enclosed by the light-absorption cooling liquid having a refractive index
similar to the gain medium. With the cooling liquid, the spontaneous emission transmits the
boundary between the gain medium and cooling liquid, and scattered in the mount. Thus, the
ASE reflected from the boundary can be suppressed. Sometimes, the spontaneous emission
has enough energy gain even in a single transverse pass. In this case, a delayed pumping
scheme can be useful to reduce the ASE.

Figure 11. Laser beam profile with and without the amplified spontaneous emission (ASE). The ASE reduces energy
gain and deteriorates beam profile.

Since the demonstration of laser in 1960, the laser technology has continuously advanced to
build petawatt (PW) laser systems. In 1999, the first CPA PW laser has been demonstrated
using a Ti:sapphire/Nd:glass hybrid system [13]. Almost a decade later, 30 fs 1 PW laser
operating at 0.1 Hz repetition rate was developed [14] and more recently an amplifier for 5 PW
laser system has been successfully demonstrated [15]. Now, fs and 10 PW laser systems are
under construction through the European Extreme Light Infrastructure (ELI) program.

3. Focusing ultrashort laser pulses

An amplified and compressed laser pulse is focused on solid or gas target for laser-matter
interaction studies. Concave mirrors are generally used and the intensity reaches at a relativ‐
istic level, >1018 W/cm2. The size of a focal spot is proportional to the focal length of a mirror
and a shorter focal length is preferable to reach a higher intensity. Thus, one particular research
interest is to tightly focus a laser pulse to reach an unprecedented intensity level. The paraxial
approximation, which is commonly used in calculating focal spots under high f-number
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conditions, becomes invalid under tight focusing (low f-number) conditions. Intensities of a
focal spot that have other polarization components different from an incident polarization are
assumed to be negligible in the paraxial approximation. However, under tight focusing
conditions, intensities at different polarizations increase and modify the overall intensity
distribution of a focused laser pulse.

The intensity distributions of all polarization components of a focal spot formed under a tight
focusing condition can be calculated by vector diffraction integrals developed by Stratton and
Chu [16]. Recently, the intensity distributions of a focused fs high-power laser pulse under a
tight focusing condition were intensively examined [17]. In this section, the intensity distri‐
butions of a tightly focused laser spot are described. The accurate assessment of the peak power
and information on the intensity distribution are beneficial in simulating and predicting the
motion of charged particles under a super-strong laser pulse that is provided by a tight
focusing scheme.

3.1. Modeling of focusing scheme with low f-number parabolic mirror

The parabolic mirror is used as a focusing mirror because of its quadratic surface profile. A
linearly polarized (x-polarized) laser pulse having an electric field distribution, Einc(θS, ϕS), is
incident on a parabolic mirror along the negative z-direction (Figure 12). By using Sttraton and
Chu’s vector diffraction integrals, the electric fields at all polarization components can be
expressed as follows:

(31-1)

(31-2)

(31-3)

and

(31-4)
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Here, f is the focal length of a mirror. xP, yP, and zP represent positions at vicinities of the focal
point. θS is the polar angle measured from the positive z-axis and ϕS is the rotational angle
measured from the positive x-axis. The minimum angle, θmin, determines the f-number of the
mirror. The distance between the source (s) and observation (p) points is expressed as 2f/(1 −
cos θS) for the intensity of a laser spot and as 2f/(1 − cos θS) − ρP{cos θS cos θP + sin θS sin θP

cos(ϕS − ϕP)} for the phase of the spot.

Figure 12. On-axis focusing scheme for an aberrated laser beam with a low f-number parabolic mirror.

The wavefront aberration of a laser pulse is one of the factors that determines the intensity
distribution of a focal spot. The wavefront aberration is the phase delay function across the
laser beam and included in the incident electromagnetic field of a laser pulse as follows:

(32)

Here, θn can be interpreted as a normalized radius defined by (π − θS)/(π − θmin). The wavefront
aberration is expressed by the Zernike polynomials as Winc(θ, ϕ)=∑u,v cu

vZu
v(θn, ϕS ). In this

case, cu
v means the Zernike coefficient, and Zu

v(θn, ϕS ) is the Zernike polynomial for the uth
radial and the vth azimuthal orders, respectively. The entire phase function on the mirror
surface is modified as k(zP cos θS + xP sin θS cos ϕS + yP sin θS sin ϕS) + kWinc(θn, ϕS). For a high
f-number case, θS and θn are almost the same, and the wavefront, WS(θn, ϕS), on the mirror
surface is almost equivalent to Winc(θS, ϕS). However, as the f-number of a parabolic mirror
decreases, the wavefront on the mirror surface becomes different from the wavefront of an
incident wave. In this case, the normalized radius, θn, on the mirror surface is modified and
given by
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(33)

The change in wavefront aberration due to the polarization rotation after reflection from a
mirror surface should be considered for the effect of polarization. Thus, after reflection from
a parabolic mirror, the normal vector to the wavefront surface is expressed by 2n̂(S

→
⋅ n̂)−S

→
 as

shown below:

(34)

Expressions for normal vectors on a parabolic mirror surface which are given by

(35)

are used in the calculation of Eq. (34). Finally, the wavefront component that propagates to the
ρ-direction contributes to the formation of an intensity distribution near the focal plane and is
given by

(36)

with ρ̂ = x̂ sinθS cosϕS − ŷ sinθS sinϕS − ẑ cosθS . But, as expected in Eq. (36), the contribution by
the {⋅} term is not significant when sin2θS cos 2ϕS << cos2θS.

3.2. Coherent superposition of monochromatic fields for femtosecond focal spot

A femtosecond laser pulse typically has a broad spectrum of several tens of nm, thus the effect
of broad spectrum of a femtosecond laser pulse on the focal spot should be considered in order
to accurately describe the focal spot of a femtosecond laser pulse. The spatial and temporal
profiles of a femtosecond focal spot can be calculated by the superposition of monochromatic
electric fields near the focal point. The resultant electric fields for a femtosecond focal spot are
expressed with spectral amplitude and phase as below (see Figure 13):

(37)

Here, Rλ defined by Iλ / Iλ,max and αλ are the relative amplitude and the spectral phase at a
given wavelength, respectively. The subscripts (x, y, z) represent the polarization directions
and Ex,y,z(λn : xP, yP, zP) induces the monochromatic electric field. Contrary to the monochromatic
case, a different field oscillation period at a different wavelength induces a phase mismatch
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among waves at different wavelengths and reduces the intensity quickly as the observation
position moves away from the origin of the focal plane. The intensity distribution along the
propagation direction can be interpreted as the temporal profile of a femtosecond focal spot.
Thus, the resultant electric fields, Ex,y,z(xP, yP, zP), provide the spatial and temporal (spatiotem‐
poral) intensity distributions of a laser focal spot. The resultant electric fields are numerically
calculated. In the calculation, the spectrum is sliced into n components. The monochromatic
electric field distributions at all polarization components are obtained from Eqs. (31-1)–(31-4).
The relative amplitude ratio and the spectral phase are obtained by the measurement of a laser
pulse. After calculating the resultant electric fields, the final intensity distributions at all
polarization components become

(38)

This approach provides information on intensity distribution at all polarization components
both in temporal and spatial domains and it is also valid under high f-number focusing
conditions as well. The sum of all polarization components given by Ix(x, y, z) + Iy(x, y, z) + Iz(x,
y, z) is the intensity distribution measured by an image-sensing device.

Figure 13. Spectrum and spectral phase for calculating the femtosecond focal spot.

Figure 14. Three-dimensional intensity distribution of the continuous wave and spatially uniform laser beam under
loose focusing condition. The x-polarized beam is assumed and the laser beam propagates along the −z direction. Un‐
der the far-field approximation, the x-polarization component is only considered to calculate the intensity distribution.
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3.3. Intensity distribution in the focal plane and its vicinity

Under the loose focusing condition (f/# >> 1), the intensity distribution having the same
polarization as an incoming laser pulse is only considered, and other polarization components
(Iy(x, y, z) and Iz(x, y, z)) are ignored. In this case, the far-field approximation is applied and the
Fourier transform of an incoming electric field, which is derived from the scalar diffraction
integral, is widely used to obtain the intensity distribution of a focal spot. Figure 14 shows the
typical intensity distributions in the x-y plane and the x-z plane.

Figure 15. The change in intensity distributions as the f-number decreases. The intensity distributions for a continuous
wave and uniform laser beam are calculated in the focal plane. (a) The ideal uniform laser beam profile without wave‐
front aberration is assumed as an input. (b) The uniform beam profile with wavefront aberration is assumed as an in‐
put.
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Intensities having other polarizations different from an incoming laser pulse increase under
the tight focusing condition. Typical aspects under tight focusing conditions are the increase
in the intensity of a longitudinal polarization component and the elongation of a focal spot
along the polarization direction. Figure 15(a) shows the change in the intensity distribution
when the f-number of a parabolic mirror decreases from 5 to 0.25. The peak intensity of a
longitudinal component, Iz, increases up to 41% of that of Ix under f/0.25 condition. But,
compared to the x-polarization component, the peak intensity of the y-polarized component,
Iy, is still negligible. Because of the increase of intensity in the longitudinal component and the
deformation of x-polarized intensity, the resultant intensity is elongated in the polarization
direction as shown in Figure 15(a).

Figure 15(b) shows the change of a focal spot for an aberrated laser pulse as the f-number
decreases. A small amount of wavefront aberration (c2

−2 = 0.07 μm, c3
−3 = 0.05 μm, c3

−1 = 0.04 μm,

and c3
1 = 0.02 μm) was introduced to the laser pulse to investigate the effect of wavefront

aberration on the focal spot. The figure shows how the focal spot of an aberrated laser pulse
is influenced by the focusing condition. Under a high f-number condition (f/5), the focal spot
of an aberrated laser pulse is determined by the spatial characteristics of the laser pulse, such
as wavefront aberration and spatial profile. The shape of the focal spot was almost same as
that obtained with the Fourier transform method because the focusing condition and the
amount of wavefront aberration did not violate the far-field and thin-lens approximations.
Instead, under lower f-number conditions, focal spots are also influenced by the vectorial
properties, resulting in the elongation along the polarization direction. With a given amount
of wavefront aberration, the peak intensity of a longitudinal component, Iz, increases up to
40% of that of Ix under f/0.25 condition. Further calculation with a higher amount of wavefront
aberration (c2

2 = c2
−2 = c3

−1 = 0.15 μm) shows that intensity distribution under f/0.5 focusing
condition was still different from the intensity distribution obtained with the Fourier transform
method.

Figure 16 shows spatiotemporal intensity distributions of femtosecond focal spots for an
aberrated laser pulse under two different focusing conditions (f/3 and f/0.5). The Zernike
coefficient that are used again include c2

−2 = 0.07 μm, c3
−3 = 0.05 μm, c3

−1 = 0.04 μm, and c3
1 = 0.02

μm. In the figure, the intensity distributions in the x-y plane provide information on spatial
profiles of a femtosecond focal spot, and the intensity distributions in the x-z plane provide
information on temporal profiles. By assuming a 12 fs, 10 PW, uniformly circular, and
aberrated laser pulse as an input, peak intensities for x-polarized component increases up to
~8.8 × 1022 W/cm2 for f/3 and ~ 2.5 × 1024 W/cm2 for f/0.5, respectively. Under same conditions,
peak intensities for longitudinal component rapidly increase to ~3.1 × 1020 W/cm2 and ~2.4 ×
1023 W/cm2. These intensities along the z-direction should be taken into account to better
describe the motion of charged particles under an extremely strong EM field that is formed by
tightly focusing a femtosecond high-power laser pulse.
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Figure 16. The spatiotemporal intensity distributions of a focal spot with (a) an f/3 parabolic mirror and (b) an f/0.5
parabolic mirror. The peak intensities of Ix reach ~8.8 × 1022 W/cm2 and ~2.5 × 1024 W/cm2 for f/3 and f/0.5 focusing con‐
ditions, respectively. The transverse intensity distribution is expressed in the x-y plane and the longitudinal intensity
distribution is expressed in the x-z plane.

4. Interaction of an intense laser pulse with plasma

Under a strong electromagnetic field, the motion of an electron is governed by the Lorentz
force as follows:

(39)

Here, m0 is the electron rest mass, c is the speed of light, and γ is the Lorentz factor. When the
electromagnetic field is not strong enough, the v

→

c × B
→

 term on the right-hand side is much less
than the first term on the right-hand side and negligible. In this case, the Lorentz force is
reduced to d (mv→ ) / dt = − eE

→
. By assuming the sine wave for the electric field and replacing the

time derivative by − iω, then the speed of an electron is
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(40)

The maximum speed of an electron is given by vmax = eE0/mω. By comparing the maximum
speed of an electron and the speed of light, we define β = v/c. In the nonrelativisitic approach,
we can consider β = 1 as a reference. Then, the intensity required for an electron to have the
speed of light c is given by

(41)

The intensity for the speed of light is ~ 2.14 × 1018 W/cm2 for the 0.8 μm wavelength. In the
nonrelativistic approach, the intensity of 1018 W/cm2 is roughly estimated for electrons to have
a quiver motion in which the speed is close to the speed of light. The intensity of 1018 W/cm2

is known as the relativistic intensity for the electromagnetic field.

As shown in the previous section, the relativistic intensity is easily obtained by focusing a
femtosecond high-power laser pulse. The femtosecond focal spot has a finite extent in the
temporal and spatial domains. Let us expand the electric field of a high-power laser pulse in
the Taylor series at a position of x0, then we obtain

(42)

By inserting the first term on the right-hand side in Eq. (42) into the first term in Eq. (39) and
solving the equation, the velocity and the position of electron are given by

(43)

In order to see the effect of the intensity (or field) gradient of a focused intensity, let us put the
expression of x in Eq. (43) into Eq. (42) and consider the Lorentz force again. Then, we obtain

(44)

By taking the cycle average of the force, Eq. (44) becomes

(45)
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Eq. (45) means that an electron can be pushed by the intensity or the field gradient. The force
due to the intensity gradient is known as the ponderomotive force.

When a high-power laser pulse is focused in a gas target, the target immediately turns into the
plasma medium. Electrons in the plasma medium feel the ponderomotive force by the laser
pulse in temporal and spatial domains, and those are pushed by a focused laser field and
separated from the background ions. The separation of electrons from background ions
induces a strong electric field by the space charge effect. The periodic motion of oscillation for
electrons occurs around heavy ions as the laser pulse propagates. The resultant pattern of
alternating positive and negative charges is known as the plasma wave or laser wake. The laser
wake field supports a very strong longitudinal electric field of 1 GeV/cm. Some of returning
electrons can be captured into the laser wake and accelerated by the laser wake field up to GeV
level. This is a short description of the laser wake field acceleration [18] (Figure 17(a)). Recent
experiments using the laser wake field acceleration showed the quasimonoenergetic multi-
GeV electron beams by focusing petawatt laser pulses [19–21]. The acceleration of electrons to
10 GeV or even 100 GeV level is now being pursued for the development of a compact electron
accelerator.

Protons are also accelerated by a high-power laser pulse. In this case, a high-power laser pulse
is focused onto a solid target. When a high-power laser pulse is focused on a thin metal target,
the target immediately turns into plasma, and electrons in the plasma are accelerated toward
the laser beam propagation direction by the ponderomotive force. Then there exists an electric
field between accelerated electrons and background ions. The electric field can be used to
accelerate protons existing in the metal as impurities [22, 23] (Figure 17(b)). At a lower laser
intensity, the energy distribution for electrons is broad and the resultant proton energy
distribution is also broad. As the laser intensity increases, proton energy distribution can be
reduced by a narrow electron energy distribution by the radiation pressure. This is an indirect
proton acceleration using electron acceleration. Protons can be directly accelerated to the light
speed by an electromagnetic field as shown in Eq. (45). However, because of the proton mass,
reaching to the speed of light by directly accelerating proton with an electromagnetic field
requires a higher laser intensity up to ~1024 W/cm2, which is sometimes called the ultrarela‐
tivistic laser intensity. One of the ways for efficiently reaching at the ultrarelativistic laser
intensity is to employ a tight focusing scheme. Based on the recent progress in the high-power
laser, the demonstration of ultrarelativistic laser intensity will be possible soon.

Energetic charged particles driven by high-power laser pulses are directly used for medical
applications including radiation therapy and imaging. For example, energetic proton beams
having an energy range of 100–200 MeV can be used for the radiation tumor therapy [24]. When
proton beams is irradiated to tumors in human body, protons dramatically lose their energy
and produce x-rays in the tumor. The produced x-ray destroys DNA chains in a tumor cell and
eventually kills the tumor cell. Electron beams with an energy range of 6–20 MeV can also be
used for treating cancers locating at skin and lip, chest-wall and neck, respiratory and
digestive-track lesions, or lymph nodes [25]. Research on stable and reliable production of
energetic particles is of great interest for developing a compact particle accelerator for medical
applications.
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Figure 17. (a) Electron acceleration though the laser wake field. The laser pulse is focused onto the gas target. The elec‐
trons are captured in the plasma cavity and accelerated by the cavity. (b). Proton acceleration. The accelerated elec‐
trons by the laser pulse pull proton on the metal surface.

High-brightness and high-energy photons (x-ray and γ-ray) can be produced through the
laser-plasma accelerator as well. By comparing to the large-scale facilities, such as synchrotron
and XFEL, the laser-plasma accelerator produces high-energy photon providing an attosecond
temporal resolution and subatomic spatial resolution in a small size and reasonable cost. High-
energy photon can be used for research pertaining to ultrafast electron dynamics in atoms,
molecules, plasmas, and solids. In the laser-plasma accelerator, many processes producing
energetic photon sources, such as high harmonic generation [26], undulator radiation [27],
betatron radiation [28], and Compton scattering [29], were proposed and some of them have
been experimentally demonstrated. So far, basic applications for high-intensity laser pulses
were described. Other interesting research topics related to fundamental physical processes
are well described elsewhere [30].

5. Conclusion

The high-power laser facility is being developed for performing research on the laser-matter
interaction in the relativistic and ultrarelativistic intensity regimes. The high-power laser pulse
immediately ionizes solid and gas targets and makes the target medium plasma. The intensity
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can make use of the laser pulse as a small-scale and versatile particle accelerator. This is a
primary purpose for developing high-intensity laser facilities. The interaction between an
intense laser pulse and energetic charged particles produces high-energy photon as well. Many
interesting schemes, such as undulator radiation, betatron radiation, and inverse Compton
scattering, have been studied for producing high-energy photons. The high-energy photons
can be used in many disciplines including industrial application, medical imaging, nuclear
engineering, national security, and so on. As the intensity obtainable with the high-power laser
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Abstract

A diode-pumped, ultrafast Yb:KYW laser system utilizing chirped-pulse amplifica‐
tion (CPA) in a dual-slab regenerative amplifier (RA) with spectral shaping of seeding
pulse from a master oscillator (MO) has been developed. A train of compressed pulses
with pulse length of 181 fs, repetition rate up to 500 kHz, and average power exceed‐
ing 15 W after compression and pulse picker was achieved.

Keywords: lasers, diode-pumped, laser amplifiers, solid-state lasers, ytterbium lasers,
ultrafast lasers, mode-locked lasers, ultrafast lasers

1. Introduction

Energetic (dozens of μJ) optical pulses with femtosecond (fs) pulse lengths and hence ultra‐
high focused intensities in the range of 1012–1016 Wcm−2 are capable of ablating a wide range of
materials  including  metals,  semiconductors,  ceramics,  polymers,  biological  tissue,  and
dielectrics [1–3]. Femtosecond laser ablation has been demonstrated to be a powerful tool for
various technologies [2]. Due to rapid energy delivery, the laser-plasma interaction is avoided
and heat-affected zones in the irradiated targets are strongly localized with minimal residual
damage.  This  allows  generation  of  well-defined  microstructures  with  high  quality  and
reproducibility [1–3].

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
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Femtosecond laser sources based on Yb-doped laser materials became promising tool for
various technological and industrial applications including femtosecond lasers. Among Yb-
media ytterbium tungstates (Yb:KYW/Yb:KGW), crystals Yb:KY(WO4)2 (Yb:KYW) or
Yb:KGd(WO4)2 (Yb:KGW) exhibits an attractive set of parameters that makes it as one of the
best choices for high-power fs lasers operating around 1 μm [4]. Bandwidth of Yb:KGW/
Yb:KYW is sufficient for amplification of sub-200 fs pulses, but typical pulse length on the
output of Yb:KYW amplifier system is limited on the level 300–400 fs [5, 6] primarily due to
gain narrowing [7, 8]. A promising method to reduce the effect of gain narrowing and to
increase the effective gain bandwidth is to combine laser media with separated gain maxima
and to overlap broadband gain. Using Yb:KYW crystals with different orientation of crystal‐
lographic axes, e.g. Ng- and Np-cut orientation, this approach has been realized in [9]. Another
way for increasing gain bandwidth is using special spectral filters introducing controlled losses
at maximum gain spectrum [7].

In this review chapter we present combination of those approaches to a double-slab regener‐
ative amplifier (RA). Each slab is pumped separately, which enables additional possibility to
control gain. Furthermore as a seed source, we used high-power master oscillator (MO) based
on Np-cut Yb:KYW crystal with output pulse length ~100 fs and central wavelength agreed
well with spectral gain profile of regenerative amplifier. A highly efficient stretcher and
compressor based on single transmitted diffraction grating are used for stretching and
recompressing initial pulses after master oscillator.

2. Design of high-average power Yb:KGW laser system

The laser was realized as a chirped-pulse amplification (CPA) system [10]. The system shown
in Figure 1 consists of a femtosecond master oscillator (MO) based on Yb:KGW crystal, a

Figure 1. Schematic layout of the femtosecond laser system [15]. FM is a high reflective flat mirror; CM1 is a curved
mirror with ROC = 400 mm; CM2 is a curved mirror with ROC = 600 mm; DM is a flat dichroic mirror; FL is a focusing
lens; CL is a collimating lens; C1 and C2 are Yb:KYW crystals; TFP is a thin film polarizer; λ/4 is a quarter wave plate;
λ/2 is a half wave plate.
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common module of stretcher and compressor based on single diffraction grating, a spectral
shaper based on Lyot filter, and a dual-slab regenerative amplifier (RA) with combined gain
spectra. The system also includes two Faraday isolators: one for isolation of MO against leaking
amplified pulses and the other for extraction of laser pulses from the system after RA. To
increase the contrast ratio of output pulses according to pre-pulses and post-pulses, we used
a pulse picker based on a second Pockels cell and a few thin film polarizers (TFP) with high
quality.

2.1. Mode-locked Yb:KYW oscillator

A schematic design of the Yb:KYW oscillator is shown in Figure 2. As a gain material, we used
a 3×3×3 mm at 5% Yb3+-doped KGW crystal with antireflection-coated ends both for the pump
radiation and for the lasing radiation. The crystal was used in an Ng-cut (Np-cut) geometry,
such that the laser polarization was aligned along the Np axis (Nm axis), respectively. The pump
beam from the 100 μm core diameter fiber output was collimated by an achromatic doublet
(CL) with focal length F = 60 mm. Then the beam was focused into the laser crystal (LC) by
another achromatic doublet (FL) with focal length F = 60 mm through special dichroic coated
mirror (DM1) with transmittance of 95%. By using three chirped mirrors with group-velocity
dispersion −1350 fs2 per single pass, the dispersion in the laser cavity was compensated. The
details of the optical layout of the laser are described in Ref. [11]. The concave mirror in the
second arm of the cavity was replaced by dichroic coated mirror (DM2) with radius of
curvature R = 100 mm and a dumper (d) is mounted additionally. Therefore, the pump beam
can transmit through the dichroic mirror DM2 and laser operation can be more stabilized
without heating optical mounts of mirror M3.

Figure 2. Schematic diagram of the Yb:KYW laser pumped by laser diode (LD) [25]. λ/2 – half wave plate; CL – colli‐
mating lens; FL – focusing lens; LC – Yb:KYW laser crystal; DM1, DM2 – spherical dichroic mirror; M1–M6 – cavity
mirrors; OC – output coupler; SAM – semiconductor saturable-absorber mirror; d – dumper for blocking and cooling.

As is well known, the transverse size of the pump zone should match with the size of the cavity
mode to achieve maximum output power. Figure 3(a) shows the schematic drawing to assist
in understanding the mode matching between the cavity mode and pump. The pump beam is
focused onto the laser crystal as shown in Figure 3(a) with black lines and the cavity mode is
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depicted as pink color. The position of laser crystal can be defined by the displacement x from
the center of the caustic of the beam in the cavity. When the crystal is located in the caustic
center of the cavity mode (x = 0 mm), the pump size is larger than the size of cavity mode.
Optimal matching of cavity mode and pumped zone in the active media is important for an
efficient laser operation. But it is not easy to match the pump size to cavity mode by changing
the specification of pump module, because the conventional optics such as fiber and lens are
limited in core size and focal length. Instead, mode matching can be easily achieved by
displacing the crystal longitudinally along the optical axis. The comparison of the beam profile
of pump and cavity mode for both cases of displacement x = 0 mm and 3.5 mm clearly shows
this phenomenon as shown in Figure 3(c) and (d). The pump profile was obtained by using
ZEMAX optical system design software. The cavity mode is assumed to have Gaussian profile
and the relevant factors are obtained from LASCAD simulation [12].

Figure 3. (a) Schematic diagram for the definition of displacement x from the center of the caustic of the beam in the
cavity and for the understanding of mode matching. (b) CW output power versus position of laser crystal in the cavity
for Ng-cut crystal with OC = 4% of experiment (red) and simulation (black). Comparison of beam profile between
pump and cavity mode is shown in the condition of (c) x = 0 mm and (d) x = 3.5 mm [26].

To optimize the position of the crystal, we calculated the CW output power of the resonator
as a function of the displacement x as depicted in Figure 3(b) with black dots and line by using
the LASCAD software. In LASCAD simulation we approximate the top-hat pump spot in focal
plane of FL as super-Gaussian distribution in xy plane with diameter 100 μm (1/e2 level).
Calculated cavity mode diameter between two curved mirrors DM1 and DM2 significantly
changes from diameter 36 μm in a waist to 1.5 mm on the mirror. Figure 3(b) shows that the
optimal position of the crystal is ~3.5 mm apart from the center of the beam caustic. In order
to check the mode matching simulation, we performed the experiment with Ng-cut crystal
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oscillator, which was developed previously and in a same condition with simulation [11]. As
shown in Figure 3(b) with red dots and line, the CW output power is highly dependent on the
position of laser crystal and the experimental result coincides well with simulation result. As
a note, multimode operation occurred in experiment when the size of the pump beam is larger
than TEM00 cavity mode and it causes higher CW output power in the displacement region
below 3.5 mm.

Not only the position of crystal in the cavity but also the amplification axis of crystal affects
the laser operation greatly, because the absorption and emission cross sections of the crystal
are quite different according to the orientation of the crystal. In previous work [11], we chose
a lasing with E//Np for antireflection-coated slab crystal because of its broader emission
spectrum [6]. We obtained the generator’s average power exceeding 1 W at the central
wavelength of 1043 nm with a pulse about 90 fs wide. But, according to the literature [13], laser
can operate in the shorter wavelength range than 1043 nm by using the different amplification
axis of the crystal such as E//Nm. For providing effective amplification as a seeding source of
CPA femtosecond laser system, the oscillator with shorter wavelength such as 1030 nm is more
suitable than the one with 1043 nm [14, 15].

Before going into experiments, we compare the CW output power of the oscillator between
Np- and Nm-polarization with respect to the transmission of output coupler with LASCAD
simulation. The corresponding output powers for Np- and Nm-polarization crystals are shown
in Figure 4(a) as black and red dots and lines, respectively. From the simulated results, we can
conclude that Nm-polarized crystal with 6% output coupler can be used as a candidate for the
purpose of seeding source, since only the center wavelength would change with similar output
power when we replace the crystal from Np-polarization (Ng-cut) to Nm-polarization (Np-cut).
And the transmission of 6% of output coupler is chosen due to the output power saturation
near 6%.

Figure 4. (a) CW output power versus transmission of output coupler for both the Np- and Nm-polarized crystal. (b)
CW output power versus incident pump power for Np- (OC = 4%) and Nm-polarized crystal (OC = 6%) [26].

Figure 4(b) shows the simulated results according to the replacement from Np-polarized
crystal with 4% output coupler to Nm-polarized crystal with 6% output coupler, in point of the
dependence of the average output power on the incident pump power. The slope efficiency
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with respect to the incident radiation power is 41% and 35% for each condition. From the
simulation results, it is expected to get high output power and high slope efficiency with more
suitable center wavelength in the new oscillator.

Based on the simulation results, we conducted the experiment for femtosecond laser based on
Nm-polarization Yb:KYW with 6% output mirror and compared the result with the previously
reported oscillator based on Np-polarization Yb:KYW with 4% output mirror in Ref. [11]. An
experimental setup of the laser is presented in Figure 2 as mentioned above. An 8 W high-
brightness InGaAs semiconductor injection laser module coupled into optical fiber with a
105 μm core diameter (0.11 NA) and 10 cm length was employed for optical pumping. By using
the thermoelectric element (a Peltier cell), the temperature of the laser diode was adjusted for
displacing its wavelength to the absorption maximum in the laser crystal. The crystal had a
slab design to facilitate efficient heat removal and placed on the optimized position, 3.5 mm
apart from the center of the caustic of the beam in the cavity in the longitudinal direction, for
size matching of the pump beam and the cavity modes as mentioned. All the laser elements
were placed in a compact one-body housing case with 424×214×84-mm size for stable laser
operation.

Figure 5. Experimentally observed CW output power versus incident pump power for (a) Np-polarization (OC = 4%)
and (b) Nm-polarization (OC = 6%). Gray lines indicate the calculated values from the LASCAD simulation for compar‐
ing with the experimental data [26].

The performance of the laser in the CW regime is shown in Figure 5 for two cases of (a) the
Np-polarization crystal with 4% output coupler and (b) the Nm-polarization crystal with 6%
output coupler. The high slope efficiency of 54% with respect to the incident pump power was
achieved with Nm-polarization and the maximum output power exceeded 1.5 W at incident
pump power of 6 W. For comparison, simulated CW output powers using LASCAD are also
shown in Figure 5 as grey lines. Computational simulations coincide well with experimental
results in general, especially on high incident pump power. The discrepancy in CW output
power between experiment and simulation for the low incident pump power can be explained
by the characteristics of laser diodes [16]. The center wavelength of diode lasers typically
depends on the injection current, operating temperature, and composition. In our case, the
operating temperature of the laser diode was adjusted to 36.5°C in high injection current,
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corresponding to around 5 W incident pump power in Figure 5(a) and (b), for the maximum
absorption in the laser crystal. As the injected electric current of laser diode decreases, the
pump light shifts toward shorter wavelengths, which results in the decreasing of pump
absorption efficiency and low output power of oscillator.

We shall note that for quasi three-level laser media it is difficult to estimate the absorbed pump
power experimentally because of the effect of absorption saturation appearing in such media.
Therefore we considered the power of launching pump radiation for an estimation of laser
efficiency instead of the absorbed power.

Figure 6. (a) Optical spectra and (b) autocorrelation traces of the 96 fs pulses with center wavelength 1043 nm for Np-
polarization (blue lines) and the 111 fs pulses with center wavelength 1035 nm for Nm-polarization (red lines). (c) Typi‐
cal spatial pattern of the beam and the corresponding intensity profiles. (d) Measured average output power and its
temporal stability [26].

The passively mode-locked regime was realized by replacing a cavity mirror M6 to semicon‐
ductor saturable-absorber mirror (SAM) at one end of the resonator in the focal region of a
concave mirror (M5) with a radius of curvature R = 300 mm. In Figure 6(a) and (b), the
measured emission spectra and autocorrelation traces with the fit assuming a sech2-pulse
shape are shown for the Np- and Nm-polarization as blue and red line, respectively. For Np-
polarization (Ng-cut), 96 fs pulses were generated with the emission spectra centered at
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1043 nm. Using Nm-polarization (Np-cut) crystal, the center wavelength could be changed to
1035 nm with only somewhat longer pulse durations of 111 fs. The time-bandwidth-product
of 0.308 is almost close to the Fourier-transform-limited pulse with an intensity profile
described by the sech2 function, and it indicates that dispersion is well compensated and there
is no frequency modulation.

Typical spatial pattern of the beam at a distance of 1 m from the output coupler for the new
oscillator based on Nm-polarization (Np-cut) crystal is shown in Figure 5(c) with the vertical
and horizontal intensity profiles. The cross section is nearly Gaussian with horizontal width
1.02 mm and vertical width 0.92 mm. The M2 values of the beam are 1.10 in the horizontal plane
and 1.07 in the vertical plane, which are fairly close to M2 = 1 for an ideal Gaussian beam.

The thermal lens in the laser crystal did not affect the quality of output beam due to weakness
of thermo-optical effects. Our calculations with LASCAD show that the focal lengths of thermal
lens are 1273 and 1063 mm for horizontal and vertical directions, respectively, that are much
larger than the focal length of focusing mirrors.

Figure 5(d) shows the average output power and its stability of the Nm-polarization oscillator
after it was warmed up. We have achieved a maximum average power of 1.27 W at a pulse
repetition rate of 87.8 MHz, and it gives a single femtosecond pulse energy greater than 14 nJ.
The stability of the output power is to be 0.14% by using the definition such as twice the
standard deviation of the measured output power divided by the mean output power.

As a summary, a comparison between the laser performances of the Np- and Nm-polarization
(Ng- and Np-cut) Yb:KYW materials is given in Table 1. Both the relative beam angular stability
and relative beam positional stability were measured by using the factors related with angular
movement and beam positional movement in accordance with ISO 11670 [17]. The achieved
parameters show that the new oscillator with Nm-polarization (Np-cut) crystal is more stable
and powerful with well-defined center wavelength as a seeding source.

λcenter

(nm) 
Δλ
(nm)

Poutput

(W)
τp

(fs)
M2  Power stability

(%)
Positional stability
(%)

Angular stability
(%)

E//Np,
OC = 4%

1043 12.5 0.64 96 1.10 (x)
1.25 (y)

0.30 0.5 (x)
3.2 (y)

0.3 (x)
1.9 (y)

E//Nm,
OC = 6%

1035 9.0 1.27 111 1.10 (x)
1.07 (y)

0.14 0.1 (x)
0.15 (y)

0.2 (x)
0.3 (y)

Table 1. Comparison between Np- and Nm-polarization Yb:KYW mode-locked oscillators with 4% and 6% output
coupler, respectively.

2.2. Stretcher-compressor

Optical pulse stretcher and compressor are a key subsystem in CPA laser systems [10]. In those
systems, the stretcher is used to lengthen optical pulses before the amplification, and the
compressor is used to restore original short pulses. In this way, the peak power inside the
amplifier cavity can be kept low enough to avoid any damage to the optical element and to
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suppress nonlinear distortions on the pulse temporal shape and beam spatial profile due to
the self-focusing effect.

Design of stretcher and compressor module in a commercial laser system must provide
maximum stretched pulse duration and good output spatial and temporal beam quality in
minimum module size. To improve total efficiency and make design of stretcher and com‐
pressor more compact, we used in our stretcher-compressor module common transmission
diffraction grating and folding mirrors (Figure 7).

Figure 7. Optical scheme of the stretcher-compressor module based on the transmission diffraction grating (G), spheri‐
cal lens (SL), right-angle prisms (Pr), and folding mirrors (FM).

In the stretcher and compressor, the beam enters and passes through transmission grating four
times. In the stretcher, the beam after first and third passes through diffraction grating is
focused and collimated by the spherical lens (SL). To change chirped-pulse duration, we used
diffraction grating with two groove densities: N = 1700 mm−1 and N = 1500 mm−1 and two
different spherical lenses with focal length F = 100 mm and F = 200 mm with NA = 0.25 and
NA = 0.12, respectively. Using this stretcher-compressor module, we can supply chirped-pulse
duration from 50 ps to 300 ps. The compressed pulse duration varies from 230 to 270 fs
depending on the optical elements used. Increasing the chirped-pulse duration up to 300 ps
using optical elements, the same aperture results in decreasing of spectral pass bandwidth of
stretcher up to Δλ = 14 nm. Spectral clipping introduced by the aperture of optical elements
in stretcher affects a recompression pulse duration and its time-bandwidth product.

Increasing the optics aperture is connected with the proportional increase of linear distances
in stretcher (spherical aberration introduced by the spherical lens increase with increasing the
NA number). Using the diffraction grating with higher groove density to provide more
compact design is limited by increasing third-order dispersion.
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To check stretcher-compressor module, we used our master oscillator as seed source. We
measured initial pulse length and compressed pulse length after the beam passed through the
stretcher and compressor. We also measured quality of a beam and total efficiency of the
stretcher and compressor. The stretcher-compressor based on 1500 mm−1 grating operating
with 50 ps chirped-pulse duration provides better degree of recompression and more short
output pulse. It is connected with aberration avoiding due to smaller NA number. The
measurements made by CCD camera shows that spatial quality of beam did not change after
it passed through stretcher and compressor.

Amplification with different pulse durations shows limitation of maximum output pulse
energy by Raman scattering excitation and was measured 150 μJ for chirped-pulse duration
50 ps, 300 μJ for 130 ps, and we expected more than 0.5 mJ for 300 ps. Further increase of the
pulse energy needs a longer chirped-pulse duration and an increase of the stretcher-compres‐
sor module size.

Figure 8. Second harmonic generator output power versus time using thermo stabilized compressor module (a) and
nonstabilized one (b).

One of the most important parameters of stretcher-compressor is a temporal stability of
compressed pulse duration. Because there is no 100% diffraction grating efficiency, approxi‐
mately 30% of amplified power is dissipated inside stretcher-compressor module and causes
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misalignment of compressor due to thermo expansion of mechanical parts. The requirement
for thermomechanical stability of stretcher-compressor elements increases with a decrease in
compressed pulse duration. The thermal stabilization of the stretcher-compressor module can
significantly improve temporal stability of the compressed pulse. Most dramatically, the effect
of temporal detuning of compressor can by observed by the subsequent second harmonic
generation. Figure 8 shows temporal dependence of second harmonic power with water
thermo stabilized stretcher-compressor module (a) and without stabilization (b).

In case of no thermo stabilized stretcher-compressor module, fundamental pulse duration
increases up to two times with the gradual heating of the module resulting in significant drop
of the second harmonic generation efficiency. Thermal stabilization by water cooling the
module improves fundamental pulse duration stability and as a result stability of the second
harmonic output power.

2.3. Spectral shaping

It is well known that regenerative amplification with high gain leads to the spectral narrowing
of amplified pulses [7, 8]. To broaden spectrum in the regenerative amplifier, we tried both
extra-cavity and intra-cavity spectral shaping based on the polarization-interference filter
(Lyot filter). This technique is well known but it has been used generally for Ti:sapphire lasers
[7]. The spectral shaper consists of a birefringent quartz plate placed between two polarizers.
To realize optimal spectral shaping, a transmission minimum of the birefringent filter should
coincide with maximum gain spectrum and their widths should be close. To fulfill these
conditions, a quartz plate with thickness of 8 mm was cut along the optical axis and mounted
to the rotation stage to rotate it in two planes for adjusting modulation depth and position of
transmission minimum.

2.4. Double-slab laser and amplifier

The maximum average power of solid-state lasers is limited either by the thermal destruction
of the active medium or by thermo-optical aberrations [16]. Therefore, one of a few methods
of increasing this power in the case of bulk laser media is to increase the active medium length
or to use several active elements in the cavity. To increase the average laser power and
simultaneously to retain the high spatial quality of the output beam, we used a scheme with
two active elements (see also [9, 14, 15]). The optical scheme of a laser amplifier with two active
elements made of Yb:KGW crystals with different orientations of optical axes is shown in
Figure 1. The use of Np- and Ng-cut crystals, which have different spectral-luminescent
characteristics at a corresponding orientation of the polarization vector of generated or
amplified beams, makes it possible to widen the gain band and thus generate or amplify more
broadband chirped or femtosecond pulses [10]. The crystals were 5 mm long and contained
3% of ytterbium ions, which ensured a good (above 70%) absorption of the pump radiation
[18]. Similar to the case of the master oscillator, the pump beam and cavity mode sizes were
matched by a longitudinal shift of the active elements. To eliminate possible modulation of the
spectrum, the faces of the active elements were antireflection coated and inclined at an angle
of ~30’. As pump sources, we used two fiber-coupled laser diode arrays with a maximal output
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power of 70 W each. The depolarization of the pump radiation was minimized using a short
(30 cm) optical fiber 200 μm in diameter with the numerical aperture NA = 0.22. The pump
beams from the fiber output were collimated and focused through dichroic mirrors into the
active crystal to a spot with a diameter of about 320 μm, which is close to the diameter of the
TEM00 cavity mode. This mode was calculated by the well-known ABCD matrix method taking
into account the astigmatic thermal lenses induced in the active elements by the pump
radiation. Using the LASCAD software, the focal length of these lenses was calculated to be
480–550 mm for the Np-cut crystal at an incident power of 30 W. These values are in adequate
agreement with the literature data [19, 20] and are confirmed by our measurements [18].

We used this laser as a standalone oscillator and as a regenerative amplifier. As an output
mirror in this oscillator, we used a thin-film polarizer in combination with a quarter-wave
plate, which was rotated to obtain the maximum output power at a given pump power. For
electro-optic Q-switching, we used a Pockels cell based on a β-BaB2O4 (BBO) crystal and
controlled by a special driver. The pulse repetition rate was smoothly changeable from single
pulses to 1000 kHz.

The output laser power in the CW regime in the cases of using single active element and two
elements simultaneously is shown in Figure 9 versus the pump power incident on the crystals.
The maximum output power was 12.5 and 9 W at a slope efficiency of 47% and 37% for Ng-
and Np-cut single crystals, respectively. Note that the output powers for the crystal in which
the polarization vector of the laser beam is parallel to the Np axis (E||Np) are higher than
for the crystal with E||Nm despite a smaller stimulated emission cross section [9]. This
behavior of power can be explained, in our opinion, by different spectral losses in the cavities
with crystals emitting at different wavelengths. The maximum output power in the case of
two crystals in the cavity was 18.5 W at a pump power of 72 W, which yields the total and
slope efficiencies of 25% and 35%, respectively. The laser radiation spectrum was centered at
a wavelength of 1035 nm, and its width did not exceed 1 nm.

Figure 9. CW output power of laser as a function of incident pump power on crystals in CW mode operation for each
single- and dual-slab configuration [15].
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Note that the output laser power was maximized in measurements for each pump power by
optimal adjustment of the quarter-wave plate. As can be easily shown, this measurement
method leads to an underestimation of the slope efficiency. It is this fact that can explain the
considerable difference in the slope efficiencies of single- and two-crystal lasers at close total
efficiencies (27–30% and 25%, respectively).

The maximum output power obtained in the case of Q-switching reached 16 W at a pulse
repetition rate of 100 kHz and 14 W at a repetition rate of 500 kHz (Q-switching time 800 ns).
This decrease in the average power with respect to the CW regime can be explained by
additional losses introduced by the electro-optic Q-switch. As the Q-switching time decreased
to 400 ns, the output power decreased by three times, which obviously occurred because this
time was too short for oscillation development. The output pulse duration, determined mainly
by a rather long length of the cavity, was 20 ns. The width of the spectrum was 16 nm, which
points to a pronouncedly multimode regime. The spectrum had two peaks, at wavelengths of
1035 and 1043 nm, which correspond to the spectral maxima of the gain coefficient for the two
used crystals.

We optimized our laser by better alignment of the beam size of pump and laser modes in laser
crystals at high pumping levels [21, 22]. This was achieved by moving the mirror CM1 along
the optical axis. To suppress thermal losses, the thickness of the laser crystal was also reduced
from 2 to 1.2 mm. The optimization results are shown in Figure 10. After optimization of the
laser, output power increased by 32% from 18.5 to 24.5 W at incident pump power of 110 W.

Figure 10. Output power of Q-switched laser versus incident pump power at repetition rate of 200 kHz for different
dual-crystal configurations.

Output beam profiles measured using a CCD camera at distance of 1 m from output of
compressor was symmetric with beam diameter of 4 mm at e−2 intensity level and nearly
Gaussian. Increasing of the output power above 15 W resulted in gradual distortion of beam
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profile and transformation of beam cross section into the slightly elliptical one as shown in
Figure 5(b). However the beam quality parameter M2 was measured to be below 1.5 even at
the laser output power of 22 W as shown in Figure 11.

Figure 11. Near-field images and beam qualities M2 of the laser output for different dual-crystal configurations.

3. Performance of the Yb:KGW femtosecond laser system

When the regenerative amplifier was seeded by stretched pulses, we investigated the output
power, spectrum, and pulse shape after compression under different conditions. Our meas‐
urements showed that the output power after regenerative amplifier increased up to a value
of 21 W when the time gate was increased up to 400 ns and the number of round trips was 24.
And then the output power saturated at same value as the time gate increased up to 29 round-
trips. It means that the gain is balanced by losses. Figure 12 shows that the output power is
practically linearly dependent on the incident pump power. It means the absence of such
parasitic effects restricted gain as amplified spontaneous emission (ASE) and parasitic
oscillations. We measured the output power with spectral shaping in addition. There was a
power reduction of about 5% when the spectral shaping using a Lyot filter is applied outside
the cavity. The compressor and the picker are making a loss, which reduces output power by
25% (15 W).
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oscillations. We measured the output power with spectral shaping in addition. There was a
power reduction of about 5% when the spectral shaping using a Lyot filter is applied outside
the cavity. The compressor and the picker are making a loss, which reduces output power by
25% (15 W).

High Energy and Short Pulse Lasers46

Figure 12. Average output power after RA as a function of incident pump power.

The laser system can operate in the repetition rate range of 50–500 kHz. In this range, the output
power is almost not dependent on repetition rate. The single pulse energy was measured to
be 300 and 30 μJ at repetition rates of 50 and 500 kHz, correspondently, that is important for
microprocessing applications. Maximum pulse energy at 50 kHz was limited by Raman
scattering excitation in Yb:KYW crystal that was observed in the experiment [23, 24]. Pulse
shape at this repetition rate is distorted phase-modulation of the pulse at the Kerr nonlinearity
[24].

Figure 13. (a, b) Spectra and (c, d) intensity autocorrelation traces (black-experimental data, red-fitting) of output puls‐
es at incident pump power of 67 W and repetition rate of 200 kHz without spectral shaping (a, c) and with spectral
shaping (b, d). Insets show the output beam profile (b) and autocorrelation trace in the range of 5 ps (d) [15].
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The shape of the output spectrum for equal pump power in both arms of pumping is shown
in Figure 13(a). The gain narrowing effect is noticeably well—FWHM spectral width is ~1.5
times narrower compared with the spectrum of master oscillator pulses. Compression
provides 265 fs output pulses under this condition as shown in Figure 13(c).

This gain narrowing effect can be suppressed, for example, by making the pump power of
Yb:KYW crystals not to be equal [9]. We changed the pump power launched on the Np-cut and
Ng-cut crystals to the ratio of 3:2 [15]. The experimental measurements showed that the spectral
width became broader and its shape was modified considerably. In this case, the spectral width
was measured to be 11 nm and the pulse length was measured to be 210 fs for assuming
sech2 profile. This method has a drawback that the restriction of pumping power on one crystal
results in the restriction of total output power in expense of pulse width. For example the
output power dropped 37% in our experimental conditions.

Another way to suppress the spectrum narrowing is to use preliminary spectrum shaping [11]
as it was discussed earlier. The example of output spectrum for extra-cavity spectrum shaping
by filter Lyot is shown in Figure 13(b). The optical spectrum showed a characteristic “bell”
shape with a spectral FWHM bandwidth of 11 nm. Such a bandwidth provides smooth output
pulse with width of intensity autocorrelation trace 305 fs that gives the pulse length of τFWHM

= 182 fs for sech2 pulse profile as shown in Figure 13(d). This pulse length is close to the pulse
length of 160 fs defined by aberrations in the stretcher-compressor module. To measure the
ultrashort pulse width, we used a PulseCheck autocorrelator (APE GmbH). The inset of
Figure 13(d) shows that there is no noticeable peak beyond the range of 1.5 ps.

Inserting a spectrum shaper inside the cavity of regenerative amplifier, we obtained approx‐
imately the same spectral width but less output power of about 20%. It is connected with
accumulated effect of intra-cavity losses by Lyot filter inside the cavity. Thus combination of
Lyot filter outside the cavity as a spectral shaper and identical pump power for two slabs in
the dual-slab regenerative amplifier provides optimal condition of output power and pulse
length.

Beam quality M2 of output beam was below 1.2 at output power <12 W that allows the beam
focusing to small spot size of 5–10 μm. High average output power, with more than tens of
μJ, and beam quality are important for industrial microprocessing applications.

4. Microhole drilling for processing drawing dies using ultrafast Yb:KGW
laser

Laser micromachining techniques are currently used due to the broad applications across the
manufacturing sectors. Among the major applications, laser microhole drilling and cutting
have much attention. For microhole drilling, the conventional fabrication method, lithography,
which requires advanced facilities and numerous multiple steps, is limited in material type
and geometry. Currently used drilling and cutting with nanosecond (ns) or longer pulsed laser
are always accompanied with contamination to the surrounding material, melt zone, and
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recast layer. Although the geometrical precision could be improved by using ns laser techni‐
ques, the quality and precision achievable are still limited due to the subsequently uncontrolled
deposition of the melt. Due to the high energy input and thermally induced stress, drilling and
cutting using picosecond pulsed laser still have disadvantages, e.g. cracks and heat-affected
zone in the surrounding area. Not only the accuracy but also the reliability of the process is
affected. For ultrafast lasers, energy deposition occurs on a timescale that is short compared
to atomic relaxation processes. Ultrafast lasers suppress thermal diffusion and thus reduce
heat-affected zone.

When processing transparent materials with ultrafast laser, the high intensity of focal volume
induces multiphoton or tunnel ionization, and then subsequent electron heating or avalanche
ionization, which gives rise to the efficient absorption of light. This phenomenon is observed
by the nonlinear nature of the ultrafast laser interaction with the transparent materials. This
generates the unique capability of transparent material processing using ultrafast laser.

Figure 14. Scanning electron microscope (SEM) views of the structure on bearing land in drawing dies (a) using femto‐
second (fs) laser and (b) using nanosecond (ns) laser.

Its promising application is drawing dies-hole drilling. Wire drawing is a deformation and
metalworking process used to reduce the cross-section of a wire by pulling the wire through
a drawing die. For drawing very fine wire, a single crystal diamond die is used. The drawing
die consists of three zones: cone-shape entrance, bearing land, and back relief. The die bearing
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determines the size of the wire. As demand for microwire increases across the manufacturing
sectors, large scale machines are currently used to produce wire of microlevel, but it is not
economical in an industry. Micromachining with ultrafast laser, which made the hole size
small, has been reported. Smooth surfaces, also, are generally preferred for precision machin‐
ing. Figure 14 shows the SEM view of the bearing surface of drilled hole in dies. The compar‐
ison with fs and ns laser drilling results shows the advantage of fs laser drilling. Figure 14(a)
shows a ripple for which spacing is generally <200 nm. The orientations of the ripple structures
are parallel to each other. Similar ripple structure has been observed in various materials for
fs laser drilling. Uneven and rough structures are shown in Figure 14(b). It is clear that the
material removal during the dies-hole drilling is accomplished by the formation of melt.
Compared with two methods, micromachining with ultrafast laser creates much cleaner and
smoother hole.

Ultrafast laser micromachining is an emerging technology for high-precision and cold-ablation
material processing. For its advantages and potential uses, suitable ultrafast laser and laser
operating parameters such as wavelength, repetition rate, average power, pulse duration, spot
size, beam quality, and sample moving speed must be selected to achieve desired high-quality
micromachining. In the near future, ultrafast laser micromachining will be used in various
sectors including sub-micron material processing, surface structuring, photonics devices,
biomedical devices, microfluidics, displays, and solar applications.

5. Conclusion

In conclusion, a room-temperature, diode-pumped, dual-crystal Yb:KGW laser operating as a
Q-switched oscillator or regenerative amplifier has been developed where the gain bandwidth
was extended by using Ng-cut + Np-cut or Ng-cut + Ng-cut configuration. It was shown that
fine-tuning the mode sizes in the crystals in the resonator with high pump power is important
to obtain the maximal output power since thermal effects change the operation point in the
stability zone and mode matching conditions. It was demonstrated simply by shifting the
position of the end mirror along optical axis in the resonator. Optimization of the laser
resonator increased the output power from 18 to 24 W in case of Q-switched oscillator and
from 17 to 21 W in case of regenerative amplifier. Such optimization of laser resonator improves
not only output power but also stability of laser operation, especially for Ng-cut + Ng-cut crystal
configuration, that is manifest in reduction of output power fluctuations.

The use of this regenerative amplifier enabled to create compact, high average power, high
brightness, diode-pumped femtosecond Yb:KGW laser system. This laser, which utilized a
CPA MOPA laser scheme, consisted of master oscillator, regenerative amplifier, and stretcher-
compressor module. It was capable of delivering 15 W of average output power with a pulse
duration down to 182 fs high in a nearly diffraction limited output beam (M2~1.2) at pulse
repetition rates of 50–500 kHz.

This level of output power and quality of a laser beam are practically the same as the output
power of Yb:KGW/Yb:KYW thin-disk lasers with medium level of output power [6, 9].
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However laser heads based on volume laser media are considerably easier and cheaper
compared with those based on thin-disk configuration. Subsequent development of multi‐
crystal laser approach will be able to increase output power on the level of high-power thin-
disk lasers.

The achieved level of radiation parameters allows to successfully use this femtosecond laser
for ultrafast micromachining in various applications including sub-micron material process‐
ing, surface structuring, creating photonics devices, biomedical devices, microfluidics,
displays, and solar applications.
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Abstract

In this chapter, the principle, design, and characteristics of high-efficiency, short-pulse-
pumped, few-cycle optical parametric chirped-pulse amplification (OPCPA) systems
are reviewed. To this end, the feasibility of two techniques to increase the conversion
efficiency of few-cycle OPCPA systems is demonstrated and discussed. The techni‐
ques result in 2.5 mJ, 7.5 W pulses and correspond to a pump-to-signal conversion
efficiency of  30%.  The broadband amplified spectrum supports  5.7  fs.  Finally,  the
feasibility of extending the amplified spectrum to a near-single-cycle regime by using
the combination of different crystals and phase matching is shown.

Keywords: optical parametric chirped-pulse amplification, Yb:YAG thin-disk laser,
attosecond pulse, femtosecond laser

1. Introduction

The  new  generation  of  femtosecond  technology  based  on  short-pulse-pumped  optical
parametric chirped-pulse amplification (OPCPA) [1] holds promise for scaling the peak power
and average power of few-cycle pulses simultaneously. This progress would benefit a number
of fields, notably attosecond science [2, 3] by allowing to scale attosecond pulse generation at
higher photon energy and higher flux.

In OPCPA, the amplified bandwidth is not limited by the energy level structure of a laser
medium or gain narrowing [4], as is the case in laser amplifiers [5]. Therefore, OPCPA appears
to be the method of choice for the production of ultrashort pulses (down to the few-cycle
regime) at high peak and average power. Employing short pulses (several-ps to sub-ps) to

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
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pump an OPCPA allows higher peak intensity in the nonlinear medium as the damage
threshold intensity of materials scales with the inverse square root of the pulse duration [6].
The high pump intensity makes it possible to achieve the required gain in a shorter crystal,
which leads to greater amplification bandwidth.

Further advantage with a short crystal is that the effect of transverse walk-off is reduced, the
temporal contrast can be enhanced, and stretchers and compressors can be simpler. However,
the crystal length does not decrease as rapidly as the pulse duration, so the temporal walk-off
relative to the pulse duration increases for short pulses. A simple analytical analysis shows
that the optimum pump-pulse duration to achieve a high conversion efficiency and a broad‐
band gain is around 1 ps [7].

Nevertheless, all these advantages of short-pulse-pumped OPCPA remain useless without an
efficient, reliable, and powerful pump source. Such pump lasers are required to deliver high-
energy near-1-ps pulses with near-diffraction-limited beam quality at repetition rates in the
kHz to MHz range.

Heretofore, due to the lack of suitable pump lasers, the few-cycle OPCPA delivered either
high-energy pulses at a low repetition rate [8, 9] or low-energy pulses at a high repetition rate
[10]. Nowadays, Yb-doped lasers in the thin-disk, fiber or slab geometries [1, 11–15] are capable
of delivering high-energy, high average power pulses with ps-pulse duration. Among these
laser technologies, the recent advances in Yb:YAG thin-disk lasers have started to fulfill the
criteria for suitable pump sources for OPCPA systems and hold promise to change the current
state of the art of OPCPA systems to few-cycle pulses with higher energy and average power
[1, 16].

This chapter is devoted to the recent progress in Yb:YAG-pumped, few-cycle OPCPA systems.
In Section 1, a brief overview on the fundamentals of OPCPA is presented. In Sections 2 and
3, novel techniques for increasing the conversion efficiency are discussed. In Section 4, a
technique for extension of the amplification bandwidth is discussed.

In a medium with second-order nonlinearity, a high-energy photon (called pump) can decay
to two newly generated photons with lower frequencies (called seed and idler). In the presence
of initial seed photons, the decay of pump photons is stimulated and consequently more
photons at the seed frequency are generated. The seed photons after amplification are named
signal and the process is called optical parametric amplification (OPA). The frequency of the
generated signal and idler photons is defined by the conservation of energy. However, the
amplification bandwidth can be increased by fulfilling conservation of momentum between
pump, signal, and idler pulses, which can be tuned by the type, thickness, and temperature of
the nonlinear medium and also the geometry of the three interacting beams.

To obtain a strong pump-to-signal and idler energy conversion, the spatial and temporal
overlap between seed and pump pulses in the nonlinear medium should be maximized. The
optimum temporal overlap between the pump and seed pulses can be ensured by temporal
stretching of the seed pulses to the temporal window of pump pulses. This technique is the
combination of chirped-pulse amplification (CPA) [17] and OPA, hence called optical para‐
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In addition to the above-mentioned parameters, the conversion efficiency in OPA or OPCPA
systems also depends on the thickness of the nonlinear medium, peak intensity of the pump
pulses, and the initial seed energy. Conversion efficiency scales up by increasing the thickness
of the nonlinear medium as long as the phase-matching condition (conservation of momen‐
tum) between the three interacting beams is satisfied. At higher pump peak intensity to
induced nonlinear polarization in the nonlinear medium is stronger and therefore larger
amplification is achieved. Moreover, by increasing the seed-to-pump energy ratio, the
conversion efficiency at lower amplification gain can be achieved.

The optimization of the pump-to-signal conversion efficiency of multicycle OPCPA systems
has been the subject of several studies [18–22]. In the next two sections, the feasibility and
realizability of two techniques to increase the conversion efficiency of few-cycle OPCPA
systems are discussed.

2. Recycling the pump energy

In optical parametric amplification, the behavior of the gain over the length of the nonlinear
medium can be divided into three main regions (Figure 1(a)). In the beginning, the energy of
the amplified signal has an exponential growth due to the generation of the idler field that
enhances the amplification process (region A). In region B, the gain drops gradually as the
pump energy is reduced, and the growth of the signal power becomes approximately linear.
When the pump beam has been locally depleted at some point in time and space, back
conversion sets in and further reduces the gain. In region C, back conversion dominates, and
the signal power drops. In the case of pulses with Gaussian spatiotemporal profile, the
depletion mainly occurs at the center of the pulse, where the intensity is highest. Therefore,
the back conversion already starts before the complete depletion of the pump. Because back
conversion depends on both signal and idler beams, it can be reduced by removing the idler
between the stages of a multistage OPCPA.

To explore this option, three different designs (as shown in Figure 1(b)) are simulated and
compared using the SISYFOS code [23]. In all designs, the amplification takes place in a type-
I BBO crystal, where the angle between the Optical axis and the signal is 22°, and the noncol‐
linear angle between the pump and the signal in the tangential phase-matching geometry is
2.7°. The pump have a Gaussian beam and pulse shape, and the seed have the Gaussian beam
shape and a super-Gaussian spectrum of order 4, ranging from 600 to 1100 nm and linearly
chirped to 1.1 ps pulse duration. Higher-order nonlinear effects and parasitic processes were
not taken into account.

Figure 1(c) compares the three simulated OPCPA systems. The first configuration (Design 1
in Figure 1(b)) consists of a single OPCPA stage using a 2 mm thick BBO crystal, with 7 mJ of
pump energy at a peak intensity of 80 GW/cm2, which results in a conversion efficiency of 14%.

The second design (Design 2 in Figure 1(b)) has two stages, and the idler beam is removed
between the two stages. This reduces back conversion in the second stage and allows operation
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in a regime with stronger pump depletion. Temporal and spatial overlap of the beams could
be readjusted between the stages, and a further advantage with the two-stage design is that
the phase-matching of the crystals can be tuned slightly differently to optimize the total
bandwidth. The crystal lengths for the two stages are 1.2 and 0.7 mm, respectively. The second
stage is pumped by the residual pump energy from the first stage resulting in a conversion
efficiency of 34%.

Figure 1. (a) Qualitative behavior of OPCPA amplified energy over the length of the nonlinear medium. (b) Three
OPCPA designs are discussed in the main text. Design 1 consists of one OPCPA stage. Designs 2 and 3 consist of two
OPCPA stages, where the residual pump energy after the first OPCPA stage is reused in the second stage. In Design 3,
the pump after the first amplification stage is resized to increase the pump peak intensity. (c) Calculated amplified sig‐
nal energy over the crystal length for the three different designs.

The third configuration (Design 3 in Figure 1(b)) is a two-stage OPCPA system similar to the
second design except that the pump-beam size between the two stages is reduced to compen‐
sate the reduction in the pump intensity after the first stage of amplification and therefore the
efficiency in the third design reaches 39%.

All three designs are capable of supporting the ultrabroad amplification bandwidth necessary
for a few-cycle pulse durations. The detailed parameters of the simulations are shown in

High Energy and Short Pulse Lasers58



in a regime with stronger pump depletion. Temporal and spatial overlap of the beams could
be readjusted between the stages, and a further advantage with the two-stage design is that
the phase-matching of the crystals can be tuned slightly differently to optimize the total
bandwidth. The crystal lengths for the two stages are 1.2 and 0.7 mm, respectively. The second
stage is pumped by the residual pump energy from the first stage resulting in a conversion
efficiency of 34%.

Figure 1. (a) Qualitative behavior of OPCPA amplified energy over the length of the nonlinear medium. (b) Three
OPCPA designs are discussed in the main text. Design 1 consists of one OPCPA stage. Designs 2 and 3 consist of two
OPCPA stages, where the residual pump energy after the first OPCPA stage is reused in the second stage. In Design 3,
the pump after the first amplification stage is resized to increase the pump peak intensity. (c) Calculated amplified sig‐
nal energy over the crystal length for the three different designs.

The third configuration (Design 3 in Figure 1(b)) is a two-stage OPCPA system similar to the
second design except that the pump-beam size between the two stages is reduced to compen‐
sate the reduction in the pump intensity after the first stage of amplification and therefore the
efficiency in the third design reaches 39%.

All three designs are capable of supporting the ultrabroad amplification bandwidth necessary
for a few-cycle pulse durations. The detailed parameters of the simulations are shown in

High Energy and Short Pulse Lasers58

Table 1. In what follows, the experimental realization of the third design is demonstrated and
discussed. The third design is chosen as it supports the highest conversion efficiency in the
above-mentioned study.

Design 1 Design 2 Design 3

1st stage 1st 
stage 

2nd
stage

1st 
stage 

2nd
stage

 L (mm) 2 1.2  0.7 1.2  0.7

  E amp (mJ) 1 1.8  2.4 1.8  2.7

 ϕ p (mm) 2.5 2.5  – 2.5  2

  ϕ s (mm) 2.5 2.5  – 2.5  Damp
*

 Efficiency (%) 14 26  14 26  21

 Overall efficiency (%) 14 34 39

 Damp
* : the diameter of the amplified beam.

Table 1. Parameters used in simulations: Lc, crystal thickness; Es amp, amplified signal energy; ϕp, pump-beam diameter
at full width at half maximum; ϕs, seed beam diameter at FWHM.

2.1. System description

2.1.1. Front end

The experimental OPCPA setup (as shown in Figure 2) consists of a Ti:Sa-based oscillator and
amplifier followed by a broadband nonlinear seed generation scheme, a pump laser, a
temporal jitter compensation system, three OPCPA stages, and a chirped-mirror compressor
[24]. The Yb:YAG regenerative amplifier [25], optically synchronized with the OPCPA seed
[26], delivers 16 mJ, 1.6 ps pulses at full width at half maximum (FWHM) at 3 kHz repetition
rate and its frequency doubled output is used for pumping the OPCPA. However, due to the
long optical beam-path difference between seed and pump pulses, timing fluctuations occur
due to air turbulence, mechanical vibrations of optical components, temperature drifts, and
the finite stability of the front end, which need to be compensated by an active stabilization
system. The timing jitter in our system is reduced to a level of 24 fs (root mean square) by using
an active stabilization system based on spectrally resolved cross-correlation between the
stretched seed and the pump pulse [27].

The broadband OPCPA seed was generated by using a small portion of the output of the Ti:Sa
multipass amplifier (Femtolasers GmbH), providing a spectral bandwidth of 60 nm (FWHM)
centered at 790 nm. These pulses, containing 30 μJ of energy, focused on a 15 cm long hollow
core fiber (HCF) with an inner diameter of 120 μm filled with 4.5 bar of krypton. The pressure
of krypton in the HCF and the group delay dispersion (GDD) of the input pulse were optimized
to obtain the maximum spectral broadening, covering a spectral range from 500 to 1050 nm.
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With this combination of parameters, an overall throughput of 10 μJ pulse energy in a near-
diffraction-limited output beam containing the broad spectrum was achieved (Figure 3(a)).

Figure 2. Block diagram of the OPCPA system. The OPCPA broadband seed pulses are generated from a Ti:Sa regener‐
ative amplifier. The output of a Yb:YAG thin-disk amplifier, after frequency doubling, is used to pump the three OPC‐
PA stages. Finally, a chirped-mirror compressor is used for pulse compression of the broadband amplified pulses.

In order to measure the amount of introduced material dispersion, which needs to be com‐
pensated after the final OPCPA stage, the broadband seed was sent through the entire beam
path without any pump. Pulse dispersion was caused over merely 5.5 mm beam path in BBO,
4 mm path length in SF57 glass, and over 10 m propagation in air. The stretched seed pulses
were characterized by a multishot, second harmonic generation (SHG)-XFROG device
incorporating a 20 μm thick BBO crystal cut at 29° as the nonlinear medium, while a fraction
of the multipass amplifier’s output provided the reference beam. From these measurements,
a second-order spectral phase of 1433 fs2 evaluated at 850 nm was retrieved. This is in excellent
agreement with the GDD introduced by the above components, evaluated as 1403 fs2. The pulse
duration of the seed pulses assuming a Gaussian fit for the retrieved time structure is 1.1 ps
(FWHM), which ensures a sufficiently good temporal matching between the seed and pump
pulses in the OPA stages.

For frequency doubling of the pump laser, a BBO crystal was used. Its high nonlinearity
allowed the use of a relatively short crystal keeping the accumulated B-integral in the system
negligible. Using a BBO crystal of 1.5 mm length, a conversion efficiency as high as 70% with
a good beam quality was obtained. The high SHG efficiency confirms the excellent beam
quality and clean output pulses of the regenerative amplifier. However, in order to definitely
avoid problems related to the B-integral in the OPCPA stages, a 1 mm BBO crystal for the SHG
was chosen, which resulted in a conversion efficiency of 57%.

2.1.2. OPCPA stages and pulse compression

The OPCPA setup consists of three stages. We added an OPCPA-based preamplifier stage in
the experiment in order to boost the seed energy before the two power amplifier stages. This
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stage is necessary to drive the following stages into saturation [7]. Therefore, 1 mJ of the
frequency doubled output of the thin-disk amplifier was used to pump a 1.5 mm BBO crystal,
and an amplified energy of 120 μJ and a 350 nm broad spectrum were achieved in the first
stage (Figure 3(a)). Here, the OPCPA crystal length was chosen to minimize the superfluor‐
escence at the third stage [28].

The following two stages were designed for reaching the highest possible pump-to-signal
conversion efficiency by controlling the idler energy and recycling the pump energy. Up to
7.3 mJ of the pump energy with the peak intensity of 80 GW/cm2 at 515 nm was used for the
second OPCPA stage that employed a 2 mm thick BBO crystal. In this stage, an amplified pulse
energy of 1.77 mJ was obtained. The thickness of the crystal at this stage is adjusted to stop
amplification slightly below the saturation while preserving a good residual pump-beam
quality.

Subsequently, the size of the remaining pump beam was reduced to increase the peak intensity
to 80 GW/cm2 in the third amplification stage. Here, by employing a 2 mm thick BBO crystal,
the amplified energy reached 2.5 mJ. In the last two OPCPA stages, an optical-to-optical

Figure 3. (a) The seed spectrum and the amplified spectra of three OPCPA stages, normalized to the output energy of
each stage. (b) and (c) Conversion efficiencies after the second and third stages, respectively. The conversion efficiency
is defined as the net increase in signal energy divided by the input pump energy of stage two. (d) The detailed parame‐
ters of each OPCPA stage. The total efficiency after each stage is defined as the net increase in signal energy after the
stage divided by the total pump energy of the OPCPA chain. Inset: amplified beam profile after the third stage [7].
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conversion efficiency of >32% was achieved (Figure 3(b) and (c)), which to the best of our
knowledge is the highest reported conversion efficiency for few-cycle OPCPA systems [9, 10,
29, 30]. No measurable superfluorescence background was observed when blocking the signal
beam in front of the first stage.

The simulated boost efficiency in our design study is in good agreement with the experimental
results. Quantitative comparison shows, however, that higher conversion efficiencies were
yielded for a shorter crystal in the simulation than in the experiment. We relate the deviation
from the theoretical prediction to a slight ellipticity in our pump beam, caused by the com‐
pressor of the Yb:YAG amplifier, which limited the effective interaction area between pump
and signal beams.

Figure 4. (a) Retrieved temporal intensity of the compressed pulses after 12 reflections in a double-angle chirped-mir‐
ror compressor measured by SH-FROG. The pulse is compressed to 9.5 fs and holds Fourier transform limit of 5.7 fs.
(c) The calculated GD of retrieved spectral phase for the pumped (blue curve) and unpumped (green curve) OPCPA
chains.

The 350 nm broad amplified signal measured with the Si-based spectrometer supports a
transform-limited pulse duration of 5.7 fs. Preliminary compression, by using 12 reflections
on double-angle chirped mirrors with −30 fs2 GDD per reflection, resulted in a pulse duration
of 9.5 fs (FWHM). The compressor had a total throughput of 80%. The retrieved temporal
intensity profile and retrieved residual group delay (GD) of the pulses are shown in Fig‐
ure 4(a) and (b). Our analytical study shows that the pulse can be compressed to 7 fs by adding
the GD of a 0.5 mm thick fused silica to the measured GD of the pulse. However, to investigate
the origin of the fine oscillation in the retrieved GD, a frequency resolved optical gating (FROG)
measurement of the whole OPCPA chain was performed, but this time without any pumping.
The comparison between two cases in Figure 4(b) shows that oscillations were enhanced by
amplification but did not originate from the OPCPA phase [31]. The peak of the GD is at 760 nm,
which coincides with the wavelength of Ti:Sa amplifier’s pulses and the peak in the spectral
intensity of the seed pulses after the HCF. Therefore, it can be concluded that the measured
residual higher-order chirp is due to the self-phase modulation in the HCF, OPCPA phase,
and the residual oscillations in group delay dispersion of the double-angle chirped-mirror
compressor [32, 33]. The higher-order dispersion and the satellite pulses can be compensated
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by using specially designed chirped mirrors for this system along with the implementation of
spectral smoothing techniques, such as cross-polarized wave generation [34] after the HCF.

The demonstrated highly efficient compact OPCPA system delivers broadband pulses with
2.5 mJ energy supporting a two-cycle pulse at a repetition rate of 3 kHz. Our simple OPCPA
design shows that, by extraction of the idler energy and optimization of the pump peak
intensity, a higher conversion efficiency can be achieved. The output of the system ensures to
be compressible to its two-cycle transform limit by using specially designed chirped mirrors.
The system also has the capability to operate with a stabilized carrier envelope phase (CEP)
by stabilizing the Ti:Sa oscillator. These features make the reported OPCPA system a suitable
driver for high harmonic generation (HHG) [35].

In the next section, an alternative method to achieve high conversion efficiency as well as
uniform amplified spectrum is discussed.

3. Controlling the deposition of pump energy

In this section, the realizability of a second novel technique that allows the simultaneous
increase in the spectral bandwidth and optical conversion efficiency of OPCPA systems is
discussed. This approach is based on a patent application by Deng and Krausz [36].

In the conventional OPCPA systems, similar to the one described in Section 2, the seed-pulse
duration is designed to be a fraction of pump-pulse duration in order to maximize the energy
conversion. Here as the seeds are strongly chirped, the temporal intensity profile of the pump
pulses has to be nearly constant to ensure uniform amplification for the entire seed spectrum.
Therefore, for pump pulses with Gaussian temporal profile, the seed pulses have to be
considerably shorter than the pump pulses. Consequently, the pump energy is not consumed
efficiently and the relative seed-to-pump pulse duration ratio will be a compromise between
the amplification bandwidth and the conversion efficiency.

These deficiencies can be overcome if OPCPA seed pulses are linearly stretched to several times
longer than the pump pulses. Subsequently, different fraction of seed pulses can be temporally
overlapped with pump pulses and are amplified in different OPCPA stages.

This technique enables the controlled deposition of pump energy in the subsequent temporal/
spectral locations along the chirped seed pulse [36]. Furthermore, by controlling the amplifi‐
cation gain in each stage, the spatiotemporal profile of the pump pulses can be shaped into a
flat-top pulse. By tuning the phase-matching angle of the crystal to the central wavelength of
the seed pulse, the ultimate amplified spectrum can be shaped and a broader amplified
bandwidth is gained. In addition, by reusing the pump energy after each amplification stage,
the total conversion efficiency is increased.

3.1. Theoretical analysis

Figure 5 shows simulation results for three different OPCPA designs. The simulation’s input
parameters are similar to the ones presented in Section 2.
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In the first design, the residual pump energy after the first amplification stage is used to pump
the second stage and ultimately the residual pump energy after the second stage is used to
pump the third stage.

Due to the Gaussian shape of the pump in time and space, the energy extraction takes place
primarily in the middle of the pump. Therefore, the wings are mostly left unaffected with a
signature of energy back conversion at the center, due to the fact that this part of the pump
possesses the highest peak intensity. In this design, the OPCPA pump-to-signal conversion
efficiency is increased to 43% compared to the OPCPA system demonstrated in Section 2
(Figure 5(b) and (c)).

Figure 5. (a) Three designs are discussed in the main text. Design 1 consists of three OPCPA stages, where the residual
pump energy after each amplification stage is reused in a subsequent OPCPA stage. Design 2 consists of two OPCPA
stages. Here, the seed pulses are temporally stretched to twice the pump-pulse duration, and the residual pump ener‐
gy after the first OPCPA stage is reused in the second stage. In Design 3, the seed pulses are temporally stretched to
triple of the pump-pulse duration, and the residual of the pump energy is reused after each amplification stage. (b)
Calculated amplified signal energy over the crystal length and their corresponding spectra (c) for the three different
designs [7].

In the second design, the seed pulses are stretched temporally to twice the pump-pulse
duration. The blue part of the seed spectrum is amplified in the first OPCPA stage by adjusting
the temporal overlap between pump and seed pulses. Subsequently, the pump pulses after the
first stage are reused to amplify the red part of the spectrum at the second stage. In this design,
the pump-to-signal conversion efficiency reaches 45% indicating the good pump-energy
extraction while the beam quality of the amplified signal is maintained (Figure 5(b) and (c)).

The 45% conversion efficiency achievable from the second design is not drastically different
from the 38.6% efficiency achievable from the case where the seed and pump pulses have the
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same pulse duration (as discussed in Section 2) as the pump pulses after the first amplification
stage in both cases maintain a good spatiotemporal profile.

The gain and the shape of the amplified spectrum can be further optimized by adjusting the
phase-matching angles of the crystal in each stage to tune the amplification for the selected
part of the spectrum, which is not investigated in this study.

In the third design, the seed pulses are stretched three times the pump pulses and amplified
in three subsequent OPCPA stages, while the residual pump energy of the preceding stage is
used to pump the subsequent stage. The bluest frequencies of the seed spectrum are amplified
in the first stage, while the reddest frequency components are amplified in the third OPCPA
stage. The pump-to-signal conversion efficiency in this design reaches 57%, which is a
noticeably higher value compared to the other designs (Figure 5(b) and (c)). The spectral
narrowing for Designs 2 and 3 is caused by a suboptimal stretching factor of the input signal
and phase-matching angle of the crystal. The optimizations of these parameters are cumber‐
some in simulation but straightforward in an experimental setup.

3.2. Experimental setup

The seed pulses of the OPCPA system described in Section 2 are stretched after the first
amplification stage by using an 8 mm thick SF57 plate at Brewster’s angle. The blue frequencies
of the seed spectrum were amplified to 4 W by adjusting the temporal delay between the seed
and pump pulses and adjusting the phase-matching angles of the BBO crystal (blue curve in
Figure 6(a)). In the next OPCPA stage, the amplification is moved to the second half of the seed
spectrum gaining 6 W of the total amplification (Figure 6(a), pink curve).

Figure 6. (a) The experimental demonstration of Design 2. The seed pulses are heavily stretched by using an 8 mm
thick SF57 plate. The higher frequencies in the spectrum are amplified first (blue curve). The residual of the pump en‐
ergy is used to amplify the lower frequency components of the spectrum (pink curve). (b) The gray curve shows the
amplified spectrum in the similar OPCPA system without any spectral stacking (gray curve) compared to the ampli‐
fied spectrum shown in (a) (blue curve). (c) Further stretching of the seed pulses by using a 12 mm thick SF57 plate
results in appearing of a hole in the amplified spectrum (purple curve) [7].

The same setup, after removing the bulk stretcher, resulted in 6.2 W of amplification after the
third stage. As shown in Figure 6(b), the amplified spectrum of the stacked OPCPA is more
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uniform due to the even amplification gain. The red wing of the spectrum carries more energy
in the stacked OPCPA compared to the amplified spectrum achieved from the system
discussed in Section 2. Moreover, the spectral spike at 780 nm is heavily suppressed. Fig‐
ure 6(c) shows amplified spectrum for a similar system but with a larger stretching factor.
Here, after stretching the seed pulses using a 12 mm thick SF57 plate, 5 W of the average power
was obtained. It can be seen that the amplified spectrum contains a hole, leaving the 8 mm
thick SF57 plate, the optimum thickness for temporal stretching of the seed pulses.

Temporal stretching of the signal pulses to twice the pump-pulse duration, demonstrated in
this section experimentally, did not show further increase in the OPCPA conversion efficiency
compared to the scheme realized in Section 2. This similarity in the conversion efficiency is
due to the fact that the spatiotemporal quality of the residual pump pulses after one amplifi‐
cation stage is preserved for both cases.

However, it is shown analytically that the further temporal stretching of seed pulses results in
the increase in the conversion efficiency, as the spatiotemporal quality of the remaining pump
pulses after two amplification stages is preserved just for the case of heavily chirped input
seed.

4. Gain bandwidth engineering

The bandwidth of the amplified spectra, as discussed in the previous sections, can be extended
further by using different crystals or a crystal with different phase-matching angles. The
combination of BBO and LiB3O5 (LBO) crystals can be used to extend the amplified spectrum
to longer frequencies, as the BBO crystal does not support amplification for spectral compo‐
nents above 1.1 μm. The amplified spectrum in both crystals supports near-single-cycle pulses,
which is not unobtainable with solely either of them.

To this end, the broadened seed spectrum generated in the HCF subsequently focused on a
4 mm Y3Al5O12 (YAG) crystal to extend the spectrum to 1400 nm and is amplified in an OPCPA
chain similar to the system described in Section 2. Combinations of LBO and BBO crystals at
different OPCPA stages are used to increase the amplification bandwidth. The first OPCPA
stage was optimized to amplify a broad spectral range from 750 to 1400 nm up to 50 μJ energy
in a 2 mm LBO crystal. In the second stage, a 2 mm BBO crystal was employed. The amplified
spectrum measured in this stage, using an Si-based spectrometer, spans from 670 to 1100 nm
and contained 1.1 mJ energy. Finally at the third stage, 1.8 mJ energy was obtained in a 3 mm
LBO crystal.

The amplified spectra at each OPCPA stage, normalized to their energy, are shown in
Figure 7. The amplified spectrum obtained after the third stage supports 4.3 fs transform-
limited pulses (FWHM). The preliminary pulse compression was performed by using a set of
chirped-mirror compressor designed for spectral wavelength of 700–1300 nm. Figure 7(b)
shows the pulse compression to 9 fs measured with an SH-FROG containing a 10 μm BBO
crystal. The retrieved spectrum from the FROG measurement is in a good agreement with a
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spectrum measured after the third OPCPA stage. Pulse compression to its Fourier transform
limit would require a specially designed chirped-mirror compressor for compensating the
higher-order chirp.

The conversion efficiency of the system can be optimized further by using a longer crystal in
the last OPCPA stage without relinquishing the amplified spectral bandwidth.

As shown in this section, the utilization of different well-selected nonlinear crystals extends
the OPCPA gain bandwidth substantially. The realized three-stage OPCPA system, using one
BBO and two LBO crystals, delivers 1.8 mJ pulses with a Fourier transform limit of 4.5 fs. The
system supports shorter pulse duration than an all-LBO three-stage OPCPA system with 5.3 fs
(FWHM) pulses. The reported extension of the amplified spectral bandwidth is crucial for
experiments that rely on high-energy, single-cycle pulses.

Figure 7. (a) Amplified spectra in a three-stage OPCPA system. A 2 mm LBO crystal is used to amplify the spectral
components from 750 to 1400 nm in the first OPCPA stage. In the second stage, the spectral components from 680 to
1100 nm were amplified in a 2 mm BBO crystal and finally in the last stage a 3 mm LBO crystal is used to boost the
amplification to 1.8 mJ. (b) Measured and retrieved SH-FROG traces (top) and the retrieved spectrum and temporal
profile of the pulses (bottom) of the OPCPA system [7].

5. Summary

In this chapter, three few-cycle OPCPA systems operating at the near-infrared spectral range
and pumped by the second harmonic generation of a Yb:YAG thin-disk amplifier were
reviewed. The feasibility of increasing the conversion efficiency of the system by reusing the
pump energy after each amplification stage, in the subsequent OPCPA stages, was demon‐
strated. It was shown that by controlled deposition of pump energy in different parts of the
seed spectrum, high conversion efficiency along with a smooth amplified spectrum can be
achieved. Furthermore, the feasibility of TW-level monocycle OPCPA systems was studied by
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using different crystals in different amplification stages. In addition to the presented systems,
different harmonics of the Yb:YAG amplifier can be used to pump few-cycle pulses in visible
or mid-infrared spectral range [16].

6. Outlook

The capabilities of the current high harmonic generation sources, based on CPA Ti:Sa tech‐
nology, are limited to energies around a few hundred eV and to pulse durations of several tens
of attoseconds. This limitation originates from a deficiency of the current laser technology that
can either provide pulses with ultrahigh (petawatt) peak powers at relatively low repetition
rates or moderate peak power (gigawatt) pulses at kHz repetition rates. Scaling attosecond
pulses to high repetition rates and photon energies as high as several keV demands few-cycle
laser systems with high peak and average power, which is beyond the performance of the
current laser technology.

Figure 8. Attosecond X-ray diffraction: as a coherently induced charge oscillation takes place in an atom or molecule,
an incident X-ray pulse takes a diffraction snapshot of the electron distribution at the time of interaction; changing the
time delay between the source of the excitation and the attosecond pulse allows for the temporal evolution of the
charge density to be directly measured in time and space. The figure represents the simulated dynamic of hydrogen
atoms when they are exposed to 100-as, X-ray pulses and are excited into the 1S-2P coherent superposition state. As
shown, the electron dynamic can be reconstructed by means of attosecond X-ray diffraction spectroscopy [3].
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OPCPAs are scalable in terms of peak and average power and directly benefit from the
availability of turn-key, industrial-grade ps-pump lasers. For more than two decades, power‐
ful, cost-effective ps pump sources have been unavailable. Nowadays, diode-pumped
ytterbium-doped lasers in the thin-disk geometry are able to deliver 1 ps scale pulses at
kilowatt-scale average power, in combination with terawatt-scale peak powers. By merging
these two existing technologies, and comprising OPCPAs driven by ytterbium-based pump
lasers, the new generation of femtosecond technology will combine terawatt-scale peak powers
with kilowatt-scale average powers in ultrashort optical pulse generation opening new path
in the generation of isolated attosecond pulses with higher flux and photon energies.

The increased photon flux will greatly expand the applicability of attosecond spectroscopy to
scrutinizing phenomena where current-generation sources delivered signal near or below the
noise level, whereas shorter wavelengths provide direct access to electronic motions on
increasingly shorter length scales from nanostructures toward atomic dimensions.

The availability of attosecond X-ray pulses could lead to resolve the spatiotemporal motion of
electrons in their ultimate resolution, picometer-attosecond resolution, via attosecond X-ray
diffraction spectroscopy (Figure 8).
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Abstract

The brilliance of a laser-produced soft X-ray source is enhanced for gaseous target
concepts. In contrast to solid or liquid target materials, these sources are clean and
versatile but provide a comparably low conversion efficiency of laser energy into EUV
and soft X-ray radiation. The basic idea is to induce supersonic effects in the gas jet,
leading to a local increase of the particle density, and thus, to a larger number of possible
emitters. Typically, the target gas is expanded into a vacuum environment and the
density rapidly drops in all directions. In the present approach, a low pressure helium
atmosphere is used to generate shock waves in the supersonic nozzle flow. Passing
through these structures, the target gas is recompressed, and the particle density is
raised. By focusing the laser beam into such regions, a higher number of gas atoms can
be ionized resulting in a brighter and smaller plasma.

Keywords: soft X-ray, laser-produced plasma, supersonic jet, barrel shock

1. Introduction

Photons of the soft X-ray spectral region (≈ 0.1–10 nm) have very small absorption lengths in
all kinds of material due to the strong interaction with matter [1]. This fact together with the
short  wavelength qualifies  this  radiation as  a  tool  for  structuring and the analysis  with
nanometer  resolution.  An  important  application  is  the  next-generation  lithography  that
further reduces the achievable feature size in computer chip production [2, 3]. Surface analysis
becomes extremely precise by means of reflectometry and scatterometry [4–6] and also the
binding state of molecules can be studied by spectral investigations [7–9]. Microscopy with
radiation at wavelengths in the water window (λ = 2.3–4.4 nm) allows highly resolved direct

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
and reproduction in any medium, provided the original work is properly cited.



imaging of samples in aqueous environments [10–12]. Mostly, these applications are realiz‐
ed at large-scale facilities, such as synchrotron sources or free-electron lasers. However, the
demand for beam time is always too large to be satisfied by these institutions, and thus, people
endeavor to transfer experiments to their laboratories. This constitutes the need of compact
beam sources as can be realized by the principle of laser-produced plasmas (LPP) that is the
subject of this chapter.

In order to classify and compare the radiation of different soft X-ray beam sources, the
brilliance Br is a commonly used quantity that is the number of photons within a narrow
spectral range Δλ/λ emitted into a solid angle Ω from an area A within the time scale τ
(typically the wavelength range Δλ is defined to be 0.1% of the central wavelength λ) [1]:
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The value of Br is given in the unit 1/(s·mm2·mrad2 · 0.1%BW) with 0.1%BW indicating the
bandwidth of 0.1%. A distinction is made between the peak brilliance, where τ denotes the
pulse duration, and the average brilliance, where τ is the inverse of the repetition rate.

In comparison to synchrotrons and free-electron lasers, the brilliance of laser-produced plasma
sources is several orders of magnitude lower. However, there are strategies to increase their
brilliance which involve, e.g., higher power densities of the generating laser pulse. On the other
hand, the density of the target material has a strong impact on the achievable number of soft
X-ray photons too, whereas basically the source brilliance scales with the density. Thus, the
brightest plasmas can be achieved with solids. Respective target materials are deposited on
rotating cylinders [13] or quickly moving tapes [14], which provide repetition rates of up to 1
kHz. Prominent elements are gold or tin for the production of radiation at a wavelength of
13.5 nm, which is applied in EUV lithography [15]. Furthermore, there are sources employing
cold gases in a solid phase, such as an argon filament that emits soft X-rays in the wavelength
range 2–5 nm [16]. Achievable plasma sizes with solid targets are comparably small and on
the order of several tens of μm (full-widths at half-maximum, FWHM).

A plasma of similar brilliance and extent is obtained with liquid targets, e.g., xenon [17],
methanol [18], or tin [15]. A fluid jet [19] provides high target densities but might lead to size
and brightness fluctuations. Going one step further to individual microscopic droplets [20],
the advantage is the mass limitation such that the entire target material is converted into a
highly ionized plasma state, supporting source stability. However, the drawback of solid and
liquid target concepts is the inevitable production of fast particles and ions with kinetic
energies of up to several hundred keV [21], which severely damage optics in the beam path.
There are mitigation strategies to slow down the debris material such as repeller fields [22] or
localized gas jet shields [23], but still the collector optics has a limited lifetime [2]. Contrarily,
gaseous targets are almost free from debris [24]. Short gas pulses with durations of μs to ms
are expanded from a pressure of several 10 bar into vacuum by a piezomechanical or electro‐
magnetic nozzle, resulting in a supersonic jet. Different target gases feature individual spectra
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of the resulting radiation, ranging from emitters with characteristic spectral lines (low atomic
number, e.g., nitrogen) to broadband emitters (high atomic number, e.g., xenon) [25]. However,
here, the conversion efficiency from laser energy into soft X-ray energy is comparably low due
to the low density of the target material. Furthermore, achievable plasma sizes of several 100
μm are large. For metrology or scientific applications, though, these sources are very attractive
due to their high cleanliness and versatility [8, 26].

In this study, a brilliance enhancement of laser-produced plasmas is demonstrated for gaseous
jet targets, making use of supersonic effects. First, the theoretical background is provided to
describe the physical properties of laser-produced plasmas as well as the gas dynamics of the
related jet target. Experimental techniques are introduced that are employed to characterize
the plasma and the gas jet. The effect of supersonic shocks within the target gas is investigated
in both ways, theoretically and experimentally, revealing a significant brilliance enhancement
for plasmas generated in respective shock regions. This chapter is based on a previous
publication by Mey et al. [25] and has been revised and extended partly.

2. Physical properties of a plasma

Initially, the laser beam that irradiates the target material creates ions by multiphoton absorp‐
tion, tunneling, or field ionization [27]. The resulting free electrons are accelerated by the strong
electric field leading to inverse bremsstrahlung and avalanche ionization. A hot dense plasma
state is generated. In competition to the heating processes, deionization takes place in terms
of diffusion and recombination [27]. Depending on the electron temperature, a continuum of
electromagnetic radiation is produced due to bremsstrahlung and recombination of free
electrons with ions. Additionally, bound–bound transitions within the ions contribute narrow
lines to the emission spectrum. A corresponding scheme is depicted in Figure 1.

Figure 1. Scheme of the emission spectrum of a hot dense plasma.
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The thermodynamics within a hot dense plasma can be approximated by the idealized state
of a thermal plasma that is characterized by a single electron temperature T and a correspond‐
ing Maxwell velocity distribution. Within that simplification, the plasma may be treated as a
blackbody that emits radiation with a continuous spectrum. The assumption that photons are
emitted carrying discrete quanta of energy, with energy proportional to frequency, leads to
the spectral energy density [1]
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here, given in units of the brilliance with Planck’s constant ℏ and the photon frequency ω.
Typical electron temperatures for gas targets irradiated by nanosecond laser pulses are 20–200
eV [28, 29]. The corresponding spectral maxima of the Planck distribution are found at the
photon wavelengths 2.2–22.0 nm with peak brilliances of 3.6 × 1015 to 3.6 × 1018 1/(s mm2

mrad2). In fact, a laser-produced plasma is far away from thermodynamic equilibrium and a
thermal plasma rather is an upper limit for the spectral power density. However, mostly a two-
temperature model is already sufficient to adequately describe the continuum radiation by a
hot dense plasma, which is then called near-thermal plasma [1]. In addition to the thermal
electrons, a suprathermal component is introduced which is raised by nonlinear interactions
such as resonant absorption. When these electrons undergo bremsstrahlung or recombination,
they give rise to a high photon energy tail in the emission spectrum as indicated in Figure 1.
Line radiation is emitted when electrons change their energy state within an ion from an outer
to an inner electron shell. The resulting photon energy corresponds to the transition energy of
the electron as described by Moseley’s law, which is an extension of the Rydberg formula [30]

( )2
2 2
1 2

1 1 1
1 at sh

e nuc

R Z S
m m n nl

¥
öæ

= - - ÷ç ÷+ è ø
(3)

with the Rydberg constant R∞, the nuclear mass mnuc, and the atomic number Zat. The constant
Ssh describes the shielding due to electrons between the core and the considered electron.
Furthermore, n1 and n2 are the principal quantum numbers of the initial and final states of the
electron. In plasmas of species with low atomic numbers like nitrogen (Zat = 7), comparatively
few free electrons are produced and the emitted radiation is dominated by single spectral lines.
In contrast, elements with high atomic numbers such as xenon (Zat = 54) yield much more free
electrons, resulting in a spectrum of numerous closely packed lines and a significant thermal
contribution.

Another important plasma parameter is the electron plasma frequency [1]
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at which the free electrons tend to oscillate (where e is the electron charge, ne is the electron
density, me is the electron mass, and 0 is the vacuum permittivity). As a consequence, an
incident electromagnetic wave can propagate in the plasma only if its frequency ω is greater
than ωp and it is totally reflected if ω = ωp. This yields a critical electron density [1]
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which is nc = 1 × 1023 cm−3 for a common Nd:YAG laser beam with a wavelength of 1064 nm.
Thus, when the plasma reaches the critical electron density, it cannot further be heated to pose
a limit especially on solid and liquid target concepts. In order to mitigate that limitation, a less
intense prepulse can be used to heat the target material and decrease its density precedent to
the main pulse [31].

3. Gas dynamics of jet targets

Supersonic gas jets employed as targets inherently exhibit strong density gradients. Here, the
basics of supersonic nozzle flows and related shock phenomena are described theoretically,
mainly based on [32, 33]. As a result, density estimations of the target gas are provided
corresponding to the experimental situation at a laser plasma source.

Figure 2. Sketch of a de Laval nozzle. A denotes the local cross-sectional area with the minimum value A* at its throat
position.

Let us first consider the example of a compressible fluid that expands through a convergent-
divergent nozzle, a so-called de Laval nozzle as shown schematically in Figure 2. In gas
dynamics, the basic equations to describe that problem are the conservation laws of mass and
energy, formulated for compressible and isentropic flows. It can be shown that these relations
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lead to the well-known area relation between the local cross-sectional area A, the throat area
A*, and the local Mach number M [33]
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Here, κ = cp/cv is the ratio of specific heats (cp at constant pressure and cv at constant volume)
and the Mach number M is defined as the ratio between the local flow velocity and the local
speed of sound. In the present example of a convergent-divergent nozzle, a gas is accelerated
in the convergent part according to the continuity equation. If the critical Mach number M* =
1 is reached at the throat, this results in supersonic velocities M > 1 in the divergent part, and
the thermal energy of the gas is efficiently converted into directed kinetic energy. Concurrently,
the gas density decreases according to the relation [32]
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Figure 3. State functions of a flow in a de Laval nozzle: density ρ in terms of its stagnation value ρ0, Mach number M
and the local cross-sectional area A reaching A* at its throat position. A diatomic gas with κ = 7/5 is assumed.

The shape of the cross-sectional area A/A* of a typical de Laval nozzle is shown in Figure 3
together with the resulting distribution of density ρ/ρ0 (ρ0 stagnation density) and Mach
number M under the assumption of a diatomic gas with κ = 7/5. Utilizing a supersonic gas jet
as a target for laser-produced plasmas requires large particle densities for high conversions
efficiencies of laser energy into soft X-ray energy. Thus, a compromise needs to be found
between a directed, but rarefied flow at high Mach numbers and divergent but denser flow at
low Mach numbers. This can be achieved by adapting the nozzle geometry [34].
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Within this work, shock waves, as they can be observed in supersonic flows, are employed to
further optimize the particle density in a jet target. Within very short distances on the order of
the mean-free path of the molecules, this phenomenon leads to an increase in density, pressure,
and temperature while the Mach number decreases. Based on the conservation laws of mass,
momentum, and energy, it is possible to derive equations that relate the initial values of those
properties with the conditions right behind a shock wave. Here, it is sufficient to consider the
change of the initial density ρ and the Mach number M in the case of a normal shock relative
to the flow direction. After passing through the shock structure, these properties are denoted
as ρ̂ and M̂ , as indicated in Figure 4. The corresponding shock relations read [32]

(8)

(9)

Figure 4. Normal shock structure in a supersonic flow. Gas passing through the shock experiences a decrease from the
 
initial Mach number M to M̂  and an increase in density from ρ to ρ̂.

Basically, high Mach numbers lead to a strong compression of the fluid when passing through
a shock. However, relation (8) defines an upper limit for the density ratio that can be achieved
in connection with a shock wave. This limit is approached if M → ∞, and for diatomic gases it

is  ρ̂ρ →6 (κ =7 / 5). At the same time, the Mach number behind the shock decreases to
M̂ →1 / 7. Shock waves appear, e.g., when obstacles perturb a supersonic flow or vice versa, or
when objects travel with Mach numbers M > 1 through a gas at rest. In the case of a supersonic
jet that expands from a stagnation pressure p0 into an atmosphere with a sufficiently large
background pressure pb, shock waves can also be observed. At a certain distance to the nozzle
exit, the collision between the jet particles and the surrounding gas particles leads to a shock
structure, which is called barrel shock (see Figure 5). With respect to that situation, Muntz et
al. introduced the rarefaction parameter [35]
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where d* is the throat diameter of the nozzle and T0 denotes the stagnation temperature. This
parameter describes the interaction between jet and background particles, i.e., how strong the
expansion flow is influenced by the surrounding gas. Muntz et al. propose a differentiation of
the occurring flow into three regimes [35]:

• Scattering regime ζ ≤ ζs

Molecules of the background gas interact with the freely expanding jet by
diffusion only, no distinct shock waves evolve.

• Transition regime ζs < ζ < ζc

Thick lateral shock waves develop and confine an undisturbed core of the jet
that is surrounded by a mixing zone of jet and background particles.

• Continuum regime ζc ≤ ζ

The fully evolved barrel shock structure is present, as shown in Figure 5. The
inner barrel shock waves and the Mach disk spatially delimit the influence of
the background gas.

Figure 5. Typical structure of a barrel shock as apparent at supersonic jets in the presence of a background gas. Here, a
fluid is expanded from a high pressure p0 through the conically diverging nozzle into an ambient atmosphere of rela‐
tively low pressure pb. The depicted shock system represents the continuum regime. Adapted from [36].

In the continuum regime, the extent of the shock structure scales with the nozzle pressure ratio
p0/pb. In particular, within the range 15 < p0/pb < 17,000, the distance lM = rM − r* between the
nozzle throat and the Mach disk is given by [37]
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where de is the exit diameter of the orifice. It should be noted that this relation has been derived
for nozzles with a constant diameter, i.e., for a nondivergent geometry.

In the following, estimations are made for a gas jet with barrel shock structures as it is under
experimental investigation in this work too. Nitrogen expands from a pressure of p0 = 11 bar
into a helium atmosphere with a pressure of pb = 170 mbar through a conically diverging nozzle
(thickness ln = 1 mm, throat diameter d* =300  μm, and exit diameter de =500μm). At rest, both
gases are at room temperature T0 = 293 K. In a simplification, a source flow is assumed
corresponding to the dotted cone in Figure 5 with its apex in a distance of r* = 1.5 mm to the
nozzle’s throat. According to Eq. (11), the Mach disk appears 2.7 mm behind the nozzle throat,
i.e., rM = 2.7 mm. The dimensionless area of the assumed source flow is expressed in terms of
the distance r to the virtual source as A/A* = (r/r*)2. Solving Eqs. (6) and (7) results in the state
functions ρ/ρ0 and M along the symmetry axis of the nozzle from throat position to the Mach
disk, i.e., in the range 1.5 mm < r < 4.2 mm. The conditions directly behind the Mach disk are
determined by the shock relations (8) and (9). For r > 4.2 mm, the flow is assumed to be
incompressible (ρ = const.) since the Mach number has decreased sufficiently below M = 1.
Thus, subsequent behavior of M is approximated by the continuity equation
M (r)=M̂ ⋅ (r / rM )2.

Figure 6. State functions along the symmetry axis of a barrel shock: density ρ in terms of its stagnation value ρ0, and
Mach number M. The solid blue line for A/A* represents the cross-sectional area of the orifice, whereas the dashed blue
line indicates the subsequent conical source flow.

The corresponding state functions ρ(r)/ρ0 and M(r) are depicted in Figure 6 with respect to the
distance r to the virtual source. Usually, the nozzle is operated with a background pressure on
the order of pb ≤ 10−4 mbar and the plasma is generated in a distance of 500 μm to the nozzle
exit. The conditions at the usual plasma position, before and behind the Mach disk, are given
in the diagram. It is revealed that due to the shock a two times higher density is achieved in a
larger distance to the nozzle as compared to the typical plasma position. In practice, the density
increase is even higher since plasma production takes place a few 100 μm besides the symmetry
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axis of the nozzle. Here, without ambient gas the jet is even more rarefied and with ambient
gas the shock structure is present.

4. The laser-produced soft X-ray source

The setup of a standard soft X-ray source based on gas targets is used [8]. It basically consists
of a piezoelectrically operated Proch–Trickl gas valve [38] mounted on a vacuum chamber,
and a driving Nd:YAG laser that emits radiation at the fundamental wavelength of 1064 nm
with a pulse energy of 800 mJ and a pulse duration of 6 ns (InnoLas SpitLight 600), see
Figure 7. The intensity profile of the unfocused laser beam, measured by a CCD camera
(Lumenera Lu160M), reveals a beam diameter of 5.9 mm (determined through 1/e2 decay),
corresponding to a mean power density of 4.9 × 108 W/cm2. Plasma production takes place as
soon as a critical power density of ≈ 1012 W/cm2 is reached in the focused beam at a sufficiently
large particle density [39]. This initiates the first ionization of the target gas followed by
avalanche ionization, creating large numbers of free electrons.

Figure 7. Pinhole camera images of the plasma at a stagnation pressure of p0 = 11 bar for various background pressures
pb as given below the individual figure. The average of 30 single shots is shown.

The target gas is expanded through a divergent nozzle of conical shape. Over a length of ln =
1 mm, its diameter increases from the throat diameter d* = 0.3 mm to the exit diameter de = 0.5
mm. The nozzle is opened for a period of 1 ms, generating an underexpanded supersonic jet
that expands from stagnation pressure p0 = 11 bar into vacuum, i.e., the background pressure
pb is as low as 10−4 mbar. The laser is focused into the gas as soon as the jet flow is steady. The
position where the plasma is produced is located in a distance of 500 μm, i.e., one diameter de

behind the nozzle exit (see the typical plasma position indicated in Figure 8). Although the
density is highest at the nozzle exit, the plasma should not be generated closer to the nozzle
because of growing degradation effects. By employing different target species, various spectra
can be obtained in the EUV and soft X-ray range. Noble gases with high atomic numbers such
as xenon, argon, or krypton are broadband emitters, while oxygen or nitrogen each produces
several narrow lines. The corresponding spectra can be found in Figure 9, produced by a
system comparable to that described above and captured with a soft X-ray spectrometer, which
is described in detail in [8]. Here, nitrogen is used in combination with a titanium filter,
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resulting in a monochromatic emittance at λ = 2.88 nm in the water window, corresponding
to the transition 1s2 − 1S2p of the valence electron of the N5+ ion [40].

Figure 8. Photograph of experimental setup for plasma generation. The laser beam is focused by a lens into the vac‐
uum chamber and generates the plasma right below the gas nozzle, which appears here in bluish color in the center of
the chamber.

Figure 9. Principle of plasma generation employing jet targets: typically the plasma is generated close to the nozzle
under vacuum conditions. Applying a background pressure pb induces the barrel shock structure, which enhances
plasma generation due to a local density increase.

In the approach pursued in this work, the background pressure pb is increased to several tens
of mbar in order to generate a barrel shock in the supersonic jet. For this purpose, helium is
utilized as a background gas due to its high transmissivity of photons generated by the plasma.
In addition, the optical path length of the resulting soft X-rays through helium is minimized
by differential pumping. Another advantage of using helium as a surrounding gas is its large
first ionization energy (24.6 eV) compared to that of nitrogen (14.5 eV) [41]. Thus, the critical
power density to drive ionization by the incident laser beam is higher for helium, which
ensures that only the target species nitrogen is ionized. Right behind the shock system
generated in the jet, the particle density increases. In this manner, regions involving high
densities of the target gas are obtained at comparably large distances from the nozzle. Thus,
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the plasma can be generated further away from the nozzle exit, and degradation effects are
minimized.

5. Gas jet and soft X-ray diagnostics

In order to characterize the supersonic gas jet and the evolving shock structure, two different
methods are employed: the Schlieren technique for highly resolved qualitative imaging of
density gradients and wavefront measurements with a Hartmann–Shack sensor in order to
quantify the density distribution, but at a lower resolution. Both methods are described in
detail in Sections 5.1 and 5.2.

The plasma is imaged by a pinhole camera and the number of the resulting soft X-ray photons
is determined with a calibrated photodiode. A description of these tools follows in Section 5.3.

Figure 10. Characteristic emission spectra of various target gases, captured with a soft X-ray spectrometer.

5.1. Schlieren imaging

Schlieren imaging is a common technique in fluid dynamics that enables the qualitative
measurement of density gradients [42]. The experimental setup is schematically shown in
Figure 10. A pinhole with a diameter of 100 μm is illuminated by white light, and a focusing
lens collimates the resulting beam, which then travels in the z-direction through the gas
distribution of the jet target. The xy-plane at z = 0 is imaged by a 4f setup to a CCD camera
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(Lumenera Lu160M) and captured with an exposure time of 50 μs. The camera is synchronized
with the gas jet at a repetition rate of 10 Hz. Here, imaging lenses with focal lengths of f1 = 160
mm and f2 = 300 mm are used. A knife edge is moved close to the focal spot in between the two
lenses, eliminating half of the spatial frequencies in the Fourier plane. The orientation of the
blade determines which component of the density gradient will become visible. For example,
as depicted in Figure 10, a knife edge aligned with the x-axis generates contrast proportional
to the gradient of the refractive index ∂n/∂y corresponding to the density gradient ∂ρ/∂y. Note,
however, that in the Schlieren images shown below, the knife edge is aligned with the y-axis,
so that density gradients within the jet are visualized in radial direction, thus emphasizing the
barrel shock.

5.2. Wavefront monitoring

A Hartmann-Shack wavefront sensor [43, 44] is used to obtain quantitative information on the
density distribution in the supersonic gas jet [34]. The experimental setup is mostly the same
as that depicted in Figure 10 for Schlieren imaging. However, the knife edge is removed and
the CCD camera is replaced by the wavefront sensor. An initially plane wavefront of a test
beam that travels through the target gas is deformed due to the spatial variation of the
refractive index n(x, y, z). The sensor splits the test beam into many subbeams by an array of
microlenses, each producing a spot on a CCD camera (Lumenera Lu160M). The position of the
spots contains the information of the local wavefront gradient. Thus, the deformation of the
wavefront can be recovered. The spatial resolution Δx of a measured wavefront is equal to the
pitch of the microlens array of 150 μm divided by the magnification factor f2/f1 = 1.88 of the 4f
setup, yielding Δx = 80 μm.

Figure 11. Experimental setup for Schlieren and wavefront measurements. The dotted lines represent the path of unre‐
fracted light. The dashed line indicates a light ray that is refracted by varying distribution of gas density below the
nozzle, thus hitting the knife edge and darkening the image. In order to monitor wavefront deformations, the CCD
camera is replaced by a Hartmann–Shack sensor and the knife edge is removed.
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The particle density distribution N(x, y) in the nozzle plane z = 0 is recovered from a measured
shape w(x, y) of a deformed wavefront as follows. The test beam integrates n(x, y, z) over the
propagation direction z of the light beam, resulting in a difference w(x, y) in the optical path,
as illustrated in Figure 11. Now, it is assumed that in a plane corresponding to a constant y =
y0, n(x, y0, z) is approximated by a rotationally symmetric Gaussian shape with a maximum
value n0(y0) = n(0, y0, 0). Then, the deformation of the wavefront reads
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Figure 12. Wavefront deformation induced by the gas jet. The distribution of the optical density n(x, y, z) increases the
optical path length, resulting in the indicated wavefront deformation.

The standard deviation σ(y) of n(x, y, z) is determined from the shape of the measured
deformation of the wavefront w(x, y) by a Gaussian fit. The distribution of the refractive index
in the plane z = 0 containing the jet axis is recovered by
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Conversion of the refractive index n(x, y, 0) into a particle density N is done by using the
Lorentz-Lorenz formula [45]
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where α, the polarizability of the considered gas particles, is derived using the values n =
1.0002974 and N = 2.69 × 1019 cm−3 for nitrogen under normal conditions [41] (at a temperature
of 273.15 K and a pressure of 1013.25 mbar). In these calculations, the surrounding helium
atmosphere is neglected because of its low refractive index that amounts to only a few percent
as compared to that of the nitrogen jet.

5.3. Plasma characterization

Qualitatively, the plasma is characterized by a pinhole camera system as sketched in Fig‐
ure 12. It consists of a phosphor-coated CCD camera (Lumenera Lu160M with three layers of
phosphor P43 with a grain size of ≈ 1 μm) in combination with a titanium-filtered pinhole (100
μm diameter, Ti-layer 200 nm thick). This way, the intensity distribution of radiation at the
wavelength λ = 2.88 nm is captured. Here, the luminescent area A is approximated by an
ellipsoidal shape with the semiaxes a and b. Then, A = π a b, where a and b are defined as the
full-widths at half-maximum of the intensity in the x- and y-directions. The uniformity of the

plasma is characterized by its eccentricity ε = a 2 −b 2 / a. Examples of the intensity images are
shown in Figure 17 in combination with the corresponding Schlieren images of the gas jet for
the case of both, gas issuing into vacuum and gas issuing into a background gas and thus
forming a barrel shock.

Quantitatively, the peak brilliance Br of the plasma is derived by

phN
Br

At
=

W
(14)

with the pulse duration τ, the solid angle Ω, and the source area A. The number of photons
Nph with a wavelength of λ = 2.88 nm is determined by a calibrated XUV photodiode (Inter‐
national Radiation Detectors, AXUV100), which is equipped with a titanium filter (thickness
200 nm, applied to a nickel mesh with a transmissivity of 0.89). As shown in Figure 13, only
these photons reach the detector that propagate within a cone confined by a circular aperture
with diameter da in a distance la to the plasma. Thus, the solid angle is defined by the corre‐
sponding opening angle ωa = 2 tan da/(2la) of the cone [46]

2 24 sin sin .
4

awpW = (15)
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Figure 13. Principle of plasma characterization by pinhole camera.

In good approximation, the lifetime of the plasma is assumed to be τ = 6 ns, which equals the
duration of the exciting laser pulse. Finally, the luminescent area A is determined with a
pinhole camera as described above.

6. Experimental results

First, the gas jet and the effect of a background pressure on the resulting flow structure are
investigated using the techniques described in the previous section. The derived results are
compared to theoretical relations discussed in Section 3. Subsequently, the effect of the barrel
shock on the plasma generation is explored and the brilliance improvement of the soft X-ray
source is quantified.

6.1. Characterization of the target gas jet

Depending on the stagnation and background pressure, the gas jet may form various shapes,
which are discussed in the following. In previous studies of laser-produced soft X-ray sources,
the nozzle was operated in the range p0 = 11–17 bar at a background pressure of pb = 10−4 mbar,
i.e., practically without any background gas. In this case, the emerging flow is in the scattering
regime and does not show any discontinuities. Independently of p0, the density distribution
has a maximum value at the nozzle exit and rapidly falls off in all directions. The corresponding
Schlieren images are taken with the knife edge aligned with the y-axis and can be found in
Figure 14 for the pressure range p0 = 11–17 bar.
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Figure 14. Principle of plasma characterization by diode measurement.

With rising background pressure, particle collisions increasingly affect the gas jet and retard
its free expansion. At a certain distance from the nozzle, this results in a shock that is directly
connected to a local decrease of the Mach number M. At the same time, the local particle density
increases. This becomes evident in regions of the Schlieren images that show strong changes
in intensity, implying high-density gradients. As can be seen, e.g., in Figure 14(b), the shape
of the resulting shock structure resembles a barrel, why it is referred to as a barrel shock. In
the downstream direction, the barrel shock is terminated by the Mach disk, which is indicated
in the Schlieren image by an arrow. In the present Schlieren pictures, the Mach disk is
reproduced only weakly because the knife edge was aligned perpendicular to the disk and
only density gradients parallel to the disk were detected.

Increasing pb, as from Figure 14(b)–(c), results in a confinement of the gas flow toward the
nozzle axis—the lateral shocks approach each other and the Mach disk moves upstream. In
contrast to this, increasing p0 has the opposite effect, i.e., the radius of the barrel shock and the
width σ of the density distribution increase and the Mach disk moves downstream, see
Figure 14(b)–(d). These two opposite effects allow generation of the same shock structure at
different combinations of the pressures, provided that the ratio p0/pb stays constant.

From the Schlieren images as shown in Figure 14, the distance lM between the Mach disk and
the nozzle throat is derived for pressure ratios in the range 18 ≤ p0/pb ≤ 340. In Figure 15, the
resulting data set is compared to the empirical relation (11)
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which has been derived by Ashkenas and Sherman [37] for a nondivergent nozzle. Apparently,
the experimental results deviate from the depicted curve, especially for large pressure ratios.
Most likely, this can be attributed to a different nozzle geometry as in the present situation.
Here, a divergent orifice initially guides the supersonic expansion of the gas before it expands
freely into the helium atmosphere. For that case, a relation of the form
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reveals good agreement with the measured shock distances as it is evident in Figure 15. By a
least-squares fit routine, the exponent is derived to a = 0.4034.

Figure 15. Schlieren images indicating the supersonic flow structure of an N2 jet as a function of stagnation and back‐
ground pressure (flow direction: top → bottom). (a) Scattering regime, no internal structures evolve; (b) continuum re‐
gime with barrel shock structure, the Mach disk is indicated by the arrow; (b) → (c) shock structure contracts for
increasing background pressure; (b) → (d) shock structure inflates for increasing stagnation pressure.

In Figure 16, wavefront and Schlieren measurements are compared with each other for a
stagnation pressure of p0 = 11 bar and a background pressure of pb = 170 mbar. The results of
both techniques are well consistent. The particle density N(x, y) shows the mean gas distribu‐
tion inside the jet. In the downstream direction, along the nozzle axis, N first decreases to Nmin

= 4.0 × 1018 cm−3 and then increases again up to a maximum value of Nmax = 9.8 × 1018 cm−3.
Subsequently, the wave-like behavior of the particle density is repeated at lower density
values. The observed maxima coincide approximately with the positions where the lateral
shocks interfere, forming a Mach disk.
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Figure 16. Distance between Mach disk and nozzle exit for various pressure ratios. The points are derived from the
Schlieren images, the violet curve represents the empirical relation (11) from Ashkenas and Sherman [37] and the blue
curve represents the modified relation given in Eq. (17) with a = 0.4034.

Employing the relations of gas dynamics introduced in Section 3, a rough theoretical estimate
of the particle density ahead and behind the Mach disk is now compared to the results obtained
with the wavefront sensor. Corresponding to the experimental situation, the density distribu‐
tion along the symmetry axis of the gas jet is shown in terms of its stagnation value ρ0 as shown
in Figure 6. There, a normal shock induces a density increase from ρmin = 0.039 ρ0 to ρmax = 0.170
ρ0 in a distance of lM = 2.7 mm to the nozzle throat. For the current pressure ratio of p0/pb = 64.7,
this coincides with the position of the Mach disk.

In order to derive absolute density values, the stagnation density ρ0 of the nitrogen jet is
required. Following the ideal gas law, p0 = ρ0 Rsp T0 results in ρ0 = 12.65 kg/m3 with the specific
gas constant for nitrogen Rsp,N2

=296.8 J/(kg⋅K) [41], the temperature T0 = 293 K, and pressure
p0 = 11 bar inside the vessel. Finally, particle densities ahead and behind the Mach disk are
evaluated with the molecular mass of nitrogen mN 2

=4.653×10−26 kg [41]. A comparison between
the theoretical estimation and the measured values is given in Table 1.

Theoretical estimate Measurement

Nmin (1018 cm-3) 10.6 4.0

Nmax (1018 cm-3) 46.1 9.8

Table 1. Particle density ahead (Nmin) and after (Nmax) the barrel shock, given on the symmetry axis of the jet.
Comparison between theoretical estimate and measurement.

The estimated values are of the same order of magnitude but larger than the experimental
results. This discrepancy can be attributed to the spatial resolution of the wavefront sensor
that is not able to resolve the high density value right behind a shock. Furthermore, the estimate
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provides an upper limit of the particle density since in a simplification a conical source flow
has been assumed. In fact, the stream lines of the flow are bended in lateral direction, stronger
than the cone geometry presumes. Consequently, this results in a higher rarefaction of the gas
and the typical bulbous barrel shock. This explains why values of the estimated particle
densities, both of the maximum and the minimum, are higher than the corresponding
measured values.

6.2. Characterization of the plasma enhancement

The effect of an increase in target gas density on the plasma generation is illustrated in Figure 17
for a stagnation pressure of p0 = 11 bar. Taking advantage of the barrel shock, obviously the
brightness of the plasma is raised, whereas its size has decreased in the direction of the incident
laser beam. Due to the increased target density, there are more emitters of soft X-ray radiation
in the same volume. Besides, the absorption of laser energy is raised. Thus, the power density
of the beam decreases more rapidly below its critical value and no further atoms are ionized.
This confines the size of the plasma in the beam direction and explains its smaller size. Another
mechanism causing the reduced size might be plasma defocusing [47]. Due to an increased
plasma density, a stronger defocusing effect can be expected, limiting the ionization region.
During the experiments, it turned out that generation of a plasma right below the Mach disk,
where the density is expected to be at a maximum, is not the optimal position. It was found
that even brighter and smaller plasmas occur when the laser is focused onto the edge of the
jet at a location slightly above the Mach disk and after the barrel shock (see Figure 17). This
behavior may be caused by reabsorption of soft X-rays by the surrounding nitrogen particles.

Figure 17. (a) Combination of quantitative wavefront and qualitative Schlieren image of the N2 jet expanding from p0 =
11 bar into an He atmosphere with pb = 170 mbar. (b) Density distribution N(x, y) of the N2 jet in the plane z = 0, which
results from the wavefront as described in Section 5.2.

The barrel shock is enclosed by a thin supersonic compressed layer, which becomes thicker at
the Mach disk [36], leading to increased reabsorption. In order to study the brilliance im‐
provement depending on the location of plasma generation with respect to shock structures
in the jet, the latter were varied by changing the background pressure at a constant stagnation
pressure (p0 = 11 bar). By lowering pb, the radius of the barrel shock is increased; conversely,
with increasing pb, the radius of the barrel shock decreases. Thus, with the location of the focus
of the laser beam fixed, its relative location with respect to high-density regions behind the
shock is changed. In Figure 18, intensity distributions of the plasma are shown for various
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Figure 17. (a) Combination of quantitative wavefront and qualitative Schlieren image of the N2 jet expanding from p0 =
11 bar into an He atmosphere with pb = 170 mbar. (b) Density distribution N(x, y) of the N2 jet in the plane z = 0, which
results from the wavefront as described in Section 5.2.

The barrel shock is enclosed by a thin supersonic compressed layer, which becomes thicker at
the Mach disk [36], leading to increased reabsorption. In order to study the brilliance im‐
provement depending on the location of plasma generation with respect to shock structures
in the jet, the latter were varied by changing the background pressure at a constant stagnation
pressure (p0 = 11 bar). By lowering pb, the radius of the barrel shock is increased; conversely,
with increasing pb, the radius of the barrel shock decreases. Thus, with the location of the focus
of the laser beam fixed, its relative location with respect to high-density regions behind the
shock is changed. In Figure 18, intensity distributions of the plasma are shown for various
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background pressures pb. In this case, the location of plasma generation is kept constant. An
optimum value is found at pb = 170 (see also Figure 17).

Figure 18. Pinhole camera images of the plasma superimposed on the Schlieren images of gas jet at p0 = 11 bar. Left:
under vacuum conditions pb = 10−4 mbar. Right: with ambient He atmosphere at pb = 170 mbar. Both plasma images are
an average of 30 single shots.

Unexpectedly, increasing both p0 and pb while preserving the pressure ratio p0/pb, does not lead
to a considerable further increase in the brilliance of the source. Approaching high-pressure
values (p0 = 17 bar), quite the reverse happens: the plasma appears even darker. It can be
assumed that, in fact, more soft X-ray photons are generated since the target density is
increased. However, the density of the background gas is increased as well, which leads to
higher reabsorption of the generated photons. The latter effect seems to dominate the former.
It is expected that further efforts in differential pumping can shorten the path length of the soft
X-rays through the outer helium gas so that the brilliance of the source can further be increased.

Now, parameters characterizing the plasma in the optimal case are compared with those of a
plasma produced near the nozzle exit with a jet in the scattering regime. In both cases, the same
stagnation pressure of p0 = 11 bar is considered. Regarding the shape of the resulting plasma,
which is represented by its luminescent area, it can be seen that the radiating area is reduced
by a factor of 0.71 to A = 0.063 mm2, and its eccentricity decreases slightly from ε = 0.91 to ε =
0.80 when a barrel shock is present. This results in a better brilliance and improves the
coherence properties due to a smaller source size and a more uniform shape. The number of
photons emitted per pulse and solid angle from the nitrogen plasma at a wavelength of λ =
2.88 nm is raised by a factor of 7.1 to a value of 1.2 × 1013 sr−1. Based on these values, the peak
brilliance can be computed. One finds an improvement by a factor of 10 to a value of Br = 3.15
× 1016 photons/(mm2 mrad2 s). This clearly demonstrates the advantage of utilizing the density
increase across a barrel shock system. An overview of the characteristic parameters of the
plasma is given in Table 2.
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Without barrel shock With barrel shock Factor

Radiating area (mm2) 0.088 0.063 0.71

Eccentricity [1] 0.91 0.80 0.88

Photons/(solid angle · pulse) (sr−1) 1.66 × 1012 1.18 × 1013 7.10

Peak brilliance (mm−2 mrad−2 s−1) 3.15 × 1015 3.15 × 1016 10.0

Table 2. Comparison of plasma emission characteristics at λ = 2.88 nm obtained with a nitrogen jet issuing into
vacuum (no barrel shock) and into a background gas (with barrel shock).

7. Conclusion

Laser-produced plasmas based on gas targets serve as versatile and nearly debris-free soft
X-ray sources at a table-top size. In this chapter, a method has been shown by which the bril‐
liance of gas targets can be improved. To this end, a background pressure is applied to the
gas jet that leads to a strong recompression of the target particles. For the example of an un‐
derexpanded supersonic nitrogen jet, the resulting barrel shock has been qualitatively vi‐
sualized by the Schlieren photography. The corresponding density distribution was
obtained by a quantitative Hartmann-Shack measurement. Measured values of the shock lo‐
cation and particle densities are of the same order of magnitude as those of a first estimate
that was partly based on correlations. The size of the resulting plasma is reduced by a factor
of 0.71 and its shape becomes more uniform, thus improving the coherence properties of the
source. At the same time, the number of photons per solid angle at λ = 2.88 nm is raised by a
factor of 7.1. In this manner, the brilliance of the source is increased by a factor of 10.0 to Br =
3.15 × 1016 photons/(mm2 mrad2 s). Even greater increases may be obtained by using hydro‐
gen as the background gas since H2 shows a 13 times lower absorption of the generated X-
rays compared to He [48]. However, for safety reasons H2 has not been employed here. A
further increase in the plasma’s brilliance is to be expected with increasing the stagnation
and background pressure. An essential condition for achieving this is an improvement in
the differential pumping system in order to lower the reabsorption of the soft X-rays by the
background gas.
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Abstract

Various types of compact short-wavelength sources are emerging in the region from
EUV to hard X-ray and further to gamma ray. These high-energy photons are usually
accessible in a large-scale facility such as SR or FEL, and the compactness of these new
technologies provides new possibilities for broader applications in dedicated laborato‐
ries or factories. Laser-produced plasma is used for soft X-ray laser and high average
power EUV sources for lithography. Laser Compton short-wavelength sources are now
entering  into  practical  applications  in  medical  imaging.  The  performance  of  these
sources critically depends on the laser driver performance. This chapter describes the
recent progress of high-brightness,  short-pulse solid-state laser technology in close
relation to these new compact short-wavelength sources. Pulsed picosecond thin disc
laser progress is reviewed with kW average power specifications. Cryogenic laser is
reported for the advantage of higher beam quality in large-pulse energy operation.

Keywords: thin disc laser, cryogenic laser, plasma EUV source, laser Compton X-ray
source

1. Introduction

A rapid progress is recently observed in the field of compact extreme-ultraviolet (EUV) and
X-ray sources with high brightness and small footprint enough to be installed in laborato‐
ries in educational and research institutions, manufacturing facilities, hospitals, and other
suitable sites [1]. This may advance scientific and technical disciplines in practical applica‐
tions by complementing large-scale synchrotron radiation and free-electron laser sources.
Applications span a wide range from biomedical, semiconductor, fundamental and applied

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
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research,  environmental  engineering  to  industrial  nondestructive  testing.  Component
technology progress is one of the key factors in these advancements of the compact EUV
through hard-X-ray sources. These key elements are instrumentation, optics, detectors, data
management and processing, and one of the most significant factors is the progress of high
average power, short-pulse solid-state lasers.

Semiconductor industry has been struggling in the past two decades to establish a technolog‐
ical system of extreme-ultraviolet lithography as the ultimate scheme, and the establishment
of reliable, high average power (>100 W) 13.5 nm source has been always the most critical
challenge. The basic architecture is now realized as the LPP (laser-produced plasma) EUV
source, in which the conditioning of the mist target from a liquid tin droplet is essential for
higher conversion efficiency and perfect recovery of the injected tin atoms [2]. The mist
formation is performed by a diverging shock wave inside the microdroplet, which is driven
by an impulse generated by an irradiation of picosecond solid-state laser pulse of mJ level
pulse energy. The system repetition rate is typically 100 kHz, and the laser average power is
more than 100W. The size of the droplet is 10 μm in diameter, and the required laser beam
quality and stability must meet the requirements.

Lasing was reported in the EUV spectrum region by efficient excitation of dense plasma
columns at 100 Hz repetition rate using a tailored pump pulse profile of a 1 J picosecond
cryogenic Yb:YAG laser [3]. The average power of the 1 J picosecond laser is 100 W. The
tabletop soft-X-ray laser average power is 0.1 mW at λ = 13.9 nm and 20 μW at λ = 11.9 nm
from transitions of Ni-like Ag and Ni-like Sn, respectively. Lasing on several other transitions
with wavelengths between 10.9 and 14.7 nm was also reported. The efficient X-ray laser
operation was realized by an optimized pump pulse design as a nanosecond prepulse followed
by two picosecond pulses to create higher density plasma of Ni-like ions of higher temperature
for higher gain in longer time and in larger space. The high average power of these compact
soft X-ray lasers promises to enable various applications requiring high photon flux with
coherence.

Laser Compton X-ray source has been established as a compact, high-brightness short-
wavelength source. The basic principle is similar to an undulator emission, and a high-intensity
laser field is used as the modulating electromagnetic field. The laser Compton X-ray source is
demonstrated as a compact short-wavelength imaging approach combined with the phase
contrast method of biosamples. Single-shot imaging is critical for many practical applications,
and the required specification depends on the usable laser pulse with some threshold param‐
eters because all other component technologies are well matured. The optimization of the laser
Compton hard X-ray source by single-shot base is already studied in detail [4, 5]. Experimental
results well agreed with theoretical predictions. Highest peak brightness is obtained in the
configuration of counterpropagating laser pulse and electron beam bunch, in the minimum
focusing area before nonlinear threshold [6, 7]. A single-shot phase contrast bioimaging was
demonstrated in the hard X-ray region [8]. The employed laser was a picosecond CO2 laser of
3 J pulse energy [9], but the laser system was not an easy and compact one for further broad
applications in various laboratories and hospitals. The Extreme Light Infrastructure–Nuclear
Physics (ELI–NP) facility will have a brilliant γ-beam of 104 photons/s/eV, ≤0.5% bandwidth,

High Energy and Short Pulse Lasers102



research,  environmental  engineering  to  industrial  nondestructive  testing.  Component
technology progress is one of the key factors in these advancements of the compact EUV
through hard-X-ray sources. These key elements are instrumentation, optics, detectors, data
management and processing, and one of the most significant factors is the progress of high
average power, short-pulse solid-state lasers.

Semiconductor industry has been struggling in the past two decades to establish a technolog‐
ical system of extreme-ultraviolet lithography as the ultimate scheme, and the establishment
of reliable, high average power (>100 W) 13.5 nm source has been always the most critical
challenge. The basic architecture is now realized as the LPP (laser-produced plasma) EUV
source, in which the conditioning of the mist target from a liquid tin droplet is essential for
higher conversion efficiency and perfect recovery of the injected tin atoms [2]. The mist
formation is performed by a diverging shock wave inside the microdroplet, which is driven
by an impulse generated by an irradiation of picosecond solid-state laser pulse of mJ level
pulse energy. The system repetition rate is typically 100 kHz, and the laser average power is
more than 100W. The size of the droplet is 10 μm in diameter, and the required laser beam
quality and stability must meet the requirements.

Lasing was reported in the EUV spectrum region by efficient excitation of dense plasma
columns at 100 Hz repetition rate using a tailored pump pulse profile of a 1 J picosecond
cryogenic Yb:YAG laser [3]. The average power of the 1 J picosecond laser is 100 W. The
tabletop soft-X-ray laser average power is 0.1 mW at λ = 13.9 nm and 20 μW at λ = 11.9 nm
from transitions of Ni-like Ag and Ni-like Sn, respectively. Lasing on several other transitions
with wavelengths between 10.9 and 14.7 nm was also reported. The efficient X-ray laser
operation was realized by an optimized pump pulse design as a nanosecond prepulse followed
by two picosecond pulses to create higher density plasma of Ni-like ions of higher temperature
for higher gain in longer time and in larger space. The high average power of these compact
soft X-ray lasers promises to enable various applications requiring high photon flux with
coherence.

Laser Compton X-ray source has been established as a compact, high-brightness short-
wavelength source. The basic principle is similar to an undulator emission, and a high-intensity
laser field is used as the modulating electromagnetic field. The laser Compton X-ray source is
demonstrated as a compact short-wavelength imaging approach combined with the phase
contrast method of biosamples. Single-shot imaging is critical for many practical applications,
and the required specification depends on the usable laser pulse with some threshold param‐
eters because all other component technologies are well matured. The optimization of the laser
Compton hard X-ray source by single-shot base is already studied in detail [4, 5]. Experimental
results well agreed with theoretical predictions. Highest peak brightness is obtained in the
configuration of counterpropagating laser pulse and electron beam bunch, in the minimum
focusing area before nonlinear threshold [6, 7]. A single-shot phase contrast bioimaging was
demonstrated in the hard X-ray region [8]. The employed laser was a picosecond CO2 laser of
3 J pulse energy [9], but the laser system was not an easy and compact one for further broad
applications in various laboratories and hospitals. The Extreme Light Infrastructure–Nuclear
Physics (ELI–NP) facility will have a brilliant γ-beam of 104 photons/s/eV, ≤0.5% bandwidth,

High Energy and Short Pulse Lasers102

with Eγ < 19.5 MeV, which is obtained by the laser Compton method from an intense electron
beam (Ee > 700 MeV) produced by a warm linac [10]. The main purpose is to provide an
opportunity for the production of radioisotopes for medical research. The repetition rate is 100
Hz with a 1 J, picosecond Yb:YAG laser. A standard laser Compton X ray source is under
construction as the STAR project at the University of Calabria (Italy) to generate monochro‐
matic tunable, ps-long, polarized X-ray beams, ranging from 20 to 140 keV. The X-rays will be
devoted to experiments of material science, cultural heritage, advanced radiological imaging
with microtomography capabilities [11]. An S-band RF gun produces electron bunches at 100
Hz, boosted up to 60 MeV by a 3 m long S-band cavity. It is critical to use a high-brightness
linac of low emittance and high pointing stability to focus higher charge bunch to a smaller
spot size down to 10 μm. The allowed spatial stability is a few μm. The research and devel‐
opment of the X-ray generation laser is the key technology for higher and stable X-ray
generation. The Yb:YAG laser is ideal for a compact, high pulse energy picosecond pulse and
should be synchronized to the RF system in less than picosecond time jitter.

Compact short-wavelength sources are emerging due to the progress of extreme ultraviolet
lithography (EUVL) in semiconductor industry. The EUVL has been intensively developed in
the field of various component technologies, for example, Mo/Si high reflectivity mirror at 13.5
nm wavelength, new types of resist of higher sensitivity at this wavelength, and plasma-based
100 W class stable EUV sources. Further increase of average power is expected for large-scale
manufacturing to kW level and shorter wavelength to 6.7 nm where a higher reflectivity mirror
seems available. The necessity to evaluate an alternative approach is recently proposed based
on high repetition rate free electron laser (FEL), to avoid a risk of the source power limit by
the plasma-based technology. The possibility is indicated to realize a high repetition rate
(superconducting) FEL to generate a multiple kW 13.5 nm light. It is important to note that the
present FEL pulses are characterized typically as 0.1 mJ pulse energy, 100 fs pulse duration,
and 1 mm beam diameter, and generated in the SASE mode. The beam fluence is higher than
the ablation threshold of typical resists, and the beam has a higher spatial coherence, which
leads to speckle patterns. The beam is composed of many short spikes with high peak
intensities [12]. Seeding an FEL with an external coherent source has been studied together
with SASE operation to increase the brightness and pointing/energy stability compared to
SASE mode. An efficient seeding method was established by using UV wavelength laser in
which the seed laser modulates the electron beam into coherent bunching at the harmonics of
the seed laser wavelength. The bunching is intensified in another undulator for coherent FEL
action, and the method is named as high-gain higher harmonic generation (HGHG). A
successful demonstration is reported from FERMI as a double stage-seeded FEL with a fresh
bunch injection technique [13]. The fresh bunch scheme was demonstrated as the FEL radiation
produced by one HGHG stage acts as an external seed for a second HGHG stage. A 10 Hz
demonstration was reported in the EUV wavelength region. The development of higher
repetition rate FEL requires new optical laser developments to meet the needs of laser-induced
FEL seeding. Conventional copper accelerating cavities operate up to tens to hundreds of hertz,
but superconducting (SC) cavities, allow a much higher repetition rate of up to few megahertz.
FLASH at DESY has a maximum repetition rate of 1 MHz within a burst structure (electron
bunch train) of 800 μs at 10 Hz. Future linear accelerator designs plan an SC linear accelerator
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capable of a continuous repetition rate of up to 1 MHz. This presents major challenges for the
design and operation of laser-seeded FELs in both burst and continuous mode. At lower
repetition rates, conventional Ti:Sapphire lasers are currently used for laser-induced FEL
seeding at, for example, FERMI FEL-1. The future requirements of a tunable, high repetition
rate laser with sufficient pulse energy can be met with optical parametric chirped-pulsed
amplification (OPCPA). A tunable OPCPA is demonstrated at 112 W in burst mode. The center
wavelength is located in the wavelength region of 720–900 nm. The repetition rate is 100 kHz
and the pulse energy is 1.12 mJ with 30 fs pulse duration. The OPCPA pumping laser power
limits the scalability of the OPCPA output, and it was demonstrated for a 6.7–13.7 kW (burst
mode) thin-disk OPCPA-pump amplifier, increasing the possible OPCPA output power to
many hundreds of watts. Furthermore, the third and fourth harmonic generation experiments
are performed for the FEL seeding purpose [14].

Recent solid-state laser progress is closely related to the demands in the field of laser microa‐
blation in industry. Fiber laser is advancing in the high repetition rate, short-pulse operation
mode in the subpicosecond pulse length. Significant progress has been made on the scaling of
the performance of subpicosecond fiber laser systems in the past decade. The current limitation
exists in the achievable peak power and average power of a linear amplifier. The maximum of
the available average power in a single fiber laser is determined by the mode instabilities.
Several hundred watts is the typical maximum power, depending on the properties of the fiber
and other system parameters. The pulse energy is ultimately limited by the extractable energy
of the fiber, nonlinear pulse distortions, and damage issues. Four coherently combined fiber
amplifiers were reported as a single CPA system [15]. The average power was 530 W and
combined pulse energy was 1.3 mJ. It is expected to realize higher system parameters from a
beam combined fiber laser, especially in higher average power in pulsed mode. The beam
quality was excellent and the beam combination efficiency was as high as 93%. It is expected
that with the coherent combination concept and further progress in fiber laser technology,
average powers in the range of 1 kW and pulse energy of 10 mJ are realistic parameters in the
future. A 10 J, 10 kHz femtosecond laser system is under conceptual design by a coherent
combination of 10,000 fibers as the extension of the coherent combining scheme for high
repetition rate PW laser [16].

Another promising laser is the InnoSlab laser, which is a thin slab laser cooled from both
surface and is reported as a Yb:YAG InnoSlab amplifier with femtosecond pulses of <3 mJ pulse
energy with a repetition rate of 100 kHz. The chirped pulse amplification is essential to achieve
high average power generation in the power amplifier stage. The laser system is consisted of
a 10 mW seed laser with a pulse repetition rate of 100 kHz to MHz, and a preamplifier stage,
and a high power InnoSlab amplifier which is followed by a grating pulse compressor. This
laser system is ideal for OPCPA pumping and micromaterial processing [17]. The highest
average power picosecond laser was reported from a thin-disk multipass laser amplifier,
delivering 1.4 kW with pulses of 4.7 mJ pulse energy and duration of 8 ps at 300 kHz repetition
rate [18]. The beam quality factor was better than M2 = 1.4. The experiments showed that the
thin-disk multipass amplifier can scale pulse energy and average output power independently
in the repetition rates between 300 and 800 kHz. Frequency doubling by means of an LBO
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crystal led to 820 W of average power at a wavelength of 515 nm with 1170 W of incident IR
power which corresponded to a conversion efficiency of 70% and an SHG pulse energy of 2.7
mJ. By sum-frequency generation between the beams at 1030 and 515 nm in a second LBO
crystal, an average UV power of 234 W (780 μJ of pulse energy) was generated at the wave‐
length of 343 nm with a conversion efficiency of 32%. The output powers in the green and UV
spectral region are limited by thermal effects and the apertures of the crystals employed. Future
work may try to use shorter seed pulses as well as to increase the output power by imple‐
menting a higher number of passes in the amplifier and the pump module and by increasing
the pump power. For the higher harmonic generation, crystals with larger apertures and an
improved temperature control is critical to further improve the performance.

Carbon fiber-reinforced plastic (CFRP) is the most promising light material in aircraft or similar
machines. CFRP was processed with the kW picosecond laser with 8 ps pulses and an average
output power of up to 1.1 kW at a pulse repetition rate of 300 kHz with a maximum pulse
energy of 3.7 mJ. Heat accumulation influences are studied for the processing quality in high
average power operation [19]. The pulse overlapping and repetitive scans are studied for the
heat accumulation effect in the report. The study indicates an estimation of optimized feed
rates and maximum scan speeds. The kW picosecond thin disc laser demonstrated its applic‐
ability in the cutting application of a 2 mm CFRP with a high cutting speed of 0.9 m/min and
smaller thermal damage less than 20 μm. These lasers, such as fiber, InnoSlab, and thin disc,
have been proving solutions for high beam quality, short-pulse generation in the high average
power regime in the past two decades. An alternative approach was reported by a cryogeni‐
cally cooled Yb:YAG by demonstration to have significant potential for efficient near-diffrac‐
tion-limited high average power lasers [20]. A single-pass amplifier was reported with 250 W
output power, 54% optical-optical efficiency, M2= 1.1 and a power oscillator with 300 W output
power demonstrated 64% optical-optical efficiency, and M2= 1.2. In each case, the laser systems
were based on end-pumped laser rod gain modules cryogenically cooled in liquid nitrogen
cryostats. The single-pass amplifier is a simple way, compared to fiber or thin disc, to boost
the power of a laser oscillator. The output power in the experiments was limited only by the
incident pump power. The cryogenically cooled, bulk Yb:YAG four-pass amplifier was
operated at 100 kHz repetition rate [21]. The amplified optical pulses were 2.5 mJ pulse energy
with <20 ps pulse length before compression and the spectrum for 3.6ps in transform limited
duration. The measured power stability was less than 0.5% in half an hour full power opera‐
tion. A flat-top spatial profile was measured with near-diffraction-limited beam divergence.
This compact amplifier is ideal for pumping of OPCPA. This chapter describes recent progress
of high average power, picosecond thin-disc laser from the research and development of the
HiLASE project during 2012–2015. HiLASE R&D laser center is a technological infrastructure
in Dolní Břežany near Prague in the Czech Republic, which was founded in a close connection
to the ELI activity. Major effort is to develop lasers for high-tech application, in which the short-
wavelength generation is one of the dominant ones. HiLASE focuses on the development of
kW-class thin-disk-based picosecond and subpicosecond lasers from mJ to sub-1-J pulse
energy. Laser pulses are emitted at repetition rates from 1 to 100 kHz with prospective upgrade
up to 1 MHz near fundamental wavelength. In order to cover the broadest application potential
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of the lasers, it was also initiated high-power harmonic frequency generation and high-power
mid-IR picosecond system consisting of an OPG followed by double OPA systems (Figure 1).

Figure 1. Building of the HiLASE R&D Centre in Dolní Břežany, Czech Republic.

2. High repetition rate picosecond Yb:YAG thin disc-laser in LPP EUV
source

Continuous shrinking of the microcircuit is the natural law for lower cost, higher yield, short
time to the market in the semiconductor industry. The microlithography has been the central
manufacturing technology, and the continuous shrinking of the wavelength is the principal
architecture. The proposal of the application of EUV wavelength appeared long before the
perspective of the light source itself. The shift of source technology to the ArF excimer is
followed by immersion technology and the ArF laser is the long-life light source technology.
The EUV lithography is now entering into the mass production phase in the 22 nm node, and
the wavelength is 13.5 nm (92.5 eV) supported with Mo/Si high reflectivity mirrors. 13.5 nm
wavelength is the first generation of ionizing radiation in the mass production of semicon‐
ductor industries. The laser-produced plasma (LPP) EUV source has been established as the
basic architecture of the EUV source technology, after one decade of focused research and
engineering. The present concern is the stability and cleanness of the source itself and further
engineering is continued [22]. The EUV light source is essentially incoherent spherical emission
from highly ionized Tin plasma. The source is composed of three parts, namely driving laser,
plasma generation/exhaust, and EUV light collector. A large Mo/Si collector mirror has peak
reflectivity at 13.5 nm with 2% bandwidth. It is located close to the high-power plasma source
and the extension of the lifetime is the most critical engineering concern. It is reported in a
recent conference that the power available at the intermediate focus (IF) in the field is 125 W,
and a test source is operated in a company laboratory aiming at 250 W [23]. A typical config‐
uration of the LPP EUV source for high volume manufacturing (HVM) is shown in Figure 2,
where a train of 100 kHz Sn droplet is injected and irradiated by a solid-state laser prepulse
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(purple), dispersed into a mist bunch, and irradiated by a CO2 laser main pulse (red). A
discharge pumped EUV source is now employed for metrology purpose in less than 100 W
level. The typical configuration is shown to the right of the LPP system. A small laser pulse
initiates Sn vapor for main discharge from a rotating disc immersed in Sn liquid [24]. It is called
as laser-assisted discharge plasma (LDP).

Figure 2. Configuration of double pulse method in LPP (left) and LDP (right) EUV sources.

The initial state of the injected Sn droplet is liquid phase of 10–20 μm diameter in the LPP
system, and the direct laser irradiation results in a lower conversion efficiency (CE) and messy
split of liquid Sn inside the chamber. The solution is the double-pulse method, as the initial
pulse converts the liquid Sn droplet into nanocluster bunch (mist) for better laser absorption
and ionization. An experiment demonstrated that the prepulse is much efficient in the case of
picosecond pulse length compared to the nanosecond one. Figure 3 shows the experimental
results reported in a conference [25].

Figure 3. Ionization rate of Sn and CE depending on the pulse length of pre-pulse. Left: Ionization rate. Right: Conver‐
sion efficiency (CE).
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The picosecond laser has typical parameters as pulse energy more than mJ, pulse length is 10
ps or less, and focusing diameter is a few times larger than the droplet diameter of 10–20 μm.
The average power is more than 100 W at the repetition rate of 100 kHz. The laser specification
is not easily covered by any commercial products and must be specifically developed. Thin-
disc laser is suitable for the required specification among other types of advanced lasers such
as fiber or thin slab with its larger beam diameter. HiLASE project was dedicated in a research
and development of kW class picosecond thin-disc lasers in the period of 2012–2015. One of
the laser beamlines is PERLA (Pearl) C, which is aimed to realize a compact, stable 500 W
picosecond thin-disc laser with 100 kHz repetition rate [26]. The research and development of
the laser system is briefly described in the following.

Design of the laser comes from the thin-disk laser concept. Figure 4 shows the configuration
of the thin-disc laser module with a parabolic mirror that collimates and images the pump
radiation from laser diodes. The parabolic mirror images several times the unabsorbed
pumping radiation with a set of roof mirrors. The thermal lensing is limited minimum due to
the axial thermal flow from the gain medium to the water cooled heat sink. The nonlinear
effects in the solid-state medium (self-phase modulation, B-integral) are controlled at low level
in the multiple optical passes in the thin disc. The cooling is efficient due to the small thickness
of the disc. The typical discs are characterized by the gain thickness as 100–300 μm and the
disc diameter as 8–30 mm. Special optical design is required to compensate the low single-pass
amplification gain together with pump absorption. Regenerative amplifier is selected for
medium-power amplifier, and multipass amplifier is designed for higher average power or
higher pulse energy amplifier. Regenerative amplifiers allow very compact and robust laser
systems. High-power regenerative amplifier concept is based on a ring cavity, which is in fact
a new approach. High average power and high repetition rate regenerative amplifiers usually
suffer from Pockels cell issues. A new kind of large aperture BBO Pockels cell was developed
to overcome this obstacle (Figure 4). A kW-class regenerative amplifier with a ring cavity is a
novel approach in the field of picosecond thin disk lasers.

Figure 4. Left: Concept of efficient pumping (blue beam) of thin-disk lasers. Right: in-house developed large-aperture
and water-cooled BBO Pockels cell.

Various solid-state materials are applied in thin disc modules, and the Yb:YAG is the most
favored one due to high quality in fabrication and picosecond pulse generation. Yb:YAG is
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studied for more than two decades in its growing, cutting, and polishing, and its thermome‐
chanical characteristic is well fitted for picosecond and subpicosecond pulse generation. One
of the disadvantages of the thin-disc laser is the bonding technology of large diameter thin
Yb:YAG disc to the heatsink basement to be robust in high-temperature and high optical
fluence environment. Several bonding methods are available to 10 mm diameter and further
new techniques are still tested for higher reliability. In the present stage, HiLASE Centre uses
two types of bonding methods, namely soldering to a copper-tungsten heatsinks and bonding
to a diamond substrate. The diamond substrate is advantageous for its higher thermal
conductivity for lower disc temperature under high pumping fluence. Popular pumping
source is a laser diode with 940 nm center wavelength where the absorption has a broader
bandwidth. Yb:YAG has a narrower but high-peak absorption wavelength at 968.8 nm, which
is called as zero-phonon line, and a specific laser diode at this wavelength is used for efficient
pumping. The quantum defect decreases from 8.7% with 940 nm pumping to 5.9 % with zero-
phonon line pumping. Zero-phonon line pumping is also better in its suppression of nonlinear
phonon relaxation in the Yb:YAG medium. The resulting steady-state disc temperature is kept
lower compared to 940 nm pumping, and better stability of the amplification and higher output
pulse energy is the positive result [27]. Pump diodes should have bandwidth <1 nm. Since the
absorption line near 968.8 nm is very narrow, the diodes are stabilized by volume Bragg
gratings (Figure 5).

Figure 5. Left: Diamond-heat spreader-bonded thin disc. Right: Absorption cross section of Yb:YAG.

The high repetition rate beamline PERLA C operates at 100 kHz and provides picosecond
pulses from 1 to >4 mJ in a compressed pulse. The seeder of the laser system is a commercially
available Yb-doped fiber laser from Fianium. The pulse length is 12 ps at 50 MHz repetition
rate, and the pulse energy is 6 nJ with 20 nm broad bandwidth. The pulses are stretched to 0.5
ns pulse length by a small Bragg grating. The pulse bandwidth is filtered to 2.2 nm by the
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bandwidth of the grating, and the bandwidth limited pulse length is less than 2 ps. The seeder
pulses are amplified by a semiconductor optical amplifier (SOA) and a single-mode fiber
amplifier before injection into a regenerative amplifier. The advantage of the SOA is its electric
controllability of the gain time window and used as a pulse picker to reduce the repetition rate
from 50 to 1 MHz. The average power is 300 mW before the regenerative amplifier.

The regenerative amplifier is composed of a single Yb:YAG module with a standing wave
cavity for 100 W operation (Figure 6). The total footprint is compact as 900 × 1200 mm including
a pulse compressor. The pump spot size of the thin disc is 2.7 mm in diameter with cavity
length of 2 m. A double Pockels Cell system optically switches the input and output pulses.
The size of the BBO crystal is 8 × 8 mm2. The crystal holder is engineered to avoid damages to
the BBO by piezo ringing in high repetition rate switching. The maximum available BBO
aperture is 12 × 12 mm2, and the repetition rate is 1 MHz and the voltage is 10 kV. As described
earlier, the pumping is by zero-phonon line continuous fiber-coupled laser diodes. The
maximum amplified pulses are 1.2 mJ of energy at 100 kHz repetition rate with M2 = 1.3 beam
quality

Figure 6. Left: 100 W regenerative amplifier. Right: Optical scheme including a CVBG pulse compressor (HR, highly
reflective mirror; TD, thin disk; LD, pump laser diodes; PC, Pockels cell; TFP, thin-film polarizer; FR, Faraday rotator;
PBS, polarizing beam splitter; CVBG, chirped volume Bragg grating; λ/2 and λ/4, half- and quarter-wave plates; SMF,
single-mode fiber; PLD, pump laser diode; WDM, multiplexer; CRC, circulator; FBG, fiber Bragg grating; OSC, oscilla‐
tor).

This is critically important for precise irradiation like prepulse in an LPP EUV source. Pulses
are compressed by a chirped volume Bragg grating (CVBG) compressor, which is a very robust,
compact, and easy to align bulk compressor with 8 × 82 mm aperture. The CVBG compressor
was tested for long time operation and demonstrated a reliable pulse compression of high
average power pulse train with >85 % diffraction efficiency under optimized cooling condition.
Compressed pulses measured by intensity autocorrelation (Figure 7, right) have temporal
width 1.6 ps (sech2). The pulse-to-pulse energy stability measured over 4 million pulses was
better than 1.7%, and the long-term average power stability measured over 1 h was <1.5 %
(RMS value). Better housing and active stabilization can even improve the stability.
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reflective mirror; TD, thin disk; LD, pump laser diodes; PC, Pockels cell; TFP, thin-film polarizer; FR, Faraday rotator;
PBS, polarizing beam splitter; CVBG, chirped volume Bragg grating; λ/2 and λ/4, half- and quarter-wave plates; SMF,
single-mode fiber; PLD, pump laser diode; WDM, multiplexer; CRC, circulator; FBG, fiber Bragg grating; OSC, oscilla‐
tor).

This is critically important for precise irradiation like prepulse in an LPP EUV source. Pulses
are compressed by a chirped volume Bragg grating (CVBG) compressor, which is a very robust,
compact, and easy to align bulk compressor with 8 × 82 mm aperture. The CVBG compressor
was tested for long time operation and demonstrated a reliable pulse compression of high
average power pulse train with >85 % diffraction efficiency under optimized cooling condition.
Compressed pulses measured by intensity autocorrelation (Figure 7, right) have temporal
width 1.6 ps (sech2). The pulse-to-pulse energy stability measured over 4 million pulses was
better than 1.7%, and the long-term average power stability measured over 1 h was <1.5 %
(RMS value). Better housing and active stabilization can even improve the stability.
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Figure 7. Left: 1.2 mJ of the output pulse energy at 100 kHz repetition before compression has been achieved from the
100 W PERLA C in a nearly diffraction-limited beam. Right: the pulses were compressed to 1.6 ps (FWHM) by a CVBG
as shown by the intensity autocorrelation trace.

A higher average power regenerative amplifier was developed with a ring cavity (Figure 8).
The amplifier is switched by a reliable Pockels cell, which is in-house design for 10 × 10 mm2

aperture with effective cooling. The fundamental spatial mode operating cavity is designed
for a 5.2 mm pump spot and the cavity contains a single diamond-bonded Yb:YAG thin disc.
The disc is zero-phonon line-pumped by VBG-stabilized fiber-coupled diodes. Laser cavity
was tested in the CW regime to evaluate the thermal distortion. 550 W output was observed
with almost 50% optical-optical efficiency and >4 mJ was achieved in a 100 kHz pulse train
with a nearly diffraction-limited output beam (Figure 8).

Figure 8. Left: ring cavity of the 500 W PERLA C laser system. FM, folding mirror; PCX M, planoconvex mirror; PCV
M, planoconcave mirror; TFP, thin-film polarizer; PC, Pockels cell; TDLH, thin-disc laser head; DL, pump diodes; λ/2,
half-waveplate. Right: performance of the 500 W ring cavity in CW and pulse mode (PERLA C).
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3. High average power wavelength conversion of picosecond solid-state
lasers

The extreme ultraviolet lithography is now in an introductory phase in semiconductor
industry. The EUVL has been developed in the field of various component technologies such
as Mo/Si high reflectivity mirror at 13.5 nm wavelength, new types of resist of higher sensitivity
at this wavelength, and plasma-based 100 W class stable EUV sources. Further increase in
average power is expected for large-scale manufacturing to kW level and shorter wavelength
to 6.7 nm where a higher reflectivity mirror seems available. The present source architecture
is the laser-produced plasma (LPP) and is recently considered in its practical scaling limitation
in average power in the range of kW. Free electron laser has been emerging as the new short-
wavelength source in the EUV to X-ray region in the past decade. The present generation is
based on lower repetition rate operation for scientific applications, but the next generation is
aiming at high repetition rate for high average power. Several research papers are discussing
on the possibility of high repetition rate FEL by superconducting RF cavity technology for the
generation of more than kW average power at 13.5 nm wavelength [28, 29]. The present FEL
is operated in the SASE mode, in which the pulses are generated in undulator and composed
of many short-pulse length spikes. The typical pulse parameters are 0.1 mJ pulse energy, 100
fs pulse length, and the beam diameter is 1 mm. The beam fluence is higher than the ablation
threshold of a resist [30], and the high spatial coherence results in much higher localized peak
fluence on the resist. The interaction mechanism is now in a basic study to overcome these
effects compared to the present LPP-generated 100 kHz, mJ EUV pulses with no coherence
and longer pulse length as 10 ns.

The scaling of the FEL technology to kW average power level requires the photocathode
operation in higher repetition rate in industrial environment together with optical technology
to optimize the FEL beam for lithography application and scaling to the 6.7 nm wavelength
region.

The first consideration is the industrial operation of photocathode at >MHz repetition rate. The
bunch charge is typically 1 nC. Metal photocathode is robust, but the quantum efficiency (QE)
is lower for higher charge generation. Several semiconductor cathodes were studied for higher
efficiency to reduce the requirement for the driver laser average power in the repetition rate
mode. The Advanced Photo-Injector (APEX) experiment in Lawrence Berkley National
Laboratory is working to realize a high repetition rate at MHz, high-brightness photocathode.
The photocathode is a normal conducting, 187 MHz RF cavity in the CW mode, and designed
for short bunches as 1–10 ps of 750 keV energy up to 1 nC charges. Several semiconductor
cathode materials are tested for better beam emittance for various operational conditions.
CsK2Sb is irradiated by SHG of Yb fiber pulses, and Cs2Te is irradiated by 4HG. Both semi‐
conductor cathodes have nearly 1% quantum efficiency. The laser pulse energy is 0.5 μJ with
the MHz repetition rate, and the average power is 0.5 W [31]. Cu and Mg photocathodes were
studied for use in an RF photocathode. The gun was manufactured by a technique of hot
isostatic pressing with diamond polishing and tested under a peak electric field of 57 MV/m.
The quantum efficiency of the Cu cathode was 10−4, while Mg cathode achieved a high QE of
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up to 10−3 under 262 nm laser-light illumination. The QE of the Mg cathode under 349 nm laser-
light illumination was measured to be 2.2 × 10−5. The experimental setup and the results of the
photocathode QE measurement are shown in Figure 9 [32].

Figure 9. Left: Experimental setup of photocathode QE measurement. Right: Electron charge vs. input laser energy
(266 nm) from Mg photocathode, • is for before laser cleaning.

It is concluded that 5 μJ, 266 nm, picosecond pulse is enough for Mg photocathode operation
and the required average power at the MHz repetition rate is 5 W. Cu photocathode is proven
to be robust material and usable by a 50 W 4HG picosecond laser. The progress of the laser
technology is now making the metal photocathode again usable for the emerging requirement
for long-life industrial application.

The other consideration is the reduction of the temporal microspikes in the SASE FEL pulses.
Coherence is characterized in a report on the FLASH operation at 8.0 nm wavelength [33]. The
single FEL femtosecond beam is passed through double pinholes for diffraction pattern, and
the measured transverse coherence length is 6.2 ± 0.9 μm in the horizontal and 8.7 ± 1.0 μm in
the vertical directions. The mutual coherence function K is given as 0.42, and a measurement
of K by a laser plasma source is 3.2 × 10−9. It is concluded from these measurements that a beam
spatial homogenization is required at EUV wavelength by using total reflection. Temporal
coherence was also reported by using a split and delay unit. The coherence time of the pulses
produced in the same operation conditions of FLASH was measured to be 1.75 fs. The
measured coherence time has a value, which corresponds to about 65.5 ± 0.5 wave cycles (cτ/λ).
It is well known that the SASE FEL pulses are composed of many small spikes and random
spectrum due to SASE process. It is reported that the averaged spectrum has a 1.4% bandwidth
typically, which is favorable for the Mo/Si EUV multilayer mirror at 13.5 nm (bandwidth 2%).
It is necessary to smooth the temporal spikes to avoid random EUV flux change in the resist
absorption process. The requirement is similar to most FEL applications, and we must consider
efficient seed technology for MHz repetition rate operation.

It is desirable to increase the brightness and pointing/energy stability compared to SASE mode.
An efficient seeding method was established by using a UV wavelength laser, in which the
seed laser modulates the electron beam into coherent bunching at the harmonics of the seed
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laser wavelength. The bunching is intensified in another undulator for coherent FEL action,
and the method is called as high-gain higher harmonic generation (HGHG). FERMI is the
leading institute in this specific technology, and it is reported on the double-stage-seeded FEL
with the fresh bunch injection technique [13]. The main limitation for the direct extension of
the HGHG to shorter wavelength is the required small electron beam energy spread and higher
average power seed laser source. The fresh bunch scheme is the solution for this problem, in
which the FEL radiation is initially produced in an earlier stage undulator and used as the
seeder for shorter wavelength generation (Table 1).

Fermi FEL-2 EUV FEL

Seed wavelength (nm) 260 324

1nd FEL (nm) 32 40.5

2nd FEL (nm) 10.8 13.5

Table 1. Comparison of wavelengths for HGHG operation in FERMI FEL-2 and EUV FEL.

The external seed laser was the third harmonic of a Ti:Sapphire laser with a duration of ∼180
fs (FWHM) and up to 20 μJ energy per pulse. Its transverse size in the modulator was made
larger than the electron beam size to ensure as uniform as possible electron beam energy
modulation. Once the same laser energy is required for MHz EUV FEL, 20 W average power
is required for 324 nm with 180 fs at MHz repetition rate. There are two approaches to generate
such laser pulses, the first is based on the MHz repetition rate Ti:Sapphire laser with 100 μJ
level pulses, and the second one is based on OPCPA.

The short-pulse, short-wavelength laser technology is now advancing to realize the specifica‐
tion described here in a compact box, due to the new suitable laser configuration as thin-disc
laser and an efficient wavelength conversion method.

An ultrafast thin-disc multipass laser amplifier demonstrated the advantage recently by
delivering 1.4 kW of average output power with 4.7 mJ pulse energy and duration of 8 ps at a
repetition rate of 300 kHz [18]. The beam quality factor was better than M2 = 1.4. The experi‐
ments show that the thin-disc multipass amplifier can scale pulse energy and average output
power independently for the investigated repetition rates between 300 and 800 kHz. Frequency
doubling by means of an LBO crystal generated 820 W SHG average power at the wavelength
of 515 nm with 1170 W of incident IR power, which corresponds to a conversion efficiency of
70% and an SHG pulse energy of 2.7 mJ. By sum-frequency generation between the beams at
1030 and 515 nm in a second LBO crystal, an average UV power of 234 W (780 μJ of pulse
energy) was generated at the wavelength of 343 nm THG with a conversion efficiency of 32%.

A wavelength conversion experiment was performed in the HiLASE project to evaluate the
high average power generation of picosecond harmonics, namely, SHG (515 nm) and FHG
(257.5 nm), in LBO and BBO/CLBO crystals, respectively [34]. The pumping of the crystals was
performed by the PERLA C Yb:YAG thin-disc laser operating at 100 kHz and 60 W average
power with 4 ps pulse duration. The average output power of 6 W DUV was achieved in CLBO
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at a spectral bandwidth of 0.2 nm and the FHG/fundamental conversion efficiency was 10%.
The basic optical configuration is shown in Figure 10 together with a photo. The input beam
(upper left) is reflected by two motorized mirrors controlled by a beam stabilizer ensuring
pointing stability better than 20 μrad (RMS). The following half-wave plate and polarizer is
used for energy tuning. The beam is frequency doubled in an LBO at 50°C and 10 mm long,
cut for the critically phase-matched generation at θ = 90° and ϕ = 12.8°, and antireflection coated
for 1030 and 515 nm. The second harmonic beam passes two dichroic mirrors and is injected
into an argon-filled box with a BBO or CLBO crystal. To ensure a stable long-term functioning
of the crystals the temperature was kept at 150°C. The experimental results are shown in
Figure 11. It is visible that the 4HG/SHG conversion in the CLBO crystal has 30% higher
efficiency than in the BBO crystal. The next step of the experiment is to increase the pumping
power to 500 W to confirm the linearity of the conversion efficiency for 50 W FHG output
power.

Figure 10. Optical configuration of the SHG and FHG, and SHG light is introduced into a box filled with argon.

Figure 11. Left: Fourth harmonic output power dependence on the second harmonic in BBO (AR coated) and CLBO
(uncoated) crystals. Right: Relevant FHG spectra from CLBO.
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A small part of the beam is absorbed in the crystal and converted into heat that leads to
temperature gradients in the crystal in the high average power wavelength conversion. This
causes partial phase mismatch and reduces the conversion efficiency. It is estimated that the
fundamental power absorption at the 60 W input is <20 mW in the 10 mm long LBO crystal.
The total absorbed power may be higher due to the fact that a green laser beam has higher
absorption than the fundamental beam [35]. The absorption in the antireflective coating
increases the temperature, which causes the mismatch more than the bulk absorption [36].

A tunable, 112 W optical parametric chirped-pulse amplifier (OPCPA) was demonstrated for
FEL seeding in a burst mode with center frequencies ranging from 720 to 900 nm, pulse energies
up to 1.12 mJ, and a pulse duration of 30 fs at a repetition rate of 100 kHz [14]. The results
demonstrated the feasibility of 112 W femtosecond OPCPA in a burst mode with a duty cycle
of 8 × 10−3, where no heating effects were observed. It was indicated from the measurements
of absorption coefficients of BBO and LBO and calculations, the feasibility of much higher
powers up to 1 kW in continuous mode was expected. Absorption causes a spatially and
temporally varying temperature distribution in the sample. This leads to local changes of the
refractive index and results in the development of a thermal lens. Especially in anisotropic
crystals, this has consequences on increased phase mismatch in optical parametric processes
with a conversion efficiency decrease. In the case of anisotropic crystal in electro-optical
devices such as Pockels cells, the thermally induced depolarization reduces the contrast ratio.
Though the absorption of the anisotropic crystal in these applications is usually very low, the
related effects can be significant with input powers at the kilowatt level. In order to estimate
the influence of thermal effects and taking it into account in the optical system design, the
comprehensive knowledge of material absorption at the operation wavelength is unavoidable.
An extended photothermal method was demonstrated for the quantitative determination of
laser-induced wavefront deformations, which enables the separation of bulk and surface
contributions to absorption in the more complex case of optically anisotropic crystalline media
[36]. Experimental setup is shown in Figure 12. The wavefront deformations of the test beam
(light source) are measured and used for absorption evaluations. The results show that the
absorption is highest at the AR-coated KTP surface of input side (Figure 13, left), while it is
higher at the surface of the output side of noncoated KTP (Figure 13, right). This photothermal
method is usable in the real OPCPA for a better cooling system installation.

Figure 12. Setup of the photothermal method by crossed beam measurement. Wavefront measurement is performed
by a Hartmann-Shack sensor.
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Figure 13. Wavefront deformation measurement results for AR-coated (left) and noncoated KTP samples. Blue indi‐
cates the largest wavefront deformation. The heating laser beam comes into the crystal horizontally from the left, while
the probe beam passes vertically to the readers.

4. Cryogenic laser technology for high pulse energy picosecond amplifier

The basic principle of the laser Compton short-wavelength source is similar to an undulator
emission, and high-intensity laser field is used as the modulating electromagnetic field. Basic
principle of the laser Compton X-ray source is well studied, and a single-shot imaging is critical
for many practical applications. The required specification is explained as the laser pulse must
exceed some threshold parameters. It is known that the highest peak brightness is obtained in
the case of counterpropagating laser pulse and electron beam bunch, in the minimum focusing
area before nonlinear threshold. Figure 14 describes the schematic of the laser Compton
interaction between the electron beam and the laser.

Figure 14. Schematic of the laser Compton scattering process.
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The general formula of obtainable X-ray photon flux N0 is calculated in the counter collision
by the following expression:

2
0N ( Ne Np) / (4 r )cs p¥

where σc is the Compton cross section (6.7 × 10−25 cm2), Ne is the total electron number, Np is
the total laser photon number, and r is the interaction area radius. It is predicted that an increase
in Ne and Np, and the reduction in r results in the increase in the photon flux N0. The practical
limitation of these operations are the instrumental condition of electron beam emittance in
higher charge, M2 of laser beam at higher pulse energy, and optimization for reduced focusing
diameter r. It is possible to assume these parameters as 1 nC charge with 3 ps pulse duration
to be focused down to 10 μm at 38 MeV voltage. Another limitation is the maximum of single-
pulse laser intensity to reach the nonlinear threshold of the higher harmonics generation in
the X ray region. The nonlinear Compton threshold is characterized by the laser field strength

a0 eE/m LCw=

where parameters E, ωL, and C correspond to the amplitude of the laser electric field, laser
frequency, and the speed of light, respectively. The laser field strength is a function of the laser
wavelength. The nonlinear threshold a0 is given around 0.6 which corresponds to 1 J pulse
energy in 1 ps pulse duration at 10 μm focusing intensity in the solid-state laser wavelength.
The threshold laser energy for a single-shot imaging is similar to this critical laser pulse energy
in the expected tight focus condition. The laser technology was not matured to realize such
parameters simultaneously in the past, and usual approach was to increase the repetition rate
of the event to increase the effective obtainable X-ray photon average flux in the affordable
imaging time period such as <millisecond for bioimaging. The first approach is the pulsed laser
storage in an optical enhancement cavity for laser Compton X-ray sources [37]. It is descri‐
bed in the experimental report that “the enhancement factor P inside the optical cavity was
600 (circulating laser power was 42 kW), in which the Finess was more than 2000, and the laser
beam waist of 30 μm (2σ) was stably achieved using a 1 μm wavelength Nd:Vanadium mode-
locked laser with repetition rate 357 MHz, pulse width 7 ps, and average power 7 W.” The
second approach is the multipass optical cavity, in which the laser Compton generation focus
exists inside the multipass cavity. The minimum focusing diameter is limited due to the
requirement of the cavity design. SHG picosecond pulse of 0.2 J pulse energy is circulated 32
times to collide electron bunches [38].

An approach is undertaken by the thin-disc laser technology to generate 1 J, picosecond high
beam quality pulses at 100 Hz repetition rate in the Max Born Institute, Berlin, Germany. The
development is based on a ring cavity concept combined with chirped pulse amplification
(CPA) [39]. The regenerative amplifier produced more than 300 mJ energy when pumped with
the maximum available pump power of 1.7 kW. The regenerative amplifier is followed by a
large aperture ring amplifier that increases the pulse energy further to 600 mJ. This ring
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amplifier consists of a Pockels cell and a set of polarizers for the in- and out-coupling, two
amplifier heads and a spatial filter in between. The amplifier heads are equipped with 750
μm thick Yb:YAG (7%) discs of 25 mm diameter. Each disc is pumped by 1 ms long pulses
of 4 × 1.5 kW. Booster amplifier for 1 J pulse is based on the large aperture ring amplifier design
without internal Pockels cell. The amplifier discs were pumped by diode modules that deliver 6
kW peak power out of a 2 mm fiber. Each amplifier is equipped with two of these pump
modules, which together provide about twice the pump power compared to the large aperture
ring amplifier. The booster amplifier is changed from former multipass configuration to a large
aperture ring amplifier. The result is a multiple amplifier stage configuration with many thin-
disc laser modules.

Cryogenic laser technology is suitable for the generation of large-pulse energy in a laser
configuration of lower stages. A cryogenic thick-disc Yb:YAG laser was reported as 1 J was
generated at 100 Hz repetition rate [3]. The picosecond CPA laser was developed for driving
high average power soft X-ray lasers. This is one of the greatest breakthroughs in the history
of high-energy solid-state laser, and it is described in the report on the configuration and
operation as “Seed pulses of 100 mJ energy were produced by the laser frontend and ampli‐
fied to 1.5 Joules pulse energy by the five-pass power amplifier which consists of two Yb:YAG
disks mounted in vacuum on a single cryo-cooling head. The Yb:YAG disks are bonded on all
lateral sides with a Cr:YAG cladding to eliminate feedback of spontaneous emission into the
active region to prevent amplified spontaneous emission (ASE) losses and transverse parasit‐
ic lasing. Cryogenic cooling of Yb:YAG to liquid nitrogen temperature increases the heat
conductivity and reduces the saturation fluence, allowing for efficient high energy pulse
generation at high repetition rates. High capacity cooling was accomplished by flowing
cryogenic liquid coolant through the laser head. Each disk was pumped with 1.5 ms dura‐
tion, 4 kW pulses from a λ = 940 nm laser diode array. At the maximum pump power, 1.5 J
laser pulses were obtained. These pulses were compressed by a dielectric grating pair
producing 1 J, 5 ps FWHM duration pulses at 100 Hz repetition rate.” The repetition rate is
recently increased to 500 Hz and the picosecond pulse energy is 1 J, and the resulting aver‐
age power is 500 W. Temporally pulse-shaped laser pulses were focused into a ∼5 mm long,
30 μm FWHM wide line on a solid target using cylindrical optics. The beam quality is indicated
by the focusing specification. The resulting plasma was in the Ni-like stage, and strong
collisional excitation leads to a large transient population inversion on the 4d1S0 → 4p1P1

transition of Ni-like ions at wavelengths ranging from 10.9 to 18.9 nm.

Cryogenic solid-state laser is preferred for power scalability with better beam quality,
especially in higher pulse energy mode, and improvement of efficiency at the cost of longer
pulse length [40]. Yb:YAG is the most tested material due to its low quantum defect and still
broadband absorption in low temperatures. Various thermal optical properties are reported
for base materials as YAG (ceramic and single crystal), GGG, GdVO4, and Y2O3 on the thermal
conductivity, thermal expansion, refractive index, absorption cross section, emission cross
section, and fluorescence lifetime in the cryogenic condition.

One of the key features of the cryogenic laser is its better beam quality. A quantitative
evaluation is important for a practical laser design for dedicated applications and a measure‐
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ment was performed on the wavefront distortion caused by the thermal origin in a cryogen‐
ic Yb:YAG crystal in the temperature range 250–130 K in nonlasing condition [41]. The
wavefront aberration was evaluated by a wavefront sensor. The measurement results showed
a significant reduction of the wavefront aberration in lower temperature. The thermal defocus
was concluded as originated to the thermal lensing effect together with electronically induced
change of the refractive index by the excitation of ion activators (electronic lensing). The
dominant reason of the aberration was found as the thermal lensing in the experimental
condition as 6.3 kW/cm2 pumping intensity and pumping repetition rate of 100 Hz. The Strehl
ratio was observed to be improved in the lower temperature even the absorbed energy was
increased. The experiment showed the advantage of the cryogenic technology in terms of
efficiency and beam quality.

Figure 15. LEFT: Experimental configuration of the aberration measurement. FLD1, fiber-coupled pump diode at 936.6
nm; FLD2, fiber-coupled probe beam laser diode at 1065 nm; GT, Galilean telescope; W, windows; M, turning mirrors;
DM, dichroic mirrors; A1, 2, achromatic doublets with focal lengths of 100 and 250 mm, respectively, L1, 2, lenses with
a focal length of 250 mm; ND, neutral density filters; LPF, longpass filter with cutoff wavelength at 1050 nm. Right:
Multipass amplification configuration. WS, wavefront sensor; PM, power meter.

The experimental setup used for the measurement of the wavefront aberrations in a cryogen‐
ically cooled Yb:YAG slab is shown in Figure 15 (left). The right side figure shows the
configuration of multipass amplification from the 100 mJ level input. A Yb:YAG crystal is
mounted in a copper holder in a closed-loop pulse tube cryostat (Q Drive). The cooling capacity
is 12 W at 100 K. The crystal was supplied from Crytur, Czech Republic, and the specifica‐
tion was thickness 2 mm, diameter 10 mm, and doping concentration 3 at%. A fiber-coupled
laser diode (DILAS) pumped the crystal from one side. The peak wavelength was 936.9 nm,
and the peak intensity was 6.3 kW/cm2. Two achromatic doublet lens of focal length 100 and
250 mm imaged the 1 mm core of the fiber with NA 0.22 to the Yb:YAG surface. The result‐
ing pump spot size was 2.5 mm (1/e2) in super-Gaussian intensity distribution. Table 2(a)
summarizes the absorbed energy per pump pulse at each temperature. The absorbed energy
increases by about 19 % if the temperature decreases by 120 K from initial 250 K. The absor‐
bed power and thus generated heat is higher with decreasing temperature, and the aberra‐
tions are lower because of higher thermal conductivity, lower dn/dT, and lower expansion
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coefficient. Theoretical thermal decay time constants were calculated according to the formula
tT = rp

2/4κ, where rp is the radius of the pump, and κ is the thermal diffusion coefficient, which
is defined as k/(ρcp) where k is the thermal conductivity, ρ is the mass density, and cp is the
specific heat. The estimated values are shown in Table 2(b) for the thermal relaxation time
constants for different temperature conditions in 3 at% doped Yb:YAG as an estimation from
data for 2 and 4 at% doped crystals. The thermal decay time is around 31 ms at 150 K, which
is three times longer than the time interval between pumping at 100 Hz. This value is 93 ms
at 250 K.

(a)

Temperature (K) Absorbed energy (mJ) Absorbed energy (%)

250 128 41.3

210 137 44.3

170 145 46.8

130 152 49.0

(b)

Temperature (K) Thermal decay time for 3 at% Yb:YAG crystal (ms)

250 93

200 60

150 31

Table 2. (a) Absorbed energy per pump pulse by the 2 mm thick, 3 at% doped Yb:YAG slab pumped by energy of 310
mJ at a wavelength of 936.6 nm for different temperatures of the cooling finger. (b) Calculated thermal decay time for 3
at% Yb:YAG crystal.

Cryogenic cooling is usually applied in booster amplifiers with more than one pass of the seed
beam through the active medium in order to efficiently extract the stored energy. Therefore,
it is assumed to evaluate four beam passes, and the measured wavefront with subtracted tilt
and defocus was four times multiplied to calculate the real Strehl ratio in multipass amplifi‐
cation. The calculated Strehl ratio was 0.96 at 130 K and decreased to 0.93 at 250 K as shown
in Figure 16. The practical Strehl ratio to obtain the same pulse energy decreases at higher
temperature to obtain the same pulse energy in lower gain. The measurement indicates the
linearity of the Strehl ratio to the temperature decrease, and it is expected further increase in
the beam quality is possible in lower temperature of about less than 130 K.

In the last part of this chapter, a large aperture cryogenic laser is evaluated. The perform‐
ance of a gas-cooled multislab laser is recently reported from the DiPOLE project within the
Central Laser Facility (CLF RAL STFC), UK. The development is aiming at an efficient high
pulse energy diode-pumped solid-state laser (DPSSL) architecture based on cryogenic gas-
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cooled, multislab ceramic Yb:YAG amplifier technology. A prototype amplifier is delivering
up to 10.8 J pulse energy at 1030 nm wavelength with 10 Hz repetition rate. The optical-optical
conversion efficiency is 22.5% [42]. The long-term energy stability was observed as 0.85% RMS
with 7 J pulse energy for 48 h operation (2 million shots). An extension of the cryogenic
technology is now under test in the DiPOLE 100 to confirm the cryogenic concept at 100 J, 10
Hz region (kW average power). The present laser system is built for the HiLASE project and
will deliver 100 J temporally shaped ns pulses at 10 Hz with a fully integrated control system.
A second system is also under development for the high-energy density (HED) beamline of
the European XFEL project.

Figure 16. Strehl ratio for the four passes of the probe beam through the Yb:YAG slab and absorbed pump power per
single pass as a function of temperature. Lines represent a linear fit with slopes of –6 × 10−4/K and −0.064%/K, respec‐
tively.

The 10 J amplifier architecture is based on the multislab approach. The gain medium is
composed of four circular Yb:YAG slabs with two different Yb doping levels as 1.1 and 2.0 at
% to confirm a uniform temperature distribution among each slab. The diameter of the circular
slab is 45 mm with a 5 mm thickness, and the pump area is square of 23 × 23 mm2. The pump
beam is supplied from 939 nm diodes in stack with a pumping time duration of 700 μs at 10
Hz. The Yb:YAG circular slab is cladded with a 5 mm wide Cr:YAG absorber with 6 cm−1

absorption coefficient. This is effective to prevent amplified spontaneous emission (ASE) and
parasitic oscillations. A cryogenic He flow cools the slab and keeps the temperature as 150–
170 K. The pressure of the He flow is 10 bar. Figure 17 shows the optical arrangement for
amplification. A seed beam is injected into the amplifier through a dichroic mirror and then
image relayed by a spatial filter (f = 1 m) to a back reflector and reflected back to the amplifi‐
er module. One spatial filter locates on each side of the amplifier head. Each pass is com‐
posed by a set of separate mirrors. A deformable mirror is placed in the amplifier after the
third pass for the aberration compensation. After seven passes, the beam is extracted from the
amplifier with pulse energy increased to 9 J with a size of 21 mm × 21 mm2.

High Energy and Short Pulse Lasers122



cooled, multislab ceramic Yb:YAG amplifier technology. A prototype amplifier is delivering
up to 10.8 J pulse energy at 1030 nm wavelength with 10 Hz repetition rate. The optical-optical
conversion efficiency is 22.5% [42]. The long-term energy stability was observed as 0.85% RMS
with 7 J pulse energy for 48 h operation (2 million shots). An extension of the cryogenic
technology is now under test in the DiPOLE 100 to confirm the cryogenic concept at 100 J, 10
Hz region (kW average power). The present laser system is built for the HiLASE project and
will deliver 100 J temporally shaped ns pulses at 10 Hz with a fully integrated control system.
A second system is also under development for the high-energy density (HED) beamline of
the European XFEL project.

Figure 16. Strehl ratio for the four passes of the probe beam through the Yb:YAG slab and absorbed pump power per
single pass as a function of temperature. Lines represent a linear fit with slopes of –6 × 10−4/K and −0.064%/K, respec‐
tively.

The 10 J amplifier architecture is based on the multislab approach. The gain medium is
composed of four circular Yb:YAG slabs with two different Yb doping levels as 1.1 and 2.0 at
% to confirm a uniform temperature distribution among each slab. The diameter of the circular
slab is 45 mm with a 5 mm thickness, and the pump area is square of 23 × 23 mm2. The pump
beam is supplied from 939 nm diodes in stack with a pumping time duration of 700 μs at 10
Hz. The Yb:YAG circular slab is cladded with a 5 mm wide Cr:YAG absorber with 6 cm−1

absorption coefficient. This is effective to prevent amplified spontaneous emission (ASE) and
parasitic oscillations. A cryogenic He flow cools the slab and keeps the temperature as 150–
170 K. The pressure of the He flow is 10 bar. Figure 17 shows the optical arrangement for
amplification. A seed beam is injected into the amplifier through a dichroic mirror and then
image relayed by a spatial filter (f = 1 m) to a back reflector and reflected back to the amplifi‐
er module. One spatial filter locates on each side of the amplifier head. Each pass is com‐
posed by a set of separate mirrors. A deformable mirror is placed in the amplifier after the
third pass for the aberration compensation. After seven passes, the beam is extracted from the
amplifier with pulse energy increased to 9 J with a size of 21 mm × 21 mm2.

High Energy and Short Pulse Lasers122

Numerical modeling of the multislab amplifier is conducted in the HiLASE project to ensure
the scaling of the cryogenic technology for further increased parameter region in pulse energy,
repetition rate, and better beam quality. Comsol Multiphysics software was chosen to model
the thermal and stress effects in the amplifiers [43]. The sources of heat were calculated in the
ASE code [44]. The axial surfaces of the slabs are assumed to be cooled only by flowing helium
gas at 160 K. The slab was assumed to have no thermal contact with its 2 cm thick Invar holder;
and all heat is removed by convection through the faces. From the temperature and stress maps
of the slab, the optical path difference (OPD) and birefringence depolarization losses were
calculated for a single slab according to a prior approach. The gradual decrease of cooling
efficiency in the direction of gas flow, caused by He heating, results in the loss of left-right
symmetry of the temperature, stress, depolarization, and OPD maps.

Figure 17. Schematic of the 10 J cryogenic multislab amplifier. It consists of Yb:YAG ceramic slabs in the laser head,
dichroic beam splitters (DBSs), lens arrays (LAs), vacuum spatial filters (VSFs), and homogenized pump diode laser
modules (PDs).

It is planned to increase the repetition rate of the 10 J amplifier to 100 Hz by keeping the basic
performance. Once the operation is as expected, the cryogenic laser offers a technological stage
for a single module to generate picosecond multipulses of a few joules of energies, for a single-
shot imaging Compton source.

5. Conclusion

Recent progress of thin-disc lasers is promising to realize a high-brightness pumping source
of laser plasma or laser Compton short-wavelength sources. Further progress is possible by
an advanced cryogenic technology with its higher thermal conductivity. These laser progress‐
es are contributing in the practical applications in short-wavelength imaging and material
processing. Picosecond thin-disc laser technology is now in the stage of 1 kW level with >100
kHz repetition rate. Further research and developments are aiming at 1 kW with kHz repetition
rate (1 J, ps, kHz), pulse length reduction into subpicosecond region with MHz repetition
rate (mJ, fs, MHz), and increase in the average power to 10 kW region. These challenges require
further improvements of the achieved technology bases and evaluation of new schemes.
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Cryogenic technology is now offering an option for these challenges in the solid-state laser
technology.
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Abstract

A novel hybrid (solid/gas) approach to the development of femtosecond high‐intensity
laser systems operating in the visible is  presented in this chapter.  Behind this ap‐
proach is a combination of a solid‐state front end relying on widespread and highly
developed techniques for femtosecond pulse generation in the near infrared with a
photochemically  driven boosting  amplifier  operating  in  the  visible  spectral  range.
Historical background of developing photochemically pumped gas lasers on broad
bandwidth electronic transitions in molecules and physical principles of their opera‐
tion are briefly summarized as well. The architecture and the design issues of the hybrid
femtosecond systems relying on the amplification of the second harmonic of Ti:sapphire
front ends in the photodissociation XeF(C‐A) power‐boosting amplifiers driven by the
VUV radiation from electron‐beam‐to‐VUV‐flash converters are described, as well as
breakthrough results of proof‐of‐principle experiments demonstrating a high poten‐
tial of the hybrid approach. Wavelength scaling of laser‐matter interaction is shortly
discussed to demonstrate advantages of shorter driver wavelengths for some applica‐
tions with main emphasis placed on recombination‐pumped soft X‐ray lasers.

Keywords: hybrid femtosecond systems, visible spectral range, photochemically
driven laser media, laser-matter interaction

1. Introduction

Significant progress in the development of all‐solid‐state femtosecond laser systems relying
on chirped‐pulse amplification (CPA) technique has resulted in reaching petawatt (PW) peak
powers [1] and focused intensities as high as 1022 W/cm2 [2] that provides great opportuni‐
ties for experimental studies in the area of the extreme high‐field science. The all‐solid‐state

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
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laser systems providing pulses shorter than 100 fs are based on the Ti:sapphire and optical
parametric chirped‐pulse amplification (OPCPA) technologies.

Presented in this chapter are milestones and main results obtained in the course of the
realization of a novel hybrid (solid/gas) approach to the development of femtosecond systems
that, unlike the all‐solid‐state systems operating in the near‐infrared (NIR) region, allow for
producing super‐intense optical pulses in the blue‐green spectral range. This approach aims
to marry robust solid‐state laser technologies highly developed for femtosecond pulse
generation and amplification in the NIR spectral range with advantages of photochemically
driven gaseous gain media of the visible range.

Most extensive development of the photochemical method of pumping gaseous active media
dates back to the 1960s–1990s of the last century (see [3–5] and references cited therein). Being
applied to optical excitation of gas lasers on electronic molecular transitions by radiation from
such unconventional pump sources as high‐temperature electrical discharges and strong shock
waves in gas, This method resulted in emerging a new class of gaseous active media for lasers
emitting in the spectral range extending from the NIR to UV with a high output energy
increasing in proportion to the active volume and pump energy. Among a variety of molecules
lasing upon optical excitation, there are three broadband active media (XeF(C‐A), Kr2F, and
Xe2Cl), which offer a number of characteristics extremely attractive for the amplification of
femtosecond optical pulses up to ultrahigh peak powers. The gaseous nature and visible
spectrum of emission of these media promise important virtues of the hybrid systems. First of
all, the gaseous nature of these media is characterized by low nonlinear refractive index
allowing amplification of optical pulses with much higher intensities as compared with solid
media. Secondly, the visible spectrum of emission requires nonlinear frequency upconversion
of a seed pulse generated in the NIR spectral region by a solid‐state front end, thereby
providing efficient temporal cleaning of the ultrashort optical pulse and the high temporal
contrast ratio of an output pulse, which is of primary importance for a number of high‐field
experiments.

The main motivation for the development of hybrid systems in the visible is favorable drive
frequency scaling of laser‐matter interaction in a number of high‐field applications. Of
overriding importance is the dramatic improvement of the recombination soft X‐ray laser
excitation in an optical field ionized (OFI) plasma with drive frequency.

2. Photochemical lasers

The photochemical method of gaseous active media pumping by radiation from broadband
optical sources originates from the development of the high‐power photodissociation laser in
metastable iodine atoms (λ = 1.315 μm) (for example, see [6–8]), resulted in variety of remark‐
able results: 1 MJ of output energy in a single beam [9], 2 and 30 kJ in a short laser pulse
obtained, respectively, with flash lamp [10] and surface discharge [11] optical pumping. The
breakthrough results obtained in the course of the iodine photodissociation laser development
stimulated extensive studies of the potentialities of the gaseous active media optical pumping
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and the search for new active media for high‐power optically driven lasers in many laboratories
around the world.

It is important to stress the major impact of untraditional pumping sources on the photo‐
chemical method development, such as high‐current open discharges initiated with exploding
wires or sliding sparks, as well as strong shock waves driven by detonation of chemical
explosives [4]. These pumping sources, initiated directly in laser working mixtures, had no
shell separating them from an active medium that removes limitations on energy deposition
into the pumping sources and makes it possible to utilize the radiation in any spectral range,
including the UV and VUV, where the most intense absorption bands of the overwhelming
majority of molecules are located. As compared with ordinary flash lamps, these pumping
sources have much higher brightness temperature reaching 30–35 kK.

The main emphasis in these studies was placed on molecular transitions that, unlike atoms,
do not require complete population inversion of the electronic states participating in the laser
transition and enable a fairly simple depletion of the lower laser levels due to vibrational
relaxation and/or dissociation of the lower state. The application of such optical sources has
led to emerging new class of gas lasers emitting in the spectral range from the NIR to UV
regions due to the development of a variety of photochemical excitation techniques relying on
the photolysis and direct optical excitation of molecular gases, as well as secondary photo‐
chemical reactions (see [3–5] and references cited therein).

One of the most remarkable results obtained in the course of these studies is the optical
excitation of lasing on broadband bound‐free Kr2F(4 2Γ‐1,2 2Γ), Xe2Cl(4 2Γ‐1,2 2Γ), and XeF(C‐
A) transitions in the visible. These active media are very sensitive to the internal losses because
they have much lower small‐signal gain as compared with excimers emitting in the UV spectral
range on the B‐X transition due to the large width of their luminescence spectra and long
radiative lifetime of the excited states. For this reason, e‐beam or fast discharge pumping of
these active media turned out to be ineffective since electron excitation technique is based on
plasmochemical reactions involving ionized and highly excited atoms and molecules that are
characterized by strong absorption in the visible [12]. For example, laser action from electron‐
beam‐excited Kr2F and Xe2Cl active media was observed only in the afterglow of the pump
pulse when the transient absorption is significantly reduced [13]. The photochemical techni‐
que, relying on reactions of neutrals excited to low‐lying energetic states, free of the short‐
comings associated with transient absorption. This makes optical pumping to be superior to
electron excitation in the efficiency of producing laser action on the aforementioned transitions.

Due to extremely broad gain bandwidth supporting pulses of shorter than 10 fs, these active
media are of practical interest for amplifying femtosecond optical pulses to ultrahigh peak
powers [4, 5, 14, 15]. The main spectroscopic characteristics of the transitions are listed in the
Table 1. One of most important parameters is the saturation fluence accounting for the
maximum energy extraction per surface unit of an amplifier output aperture. This parameter,
ranging from 0.05 J/cm2 for XeF(C‐A) to 0.2 J/cm2 for Kr2F due to rather long radiative lifetime
of the upper laser states, promises peak power, Iout, of up to ∼10 TW per square cm of an output
aperture in a 25 fs pulse. At the same time, the gas active media are easily scalable to large
volumes with wide aperture (several hundred cm2) to reach PW level of output peak power.

Multiterawatt Hybrid (Solid/Gas) Femtosecond Systems in the Visible 3133



Moreover, the combined use of two media with spectrally shifted emission bands (Kr2F with
XeF(C‐A) or Xe2Cl) in an amplifier chain makes promising for the amplification of even shorter
optical pulses due to twofold broadening a gain bandwidth (Figure 1) and spectrally inho‐
mogeneous gain saturation.

Transition XeF(C‐A) Kr2F(42Γ‐1,22Γ) Xe2Cl(42Γ‐1,22Γ)

λmax, nm 480 420 510

Δλ, nm 70 80 100

τFT, fs 5 3 4

τsp, ns 100 180 250

σst, cm2 10-17 2.3 × 10-18 2.8 × 10-18

εsat, J/cm2 0.05 0.2 0.15

Iout (τ = 25 fs), TW/cm2 2 8 6

λmax is the wavelength of the gain maximum.
Δλ is the gain bandwidth.
τFT is the transform‐limited pulse width (for Gaussian profile).
τsp is the spontaneous lifetime.
σst is the stimulated emission cross‐section.
εsat is the saturation fluence.
Iout is the estimated maximum peak power density related to a laser amplifier output aperture.

Table 1. Characteristics of broadband active media.

Figure 1. Emission spectrum for the mixed Kr2F/XeF(C‐A) system.

An important advantage of gaseous active media resides in the much lower value of the
nonlinear index of refraction as compared with solid‐state materials, which allows amplifica‐
tion of optical pulses at much higher intensities than in condensed gain media. For the first
time, hybrid architecture employing a gaseous active medium was realized in the system
comprising a dye femtosecond oscillator and e‐beam or fast discharge‐driven boost amplifier
on the UV B‐X transitions of ArF, XeCl, KrF, and XeF rare‐gas‐halide excimer molecules. The
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highest peak power obtained in the hybrid systems of this type reached ∼1 TW in a 310 fs pulse
[16]. However, gain bandwidth on the B‐X transition does not exceed 2 nm in full width at half‐
maximum (FWHM) corresponding to the spectrally limited pulse width of ∼50 fs. With
spectral gain narrowing in amplifiers, it is difficult to count on the possibility of producing
pulses shorter than 0.1 ps at the TW level of peak power. Moreover, due to the short sponta‐
neous lifetime of the B state and rather narrow spectral bandwidth, these transitions exhibit
as low as 1 mJ/cm2 saturation fluence, which corresponds to the output intensity of 10-2 TW/cm2

in a 0.1 ps pulse, requiring too large output aperture to produce multiterawatt output peak
power.

Compared with the B‐X transition, the broadband photochemical media are characterized by
more than an order of magnitude larger gain bandwidth and saturation fluence allowing for
several TW/cm2 to be obtained in hybrid systems comprising these active media. In addition,
unlike to the electron‐impact excitation, the optical pumping, which is practically free of
transient absorption within the laser transition spectral band, makes the entire transition
bandwidth to be accessible for the femtosecond pulse amplification. These active media are
briefly reviewed in the subsequent sections.

2.1. XeF(C‐A) active medium

A schematic energy diagram of the upper and lower XeF laser levels is shown in Figure 2.
Behind the optical pumping XeF active medium is the photolysis of XeF2 vapor in the spectral
range of <204 nm to produce XeF excimers mainly in the B state [17–19]. The C state, lying
lower than the B state, is populated due to collisional relaxation of the latter in the presence of
a buffer gas. Depending on composition of working mixture, laser action is observed on the
B‐X (353 nm) or C‐A (480 nm) transition [20]. Broad gain bandwidth on the C‐A transition (Δλ 
= 70 nm [21]) is accounted for by the repulsive nature of the A state. On the other hand,
repulsive character of the lower A state provides its virtually instantaneous depopulation and
ensures population inversion independently on the presence of buffer gas.

Figure 2. The potential curves of low‐lying energetic states of the XeF excimer molecule.
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Lasing in the photochemically driven XeF active medium was obtained for the first time in
1977 on the B‐X transition with an exploding wire as a pump source [22]. Later on, in a series
of papers, laser action on XeF(B‐X) and XeF(C‐A) was reported upon optical pumping by
broadband VUV radiation from exploding wires [20, 23], surface discharges [24–27], formed‐
ferrite flash [28, 29], and strong shock waves [30], as well as by the Xe2 spontaneous emission
at 172 nm excited by an electron beam [31–33]. These studies have led to a number of significant
achievements. Among them are high output energies attaining as much as 1 kJ and 170 J in the
UV region with the strong shock wave [30] and surface discharge optical pumping [24],
respectively, as well as 120 J and 10 J obtained in the visible under optical pumping by radiation
from surface discharges operating in the single shot [24] and 1 Hz repetitive rate [27] modes
respectively.

Studies of the XeF(C‐A) laser showed that, besides minor transient absorption discussed above,
the optical pumping XeF(C‐A) active medium has an additional advantage over the electron‐
impact excitation, which consists in the much weaker competition of the B‐X transition. The
point is that upon optical excitation, relative populations of the closely lying B and C states are
determined by the thermodynamic equilibrium at a buffer‐gas temperature that is close to the
room temperature, while, upon e‐beam and fast discharge pumping, the main role in the
energy exchange between these states is played by secondary electrons, which have a tem‐
perature of ∼1 eV characteristic of this pumping. In the optically driven active medium, the
electron concentration is negligibly low, thereby providing an efficient laser action on the C‐
A transition.

From the viewpoint of femtosecond pulse amplification, the pump technique relying on the
e‐beam‐driven spontaneous emission of Xe2 excimers is of particular concern because, along
with surface discharge optical pumping, it paved a new way for the development of the hybrid
(solid/gas) femtosecond systems in the blue‐green region. With the use of this technique to
pump the XeF(C‐A) laser, as high as 6 J of output energy was reported in [33].

Finally, it is essential to note that one of the most important conclusions gained from the
optically driven XeF(C‐A) laser studies is that at a proper composition of the active medium
its broad amplification band is not practically modified by transient absorption making the
entire transition bandwidth to be accessible for the femtosecond pulse amplification. A
drawback of the XeF(C‐A) active medium is that it must be replaced in a laser chamber after
each shot because of the photodecomposition of the parent XeF2 molecules.

2.2. Xe2Cl active medium

Among the broad bandwidth photochemically driven active media listed in Table 1, Xe2Cl is
of special interest because initial working mixture is not consumed throughout pump flash
allowing for operation in the repetitive mode without replacing the working gas mixture after
each shot. Moreover, as compared with the XeF(C‐A) transition, this active medium has a much
longer radiative lifetime of the upper state, which was measured to be 245 ns [34].

This active medium, as well as Kr2F discussed below, is currently studied to a much lesser
extent as compared with XeF. First observation of lasing in the Xe2Cl triatomic excimer was
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reported in 1980 upon e‐beam pumping [35]. This was followed in 1985 by successful operation
of the Xe2Cl laser optically pumped by the VUV radiation at 137 nm from the open discharge
initiated by an exploding wire [36]. Behind the laser action is the reaction of optically excited
molecular chlorine with Xe to form XeCl(B) excimers that then recombine with xenon into
Xe2Cl* emitting in the blue‐green region with a fluorescence quantum yield experimentally
measured to be ∼75%, with respect to the absorbed pumping photons [37].

However, the application of this technique for the femtosecond pulse amplification is of little
practical significance since, due to the narrow Cl2 absorption bandwidth at 137 nm, an
efficiency of the Xe2Cl pumping by the thermal pump source is expected to be low. Moreover,
to take advantage of repetitive pulse mode of operation, it requires the development of a
powerful large‐area pumping source radiating in the short‐wave part of the VUV spectral
range in a repetitive pulse regime.

On the other hand, as was shown in [38], more promising is the excitation of the active medium
in mixtures of Xe and C12 vapor due to the photoassociation process

( )®Xe + Cl + hv  XeCl B,C

at the wavelength of a XeCl laser (308 nm) followed by the three‐body XeCl(B,C) recombination
with xenon to form Xe2Cl(4 2Γ). Production of Cl atoms is provided by the same pump pulse
of the XeCl laser via photodissociation of C12. In the mixtures of Xe and Cl2 at pressures of 1–
2 bar and 1–2 Torr, respectively, the quantum efficiency for the energy transfer from XeCl(B,C)
to Xe2Cl(4 2Γ) is close to 100% due to the extremely high rate constant (1.3 × 10-30 cm6 s-1 [39]) of
the XeCl(B,C) recombination with xenon. The main loss process in the pump mechanism
considered here is the C12 photodissociation to accumulate a sufficient number of Cl atoms
and thereby ensure a high enough absorption of pump photons in the longitudinal geometry
of excitation. Nevertheless, the overall efficiency for the conversion of the pump energy into
the energy stored in the Xe2Cl active medium is estimated to be as high as 5% at the pump
intensity of 5 MW/cm2 in a 100 ns pump pulse. According to Ref. [38], this mechanism of
pumping can be of great practical importance, since it enables to produce a small‐signal gain
in the Xe2Cl active medium, which is expected to be even higher than that obtained in the
XeF(C‐A) amplifier to be discussed later. Moreover, molecular chlorine is not consumed upon
optical excitation because chlorine atoms, generated in the Cl2 photodissociation, recombine
back to the molecular state at a time scale of 1 ms. This makes it far easier to operate a Xe2Cl
femtosecond amplifier in the pulse repetition regime.

For the sake of completeness, it should be noted that the gain on the Xe2Cl laser transition
excited due to photoassociation at 308 nm was observed for the first time in chlorine‐doped
solid [40] and liquid [41] xenon. However, unlike gaseous active media, realization of the
femtosecond pulse amplifier based on this technique is a serious technological problem.
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2.3. Kr2F active medium

Emission band of Kr2F at 420 nm is spectrally shifted relative to emissions of XeF(C‐A) at 480 
nm and Xe2Cl at 490 nm that enables twofold broadening of the amplification band (Figure 1)
with the use of two different active media in an amplifier chain.

The Kr2F excitation mechanism relies on the KrF2 photodissociation absorption in the VUV
spectral range around 164 nm [42] to produce KrF(B) excimers. The utilization of KrF(B) in
secondary processes is different, depending on the composition and pressure of the working
mixture. For example, in low‐concentration Xe admixtures, exchange processes take place,
resulting in XeF(B) formation with a yield close to 100% and laser action at 353 nm upon
pumping by radiation from exploding wire [42]. Being mixed with Kr at a pressure of ∼1 bar,
KrF(B) forms Kr2F(4 2Γ) excimers in three‐body recombination collisions [43].

It was found that the laser action in Kr2F* also occurs if, instead of Kr, nitrogen is admixed to
the working mixture. This observation was attributed to the formation of KrN2F* four‐atomic
excimers that produce Kr2F* in exchange reactions with Kr atoms generated upon photochem‐
ical decomposition of KrF2 vapor by VUV pump radiation [43]. Note that, despite a complex
Kr2F* formation mechanism, which involves three stages of chemical transformations in
mixtures with nitrogen (at one of the stages, products of photochemical processes react with
each other), the Kr2F* yield is rather high providing ∼70% of KrF(B) molecules to be trans‐
formed into Kr2F* excimers [43]. Lasing in Kr2F at 450 nm was observed upon optical pumping
of KrF2:N2 = 1:1500 Torr and KrF2:CF4:Kr = 1:300:1200 Torr gas mixtures by the VUV radiation
from an open discharge initiated by an exploding wire [44].

The most detailed results of experimental investigations of above considered broadband active
media and a complete bibliography on the works can be found in Refs. [3, 20, 45].

3. Hybrid systems with XeF(C‐A) amplifiers

Among the gaseous active media with broad amplification band, XeF(C‐A) is the most widely
studied. That is why this transition was the first to study the hybrid approach with the use of
the broadband excimer molecules. Studies of the femtosecond pulse amplification on the
XeF(C‐A) transition were pioneered by demonstration of 1 TW peak power due to the direct
amplification of 250 fs seed pulses from a mode‐locked dye laser in the e‐beam‐driven active
medium [15]. However, application of electron‐beam excitation to the XeF(C‐A) active medium
faces serious difficulties associated with the above mentioned transient absorption and
competition of B‐X and C‐A transitions due to strong mixing of closely lying B and C states of
the XeF excimer by electrons. As it was discussed above, transient absorption results in the
afterglow gain formation. Strong B‐C states mixing causes C‐state depopulation via ASE
depletion of the B‐state which has two orders of magnitude higher stimulated emission cross
section for the B‐X transition compared with that for the C‐A transition. Using five‐component
mixture comprising F2, NF3, Xe, Kr, and Ar has circumvented this problem due to formation
of Kr2F excimers strongly absorbing emission at the wavelength of the B‐X transition (353 nm).
As discussed above, optical pumping of this active media is free of both of these shortcomings.
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3.1. Hybrid systems based on surface discharge‐driven XeF(C–A) amplifiers

Beginning with the proposal of femtosecond pulse amplification in the optically driven XeF(C‐
A) active medium [14], experimental studies in the field of the hybrid (solid/gas) technology
started with the development of the XeF(C‐A) amplifier optically driven by the VUV radiation
from large‐area multichannel surface discharges (see [5] and references cited therein). For this
purpose, two versions of the photochemically driven XeF(C‐A) amplifier based on the surface
discharge as an optical pump source have been built at the P.N. Lebedev Physical Institute
(LPI, Moscow, Russia) and at the Lasers Plasmas and Photonic Processes (LP3) Laboratory
(Marseille, France) (Figure 3). They differ from each other by an output aperture (3 × 11 and
5 × 18 cm2, respectively), discharge initiation technique, and pump energy. Pumping sources
are based on the multichannel surface discharges initiated along the side walls of rectangular
half a meter long dielectric chambers filled with a mixture of XeF2 vapor, argon, and nitrogen
at 1 atm. The pumping scheme, in which two planar sources pump an active medium placed
between them, provides spatially homogenous excitation of the medium. Moreover, rectan‐
gular aperture of the designed amplifiers offers a simple approach to the development of the
multipass optical scheme for energy extraction from XeF(C‐A) active medium characterized
by rather low values of small‐signal gain upon optical pumping. In a multipass scheme of the
“wedge‐trap configuration,” a seed pulse runs between two tilted intracell mirrors allowing
for up to 45 double passes through the active medium to be realized.

Figure 3. Photographs of the XeF(C‐A) amplifiers built at (a) LP3 and (b) LPI. (c) Inside view of the amplifier cell with
multichannel surface discharges fired along its side walls.

Operating performances of the XeF(C–A) amplifier, which were measured at the LP3 Labora‐
tory with the use of a hybrid Ti:sapphire/optical‐parametric‐amplifier front end system,
demonstrated a total multipass gain factor of 102, corresponding to a small‐signal gain of 2 × 
10−3 cm−1, with spectrally and spatially homogeneous amplification.

More details and a complete bibliography on the operating characteristics of the laser amplifier
and pump sources relying on the multichannel surface discharge are summarized in [5].
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3.2. Hybrid systems based on XeF(C‐A) amplifiers pumped by the VUV radiation of e‐beam
converter

The promising results obtained in the course of the studies of the surface discharge pumped
XeF(C‐A) amplifiers motivated the development of an alternative pump technique based on
the conversion of e‐beam energy to the VUV radiation, which is expected to be more practical
from the viewpoint of the XeF(C‐A) amplifier scaling. The main principle of laser action upon
pumping by the e‐beam excited xenon emission was introduced for the first time in [31] to
pump a XeF(B‐X) laser operating in the UV region. Later on, this technique was applied to
pump a multijoule XeF(C‐A) laser in the visible [33].

To study this approach, two hybrid fs systems, THL‐30 with a design peak power of ∼10 TW
and THL‐100 designed for 50–100 TW peak power, have been built at the LPI and Institute of
High‐Current Electronics (IHCE, Tomsk, Russia), respectively. Both of these systems comprise
Ti:sapphire front ends (Avesta Project Ltd), frequency doublers, prism pair stretcher, and
power‐boosting XeF(C‐A) amplifiers driven by e‐beam‐to‐VUV‐flash converters made at the
IHCE.

3.2.1. THL‐30 hybrid system

Photos of the front end and XeF(C‐A) amplifier incorporated into the THL‐30 hybrid system
are presented in Figure 4. Figure 5 shows the cross sectional schematic diagram of the XeF(C‐
A) amplifier. The e‐beam converter (2) of cylindrical form is filled with pure xenon at a pressure
of 3 bars. Emission of Xe2* is excited by four 120 cm long × 15 cm wide radially converging
beams of electrons accelerated up to 450 keV in the vacuum diode (1) and injected into the
converter through 40 μm Ti foils. The laser cell (3) consists of a 12 × 12 × 128 cm square cross‐
sectional tube with arrays of 10 rectangular CaF2 windows (12 × 12 cm) sealed on its side walls.
The cell containing XeF2/N2 mixture at 0.25–1 bar is housed into the e‐beam converter along its
axis. In this configuration, the laser cell is thus immersed into the xenon. The distance of 7.5 
cm between the Ti foil and CaF2 windows is chosen to assure that the electrons issued from
the e‐beams are stopped in the converter at the xenon operating pressure of 3 bars. The e‐beams
excite the xenon over a 250 ns pulse to produce Xe2

* fluorescence at 172 nm with a ∼30%
average fluorescence efficiency [33]. The Xe2* radiation is transmitted through arrays of CaF2

windows into the laser cell to photodissociate XeF2. The e‐beam energy deposited into xenon

Figure 4. THL‐30: Photographs of the Ti:sapphire front end (left) and XeF(C‐A) amplifier (right).
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is measured to be 2.5–3 kJ, which yields a small signal gain of (1.5–2.5) × 10-3 cm-1 in the laser
cell [46, 47].

Figure 5. Cross‐sectional schematic diagram of the XeF(C‐A) amplifier: (1) vacuum diode, (2) e‐beam converter, and (3)
photolytic laser cell.

Seed pulses with 50 fs duration and 5 mJ energy at 475 nm are produced in the solid‐state front
end consisting of a Ti:sapphire oscillator operating at 950 nm, regenerative and multipass
amplifiers, and KDP frequency doubler spectrally matching the front end to the boosting
XeF(C‐A) amplifier. Nonlinear frequency upconversion also allows for temporal cleaning of
seed pulses injected into the final gas amplifier.

Before the final amplification, the seed pulses are negatively chirped to 1 ps with the use of a
prism‐pair arrangement. Besides avoiding nonlinear pulse distortion in the amplifier, seed
pulse stretching is required to exceed the rotational reorientation time of the XeF(C) molecules,
which is estimated to be about 0.8 ps [48, 49]. If the seed pulse is linearly polarized and shorter
than the above value, saturation of only a portion of all excited XeF molecules is possible
(because of random molecular orientation), thus limiting energy extraction from the amplifier.
Down‐chirped pulses can be then recompressed due to the positive group velocity dispersion
in bulk glass and/or chirped mirrors.

A multipass optical scheme for energy extraction from the active medium has a 3D “wedge‐
trap” configuration formed by two pairs of tilted intracell mirrors providing the displacement
of a beam in two mutually orthogonal directions.

In test experiments, an output energy of 0.25 J has been extracted from the amplifier seeded
with a 4 mJ pulse [46, 47], indicating that 5 TW peak power can be obtained in THL‐30.
Presently, this system is mainly used for the development of key technologies purposed for
the implementation in the THL‐100 system to be discussed below in more detail.

3.2.2. THL‐100 hybrid system

Architecture of THL‐100 laser is substantially similar to that described above for the THL‐30
hybrid system. Its optical scheme is shown in Figure 6.
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Figure 6. Optical scheme of THL‐100 laser system. Ti:Sa front end—Start‐480M; SF1 and SF2—vacuum spatial filters;
compressor—4‐cm‐thick fused silica plates at Brewster angle; D—260 μm diaphragm; concave mirror‐1—F = 7.5 m;
concave mirror‐2—F = 12 m.

3.2.2.1. Front end

The front end (Start‐480M manufactured by “Avesta Project Ltd”) shown in Figure 7a consists
of a Ti:sapphire master oscillator pumped by a CW pump laser (Verdy‐8) at a wavelength of
532 nm, grating stretcher, regenerative and two multipass amplifiers pumped by repetitively
pulsed lasers (SOLAR Laser Systems) at a wavelength of 532 nm, spatial filter after the final
amplifier, grating compressor, and generator of the second harmonic. The output energy of
20 mJ is produced in a 50 fs pulse at the wavelength of the second harmonic (∼475 nm) [50].
The front end operates in the single pulse mode and with a repetition rate of 10 Hz. The output
beam of 2.5 cm diameter is directed to the prism pair arrangement (Figure 7b) with negative
group velocity dispersion, which allows a seed pulse to be stretched. It consists of a mirror
telescope with a magnification M = 3, two fused silica prisms allowing a 75‐mm‐diameter beam
to pass, and the mirrors for beam transportation between the prisms in the forward and
backward directions. The maximum distance that can be realized between the prisms is 9.6 m,
corresponding to the 2.4 ps pulse duration. After the prism pair, the laser beam is directed into
the XeF(C‐A) amplifier.

Figure 7. (a) Femtosecond Ti:sapphire front end. (b) Prism pair arrangement.
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3.2.2.2. Photodissociation XeF(C‐A) amplifier

Figure 8 shows a photograph of the XeF(C‐A) amplifier. Its principle of operation and the
design is similar to the above described XeF(C‐A) amplifier of THL‐30 laser system. However,
it has its differences: the e‐beam converter is driven by six electron beams instead of four and
its pump energy is four times higher. The amplifier includes two high‐voltage pulse generators
operating at U0 = 90 kV or 95 kV charging voltage, a vacuum electron diode, gas chamber with
a foil support structure, which filled with xenon, and laser cell with two mirror units for
multipass amplification of the laser beam. The design and specifications of the XeF(C‐A)
amplifier are described in detail in [47, 51–54].

Figure 8. General view of the XeF(C‐A) amplifier.

An electron accelerator generates six 100 cm long × 15 cm wide electron beams with a maxi‐
mum energy of 550 keV (at U0 = 95 kV) at the total diode current of 250 kA in a 150 ns (FWHM)
pulse. Bunches are injected into the chamber filled with xenon at a pressure of 3 bar. The
electron beam energy is converted to the VUV radiation of Xe2* excimers at a wavelength of
172 nm with an efficiency of 30–40%. Inside the gas chamber along its axis is the hexagon laser
cell (Figure 9a), on the side faces of which there are a total of 54 windows made of CaF2. The
windows with size of 12 × 12 cm and 2 cm thick are set in grooves on the rubber gasket (Viton)
and sealed by means of clamping flanges. The windows are arranged opposite grates with foil,
through which the electron beam is injected into the gas chamber. This provides the best
geometric coupling of the cell with laser pump source. The output aperture of the laser cell
has a diameter of 24 cm. Both ends of the laser cell are sealed with fused silica windows with
a diameter of 30 cm. Inside the cell, there are two mirror units that provide multiple passage
of the seed pulse through the active region. Each unit has 16 mirrors of different diameters
arranged along its perimeter. The mirror reflection coefficient is 99.5–99.7%. The laser cell is
filled with a gas mixture consisting of 0.25–0.5 bar high purity nitrogen and 0.1–0.4 Torr XeF2

vapor. Figure 9b shows an internal view of the laser chamber with the mirror unit at the rear
end. To maximize the efficiency of conversion of the electron beam energy into the VUV
radiation, the high purity (99.9997%) xenon is used and the e‐beam converter gas chamber is
evacuated to a pressure of 10-4 Torr. As xenon purity decreases due to exposure of the electron
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beams to the structural elements of gas chamber, its purification is carried out by a filtering
device “Sircal MP‐2000.”

Figure 9. (a) Laser cell of the XeF(C‐A) amplifier. (b) Inside view of the laser cell with the mirror unit.

3.2.2.3. Experimental techniques

The active medium of the XeF(C‐A) amplifier is created under the action of the VUV radiation
at a wavelength of 172 nm. XeF excimer molecules are formed in the B‐state via XeF2 photo‐
dissociation. The upper state of the XeF(C‐A) laser transition is formed as a result of the
relaxation of the XeF(B) molecules in collisions with the molecules of the N2 buffer gas.
Amplification of the seed pulses was carried out in a multipass optical scheme (33 passes). The
laser beam entering into the XeF(C‐A) amplifier was made slightly divergent, so that during
amplification, it was steadily increased in diameter from 20 mm (inlet) to 62 mm (the penulti‐
mate mirror), making a double round‐trip along the inside perimeter of the laser cell. The
penultimate convex mirror directed the beam to a flat mirror 100 mm in diameter, located on
the optical axis. After reflection from this mirror, the beam propagated along the optical axis
of the cell reaching 120 mm in diameter at the amplifier output.

Small‐signal gain distribution over the laser chamber cross section was measured at four passes
through the active medium of the XeF(C‐A) amplifier with the help of the Sapphire‐488 CW
semiconductor laser (488 nm). In addition, the total small‐signal gain, G, was measured in the
33 pass amplification scheme. For measuring the power of amplified spontaneous emission
(ASE) of the XeF(C‐A) amplifier, the output radiation without a seed pulse was focused by
concave mirror with a focal length of 22 m on an aperture with diameter 1.1 mm, behind which
a filter and calibrated photodiode were located.

Seed pulses of 50 fs duration from the front end were pre‐lengthened to 1–2.4 ps in the prism
pair with negative group velocity dispersion. After amplification, the down‐chirped laser
pulses were recompressed in a double pass of a collimated beam with a diameter of 20 cm
through three 4‐cm‐thick fused silica plates at the Brewster angle. Energy losses in the
compressor did not exceed 2%. To measure the pulse duration, the central part of the beam
(with the help of two fused silica wedges and a spherical mirror with diameter of 90 mm and
focal length of 12 m) was assigned to the autocorrelator ASF‐20–480 through an aperture with
a diameter of 260 μm.

High Energy and Short Pulse Lasers14144



beams to the structural elements of gas chamber, its purification is carried out by a filtering
device “Sircal MP‐2000.”

Figure 9. (a) Laser cell of the XeF(C‐A) amplifier. (b) Inside view of the laser cell with the mirror unit.

3.2.2.3. Experimental techniques

The active medium of the XeF(C‐A) amplifier is created under the action of the VUV radiation
at a wavelength of 172 nm. XeF excimer molecules are formed in the B‐state via XeF2 photo‐
dissociation. The upper state of the XeF(C‐A) laser transition is formed as a result of the
relaxation of the XeF(B) molecules in collisions with the molecules of the N2 buffer gas.
Amplification of the seed pulses was carried out in a multipass optical scheme (33 passes). The
laser beam entering into the XeF(C‐A) amplifier was made slightly divergent, so that during
amplification, it was steadily increased in diameter from 20 mm (inlet) to 62 mm (the penulti‐
mate mirror), making a double round‐trip along the inside perimeter of the laser cell. The
penultimate convex mirror directed the beam to a flat mirror 100 mm in diameter, located on
the optical axis. After reflection from this mirror, the beam propagated along the optical axis
of the cell reaching 120 mm in diameter at the amplifier output.

Small‐signal gain distribution over the laser chamber cross section was measured at four passes
through the active medium of the XeF(C‐A) amplifier with the help of the Sapphire‐488 CW
semiconductor laser (488 nm). In addition, the total small‐signal gain, G, was measured in the
33 pass amplification scheme. For measuring the power of amplified spontaneous emission
(ASE) of the XeF(C‐A) amplifier, the output radiation without a seed pulse was focused by
concave mirror with a focal length of 22 m on an aperture with diameter 1.1 mm, behind which
a filter and calibrated photodiode were located.

Seed pulses of 50 fs duration from the front end were pre‐lengthened to 1–2.4 ps in the prism
pair with negative group velocity dispersion. After amplification, the down‐chirped laser
pulses were recompressed in a double pass of a collimated beam with a diameter of 20 cm
through three 4‐cm‐thick fused silica plates at the Brewster angle. Energy losses in the
compressor did not exceed 2%. To measure the pulse duration, the central part of the beam
(with the help of two fused silica wedges and a spherical mirror with diameter of 90 mm and
focal length of 12 m) was assigned to the autocorrelator ASF‐20–480 through an aperture with
a diameter of 260 μm.

High Energy and Short Pulse Lasers14144

3.2.2.4. Experimental results

The gain characteristics of the active medium (viz. value and spatial distribution of the small‐
signal gain) depending on the initial composition of the working mixture were examined using
4‐passes amplification of the probe laser. The optimal composition of the gas mixture (0.25 
Torr XeF2 and 190 Torr nitrogen) corresponding to the maximum value of the unsaturated total
gain (G = (5–6) × 103) was found as a result of a compromise between the uniformity of the
radial distribution of the small‐signal gain and its maximum lying in the peripheral region of
the laser cell, where the main part of the beam trajectories is located. It should be noted that
the heterogeneity of the small‐signal gain distribution over the chamber cross section had
almost no effect on the uniformity of the beam intensity, as the diameters of the laser beam
and laser cell differ by almost an order of magnitude.

In the test mode, when the maximal pump energy (at U0 = 95 kV) of the VUV radiation was
240 J, the energy of output radiation attained 1 J at amplification of a 1 ps seed pulse with an
energy of 1.8 mJ. At the level of 0.7 J output energy, the pulse duration after the bulk fused
silica compressor was measured with and without activation of the XeF(C‐A) amplifier. In both
cases, the pulse width was measured to lie in the range of 50–60 fs (Figure 10a). This indicates
that a peak power of 14 TW was reached at the output of the laser system [47].

Figure 10. (a) Autocorrelation function of the output pulse with an energy of 0.7 J (in the Sech2 approximation). (b) The
time behavior of the diode current (1) and total gain (2). U0 = 95 kV.

The ASE power from the XeF(C‐A) amplifier, which was measured in the angle of 0.5 mrad
with the seed pulse blocked, turned out to be as low as 0.7 W. At the 14 TW peak power
obtained in the above experiments, this ASE power corresponds to the temporal contrast ratio
of 2 × 1013. Since the temporal contrast at the 1010 level is now routine to obtain in Ti:sapphire
systems, and taking into account the nonlinear frequency doubling required to spectrally
match the Ti:sapphire front end to the XeF(C‐A) boosting amplifier, the temporal contrast of
the hybrid (solid/gas) systems seems to be determined only by the ASE of the XeF(C‐A)
amplifier and is expected to reach 1012–1013 at a peak power of about 100 TW.

For further improvements of the THL‐100 operating performances, the XeF(C‐A) amplifier
pump system has been upgraded [51, 52] to increase the maximum VUV pump energy up to
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300 J at U0 = 95 kV. As a result, the total small‐signal gain at 33 passes was enhanced up to (5–
6) × 104. Figure 10b shows the temporal behavior of the diode current (1) and total small‐signal
gain (2) at 33 passes through the active medium. Figure 11 shows the dependence of the small‐
signal gain in arbitrary units vs the partial pressures of nitrogen and XeF2 vapor.

Figure 11. (a) Dependence of the small‐signal gain vs the nitrogen pressure, p(XeF2) = 0.25 Torr, 1—U0 = 90 kV, 2—U0 = 
95 kV. (b) Dependence of the small‐signal gain vs the XeF2 pressure, p(N2) = 0.5 bar, U0 = 90 kV.

Amplification of a chirped pulse in the XeF(C‐A) amplifier was carried out with the use of the
laser mixture containing 0.2 Torr XeF2 and 0.5 bar nitrogen at U0 = 95 kV. An output energy of
2.5 J was reached when a 2.4 ps seed pulse with an energy of about 1 mJ in a super‐Gaussian
beam was injected into the XeF(C‐A) amplifier [51]. An autograph of the output laser beam on
a photographic paper sheet is shown in Figure 12. The energy obtained in this experiment
promises a peak power as high as ∼50 TW to be attained in the visible after pulse recompres‐
sion to the initial duration of 50 fs.

Figure 12. Imprint of the output laser beam with 2.5 J energy.
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4. Wavelength scaling of laser‐matter interaction

The visible spectrum of the hybrid femtosecond systems based on the XeF(C‐A) amplifiers
allows for the λ‐scaling laser‐matter interaction to be studied. Just to illustrate the role of laser‐
driver wavelength in laser‐matter interaction we shall mention briefly some of applications in
which the shorter laser wavelength provides advantages due to favorable wavelength scaling
with special emphasis placed on the possible realization of a recombination soft X‐ray laser
operating in the “water window”. The examples considered below do not cover all the
applications in which the shorter laser wavelength may be favorable as compared with near
IR solid‐state femtosecond systems. Nevertheless, they show that the extension of laser
wavelength to the visible region allows for wider experimental conditions to be realized
providing different laser‐matter interaction parameters and better understanding of the
underlying physics.

4.1. Laser wake‐field acceleration

Laser‐driven plasma wake‐field acceleration (LWFA) capable of producing high‐energy
electron beams is widely studied both theoretically and experimentally. In plasma‐based
acceleration, an intense laser beam drives large amplitude plasma waves via the ponderomo‐
tive force. The plasma wave can support very high longitudinal electric fields trapping and
accelerating electrons. LWFA experiments have demonstrated acceleration gradients >100 GV 
m-1 enabling electrons to be accelerated well beyond GeV energy on a distance of about 1 cm
using a 100 TW‐class laser [55].

The electron energy gain ΔE is proportional to the acceleration length, Lacc, and longitudinal
electric field, Ez, averaged over the acceleration length: ΔE = eEzLacc. Among the factors limiting
the effective acceleration length, laser diffraction, electron dephasing, and pump depletion are
the most important. In experiments, the limiting role of the first factor is usually mitigated due
to relativistic self‐guiding or by using a preformed plasma channel. Electron dephasing
originates from the difference of electron and plasma‐wave propagation velocities. As a result,
highly relativistic electrons, accelerated up to a velocity approaching the speed of light, outrun
the accelerating phase region of the plasma wave propagating with a phase velocity, vp, that
is close to the laser pulse group velocity vg and less than the electron velocity. Electrons are
accelerated until their phase slips by one‐half the plasma‐wave period. In the most promising
and efficient high‐intensity limit corresponding to a nonlinear wake‐field acceleration, referred
to the blow‐out, bubble, or cavitation regime, the radial ponderomotive force expels all the
plasma electrons outward to create a electron density structure resembling a spherical ion
cavity behind the laser pulse. Coulomb forces pull the electrons back to the axis in about a
plasma period at the rear of the cavity to be trapped and accelerated by the wake‐field until
they reach the cavity center where they diphase. The acceleration length strongly depends on
the plasma‐wave phase velocity, which is close to the laser pulse group velocity, vg, obeying
the plasma dispersion low: vg = dω/dk ≈ c(1‐ωp

2/ω0
2)1/2 with ω0 and ωp being the laser and

plasma frequencies, respectively. Due to the plasma dispersion, shorter wavelength laser
pulses propagating with higher group velocity provide longer dephasing length, Ld. Accord‐
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ing to the estimations made in [51] with pump depletion taken into account, the dephasing
length, given by Ld ≈ 4ca0

1/2 (ω0
2/3ωp

3) with a0 = eA/mec2 being the relativistically normalized
laser amplitude, scales as ω0

2 showing that shorter laser wavelengths are highly beneficial from
the viewpoint of an increase in the acceleration length.

The detailed consideration [56] based on the phenomenological 3D theory for LWFA in the
blowout regime, valid at laser power, P, exceeding the critical power Pc = 17(ω0

2/ωp
2) [GW] for

relativistic self‐focusing, predicts the electron energy gain
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where np is the plasma density, and λ0 stands for the laser wavelength. This indicates that the
λ‐scaling of LWFA could be of great practical interest. Practically, the same λ‐scaling has been
obtained in Ref. [57]. However, it should be noted that the gain in energy is achieved at the
expense of reducing the number of accelerated electrons, which is proportional to the laser
wavelength [56, 57].

4.2. High‐order harmonic generation

High‐order harmonic generation (HHG) is nowadays widely used to generate spatially and
temporally coherent short‐wavelength radiation when an intense optical field interacts with a
gas or solid target. HHG can provide a single burst or train of attosecond pulses, which allow
for ultrafast dynamics of electrons in atoms, molecules, or even solids to be explored [58]. (For
a detailed review of experimental and theoretical developments in HHG, see, e.g., [58, 59].)

According to the generally accepted semiclassical three‐step model of HHG in gases, the
highest possible photon energy (cutoff energy, Ecutoff) in the high harmonic spectrum that can
be generated from a single atom or ion is predicted by the universal law Ecutoff = Ip + 3.17Up [60].
Here, Ip is the ionization potential and Up = 9.33 × 10-14 I0λ0

2 is the ponderomotive energy, which
is the cycle‐averaged kinetic energy of an electron in the laser electric field of intensity I0 and
wavelength λ0. The λ0

2 dependence of Up implies that the use of long excitation wavelengths
should result in extending the harmonic cutoff energy further into the X‐ray region. On the
other hand, conversion efficiency of HHG in gases strongly depends on laser wavelength. The
λ‐scaling at constant laser intensity has revealed the dependences of HHG efficiency to be
between λ0

-5 and λ0
-6, which have been obtained experimentally and from numerical simula‐

tions [61–63]. General scaling analysis of HHG efficiency as a function of drive laser parameters
and material properties is given in [64], which predicts the scaling of the HHG efficiency with
the driving wavelength to be λ0

-5 at the cutoff and λ0
-6 at the plateau region for fixed harmonic

wavelength. The severe wavelength dependence of the HHG efficiency is associated with the
single‐atom dipole response and phase matching. Shorter driver wavelengths are advanta‐
geous for both of these factors, if the final objective is not to produce as high‐energetic photons
as possible. The experimental results obtained in Ref. [65] for different noble gases confirm
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this wavelength scaling and show two orders of magnitude higher HHG intensity in the energy
range of 20–70 eV with 400 nm pulses as compared with 800 nm laser driver.

However, HHG in gases has fundamental physical restrictions arising from the limitation on
the laser intensity since plasma generation, caused by strong ionization of the gaseous medium
at intensities above 1016 W/cm2, results in phase mismatch, thereby suppressing harmonic
generation [66]. This limitation is not present in the case of HHG from solid. According to the
oscillating plasma mirror model [67], the laser field produces a relativistic oscillation of the
overcritical plasma surface with the laser frequency, inducing incident pulse modulation that
gives rise to the high‐order harmonics in the spectrum of the reflected emission due to a
transient Doppler frequency upshift. (For more detailed analysis of the basic generation
mechanisms lying behind HHG from solids, see, e.g., [59, 68, 69].)

Using particle‐in‐cell (PIC) simulation to accurately model the HHG with a plasma target,
Teubner and Gibbon [59] have obtained the laser‐to‐harmonic conversion efficiency, ηH, in the
laser intensity range I0 = 1017–1019 W/cm2. Summarized by an empirical relation for high
harmonic orders (N = λ0/λH >> 1, where λH stands for harmonic wavelength), the results of the
numerical simulation take the form [54]:

( )-a- -h » l m  5 2 18 2 2 2
H 0 09´1 ( )0 I / 10 W cm m N / 10

with α depending on the laser intensity and ranging from α = 6 at I0 = 1017 W/cm2 to α = 3.5 at
I0 = 1019 W/cm2 at λ0 = 1 μm. On the basis of this empirical scaling, the authors came to the
conclusion that shorter wavelength lasers are highly beneficial from the viewpoints both of
extending to shorter‐wavelength harmonics and harmonic efficiency enhancement. The
wavelength scaling of the same form but with α = 5 independent of laser intensity was argued
with the use of 1D‐PIC code in the earlier paper of Gibbon [70]. The analysis made in [59] of a
variety of experimental results obtained with different laser wavelengths confirms the
prediction of the strong harmonic yield increase with laser frequency. This makes powerful
blue‐green hybrid systems to be very promising as the drivers for generation of soft X‐ray
harmonics well within the water‐window spectral range.

4.3. Soft X‐ray lasers

Development of coherent X‐ray sources is motivated by a variety of their applications in science
and technology. X‐ray lasers offer new capabilities in understanding the nanoscale structure
of complex materials, including biological systems, and X‐ray matter under extreme condi‐
tions. One of the greatest challenges is the high‐resolution 3D holographic microscopy of a
wide range of biological objects in the living state. For this purpose, coherent ultrafast X‐ray
sources of high power are required. One of the most important milestones for the high contrast
X‐ray imaging of living biological structures in a natural aqueous environment is the “water
window” lying between the K absorption edges of carbon (4.37 nm) and oxygen (2.33 nm),
where carbon is highly opaque, while water is largely transparent. A primary challenge of X‐
ray exposure is the realization of “diffraction‐before‐destruction” approach allowing for
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diffraction patterns to be obtained on time scales shorter than the onset of radiation damage
of samples. This approach has been successfully demonstrated in studies of biological samples
with the use of X‐ray free electron lasers (XFEL) producing femtosecond pulses of high
intensity (For example, see [71]).

There has been remarkable progress in the development of XFELs that hold the great promise
for user experiments ranging from atomic physics to biological structure determination.
Despite the fact that these lasers are powerful tools in studies of matter structure and physics
of light‐matter interaction, they have limited accessibility because of their high cost and large‐
scale. This makes the current search for alternative X‐ray sources of laboratory scale to be of
great importance.

Presently, there are two main approaches to the development of compact ultrashort‐pulsed
sources of coherent soft X‐ray: above considered HHG by gas and solid targets, as well as the
generation of coherent X‐ray radiation in the laser plasma. The first one is characterized by
low‐intensity soft X‐ray radiation, insufficient for the realization of holographic imaging
methods. The laser plasma enables generation of lasing in the soft X‐ray region with beam
performances close to those of XFELs [72].

Actually, only collisional and recombination schemes of active media excitation to produce
soft X‐ray in a laser plasma are of practical interest. The first of them was realized in a laser
plasma with high electron temperature, providing a population inversion on transitions
between excited states of ions, which typically lie in the range 10–50 nm [72]. The most
promising way to extend the spectral range of the X‐ray lasers deeper into the X‐ray region,
including the “water window,” lies in the further developing recombination scheme of
excitation of transitions to the ground state of recombining fully stripped ions.

The first observation of the amplification on the transition to the ground state dates back to
1983 [73] when hydrogen‐like lithium ions were excited in the laser plasma produced due to
optical field ionization (OFI) by the UV radiation from a subpicosecond KrF laser. Later that
year, this observation was confirmed in different experimental conditions [74–76]. The OFI
approach to excitation of recombination soft X‐ray lasers is particularly attractive since it
produces fully stripped ions on a time scale of one period of the incident laser electric field
and enables formation of cold electrons with low residual energy (for a linearly polarized laser
pulse) providing favorable conditions for high‐rate three‐body recombination. Residual
energy is proportional to the square of a pump laser wavelength and can be reduced by using
a short‐wavelength driver pulse.

An electron removed from an atom due to OFI interacts with the plane polarized laser field
and acquires quiver energy of the coherent electron oscillation in the field and energy of
electron drift along the laser field direction [77, 78]. For ultrashort pulses, the quiver energy is
returned to the wave, and it does not contribute to residual energy. Most of the electrons are
ionized within a narrow interval near the crest of the oscillating electric field because of the
exponential dependence of the ionization rate on the electric field amplitude. Classically, the
average drift energy, ε, of an electron depends on the phase mismatch, Δϕ, between the phase
at which the electron is freed and the crest of the electromagnetic wave:
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diffraction patterns to be obtained on time scales shorter than the onset of radiation damage
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approach to excitation of recombination soft X‐ray lasers is particularly attractive since it
produces fully stripped ions on a time scale of one period of the incident laser electric field
and enables formation of cold electrons with low residual energy (for a linearly polarized laser
pulse) providing favorable conditions for high‐rate three‐body recombination. Residual
energy is proportional to the square of a pump laser wavelength and can be reduced by using
a short‐wavelength driver pulse.

An electron removed from an atom due to OFI interacts with the plane polarized laser field
and acquires quiver energy of the coherent electron oscillation in the field and energy of
electron drift along the laser field direction [77, 78]. For ultrashort pulses, the quiver energy is
returned to the wave, and it does not contribute to residual energy. Most of the electrons are
ionized within a narrow interval near the crest of the oscillating electric field because of the
exponential dependence of the ionization rate on the electric field amplitude. Classically, the
average drift energy, ε, of an electron depends on the phase mismatch, Δϕ, between the phase
at which the electron is freed and the crest of the electromagnetic wave:
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f2
qε = 2ε sin Δ

where εq is the quiver energy (εq = e2E0
2/4meω2 with E0 and ω being the peak amplitude and

angular frequency of the laser electric field E = E0sinωt, respectively). Thus, the residual energy
of electrons produced by OFI can be much lower than the electron quiver energy, and,
secondly, shorter wavelength ionizing lasers are beneficial to achieve gain in the recombination
scheme.

To demonstrate advantages of short‐wavelength pumping, λ‐scaling of the recombination
excitation efficiency for the transitions to ground state was experimentally and numerically
studied by different groups [76, 78, 79]. Numerical simulations of the small‐signal gain on the
4s1/2–3p3/2 transition at 23.2 nm in Ar7+ show that 400 nm pump laser radiation allows an
increase in the small‐signal gain on the 4s1/2–3p3/2 transition at 23.2 nm in Ar7+ by more than an
order of magnitude as compared with 800 nm pumping [80].

Simulation of the recombination gain formation on the 2 → 1 transition at 3.4 nm in H‐like CVI
pumped with a 400 nm pump laser has been performed in [81]. It was shown that the recom‐
bination gain as high as 180 cm-1 can be achieved on this transition using the driving pulse
duration of 20 fs with peak intensity of 8 × 1018 W/cm2 and 10 μm diameter focal spot. The key
factor playing important role in the recombination mechanism of pumping is the non‐
Maxwellian nature of the distribution function after OFI [79, 81], which is strongly peaked near
the zero electron energy. Ultrashort pumping time (<100 fs) is required to minimize heating
and Maxwellization of electron energy distribution at the time scale of three‐body recombi‐
nation.

Less encouraging results have been obtained in Ref. [82], indicating that there are a number of
issues, which have to be investigated experimentally for better understanding of the physical
processes lying behind the optical production of recombination plasmas. This requires the
development of ultrashort (20–50 fs) multiterawatt lasers in the UV or visible range as pumping
sources.

5. Conclusions

Development of the photochemical method for exciting active media has resulted in the
emerging of the new class of gas lasers in the spectral range extending from the NIR to UV
regions. The most remarkable achievements of these studies belong to the visible range
where no alternatives are available so far for the excitation of broadband gaseous active me‐
dia (XeF(C‐A), Xe2Cl, and Kr2F) that would not be strongly modified by transient absorp‐
tion. This pave the way for the development of hybrid (solid/gas) laser systems towards
petawatt peak power in the blue‐green spectral region due to their broad amplification
bandwidths, able to support as short as 10 fs pulses, and their relatively high saturation flu‐
ences (0.05–0.2 J cm-2), promising as high as 10 TW peak power to be obtained from square
cm of an output aperture.
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To demonstrate the high potential of the hybrid approach relying on the optically driven
broadband active media in the visible, two femtosecond hybrid systems are now under
development with the aim of conducting proof‐of‐principle experiments: THL‐30 at LPI,
designed for about 5 TW of output peak power, and THL‐100 at IHCE, designed to be ten times
more powerful. Behind these systems is the amplification of the second harmonic of Ti:sap‐
phire front ends in the power‐boosting XeF(C‐A) amplifiers driven by the e‐beam‐to‐VUV flash
converters. In the pilot experiments performed in the THL‐100 system, peak power of 14 TW
has been attained in the 50 fs pulse at the output energy of 0.7 J. After upgrading pumping
source, an energy output has been enhanced up to 2.5 J in the 2.4 ps pulse before its recom‐
pression promising a peak power of 50 TW to be obtained. Besides spectral matching between
a solid‐state frond‐end and gas XeF(C‐A) amplifier, the nonlinear frequency upconversion
results in efficient temporal cleaning of the ultrashort optical pulse, thereby providing a high
contrast ratio for the output blue‐green pulses produced by a hybrid laser chain. This was
confirmed by the results of ASE measurements in the XeF(C‐A) amplifier of the THL‐100
system, which argue that a contrast ratio of 1012–1013 is feasible in the blue‐green hybrid
femtosecond systems with a peak power of about 100 TW.

By the example of LWFA, HHG, and recombination soft X‐ray lasers, it was shown that, in
some cases, application of shorter wavelength lasers (as compared to Ti:sapphire lasers
operating in the NIR) for laser‐matter interaction may be advantageous and extends the
frontiers of experimental ability to provide deeper insight into the physical mechanisms of the
laser‐matter interaction. One of the greatest challenges is the development of recombination‐
pumped soft X‐ray lasers that have potential to extend SXRL spectral range towards “water
window” and beyond.

Actually, the above‐discussed blue‐green hybrid concept can be considered as an alternative
to the direct nonlinear upconversion of intense NIR laser radiation to the visible with the use
of second harmonic generation (SHG) technique. However, to the best of our knowledge, the
highest peak power reached so far in the visible with SHG does not exceed 4 TW, producing
the peak intensity in a focal spot diameter of about 3 μm as low as 3 × 1018 W/cm2 because of
poor beam quality [83]. Achieving higher parameters in Ti:sapphire laser systems with SHG
meets serious technical problems arising from a variety of nonlinear effects in crystals at high
intensities leading to a significant spatiotemporal degradation of beam quality [84]. Moreover,
a broad spectrum of femtosecond pulses and strong nonlinear wave front distortion require
application of very thin (0.5–1 mm) nonlinear crystals of large diameter (>10 cm). The tech‐
nology of such crystals manufacture is not yet available. Nevertheless, a large ongoing effort
is presently devoted to overcome these difficulties in SHG and to reach hundreds of TW at
wavelength of the second harmonic [85, 86]. The hybrid (solid/gas) laser technology is free of
these problems because peak powers of 0.1–1 TW are required for a seed pulse generated by
the solid‐state front end in order to extract most of the energy stored in the final gaseous
amplifier.

At the same time, it is necessary to say that the hybrid systems relying on the photochemically
driven boosting amplifiers are inferior to the all‐solid‐state systems from the view point of a
pulse‐repetition rate reaching 1 kHz at moderate output peak powers. The hybrid systems
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operating in the visible could be of interest for the use in low repetition rate experiments, which
require an output peak power of tens and hundreds of TW. In the case of the Xe2Cl active
medium, repetition rates up to 10 Hz seems to be attainable with proper engineering.
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Pumped Lasers
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Abstract

We briefly describe the basic processes of formation and relaxation of nuclear-induced
plasmas of gas mixtures, especially the processes of inverse population creation in
nuclear-pumped lasers (NPL). A review of the work to create and research nuclear-
pumped lasers is in progress: on transitions of atoms and atomic ions and on molecu‐
lar transitions. An increased focus is on the gas media, which we also study on WWR-
K nuclear reactor and DC-60 ion accelerator. The studies on emission of heteronuclear
ionic molecules of inert gases are also reviewed.

Keywords: laser, ionizing pumping, mechanism of population, recombination, direct
excitation

1. Introduction

Direct conversion of nuclear energy into light energy is of great interest as it provides for
application of compact and energy-intensive nuclear energy sources to create high-power
generators of coherent and incoherent optical radiation. Nuclear energy pumping into active
laser medium was first proposed with the appearance of first lasers [1, 2]. At present, the research
on nuclear-pumped lasers (NPL) has progressed to the stage where design and engineering
developments of continuous and pulse nuclear laser equipment for various purposes have
become possible, that is integrated units based on nuclear engineering and physics, quantum
electronics, physics of low-temperature plasma, optics, gas dynamics, and other areas of science
and technology [3].

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
and reproduction in any medium, provided the original work is properly cited.



Nuclear-pumped lasers have potential in a wide range of applications, especially in cases
requiring high-power and compact lasers to be placed on autonomous remote facilities. The
most promising areas of nuclear-pumped laser application are as follows: laser thermonu‐
clear fusion, long-distance transmission of radiant energy and information, rocket laser engine,
laser isotope separation and photochemistry, stratospheric ozone layer recovery, and space
junk removal. Considerable interest in this area research is also associated with significant
difference between the mechanisms of level population during nuclear pumping and
population processes in conventional gas-discharge lasers. Application of nuclear energy for
active laser medium pumping can be considered not as the way to create high-power laser,
but as the way to obtain energy from nuclear reactor. This necessitates consideration of
fundamentally new equipment—a reactor laser designed to spatially combine nuclear laser
active medium and nuclear reactor core. This approach opens up opportunity to generate
qualitatively new energy.

Attempts to achieve laser action during pumping of condensed media with nuclear radia‐
tion did not yield positive results. The main obstacle on the road of creating condensed media
NPLs is their radiation damage: radiation defects of crystal lattice in solid-state laser, radiol‐
ysis, and gas bulb generation on the tracks of nuclear particles in liquid lasers. Presently known
gas NPLs [3] radiate in spectral range 391–5600 nm in about 50 atomic transitions of Xe, Ar,
Kr, Ne, C, N, Cl, O, I, Hg; Cd+, Zn+, Hg+ ions, CO molecules, and N2

+ molecular ion.

2. Methods and sources of gas excitation by nuclear reaction products

NPLs include active media that are excited directly using nuclear radiation, or with the use of
intermediate nuclear-optical converters. There are three basic sources of nuclear radiation,
which can be used to pump NPLs or convert nuclear energy into light energy on transitions
of atoms and molecules:

1. nuclear explosions,

2. radioactive isotopes,

3. neutron radiation of nuclear reactors.

Using the γ-ray radiation from nuclear explosion as the pump source was apparently done for
the first time in VNIIEF (All-Union Scientific Research Institute of Experimental Physics) in
1971 [3]. Xenon emitted as Xe2* excimer molecules was used as an active media. Experiments
on xenon excimer laser pumping (λ ~ 170 nm) were done in a testing area in Nevada in 1973
[4]. Experiments to develop NPLs using nuclear explosive devices were carried out up until
1987 when underground test ban was introduced.

Optical radiation of gases excited by radioactive nucleus decay products (210Po, 238Pu, 239Pu,
241Am, etc.) was studied before to create gas scintillators [5, 6]. Radioactive isotopes usage for
laser pumping [7] or pre-ionization in electric discharge lasers [8, 9] is limited by lower power
density deposited in gas (up to 0.6 W/cm3). The main volume of works on NPL active media
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search and study of their parameters was performed on stationary and pulsed nuclear reactors.
Nuclear reactors are the source of neutron and γ-radiation. Neutrons were used to pump lasers,
as in this case the energy input to laser medium is several times higher than due to γ-radia‐
tion. Direct pumping of active media is usually carried out not by neutron radiation but by
nuclear reaction products with thermal neutrons (Table 1).

Reaction (energy of
reaction, MeV)

Natural composition of
isotopes 

Kinetic energy of reaction products,
MeV

Cross-section of
reaction for thermal
neutrons, barns

3He(n,p)T, (0,76) 4He(100%)+3He(1,4°10−4%) p—0,57; T—0,19 5400

10B(n,α)7Li, (2,35) 11B (80,1)% +10B (19,9%) 4He—1,5; 7Li—0,85 3837

6Li(n,T)4He (4,7) 6Li (7,5%)+7Li (92,5%) T—2,7; 4He—2,0 945

235U(n,ff)FF (167) 238U(99,28%)+235U(0,72%) Fragments: light—99; heavy—68 582

Table 1. Nuclear reactions [10] for NPL pumping.

When nuclear reactors are used as neutron sources, two basic types of laser-medium excita‐
tion are utilized:

1. a gaseous isotope or compound thereof (3He, 235UF6, 10BF3) is a component part of the laser
medium,

2. internal surface of the gas-filled laser cell is coated with a thin layer of isotope (10B, 6Li,
235U) or compound thereof (235UO2, 235U3O8).

In the case of volumetric source of pumping using 3He, the non-uniformity of pumping comes
from the absorption of slow neutrons in 3He and from the reduction of energy contribution in
area near the wall, owing to removal of reaction products to the walls of the cell, in case of
235UF6—fission fragments energy loss on the walls of the cell. Results of computation of the
total energy deposition and spatial distribution of the deposited energy depending on 3He
pressure and diameter of cylindrical cell are given in [11, 12], while [13] shows the results of
computation for 235UF6-He at different pressure of mixture and content. In Ref. [14], authors
show summary of results of experimental and theoretical studies dedicated to definition of
energy contribution in NPL cells. Three experimental methods were considered: pressure
shock method, interferometric method, and string calorimeter method. The cell size and path
length of nuclear reaction products in the gas mixture determines spatial non-uniformity at
surface pumping source use. Various calculation models for spatial distribution of energy
deposition, influence of non-uniformity of uranium-containing layers, and analysis of
experimental data on determination of uranium fission fragments energy loss in gas medi‐
um are given in [3].

Due to high 3He and 10B neutron-absorption cross-section, loading laser devices using 3He or
10B on the walls can significantly affect reactivity charge of nuclear reactor and even lead it to
subcritical state. A laser cell containing 235U also serves as a fuel element of reactor. This has
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triggered an idea of laser reactor, which must spatially combine active laser medium and
nuclear reactor core [2, 15]. Initially considered option included uranium-235 hexafluoride
serving as uranium-containing medium, the only uranium compound existing in gas phase at
moderate temperatures. However, the use of 235UF6 complicated due to the chemical aggres‐
siveness of uranium hexafluoride and products of radiolysis. Laser radiation absorption by
UF6 molecules, high speed of quenching of excited atoms and molecules in collisions with UF6,
electron attachment to molecules of UF6 also prevents the use of uranium hexafluoride as a
component of the laser mixture [16]. At present, the most realistic designs are heterogeneous
reactor lasers using thin-film uranium fuel [17, 18]. The core of this reactor laser is a specific
quantity of laser cells with uranium layers appropriately placed in a neutron moderator matrix.
With appropriate selection of components, the conditions for the reactor-laser operation are
provided without utilizing additional fuel (uranium). The number of laser cells may vary from
a few 100 to 1000, the total weight of uranium from 5 to 70 kg, and characteristic linear
dimensions are 2–5 m [3, 18].

Studies in recent years were set out to explore opportunity to load uranium in active laser
mixture in the form of fine dust with a particle size of 100–500 nm substantially lower than the
path length of fragments [19]. In this case, it is possible to minimize energy loss in the fuel and
substantially improve the efficiency and uniformity of pumping. It is necessary to ensure the
transparency of such a mixture at the lasing wavelength. Theoretically, it is possible by
arranging the dust particles in the form of periodic structure with a mutual distance compa‐
rable to laser wavelength, that is, in the form of dust crystals.

2.1. Basic processes of formation and relaxation of nuclear-induced plasmas of gas mixtures

Currently, direct nuclear pumping is implemented in gas media in which the populating of
lasing levels occurs in a low-temperature plasma formed by ionizing radiation, in nuclear-
induced plasmas. This section describes the basic processes of formation and relaxation of such
plasma, in relation to active media of lasers with nuclear pumping and conversion of nucle‐
ar energy into the energy of spontaneous gas emission. The most complete information about
the processes in plasma of active media of gas lasers with nuclear pumping is contained in
monographs [3, 20].

Initial stage of ionization processes in gas media. Gas medium ionization occurs by various types
of radiation: uranium fission fragments and transuranium elements, fast electrons, protons
and tritons, lithium nuclei, α-particles, γ-quanta. Ionization in γ-radiation of gas is induced
by fast electrons produced in the process of Compton scattering, photoeffect, and effect of
electron-positron pair formation. In the initial stage of ionization process, primary ionization
during the immediate interaction of charged particles and secondary ionization in interac‐
tion of media atoms with electrons formed as a result of primary ionization.

The process of ionization of an atom may be viewed as a binary collision of oncoming charged
particle and one of the electrons of the atom’s shell [21]. Due to the large difference in masses
of heavy charged particles and the electron, only a comparatively small percentage of fragment
energy can be transferred to the orbital electron. The spectrum of electrons produced by
ionization of heavy particles is softer compared with the spectrum produced by ionization of
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gas by fast electrons [22, 23]. The average energy of electrons formed in neon as a result of
ionization by fission fragments is 40 eV and fast electrons 150 eV [22]. In the case of fission
fragments, the secondary electron may provide additional one or two acts of ionization on
average, while in the case of fast electrons, it is from 5 to 10 [23].

However, differences in the effects on gas media by different types of ionizing particles are
not substantial, because the ultimate result is a combined effect of primary and secondary
ionization. It follows from calculations in that the electron energy distribution and energy
formation of electron-ion pair in the gas does not depend on the type of charged particles [24,
25]. The same conclusion can be drawn from the luminescent properties of plasma and gas
NPLs output parameters, which do not depend on the type of charged particles, but depend
on the power and duration of pumping [18].

Figure 1. Electron energy distribution in the ionized gas. 1—primary electrons of source; 2—electrons of ionization
cascade; 3—electrons in the inelastic excitation region; 4—thermal and subthreshold electrons.

Usually, the calculation and analysis of parameters of nuclear-induced plasmas, develop‐
ment of laser action and NPLs radiation, ionization of gas medium are assumed to be
homogeneous. One of the features of nuclear-induced plasma is associated with the forma‐
tion of tracks when passing through dense gas of heavy charged particles [26, 27]. Depend‐
ing on parameters of gas media, transverse dimensions of the tracks are 1–10 μm, and the track
lifetime or the time to establish uniform ionization through diffusion is 0.1–1 μs [28]. Non-
uniformity of ionization associated with track structure of plasma will be most noticeable in
the following cases:

- at ionization by fission fragments and other heavy ions,

- in dense gases with high atomic weight,

- at a very low degree of ionization, when there is no overlapping of tracks.
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Fluctuations of plasma component concentrations induced by the track structure may have
some effect on NPL characteristics excited by fission fragments, if population of upper levels
is due to the fast charge process, for example, in laser on a mixture of He-Cd [28]. The influence
of plasma track structure on recombination processes will be insignificant, as the track lifetime
is much less than the characteristic time of recombination processes [29, 30]. Tracks’ overlap‐
ping occurs at high pumping power densities; therefore, the track structure of plasma
disappears. Estimates show that the overlap of tracks in atmospheric pressure helium occurs
at excitation power densities ~2 W/cm3 [29].

Ionization of gas at the initial stage is carried out directly by charged particles and secon‐
dary electrons. A picture of the electron energy distribution in the gas is shown in Figure 1,
where fe is the energy distribution function of the electrons, and Ee is the electron energy.

The entire electron energy range can be divided into three regions [24]:

1. The region of ionization cascade Vi < Ee < E0 (E0 is the particle initial energy, Vi is the
ionization potential of the gas atoms and molecules), in which the electrons energy is
sufficient for ionization of gas particles.

2. In elastic excitation region Im < Ee < Vi (Im is the minimal threshold of electron or vibra‐
tional excitations), in which the energy of the electrons is reduced, primarily due to
excitation of electron and vibrational states of the gas particles.

3. In the subthreshold region (Ee < Im), electrons lose energy in small “portions” due to elastic
collisions with gas particles, thus creating electron thermalization. In subthreshold region,
the electrons are involved in the processes that are important in population kinetics and
NPL levels’ deactivation. These processes include the following: the electron-ion recom‐
bination, quenching of excited states, processes of attachment to electronegative gas,
excitation, and ionization in collisions with gas particles in excited states.

At Ee > Im, the function of electron energy distribution differs greatly from Maxwell distribu‐
tion. Electrons in this region do not participate in recombination processes and this region
supplies electrons in the subthreshold region. The electrons of inelastic region excitation and
ionization cascade possibly play a major role in population of 3p levels of neon [30, 31].

2.2. Kinetics of plasma processes at nuclear pumping of gas mixtures

In quantum system, the gain (absorption) factor of the medium is described by [32]:

2
2 1

1

( )gN N
g

a s= - (1)

where indexes (1, 2) refer to upper level 2 and lower 1, N—level population, g—statistical
weight of levels. The cross section of stimulated transition:
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where λ—transition wavelength, Δω—line width, A—transition probability. The amplifying
medium (α > 0) requires maintaining population inversion: Population of the upper level must
exceed population of the lower level (adjusted to degeneracy multiplicity). Formation of
population inversion requires selectivity of population of the upper or lower level. The
inversion can be provided not only by the predominant population of upper laser level, but
also through selective cleaning of the lower level.

The active media of gas NPLs are often the double mixtures A-B (A—a buffer gas with a high
ionization and excitation potential, B—a gas with a lower ionization potential, and lasing
occurs in its transitions) or triple A-B-C. In triple mixtures, the third C gas usually plays the
role of deactivator of lower level and is not involved in upper level population, but can quench
it to some extent. Therefore, we consider the kinetics of processes in plasma in the example a
two-component mixture.

The first stage includes ionization and excitation of the buffer gas atoms A (formation of A+

ions and excited atoms A*), in some cases, direct excitation of active gas B [31, 33]. The main
channels of energy transfer from A+ and A* to particles B are as follows:

1. Charge exchange processes

( )    *  A B B A+ ++ ® + (3)

2 (   * 2)   A B B A+ ++ ® + (4)

2. Penning process (if A* energy is higher than B ionization potential)

*    )    ( * A B B A e++ ® + + (5)

3. Excitation transfer

*    *  A B B A+ ® + (6)

The main type of ions in high-pressure plasma is molecular ions A2
+, B2

+, (AB)+ which are
formed in triple processes:

2        A A M A M+ ++ + ® + (7)

2        B B M B M+ ++ + ® + (8)
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      (  )  A B M AB M+ ++ + ® + (9)

where M—third particle (A or B). Plasma neutralization occurs as a result of recombination
processes, which, depending on specific conditions, may prevail or have dissociative recom‐
bination.

2     *  A e A A+ + ® + (10)

2     *  B e B B+ + ® + (11)

   ( )  *  AB e B A+ + ® + (12)

triple or shock-radiative recombination

  2   ) )*( (*   A B e A B e+ + + ® + (13)

  (     * *(  ) ) A B e M A B M+ + + + ® + (14)

Population of laser levels occurs during processes (3–5) for B+ atomic ions, (6, 11–14) for B
neutral particles, as well as in cascade transitions from B** high levels. It was previously
considered [34, 35] that the processes of dissociative recombination of molecular ions are
predominantly populated by p-states of atoms, but in recent years this conclusion was
questioned [3].

In [36] based on radioluminescence intensity dependence from mercury vapor pressure (10−3–
10−7 Torr) in 3He-Hg mixture was made a conclusion that in the process of Hg+ three-body
recombination mostly populated d-states of mercury atoms. Thus, D-levels may also be
populated in the processes of dissociative recombination of molecular ions (at a higher density
of mercury atoms).

In low-pressure gas discharge laser, the lower laser level is usually deactivated in optical
transitions to lower levels, and in lasers with nuclear pumping of atmospheric pressure, the
deactivation occurs in collisions with media atoms or plasma electrons, and in Penning reaction
with the particles of additional gas. In excimer lasers, where at photon emission the excimer
molecule passes in the lower dissociated or weakly coupled state, the lower level deactiva‐
tion is feasible.

Characteristics of laser radiation at pumping by hard ionizer depend on the power and
duration of energy input into active medium, but do not depend on the type of ionizer [18].
This means that kinetics of processes in active media of lasers excited by an electron or ion
beam and for nuclear-pumped lasers will be identical [37, 38]. Calculation of plasma param‐
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eters and laser characteristics implies for kinetic models, representing the balance of rates of
formation and decay of individual components in plasma. Kinetic equations are supplement‐
ed by the equations of electron energy balance. In some kinetic models, the number of plasma
chemical reactions reaches several hundred (see, for example, [29, 39]). Typically, the rele‐
vant description of plasma and laser parameters’ calculation suffices it to include 10–15 basic
reactions. In this regard, it is sometimes advisable to use the so-called small models for
calculation, which includes only the basic plasma processes, examples of such models [40, 41].
It should be noted that in many cases the basic level population process is either not defined
(e.g., lasers with Xe, Kr, Ar IR transitions), or under discussion (e.g., laser on the 3p–3s
transitions of neon [30, 31]). In other cases, relevant calculation is hindered by a large uncer‐
tainty in the values of (or even the order of magnitude) processes rate constants [42], the
uncertainty in coefficient of light absorption by active medium particles [43].

2.3. Design and development of experimental methods for nuclear-induced plasma research

Pulsed nuclear reactors were used as a source of neutron radiation for NPLs research [3, 27,
44–47]: in Russia—VIR-1, VIR-2, TIBR-1M, BR-1, BIGR (VNIIEF), EBR-L (VNIITF, All-Russian
Scientific Research Institute of Technical Physics), BARS-6 (FEI, Institute of Physics and Power
Engineering), IIN-3 (Kurchatov Institute of Atomic Energy); in USA—TRIGA Mark-II
(University of Illinois), SPR-III (Sandia Labs), APRF (NASA), Godiva-IV (Los Alamos National
Laboratory). Relatively recent reports were issued about experimental NPL investigations in
China on the CFBR-II [48]. First, NPL works in China were carried out on a stationary INPC
nuclear reactor [49].

Thermal neutron flux density at stationary nuclear reactor reaches 1013 to 1014 n/cm2s, and gas
mixtures’ pumping power does not exceed a few W/cm3. Therefore, research on stationary
reactors (IRT-2000 in Moscow Engineering Physics Institute (MEPhI), our works on WWR-K
reactor) was mainly associated with the study of the spectral characteristics of plasma [50, 51],
as well as the development of lasers with non-self-maintained discharge (WWR-K reactor) [52].

WWR-K reactor (Figure 2) is a heterogeneous unit of water-cooled type, operating on thermal
neutrons. Desalinated water serves as moderator, reflector, and coolant. Uranium is used as
reactor fuel enriched by uranium-235 isotope to 36%. WWR-K reactor is a powerful source of
neutrons and gamma rays. The maximum thermal neutron flux in the central channel of the
reactor reaches 2°1014 n/cm2s. The reactor core is placed in an aluminum tank filled with water
and is designed as hexagonal lattice containing fuel elements, control and protection system
channels and experimental channels. The water temperature is kept constant and does not
exceed 40°C. The core has a shape similar to cylindrical, with diameter of 645 mm and height
of 600 mm. Central vertical experimental channels with diameter of 96 mm, which was used
for nuclear-pumped laser works, pass through the core center. Biological protection of staff
from the reactor radiation in horizontal plane is provided by layers of water of 850 mm wide,
cast iron—210 mm and limonite concrete—2250 mm. Biological protection in vertical direc‐
tion is formed of 3700 mm of water layer and removable cast iron lids of 800 mm wide.
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Figure 2. General view of WWR-K reactor.

The upper part of reactor tank includes rotating cast-iron lid, through which experimental
channels are loaded. The left side includes the base made of plates on which vacuum pumps
for pumping mixtures from laser devices under the reactor lid were placed.

Three designs of reactor core laser systems [53] were developed and tested on WWR-K reactor.
One design was intended for testing mixtures of xenon laser pumped by uranium fission
fragments, the second for lasers on inert gas mixtures excited by the products of 3He(n,p)3H
reactions and the third to run the laser on transitions of mercury triplets [54]. Figure 3 shows
the design intended for lasers on mixtures of inert gases excited by the products of 3He(n,p)T
reactions. The laser cell is designed as electropolished pipe of 36 mm in diameter with flanges
for mirrors on the edges. The distance between the mirrors is 2.1 m, and the mirrors are on a
quartz substrate with a dielectric multilayer coating. Mirrors are distanced for 0.5 m (non‐
transmitting) and 1.0 m (half-transmitting) from the reactor core. Laser channels cutting after
a 6-month settling showed that KU-1 quartz substrate has sufficiently high radiation resist‐
ance. De-gassing and gas puffing were also conducted through waveguide pipe Ø36 mm. The
laser light from this tube was extracted through the window of LiF or CaF2 and analyzed by
registration system. IR radiation was simultaneously recorded by calorimeter located above
the exit window and reflected on the LiF plate portion through the matrix of five PD-7G
photodiodes. Radiation within the visible range was recorded by photodiodes matrix and the
system for measuring the luminescence spectra based on the SPM-2 monochromator and
FEU-106 photomultiplier operating in photon counting mode.
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Figure 3. Scheme of laser cell of inert gases excited by 3He(n,p)T reaction products. 1—laser pipe, 2—mirrors, 3—alu‐
minum lid of reactor, 4—waveguide pipe, 5—window, 6—LiF plate, 7—propellant, 8—cast iron lid of reactor, 9—pho‐
todiodes matrix.

Although we were not able to create a continuous laser with a direct nuclear pumping, the use
of continuous ionizing radiation sources: stationary nuclear reactors and radioactive sources
provide for detailed study of plasma properties of gas mixtures, and stationary state of
pumping simplifies the analysis of processes kinetics in plasma [53].

Currently, the research is being conducted on DC-60 heavy ion accelerator [55]. The main
parameters of the accelerated ion beam: ion type—from lithium to xenon, and ion energy—
from 0.5 to 1.75 MeV/nucleon. The intensity of ion beam is from 1012 to 1014 particles/s
depending on type and energy of ions. Ion impulse duration is several nanoseconds and
repetition rate of ions is 1.84–4.22 MHz. Mainly, the ions of argon were used as a source of
ionization and excitation. The accelerated ion beam passes from evacuated transportation
channel through 3-mm hole in the flange to irradiation chamber (Figure 4). The hole in the
flange is closed by membrane of 2-μm titanium foil or 2.5-μm-thick havar foil. The gas pressure
in the cell is measured by capacitance diaphragm gauge mounted at the top of the chamber.
The ions passed through the foil ionize and excite the gas mixture in irradiation chamber
(Figure 5). Argon ion energy after separation foil is about 50 MeV. The emerging light radiation
passes through quartz window and condenser and focused on optical fiber. The beam falls on
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a compact spectrometer through the fiber, and the recorded spectrum is displayed on a
computer.

Figure 4. View of the experimental setup on the DC-60 accelerator.

Figure 5. 400 Torr helium (a) and 600 Torr neon (b) luminescence induced by argon ions.

Beam from the narrow ion-excited region is reflected on the separating flange (a, b) and on the
top of the chamber (b).

Studies on luminescence spectra of gaseous media were also conducted with the use of
radioactive isotopes [36, 56–58] and pulsed nuclear reactors [59–61].
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3. NPL active media on transitions of atoms and atomic ions

3.1. IR lasers operating on transitions of Xe, Kr, and Ar

Nuclear-pumped lasers operating on IR transitions of Xe, Kr, and Ar were investigated in detail
and have maximum output parameters for NPL. The research by VNIIEF in 1972 during the
first experiments was performed with the VIR-2 reactor; the output power of xenon laser with
an optimal pressure and composition of the He-Xe was 25 W with efficiency ~0.5%, but the
results were not published that time [62]. In 1974, obtained laser action on He-Xe composi‐
tion (λ = 3.51 μm) with excitation by uranium fission fragments [63]. It was one of the first
publications on the achievement of lasing under direct nuclear pumping [63, 64].

Most of the lines with laser action refer to nd-(n + 1)p transitions of Xe, Kr, and Ar atoms (n =
5, 4, 3 for Xe, Kr, Ar, respectively). Xenon laser (λ = 1.7–3.5 μm) has received the most studies,
as it has the highest output parameters. He, Ar, Kr, and compounds thereof served as buffer
gases. The first NPL xenon laser has the maximum achieved energy parameters:

- output power 1.3 MW and energy 526 J per pulse with duration 400 ms in He-Ar-Xe
compounds, with a wavelength 2.03 μm [65],

- 5.6% efficiency in Ar–Xe mixture [66], 2.5% in He-Ar-Xe [67] with λ = 1.73 μm and ~3%
with 2.03 μm [65]. The differences in efficiency values may be related to differences in the
evaluation of energy deposited in gas [3].

Xenon laser also has the lowest lasing threshold: 1.5°1012 n/cm2s in Ar-Xe mixture (λ = 2.03 μm)
[7, 68]. These advantages, as well as the absence of degradation of the laser mixture as a result
of radiation and chemical reactions, join the lasers operating on IR transitions of Xe, Kr, Ar the
ranks of most promising in terms of reactor-laser creation [18].

Upper location of laser levels suggests a weak temperature dependence of its output param‐
eters. However, in the case of lasers operating on IR transitions of inert gases, the output power
is halved at the temperature of the mixture 350–550 K [3, 69]. The reasons for this are still not
fully understood and are the matter of discussions. The most probable reasons were consid‐
ered:

- reduction in the rate of formation of heteronuclear ArXe+ ions and mixing laser levels by
electrons [69],

- destruction of ArXe+ ions by buffer gas atoms [70],

- collisional quenching and mixing laser levels by buffer gas atoms [71],

- active medium contamination by impurities as a result of their desorption from laser cell
walls as long as it is warming [72].

Although lasers operating on IR transitions of inert gases are studied for over 40 years and
considered to be the most promising, there is still no clarity with mechanism of upper nd-levels
population [3, 73]. The processes of deactivation of lower (n + 1)p-levels can be considered well
established; it is a collisional quenching in collisions with atoms of active medium, and with

Nuclear-Induced Plasmas of Gas Mixtures and Nuclear-Pumped Lasers
http://dx.doi.org/10.5772/63823

175173



electrons at high-power pumping. The main problem in determining nd-levels population
mechanism is associated with complexities of IR radiation registration within the reactor
experiment.

The main presently discussed mechanisms of levels population (B—Xe, Ar, Kr; A—buffer gas
atom) [73] are as follows:

1. Shock-radiative recombination: B++e+e (M)→B(nd)+e(M), M— third particle.

2. Electron-ion recombination: B2
++e→B(nd)+e.

3. Recombination of heteronuclear ionic molecules: AB++e→B(nd)+A.

4. Transfer of excitation in inelastic collisions: Ar*+Xe→Xe(5d)+Ar.

5. Step excitation: Xe(6s, 6s′)+e→Xe(5d)+e.

Widely held hypothesis implies for levels population in processes (3) of dissociative recom‐
bination of heteronuclear ionic molecules with electrons [29, 74]. In works [3, 73, 75], the main
channel of population is considered to be the process (2) of electron-ion recombination of B2

+

ions. In recombination mechanism of Xe levels’ population, the lasing failure with addition
of 5 Torr of uranium hexafluoride to Ar-Xe mixture [16] can be explained not only by quenching
xenon levels by UF6 molecules, and also by electron attachment to UF6, by recombination of
xenon ions with negative ions in the mixture.

According to [33, 76], dissociative electron-ion recombination of molecular ions of inert gases
cannot be the main process of nd-levels population of inert gas atoms. It is expected to populate
levels by direct excitation of secondary electrons from the ground state of atom, as well as
transfer of excitation from buffer gas atom [33].

3.2. Visible-range lasers operating on Ne atom transitions

Atomic neon laser created in 1961 by Javan A. and others is the first laser with active gas
medium. Therefore, the first proposals [1] and first experiments [2] on NPL creation were
associated with well-known transitions of He-Ne laser with a wavelength of 632.8 nm and 1.15,
3.39 μm. In 1980, it was reported [77] on laser action of 5s′[1/2]1

0–3p′[3/2]2 neon atom transi‐
tion (λ = 632.8 nm, Figure 6) after excitation of 3He–Ne mixture by products of nuclear reaction
3He(n,p)T in stationary nuclear reactor. At the same time, laser efficiency was approximately
0.03% and the lasing threshold was reached at a very low thermal neutron flux F = 2°1011 n/
cm2s. High gain in a mixture of 3He-Ne (1.7°10−2 cm−1 at F = 2°1012 n/cm2s) was also measured
in work of Chinese authors [49]. The results of these studies are questionable and subject to
discussion [78, 79]. Simple estimates [78] show that in these conditions [77] population cannot
be obtained even in the extreme case, when all power deposited in gas is fully transferred to
the upper laser level, and the level is not quenched in collisions with atoms. In our experi‐
ments, the neutron flux density was gradually changed from 1011 to 1014 n/cm2s; however, the
lasing threshold in 3He:Ne = 5:1 mixture was not reached [53, 79]. In addition, the lumines‐
cence spectrum of He-Ne mixtures at ionized radiation pumping has no 632.8 nm line (Figure
7).
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Figure 6. Scheme of laser transitions in neon. The wavelengths of laser and resonant transitions are indicated in nm.

Figure 7. Emission spectrum of neon at a pressure of 605 Torr under ion beam excitation in the 570–900 nm region. The
vertical green line indicates the wavelength of 632.8 nm.

3p levels of neon atoms are efficiently populating during excitation by the products of nuclear
reactions of neon and its mixtures [57, 80] (see Figure 7). To create laser operating on 3p–3s
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transitions of neon, it is necessary to solve the problem of lower s-levels deactivation. These
levels are metastable or resonantly coupled to the main level and have trapped radiation at
neon pressures important for nuclear pumping radiation. Rapid depletion of lower laser levels
at a relatively low concentration of quenching particles can be achieved in the processes
occurring with Coulomb cross-sections. In Ref. [20], authors show the possibility of deactiva‐
tion of excited states in the Penning process. The required selectivity of deactivation of the
upper and lower levels can be achieved using the lower levels states as resonantly coupled to
the main, for which the ionization cross-section of quenching by additives is particularly
high [81].

Quasi-continuous lasing in allowed neon atom transition 3p′[1/2]0–3s′[1/2]1
0 (λ = 585.3 nm) was

first observed in the afterglow of discharge [82], and then at pumping by powerful electron
beam of Ne-H2, Ne-Ar, Ne-Ar-He mixtures [83]. In [84] by reducing the concentration of neon
and quenching the lower level of additives by an order compared to [83], and pumping power
by electron beam ~100 kW/cm3 with He:Ne:Ar = 96:3:1 mixtures at a pressure of 3 atm at the
same transition obtained laser efficiency of 1–2%. The laser efficiency with ionizing pump‐
ing at λ = 585 nm in the opinion of other authors cannot exceed 0.5% [85]. The electron beam
pumping provided for laser action in a row of 3p–3s neon transitions in the spectrum red
region [86] (see Figure 6).

Progress in creating efficient lasers of visible range operating on neon at the electron beam
pumping power 10–100 W/cm3 stimulated work on nuclear-pumped lasers operating on 3p–
3s transitions of neon atom. Laser action operating on 3p–3s neon transitions at pumping by
uranium fission fragments was obtained in 1985 at VNIIEF on VIR-2 reactor. These results
were published in 1990 [3, 87]. In 1985, we have also conducted experiments on WWR-K
stationary nuclear reactor for excitation of triple mixtures of argon or krypton, neon, and 3He,
which has led to a negative result [53, 79].

Obtained within the experiment efficiency values for NPL operating on neon (to 0.1%) are
much lower than at pumping by electron beam [84, 85]. Threshold values of thermal neu‐
tron flux density are significantly higher than 1014 n/cm2s [87–93]. Report [90] on NPL lasing
in 3He-Ne-H2 mixture with a lasing threshold of 1014 n/cm2s is doubtful, as hydrogen at a
pressure of 0.57 bars must be considerably quenching the upper laser level. Unlike lasers
operating on IR transitions of Xe, Kr, Ar, the lasing mechanism in lasers on 3p–3s transitions
of neon was considered reliably established [39, 87, 94]. Already the first works on neon lasers
pumped by an electron beam or nuclear radiation contain roughly the same ideas about the
lasing mechanism. The lower 3s-states are deactivated in the processes of:

- Penning for metastable states 3s[3/2]2
0, 3s′[1/2]0

0 [20],

- release of an electron for resonance states 3s[3/2]1
0, 3s′[1/2]1

0 [81].

The main process of 3p levels population is considered to be dissociative recombination of Ne2
+

ions with electrons; most studies assumed that all of these levels are populated in recombina‐
tion of molecular ions in the main vibrational state. In [80, 84] to explain changes in the
efficiency of various levels pumping with the neon pressure, was made a conclusion on
population of 3p′[1/2]0-level in processes of recombination of vibrationally excited levels of
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Ne2
+. Population efficiency of level 3p′[1/2]0 increases in triple mixtures with high helium

content, which is explained in [80] by the formation of vibrationally excited levels of Ne2
+ in

the following processes:

Ne   2He  HeNe   He+ ++ ® + (15)

2HeNe   Ne  Ne v  0( )  He+ ++ ® > + (16)

Another mechanism for neon levels’ population when excited by a hard ionizer is proposed
in [79]. Based on the study of spectral-temporal characteristics of pure neon and He-Ne
mixtures pumped by heavy charged particles, the conclusion was made that the population
of neon levels occurs in direct excitation by nuclear particles and secondary delta electrons,
and in He-Ne mixtures also in the process of excitation transfer from metastable helium
atoms (Hem):

( )mHe   Ne  He  Ne 3p   2He+ + ® + (17)

However, this work did not receive recognition: In the review article [18], it was not men‐
tioned, and in monograph [3], it was questioned with reference to [95]. During the study of
luminescence of He-Ne mixtures with quenching additives [30], we have obtained results
confirming the main conclusion in [79]—the principal and clearly dominant channels of
neon 3p levels population in pumping by a hard ionizer are the processes unrelated to
dissociative recombination of molecular ions of neon.

3.3. Metal vapor lasers

3.3.1. Mercury vapor lasers

HgII laser. The first report on the lasing of ion NPL operating on mercury vapor appeared
in 1970 [96]. This work presents results obtained at 3He(350 Torr)+Hg(3 Torr) mixture pumping
on IIN pulsed reactor with neutrons flux up to 5°1016 n/cm2s. According to authors, the
registered lights power ~10 mW was associated with laser action of mercury ion transition
72P3/2–72S1/2 (λ = 615.0 nm). Further on, these results were questioned, and in 4He(600 Torr)
+Hg (2.5–10 mTorr) mixture pumping by 10B(n,α)7Li reaction products has proved lasing with
a wavelength of 615 nm [97]. The conditions [97] had no lasing at partial pressure of mercu‐
ry vapor ~3 Torr.

Pumping mechanism at the transition of 72P3/2–72S1/2 mercury ion at ionizing pumping was
considered in [53, 98, 99]. Discrepancy between the results of [96, 97] is possibly due to the
difference in mechanisms of upper laser level population at low density and high density of
mercury vapor [53, 98]. Calculations [99] indicate a low energy laser characteristics at λ = 615
nm (0.04% maximum efficiency) even with optimal parameters.
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HgI laser. The emission spectra of mixtures of 3He + Hg and 3He + Hg + Kr in excitation by
products of nuclear reaction 3He(n,p)T studied in [100]. It was concluded that the excitation of
low-lying HgI levels by electron impact is predominant in high-pressure plasma:

1 3
0 1Hg 6 S   e  Hg 6 P(  ) e( ) + ® + (18)

( )3
0,1,2Hg 6 P   e  Hg nx   e( )+ ® + (19)

Continuous laser λ = 546.1 nm with optical pumping [101] uses similar scheme of excitation
(electron replaced with photon): a beam with a wavelength of 253.7 nm, corresponding the
mercury resonance line, excites 63P1 mercury level and beam λ = 435.8 nm transmits excita‐
tion to 73S1-level. However, an attempt to ensure deactivation of 63P2 state by N2 molecules
according to the scheme used in optically pumped laser at ionizing radiation pumping was
not successful [102].

We have proposed another scheme of creating inverse population in laser on mercury triplet
lines [54]. Our works [36, 98] have shown that population of 73S1-level of mercury atom occurs
in the process of dissociative recombination of molecular ions and not in direct or stepwise
excitation by electrons. It is proposed to use H2 to destruct the lower level at the transition of
73S1–63P2; H2, D2—on the transition of 73S1–63P1. As the pumping is carried out through ion
channel, xenon should be used as buffer gas and charge exchange from xenon to hydrogen is
slow. The use of krypton is less justified due to low value of rate constant of Kr2

+ ion re‐
charge on mercury atoms. High selectivity of dissociative recombination of Hg2

+ is largely
driven by relatively low temperatures involved in recombination of electrons. Therefore, by
increasing the pumping power to the level required for laser operation, it is useful to use helium
to cool the secondary electrons. Thus, the optimal gas mixture of laser operating on mercury
triplet must be four-component He-Xe-Hg-H2 [54].

Quasi-continuous lasing at 73S1–63P2 transition of mercury atoms using this scheme was
obtained on pulsed nuclear reactor EBR-L in VNIITF [103]. Kinetic model of He-Xe-Hg-H2

nuclear-pumped laser based on VNIITF experiments was developed in [104]. Externally
similar scheme is implemented in excitation of mercury mixtures with inert gases by elec‐
tron beam [105]. This work uses a mixture of He+Ne+Ar as a buffer gas at a total pressure of
2300 Torr. With reference to the paper later than [36, 98], recombination of Hg2

+ as the main
population channel of 73S1 has been specified. An attempt to use H2 for 63P2 level population
was unsuccessful, and at hydrogen pressure of 20 Torr laser action failed. What was also
interesting in this study was the absence of molecular additives quenching the lower level.
Apparently, the de-excitation of lower laser level took place in formation of excimer mole‐
cules (HgR)*:

( )3
2Hg 6 P   R  M  HgR *  M( )+ + ® + (20)
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2Hg 6 P   R  M  HgR *  M( )+ + ® + (20)
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where R—Ne or Ar.

3.3.2. Cadmium and zinc vapor lasers

The first nuclear pumping of visible range laser operating on cadmium vapor was carried out
by MEPhI researches on BARS pulse reactor [106]. In 3He-116Cd mixture was obtained laser
action on 4f2F0

5/2,7/2–5d2D3/2,5/2 transitions of ion Cd+ (λ = 533.7 and 537.8 nm), and later on
transition from λ = 441.6 nm [107]. The first successful experiments on laser pumping on metal
vapor (mixture of He-116Cd, λ = 441.6; 533.7 and 537.8 nm) by uranium fission fragments were
carried out in 1982 by researches of VNIIEF and VNIITF on EBR-L reactor [3]. Maximum
parameters of Cd+-laser with nuclear pumping is also obtained in this reactor: 1000 W at an
efficiency of 0.4% on the blue line and 470 W on the green lines [44].

At present, the basic processes of population of upper laser levels of Cd+ are considered to be
established:

4f2F0
5/2,7/2 upper levels of laser transitions from λ = 533.7 to 537.8 nm are populated due to charge

exchange processes

(He   Cd  Cd *  e) H+ ++ ® + (21)

forming higher-lying levels of 6f, 6g, 8d, 9s [108] and subsequent cascade transitions in 4f state.

5s22D3/2,5/2 upper levels for transitions with λ = 441.6 and 325 nm are populated in Penning and
charge exchange processes

2He   Cd  ( )Cd *  He+ ++ ® + (22)

( )He * 2S   Cd  ( )Cd *  He++ ® + (23)

Laser action at 325 nm was achieved only when pumped by an electron beam, although the
threshold pumping power was only 10 W/cm3 [109].

Deactivation of lower levels can occur as a result of radiative transitions, quenching by
electrons, conversion processes of atomic ions into molecular ions

2Cd *  Cd  He  C  ) d  He( + ++ + ® + (24)

and for the levels lying above 62S1/2, in Penning process on its own atom

Cd *  Cd  Cd   Cd   ( e)+ + ++ ® + + (25)
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Lasing mechanisms of NPLs on ion transitions of cadmium and zinc are very similar. Laser
action by pumping 3He-Zn mixture observed on transition of 4s22D5/2–4p2P3/2 (λ = 747.9 nm)
[110], 60 W output power obtained during pumping by uranium fission fragments at this
transition [44].

Information about cadmium-vapor atomic lasers with ionizing pumping is scarce. During
experiments was registered laser action (1–2 W) with a threshold density of 1016 n/cm2s neutron
flux on the lines of 1.648 and 1.433 μm at pumping He-Cd mixture by uranium fission
fragments [44]. When pumping He-Cd mixture by an electron beam was obtained laser action
on the line 361 nm of cadmium atom [111]. Kinetic model [112] included processes involving
excited cadmium atoms and attempted to calculate some laser characteristics for 1.648 μm line.

Luminescence of 3He-Cd and 3He-Xe-Cd mixtures in the radiation region of stationary nuclear
reactor investigated in [113]. Measured value of rate constant of Xe2

+ charge exchange on
cadmium atoms is small (~10−13 cm3s−1), in contrast to the constant of charge exchange on
mercury atoms. A sufficiently high density of cadmium vapor (~3 × 1018 cm−3) was establish‐
ed at a temperature of about 700°C, and such density of cadmium requires consideration of
quenching 63S1 state by its own atoms. Perhaps krypton ions charge exchange on Cd will be
faster. In addition, cadmium atoms in krypton can be ionized in the Penning processes.

4. NPL active media on molecular transitions

4.1. Lasers operating on first negative system of nitrogen and carbon monoxide

N2
+.  When pumping active medium of a high pressure by electron beam with moderate

(~3 A/cm2) current density was obtained quasi-continuous lasing mode on the first negative
system of nitrogen (λ  = 391.4 and 427.8 nm) with an efficiency ~1% [114, 115]. In this
collision lasers on B2Σ+

u,v  =  0 → X2Σ+
g,v″  =  0,1 transitions of nitrogen ion, deactivation of lower

level was carried out at low hydrogen concentrations (~0.1%) in He-N2-H2 mixture in the
process with proton transfer:

( )2 2 2N X   H   N H   H+ ++ ® + (26)

In 1996 was obtained laser action at λ = 391.4 nm with excitation of He-N2-H2 mixture by
uranium fission fragments on EBR-L [116]. This was the first NPL emitting in the UV
spectral region: Laser power was ~10 W, efficiency ~0.01%. To date, it remains to be the
most short-wavelength nuclear-pumped laser. On BARS-6 reactor were conducted studies
of facility with active core length of 250 cm and volume of 4 liters with the average over
the length of the laser element-specific energy deposition to 300 W/cm3 [117]. The lasing
threshold on B-X nitrogen ion transitions with λ = 391.4 and 427.8 nm was achieved with
low for molecular laser power density of energy deposition 50–60 W/cm3. It was determined
that active medium had non-resonant losses ~5 × 10−5 cm−1. These authors explain the laser
efficiency (~0.1–0.2%) was significantly lower than expected. In [118] developed a multi-
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component spatially homogeneous model of kinetic processes of NPL active medium on
He-N2-H2 mixture. According to the model, the maximum laser efficiency (0.5–0.8%) was
achieved at pumping power of 0.5–3 kW/cm3, for specific pumping power 90–130 W/cm3

the maximum instantaneous efficiency is 0.1%.

The [119] searched mixture compounds that improve NPL efficiency on 1−—nitrogen system,
including study of deuterium and neon impact on the laser parameters. Replacement of
hydrogen additive deactivating lower level by deuterium provided no improvements to laser
efficiency. The use of neon as the buffer gas at partial pressure of 30 Torr resulted in efficien‐
cy decrease for 30–40% for both wavelengths. It has previously been shown [120] that helium
replacement with neon impairs laser parameters for B-X transitions of N2

+. At pumping by an
electron beam, lasing energy of mixture with addition of 60 Torr of neon was 1.5 times less
than for three-component mixture of He-N2-H2 with a total pressure of 6 atm.

In [121], the constants of quenching processes rates of N2
+ (B) with nitrogen and helium, as

well as two- and three-particle charge exchange processes of He2
+ to H2, D2, Kr, CO, were

determined on the luminescence in 0–0 transition of the first negative system of nitrogen in
excitation by ∝–particles of polonium-210.

CO+. Gain on the first negative system of carbon monoxide by powerful electron beam
pumping was obtained in 1975, the same way as in N2

+-laser, by Waller et al. [122]. Quasi-
continuous lasing mode can be implemented with addition of H2, D2 or Kr to He-CO [123].
In [123, 124] by spectra of radioluminescence of the gas mixtures with carbon monoxide was
determined constants of quenching rate of CO+(B) with helium, neon, CO molecules, evaluat‐
ed the upper limit of constant of quenching rate with hydrogen, deuterium and krypton.

Kinetic model of nuclear-pumped laser on B2Σ+
u,v′→X2Σ+

g,v″ transition of carbon monoxide ion
was developed in [125]. Unfortunately, the only information given on the results of calcula‐
tions of medium gain, efficiency, but there is no information on considered processes, values 
of constants for processes rate. This provides for the opportunity to discuss the work. In
addition, specified calculated wavelength transition for which the calculations were made, 210
nm; the closest wavelength—211.2 nm—corresponds to 1–0 transition [126]. That is, laser
action, according to [125], should not take place from the ground vibrational level of CO+(B),
as the wavelength of 0–0 transition—219.0 nm. It should be noted that the gain in [122] was
observed at 0-2 transition (242 nm) and Baldet-Johnson’s system (391 and 425 nm, B→A
transitions) from the ground vibrational level of CO+(B).

4.2. Excimer lasers operating on halides of inert gases

Excimer lasers operating on halides of inert gases have been studied for a long time [127]. At
present, they are the most powerful lasers that emit in UV region of spectrum. Optimal
operation of excimer lasers corresponds to pumping powers of several megawatts per cm3 and
a pressure of several atmospheres. Such pumping powers are achieved by electron beams or
space discharge. Radiation of nuclear explosions [128] and ion beams [129] also has been used
to pump these lasers.

Nuclear-Induced Plasmas of Gas Mixtures and Nuclear-Pumped Lasers
http://dx.doi.org/10.5772/63823

183181



Excimer lasers can operate in a quasi-continuous mode, as in the photon emission, an excimer
molecules pass into the lower dissociating or weakly bound state. Much of the research on
creation of NPL operating on the inert-gas halides is associated with XeF-laser (λ = 351 and
353 nm). Experiments on SPR-III reactor have shown that in 3He-Xe-NF3 mixture the gain on
the 351 nm band is about 7°10−3 cm−1 at pumping power q≈5 kW/cm3 [130], and at pumping by
uranium fission fragments of Ne(Ar)-Xe-NF3 mixture, registered gain of ~2°10−3 cм−1 at q≈2 kW/
cm3 [131]. Experiments in pulsed nuclear reactors with neutron flux up to 1017 n/cm2s aimed
at obtaining lasing at XeF [131] and XeF, KrF [59] did not yield positive result. The work [132]
contains theoretically investigated characteristics of laser operating on Ne-Xe-NF3 mixture at
1 atm with nuclear pumping duration 0.1–1 ms at half-height in the near-threshold lasing
region. The lasing threshold is 400–500 W/cm3, and the maximum calculated efficiency of ~1%
is achieved at pumping power of 1.5–5 kW/cm3. Predicting the possibility to create XeF-nuclear
pumped laser is mainly limited by the uncertainty of absorption coefficient in active medi‐
um, which greatly affects calculation results.

The luminescence efficiency in chlorine-containing gas mixtures with xenon (to 15% [133],
~11% [134]) is about three times higher than the efficiency of emission at the transition of XeF.
The maximum luminescence efficiency can be achieved at low chloride content (<0.7 Torr [134],
0.05 Torr [135]). In [133] reported about the lasing on XeCl molecule (λ = 308 nm) by pump‐
ing Ar-Xe-HCl(CCl4) mixture by uranium fission fragments in experiments on EBR-L reactor.
According to the authors, the narrowing in emission spectrum in 308 nm band, the height of
film blackening, 1.3–1.5 times less than at other wavelengths, indicates the presence of laser
radiation. However, these data are not sufficient for this conclusion [3].

High radiation resistance of 3He-Xe-CCl4 mixture was noted in [134, 136]. The densities of
electrons and negative ions in the plasma of gas mixture of 3He-Xe-CCl4 and 3He-Xe-NF3

irradiated with thermal neutron flux 1011–1014 n/cm2s into the active core of stationary nuclear
reactor, measured in [137].

4.3. Lasers operating on vibrational transitions of carbon monoxide and carbon dioxide

CO. Molecular nuclear-pumped laser operating on carbon monoxide was one of the first NPLs,
the creation of which was reported in the press [64]; the laser action was observed in vibra‐
tional-rotational transitions of the CO molecule with λ = 5.1–5.6 μm. Potential of medium on
carbon monoxide was determined by the fact that, unlike lasers on electronic transitions, active
medium of CO-laser does not require high pumping selectivity. It is important to get energy
into the broad band of vibrational levels of the ground electronic state of CO molecule.
Furthermore due to the autonomy of vibrational subsystem and anharmonicity of molecular
vibrations, this energy at relatively low translational temperature redistributing in the process
of exchange of vibrational molecules to provide full or partial inversion on vibrational levels
of CO [138]. This property associated with the anharmonicity of the vibrational levels, as well
as the cascade mechanism of lasing in CO, allows directing significant energy share of nuclear
reaction products to the laser level.

Experiments have not yet confirmed this finding. In [64], carbon monoxide pumping at a
pressure of 0.13 atm and temperature of 77 K was carried out by uranium fission fragments,
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and the radiation power was 2–6 W with an efficiency of 0.1–0.3%. In further work, the
authors [64] achieved lasing power of about 100 W by using a multiple-pass resonator with an
active length of 120 cm. Lasing on vibrational transitions of CO was also obtained in [139] at
excitation of 3He-CO by nuclear reaction products of 3He(n,p)T. Laser radiation power at the
mixture pressure of 3 atm exceeded 200 W from an active volume of 300 cm3, and the lasing
threshold was reached at F = 3×1016 n/cm2s.

Excitation of vibrational levels of CO can occur due to molecular collisions with plasma
electrons. In [140] based on calculation of electrons spectrum formed in a molecular gas under
the action of ionizing radiation, it was shown that the efficiency of CO nuclear-pumped laser
cannot exceed 0.5%. Further work [141] showed the main mechanism of molecular forma‐
tion in the form of dissociative recombination of cluster ions with formation of electronically
excited molecules and subsequent collision of these molecules with molecules in ground state.
According to the authors [141] plasma chemical processes in active medium can make a
significant contribution to the energy pumping into vibrational modes of molecules and allow
achieving the efficiency pumping up to 18%. The use of argon as a buffer gas instead of helium
should increase 1.5-fold the efficiency of pumping in vibrational levels and reduce by an order
the threshold energy for active medium pumping. It should be noted that a record efficiency
of electron beam-controlled laser operating on carbon monoxide—63% [142]—was achieved
due to Ar:CO = 10:1 mixture.

Presently achieved low parameters of NPL operating on CO, the need to cool down an active
medium reaching cryogenic temperatures, apparently, makes carbon monoxide medium
insufficient for creation of nuclear-pumped lasers.

CO2. The possibility of CO2-laser pumping (λ = 10.6 μm) by nuclear radiation was consid‐
ered in the earliest stages of NPL study [2], and gas-discharge laser operating on carbon dioxide
had the highest output parameters for that time. Numerous attempts to create NPL on CO2

have yield negative results. Experiments on pumping 3He-CO2 and 3He-CO2-N2 mixtures with
products of 3He(n,p)T reaction showed no gain in band of 10.6 μm at a wide variation of
pressure (0.28–0.8 atm) and composition of mixture [143]. Moreover, these experiments
showed probe laser radiation absorption, which indicates preferential population of the lower
laser level of CO2 when excited by ionizing radiation. Calculations of kinetic processes in CO2-
N2-He mixture also support the conclusion on ineffectiveness of direct pumping of CO2-laser
with nuclear radiation [144].

Apparently, the most promising method of nuclear energy conversion into radiation on
vibrational transitions of CO or CO2 is the creation of nuclear power plant with electroioniza‐
tion laser based on thermionic converter reactor [145, 146].

4.4. Radiation of heteronuclear ionic molecules of inert gases

Molecular bands in radiation spectra of pair inert gas mixtures were first discovered more than
half a century ago. The [147] recorded the band of 507–550 and 496–508 nm in Ar-Xe mixture,
and the authors attributed the presence of these bands with emission of heteronuclear
molecules or ions. When pumping Ar-Xe mixture by electron beam, the molecular band at 510
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nm was detected and the band of 495–460 nm in Kr-Xe was registered for the first time [148].
Two emission systems were observed, in 600–670 and 670–685 nm regions, when Xe was added
to Kr flowing afterglow at a pressure of 30 Pa [149]. Kugler [150] obtained similar results for
Ar-Xe mixture and discovered new band in Ar-Kr in the region of 605–642 nm. He explained
these bands as transitions of neutral heteronuclear molecule formed in the processes of
metastable atoms of argon.

In 1975, Tanaka et al. [151] have published data on radiation spectra of 10 pair mixtures of inert
gases in the region of 100–700 nm. Molecular bands observed in radiation spectra in the
discharge were identified as transitions between states of heteronuclear ionic molecules:

ν M N   MN    h  + +® + (27)

where molecular states of M+ N asymptotically correspond to states of M++N, and MN+ to the
state of M+N+; here M, N—atoms of inert gases, and N—a heavier atom. If the plasma of low
pressure in an electric discharge in paired mixtures of inert gases has up to 5 similar bands
[151], there are no transitions from levels corresponding to the states of atomic ions 2P3/2 [152,
153] when excited by ionizing radiation of medium- and high-pressure mixtures.

Kinetics of Ar-Kr, Ar-Xe, and Kr-Xe mixtures’ excitation by low activity 241Am alpha parti‐
cles was studied in [152, 154]. Constants of processes rates in these mixtures were identified;
however, constants’ values of a number of processes are underestimated: ~10−15 cm3/s for two-
particle and ~10−34 cm6/s for three-particle processes. Emission of Ar-Xe and Kr-Xe mixtures
when excited by 210Po alpha particles with activity of ~0.5 Cu investigated in [153, 155–157]
determined the rate constants of processes of formation and destruction of levels of hetero‐
nuclear ionic molecules. In [153] includes first noted high luminescence efficiency of (ArXe)+,
(KrXe)+ at pumping by ionizing radiation. Luminescence of Ar-Xe mixture pumped by
powerful electron beam was studied in [158], attempts to obtain lasing on transitions of
(ArXe)+ at pumping by an electron beam had yield negative results [155, 158].

In [42] was built kinetic model of Ne-Ar mixture relaxation pumped by a hard ionizer with
regard to the possibility of lasing on transition Ne+Ar→NeAr+. When using typical rates of
plasma chemical reactions, calculations show that lasing is only possible at high pressure
(above 16 atm) and powerful pumping (1 MW/cm3), and lasing efficiency should not exceed
0.05–0.25%. In this work were considered the triple (with Kr) instead of the binary mixtures of
inert gases, as the authors suggested that the constant of deactivation rate of the lower level
in exchange processes:

2NeAr    Ar   Ar    Ne+ ++ ® + (28)

may occur negligible. It was assumed that the lower laser level will be deactivating in the
processes with Kr atoms:
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NeAr   Kr  Kr   Ne  Ar+ ++ ® + + (29)

NeAr   Kr  M  Kr   Ne  Ar  M+ ++ + ® + + + (30)

5. Conclusions

Nuclear-pumped lasers are of great interest as the way to extract high-quality energy from a
nuclear reactor core. Presently achieved pulse power of NPL in quasi-continuous mode
exceeds 1 MW. However, the most promising active media on transitions of inert gas atoms
have a number of disadvantages: relatively low efficiency, radiation in IR region, low operating
temperature. There is no clarity as to the basic mechanism of upper laser level population:
direct excitation by secondary electrons, excitation transfer from buffer gas atoms, electron-
ion recombination of molecular ions (dimers or heteronuclear ions). This area requires further
research.
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Abstract

We review the synchrotron type radiation sources with focus on undulator and free-
electron laser (FEL) schemes, aimed on working in X-ray range and ultra-short time
interval.  Main  FEL  schemes,  useful  for  generation  of  high  frequency  radiation,
extending  to  X-rays,  are  presented.  High  harmonic  generation  is  explored.  The
advantages and disadvantages of single pass and of multipass designs are discussed.
The  viable  ways  to  reduce  the  duration  of  the  pulse,  with  the  goal  to  generate
femtosecond pulses, are indicated. Future developments of X-ray FELs (X-FELs) and
the ways to improve the quality of the FEL radiation in this context are discussed.

Keywords: undulator radiation, harmonics generation and broadening, homogeneous
and inhomogeneous losses, free-electron laser

1. Introduction

Synchrotron radiation (SR) and undulator radiation (UR) have been attracting researcher’s
attention for more than half a century. The reasons for that varied with time passing as the
challenges for the scientists evolved and the technical progress stepped forward. UR was
predicted [1] and then discovered [2] in the middle of the twentieth century. During the
following 70 years, the study of the radiation, emitted by ultra-relativistic electrons, was
performed, and the SR theory was refined; extensive theoretical studies of the electron motion
in periodic magnetic fields of various configurations have been performed [3–7]. Now UR is

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
and reproduction in any medium, provided the original work is properly cited.



again in focus due to the request for coherent X-ray sources [8], while free-electron lasers
(FELs) extend to X-range [9]. Both, SR and UR are due to the radiation of relativistic electrons,
executing curved trajectories [10]. The difference between them is in the length on which the
radiation is formed: short part of the circle for UR and the full length of the undulator for the
UR. This determines the fundamental difference in the quality of the radiation obtained from
these two sources: short pulses with very broad spectrum for the SR and relatively long-
lasting radiation bursts with narrow spectrum for the UR. Nowadays, the research frontier
is represented by studies of ultra short attosecond time intervals and Röntgen range [11, 12].
To  achieve  these  characteristics,  the  devices  require  extremely  high  quality  and intense
magnetic fields, long undulators with many periods. To obtain high frequency radiation,
sometimes undulator periodic structures with double or even triple period are used [13–18],
facilitating control over high harmonics and regulating their emission [6, 19]. Maintaining
best quality UR line is important. Nowadays, electron accelerators provide ultra fast and high
coherent electron beams and intense emission even in Röntgen range. Modern undulators
allow for the harmonic emission regulation [19], which can be achieved by superimposing
different periodic magnetic fields in many period undulators. It should be noted that in long
undulators  the  distortions  of  the  magnetic  field  and of  unavoidable  inhomogeneities  of
periodic magnetic field have very strong effect on the operation of the devices. High gain in
undulators is essential in FEL with self-amplified spontaneous emission (SASE), with high-
gain harmonic generation (HGHG), and in other modern schemes. The quality of the electron
beams, fed into the undulators, is extremely important for such new FELs [20], in particu‐
lar at high frequencies. The requirements for the periodicity of the field are particularly rigid
in long undulators [21]. Deviation from the ideal oscillatory trajectories of electrons results
in degradation of the beam quality and of the FEL output in terms of power, brightness FEL
gain. Therefore, the emitted UR can be exploited for diagnosing the quality of the undula‐
tor itself.

The radiation spectrum lines from undulators inevitably broaden due to a number of rea‐
sons, first of all due to the electron beam energy spread and the beam divergency, as well as
due to inhomogeneity of the periodic magnetic field in undulators. They may have internal or
external origin [22–26], but their presence is eminent also due to the fact that the ideal
H
→

= H0sin(2πz /λ) periodic magnetic field simply does not satisfy Maxwell equations. The
electron energy spread is the most common detrimental factor; some researchers even
concluded that the spectral properties of higher UR harmonics should be limited only by the
electron beam properties and not by the undulators [24]. The role of the divergence was
underlined, for example, in Refs. [22, 27]. At the same time the constant magnetic field shifts
the resonance frequencies and causes loss of intensity [28–31].

The demand for radiation with specific properties and high requirement to the UR and
undulator quality stimulated analytical study of their spectral properties [32–39]. There appear
generalized Bessel and Airy functions naturally, as well as in other mathematical problems of
radiation, emitted by charges, executing complicated oscillating trajectories. The mathemati‐
cal apparatus of inverse differential operators and orthogonal polynomials was developed for
treating broad spectrum of physical problems, which include radiation and propagation of
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electron beams [40–45]. The contributions of all sources of broadening in various undulator
schemes were analyzed by means of precise analytical treatment of the UR, employing
extended forms of special functions of Airy and Bessel types [34–37, 39, 42]. In these works,
the role of the various broadening terms, accounting for the real size and the emittance of the
electron beam, for the energy spread and for the constant field component, was explored. It
was shown that the undulator length has strong detrimental effect on the spontaneous
harmonic emission; partial compensation of the beam divergences by constant magnets was
also demonstrated.

2. Synchrotron radiation, undulator radiation, and free-electron lasers

Charged particle radiates energy in the form of electromagnetic radiation when it acceler‐

ates. Following relativistic Lorentz transforms tanθ = sinθ '
γ(β + cosθ ') , it is easy to conclude that the

radiation emission of the relativistic electron is focused in the narrow angle θ ≈ 1
γ  (see, for

example, [46]). While the charge is moving on a circular orbit of radius R, it emits SR in a narrow
cone of emission, which illuminates the receiver for a very short period of time, while passing
from the point A to the point B. Lorentz transforms is applied to the period of time in the
reference frames, related to the electron and to the observer and yield the time of the SR pulse

Δt = m
2eBγ 2 = R

2cγ 3 , where R ≅ γmc
eB . For the UR, it is not so, since it is gathered all along the

undulator and the characteristic length then equals that of the undulator, by far exceeding the
arc, from which the SR, reaching the user, is gathered. Denoting the unit vector n→ = R

→
/ R and

n→ ≅ (ψ cosϕ, ψ sinϕ, 1−ψ 2 / 2), it is easy to obtain the wavelength of the radiation, emitted off
the axis in the angle θ
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from the simple condition of positive interference of the wavelengths, emitted on each
magnetic poles of the undulator. Since the SR from a relativistic charge is emitted in a narrow
cone, which includes the undulator axis all the time, the electron drifts in the undulator at
relativistic speed, if the electrons transversal oscillations are small. At the exit of the undula‐
tor the intense radiation appears (see Figure 1).

The spectral range of SR and UR extends up to Röntgen band. However, due to the fact that
the SR is perceived as a very short pulse, its spectral range is very broad, starting from the
synchrotron frequency ω0 = v/R, while the UR has few harmonics and in some cases, such as
that of a spiral undulator, it can contain a single harmonic.
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Figure 1. Schematic drawing of a planar undulator.

For spontaneous radiation, emitted by an electron, the undulator selects resonant UR wave‐
lengths. The idea about it can be given by the simple consideration, demonstrated in Figure 2,
where electric fields for two resonant wavelengths λn at the fundamental (n = 1; red) and at the
third harmonics (n = 3; blue) are shown. A non-resonant electric field for the second harmon‐
ic is shown in green. The fundamental and the third harmonics are phase-matched with the
electron after one undulator period as highlighted in Figure 2. The electron trajectory is drawn
in gray. Such a phase matching of the radiation proceeds on each next undulator period. Thus,
the radiation from one electron constructively interferes over many periods, and in this sense
we obtain coherent radiation from one electron along the whole length of the undulator.

Figure 2. Undulator selects resonant frequencies for the emitted SR.

The following conditions are common in modern undulators: the electrons are ultrarelativis‐
tic, which is natural in contemporary accelerators, they have small transverse momentum, and
the electric field is absent:

High Energy and Short Pulse Lasers204202



Figure 1. Schematic drawing of a planar undulator.

For spontaneous radiation, emitted by an electron, the undulator selects resonant UR wave‐
lengths. The idea about it can be given by the simple consideration, demonstrated in Figure 2,
where electric fields for two resonant wavelengths λn at the fundamental (n = 1; red) and at the
third harmonics (n = 3; blue) are shown. A non-resonant electric field for the second harmon‐
ic is shown in green. The fundamental and the third harmonics are phase-matched with the
electron after one undulator period as highlighted in Figure 2. The electron trajectory is drawn
in gray. Such a phase matching of the radiation proceeds on each next undulator period. Thus,
the radiation from one electron constructively interferes over many periods, and in this sense
we obtain coherent radiation from one electron along the whole length of the undulator.

Figure 2. Undulator selects resonant frequencies for the emitted SR.

The following conditions are common in modern undulators: the electrons are ultrarelativis‐
tic, which is natural in contemporary accelerators, they have small transverse momentum, and
the electric field is absent:

High Energy and Short Pulse Lasers204202

||1, 1, , 0H H Eg b^ ^>> << << =
r

(2)

The UR from a planar undulator with N periods of λ0 with the undulator parameter k = e
mc 2

H 0

kλ
,

where kλ = 2π/λu, λu is the undulator period, Hy = H0sin(kλz) is the sinusoidal magnetic field,
has the following peak frequencies:
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where ω0 =kλβz
0c, βz

0 =1− 1
2γ 2 (1 + k 2

2 ) is the average drift speed of the electrons along the
undulator axis, k ≈ H0λ0 [T cm] and ψ is off the undulator axis angle. The shape of the UR

emission line is described by the 
sin(νn / 2)
νn / 2 = sinc

νn

2  function, dependent on the detuning param‐
eter
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The homogeneous bandwidth, sometimes called half-width of UR spectrum line at its half-
height or simply half-width, is 1

2nN  and the half-width equals

0

0 0
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In real devices 1
nN < <1. The emitted wavelength λn = 2π/kn can be expressed through the speed

of the electrons in the undulator as follows:
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where λu is the undulator period, u is the electron speed

( )( )2 21 1 2 ,u c k g= - + % (7)

The undulator parameter is k or k̃ :
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θ is the off-axis angle, which in essence indicates how much the electron deviates from the axis
in its motion along the undulator due to transversal oscillations, caused by the periodic
magnetic field. In real conditions for a weak undulator k ~ 1, while for wiggler or strong
undulator k ~ 10. Thus, for a weak undulator the radiation is essentially directed all along the
undulator axis, while for the wiggler, it is in much wider angle. Considering n = 1, i.e., the
fundamental harmonic, we write u = ck1/(k1 + ku), k1 = 2π/λ1. Both SR and spontaneous UR are
incoherent. In the full spectrum of the radiation, the components, whose wave length is longer
than the bunch length, are coherent, while the radiation of the length, significantly exceed‐
ing the size of the bunch, is approximately coherent. The region of coherent radiation will
enlarge as the bunch gets shorter. The difference between the radiations, emitted by various
SR sources, is demonstrated in Figure 3. It shows how the radiation intensity and the degree
of coherency of the emitted radiation varies from one device scheme to the other; Nf is the
number of emitted photons, Ne is the number of the electrons in the beam, N is the number of
undulator periods. For SR from a bending magnet, the intensity is roughly proportional to the
number of electrons emitting photons in a bending magnet. Wiggler, or strong undulator, is
essentially a number of bending magnets, where electrons deviate significantly from the axis;
the character of the radiation remains that from the bending magnets, but the intensity is N
times higher. The radiation is incoherent. In a weak undulator, where the electrons slightly
oscillate in transversal to the axis plane, so that the cone of the emission of the radiation always
includes the undulator axis, the radiation of one single electron is coherent along the undula‐
tor axis, but the radiation of the bunch of electrons is incoherent in between them. The intensity
of the radiation is proportional to N2. In free-electron laser, the electrons within a bunch emit
largely coherent radiation, which transforms into a significant increase of the intensity Nf ~ (Ne

N)2.

New type of radiation source—X-ray free-electron laser (X-FEL)—provides a combination of
sub-picosecond pulse duration of a conventional laser with the X-ray wavelength of a
synchrotron radiation source. Practical research potential of short wave radiation in nature
and in technology can hardly be overestimated. Indeed, wavelength about 200 nm allows study
of viruses, the scale of an atomic corral is ~14 nm, and the wavelength of 1–2 nm gives the
potential to resolve DNA helix width and carbon nanotubes, while shorter wavelengths could
visualize the small molecules, such as water molecule, and atoms. On the other hand, studies
of processes at mircoscale often require very short time resolution. Indeed, the processes of a
water molecule dissociation takes as short time as 10 fs, Bohr period of valence electron is
~1 fs, shock wave propagates by 1 atom in 100 fs, and electron spin processes in the magnet‐
ic field of 1 T within 10 ps. Thus, it is of great practical importance to have a device, which
produces radiation with a combination of very short wavelength and short duration. One of
the most prominent devices of such a kind is a free-electron laser.

High Energy and Short Pulse Lasers206204



2
2 2 2 2 2 2

0, = 2 ,
2 ^º = =%

u
kk k eH mcg b g q l p (8)

θ is the off-axis angle, which in essence indicates how much the electron deviates from the axis
in its motion along the undulator due to transversal oscillations, caused by the periodic
magnetic field. In real conditions for a weak undulator k ~ 1, while for wiggler or strong
undulator k ~ 10. Thus, for a weak undulator the radiation is essentially directed all along the
undulator axis, while for the wiggler, it is in much wider angle. Considering n = 1, i.e., the
fundamental harmonic, we write u = ck1/(k1 + ku), k1 = 2π/λ1. Both SR and spontaneous UR are
incoherent. In the full spectrum of the radiation, the components, whose wave length is longer
than the bunch length, are coherent, while the radiation of the length, significantly exceed‐
ing the size of the bunch, is approximately coherent. The region of coherent radiation will
enlarge as the bunch gets shorter. The difference between the radiations, emitted by various
SR sources, is demonstrated in Figure 3. It shows how the radiation intensity and the degree
of coherency of the emitted radiation varies from one device scheme to the other; Nf is the
number of emitted photons, Ne is the number of the electrons in the beam, N is the number of
undulator periods. For SR from a bending magnet, the intensity is roughly proportional to the
number of electrons emitting photons in a bending magnet. Wiggler, or strong undulator, is
essentially a number of bending magnets, where electrons deviate significantly from the axis;
the character of the radiation remains that from the bending magnets, but the intensity is N
times higher. The radiation is incoherent. In a weak undulator, where the electrons slightly
oscillate in transversal to the axis plane, so that the cone of the emission of the radiation always
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of the radiation is proportional to N2. In free-electron laser, the electrons within a bunch emit
largely coherent radiation, which transforms into a significant increase of the intensity Nf ~ (Ne

N)2.

New type of radiation source—X-ray free-electron laser (X-FEL)—provides a combination of
sub-picosecond pulse duration of a conventional laser with the X-ray wavelength of a
synchrotron radiation source. Practical research potential of short wave radiation in nature
and in technology can hardly be overestimated. Indeed, wavelength about 200 nm allows study
of viruses, the scale of an atomic corral is ~14 nm, and the wavelength of 1–2 nm gives the
potential to resolve DNA helix width and carbon nanotubes, while shorter wavelengths could
visualize the small molecules, such as water molecule, and atoms. On the other hand, studies
of processes at mircoscale often require very short time resolution. Indeed, the processes of a
water molecule dissociation takes as short time as 10 fs, Bohr period of valence electron is
~1 fs, shock wave propagates by 1 atom in 100 fs, and electron spin processes in the magnet‐
ic field of 1 T within 10 ps. Thus, it is of great practical importance to have a device, which
produces radiation with a combination of very short wavelength and short duration. One of
the most prominent devices of such a kind is a free-electron laser.
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Figure 3. Different sources of SR: synchrotron, wiggler, undulator, and free-electron laser.

3. Keynotes on free-electron lasers

In 1971, Madey published a theory of the FEL [47], where he described a small gain process in
a system: relativistic electron beam/undulator. In his study he hypothesized that it could
generate coherent X-ray radiation. Few years later the first demonstration of FEL amplifica‐
tion and lasing was performed in a low-gain infrared oscillator FEL at Stanford. At approxi‐
mately the same time, Colson and Hopf described classically the FEL interaction, which had
god quantum description by Madey before. Since 1970s, extensive classical description of the
high-gain regime of FEL operation has been developed. Since the first X-rays were discov‐
ered by Wilhelm Röntgen in Würzburg in 1895, the peak “brilliance” of X-ray sources has
increased by ~16 orders of magnitude. The so-called first-generation synchrotron sources were
in fact particle accelerators, designed for experiments in high-energy physics. The second-
generation labs were custom-built facilities, while the third-generation sources at labs such as
the European Synchrotron Radiation Facility (ESRF) feature undulators, emitting light in a
very narrow cone. The fourth generation of synchrotron-radiation sources includes free-
electron lasers.

To account for the processes, which occur in a free-electron laser, we need to understand the
fundamental difference between the coherent and non-coherent radiation, emitted by many
electrons, which pass through undulator at the same time. The power, emitted by electrons
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where φj are the relative phases of the emitted radiation electric fields Ej in a system of big
number of electrons N ≫ 1, includes two terms. For a system with uncorrelated phases, the
terms in the second double sum, which is of the order of ~N2, tend to destructively interfere.
This happens in incoherent spontaneous UR sources. Total power emitted then approximate‐
ly equals to the sum of the powers from the N independent scattering electrons, which
originates from the first term in Eq. (9). For correlated phases of the electric fields, we have
φj ≈ φk for all the electrons and then the coherent second term ~N2 contributes. For it to happen,
the electron sources must be periodically bunched at the resonant radiation wavelength.
Figure 4 demonstrates how incoherent radiation from a bunch of electrons in an undulator
becomes coherent toward the undulator’s end. Indeed, at the beginning, the electrons in the
bunch enter the undulator with initially random phases, which ensures that mostly incoher‐
ent radiation is emitted at the resonant radiation wavelength. Because of the electrons interact
collectively with the radiation they emit, small coherent fluctuations in the radiation field grow
along the undulator length and simultaneously begin to bunch the electrons at the resonant
wavelength. This collective process continues until the electrons are strongly bunched toward
the end of the undulator, where the process saturates and the electrons begin to de-bunch.

Figure 4. From incoherent to coherent emission along the undulator length.

Behind this phenomenon stands a simple physical mechanism, which is based on the fact that
the speed of electrons, while being close to that of the radiation, is still smaller, and, there‐
fore, the electrons appear behind its radiation, propagating in the undulator. It can be best
illustrated in Figure 5.
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Behind this phenomenon stands a simple physical mechanism, which is based on the fact that
the speed of electrons, while being close to that of the radiation, is still smaller, and, there‐
fore, the electrons appear behind its radiation, propagating in the undulator. It can be best
illustrated in Figure 5.
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Figure 5. Slippage of the radiation and the electron bunch in FEL.

Indeed, the photons move at the speed of light vγ = c, while the electrons move at the speed
u < c, β|| ≈ 1, i.e., slower than photons. Therefore a full slip between the electron bunch and the
photon pulse accumulates along the length of the undulator and reads as follows:

||(1 ) ,uN Nb l lD = - @ (10)

where λ is the emitted wavelength λ =
λu

2γ 2 (1 + k 2

2 ) and the parallel component of the β is

β||≅1− 1
2γ 2 (1 + k 2

2 ). Thus the slip on the whole undulator length is N times the emitted
wavelength. Respectively, the slip on a distance, equal half an undulator period equals half of
the emitted wavelength:

( )2 2 2.
u

N Nl l lD = = (11)

In other words, as the radiation wave travels over a distance λ/2 in a time λ/(2c), the electron
travels over a smaller distance uλ/(2c), and on one undulator period the electrons slip,
respectively, to the photons by one emitted wavelength. The whole photon packet, having a
higher velocity that the electrons, slips over the electron packet and the wave emitted by the
electrons on a certain undulator period comes in phase with the wave, emitted on the next
undulator period. To illustrate the formation of microbunches, which lead to coherent
radiation of the electrons within a bunch, we present the following explanation in Figure 6
(see [48]).

Suppose we have the magnetic field Bw of the already existing electromagnetic wave. Then its
interaction with the electron transverse velocity vt creates Lorentz force Fbunch, which we denote
as f for brevity (see Figure 6). This force pushes the electron toward a wave node as seen in
Figure 6. After the electron travels over one-half undulator period, its transverse velocity
becomes reversed. In the meantime the electromagnetic wave travels ahead of the electron by
one-half wavelength as follows from (10) and (11). Its field Bw is now also reversed, so that the
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Lorentz force keeps its direction and the microbunching continues. For the charge, which is
ahead with respect to the microbunch, which is in the wave node (see Figure 6), the Lorentz
force Fbunch or f pushes the charge back to the node, thus grouping electrons in a bunch at the
wave node. So it proceeds on other periods, because while the electrons move through a full
oscillation period λu, the electromagnetic wave propagates by λu plus one wavelength λ.
Consequently, the transverse movement of each electron has a constant phase with respect to
the electromagnetic field.

Figure 6. Interaction of the radiation with the electrons and formation of microbunches.

4. Correlated amplification in FEL

Amplification in FEL occurs because of the energy is transferred from the electrons to the
previously emitted waves. This effect is due to the negative work of the force, produced by
the transverse electric field of the wave, since the magnetic field of the wave does not work.
The time rate of the energy transfer for a single electron is proportional to the product EWvt,
where EW is the electric field of the radiation wave and vt is the electron transverse velocity.

Then EW ∝ I
1

2, where I is the wave intensity and dI
dt

∝ I
1

2vt . Note that uncorrelated combi‐
nation of the effects of individual electrons would not lead to an exponential increase of the
intensity with the distance (or time), but to a quadratic law: I(z) ∝ z2. Transverse velocity and
the field B produce longitudinal Lorentz force Fbunch =vt BW , which pushes the electrons and
forms microbunches. This force is proportional to the transverse electron velocity, and it is also

orthogonal to the wave field B of the strength BW. Since BW ∝ I
1

2, the microbunching force is

also proportional to I
1

2: Bbunch ∝ I
1

2. We now assume that this force enhances the correlated
emission by a factor, proportional to the microbunching force. Multiplied by the energy
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transfer rate for each electron, this factor gives dI
dt

= AI, A = constant. Proceeding on the

supposition that A = u/LG, where LG is the gain length, we obtain the exponential growth:
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The exponential gain only occurs after bunching is established. This process continues until
the saturation is reached. Provided at the beginning, the initial position of the electron,
respectively, the existing wave, is favorable for the energy transfer from the electron to the
wave and the direction of the electron transverse velocity, respectively, to the wave electric
field E result in negative work, the electron energy is successfully transferred to the wave. This
results in the decrease in the electron energy and of the longitudinal speed of the electron u,
which becomes u − Δu. This decrease in longitudinal speed in its turn changes the above
conditions, making them less favorable for the energy transfer from the electron to wave. At
a certain point, as this process continues and the electron speed reduction Δu becomes more
and more significant, the electrons can give no more energy to the wave and the wave starts
giving its energy to the electrons of the beam. It increases the electron speed u and restores the
favorable for the energy transfer from the electrons to the wave conditions. Thus, in this regime
the exponential wave energy growth is over and instead the energy oscillates between the
wave and the electrons.

To find the amplification value, we must evaluate vt and the degree of bunching. The trans‐
verse speed of the electron reads as follows:
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The energy transfer rate by a single electron to preexisting wave is proportional to I
1

2H0λu /γ;
the field BW of the electromagnetic wave is proportional to the square root of the wave intensity
BW ∝ I0

1/2 exp(ut / 2L G). Then the bunching force, which is the longitudinal force, can be written
as follows:
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which, in turn, yields the following equation of motion for longitudinal mass γ3m:
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The bunching force Fbunch induces a small longitudinal electron displacement Δx:
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As discussed above, the electrons are concentrated in narrow slabs, separated from each other
by a distance of the wavelength λ. The degree of microbunching, corresponding to the fraction
of electrons that emit in a correlated way, can be assumed to be proportional to (Δx/λ). The
corresponding number of electrons is proportional to Ne(Δx/λ). Their contribution to the wave
intensity reads as follows:
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Microbunching effects correspond to a factor, proportional to the longitudinal microbunch‐
ing force Fbunch and, therefore, proportional to ~ I1/2, where I is the electromagnetic wave
intensity. Multiplying this factor by the energy transfer rate for electrons, we obtain the total
transfer rate as follows:
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The solution of this equation reads I = I0 exp(z/LG) and for ultrarelativistic electrons
u / L G ≅c / L G ∝ jHo

2λuL G
2 /γ 3. Thus we obtain the FEL gain length

1 3 2 3 1 3
0const .G uL j H l g- - -= ´ (19)

Gain length is related to the Pierce parameter as follows:
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transfer rate as follows:
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The solution of this equation reads I = I0 exp(z/LG) and for ultrarelativistic electrons
u / L G ≅c / L G ∝ jHo

2λuL G
2 /γ 3. Thus we obtain the FEL gain length
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0const .G uL j H l g- - -= ´ (19)

Gain length is related to the Pierce parameter as follows:
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which can be also written as ρ = 1
2γ ( Ie

IA
( λuk̃ f B

2πσr
)2)1/3

, where IA ≅ 17 kA is the Alfven current, Ie is
the electron beam current, σr is the beam radius, fB(Jn) is the bunching coefficient, and Jn are the
Bessel functions. The arguments and the varieties of the Bessel functions, in charge of the
description of the harmonics of the UR, will be explored in what follows.

5. Cavity-based FELs

There are essentially two main types of design for FEL: cavity-based FELs and single-pass
FELs. Cavity-based FELs exploit many passes of the UR in the undulator and use mirrors.
Relativistic electron beam passes through periodic magnetic field of an undulator and the
mirrors feed spontaneous emission back onto the beam. Consequently, the spontaneous
emission is enhanced by the stimulated emission.

Figure 7. FEL mirror limitations.

Mirror design imposes limitations on the wavelength due to the mirror material. Common
mirror materials limit the wavelength to IR-UV (see Figure 7). Recent improvements in
materials and technology result in new multilayer X-ray reflective mirrors, which have the
efficiency up to 70%, such as MoRu/Be mirrors have 69.3% reflectivity maximums at 11.43 nm,
Mo/Si mirrors have 67.2% reflectivity peak at 13.51 nm.
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Figure 8. Longitudinal mode structure in mirror-based FEL design.

The mirror design has significant advantage: mirrors naturally select longitudinal modes,
which are determined by the integer number of half-periods of the wavelength in between
them. The longitudinal modes in optical cavity are equally spaced in frequency and time
(see the middle plot in Figure 8):

1Δ , Δ .
2
c
L

n t
n

= =
D

(21)

The interval between them depends on the cavity length L (see the middle plot in Figure 8).

Taking into account the laser gain bandwidth

Gain
Pulse

1
2
cn

t
D » =

D
(22)

where Δ = Nλ (see (10), see the top plot in Figure 8) and, imposing it on the longitudinal picture
of the middle plot in Figure 8, we obtain the laser spectrum as shown in the bottom plot of
Figure 8. Inside the gain bandwidth, the longitudinal modes of the laser will periodically and
constructively interfere with each other when in phase, producing an intense burst of light.
These light bursts are separated by the period of time τ = 2L/c, necessary for the light to make
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exactly one round trip of the laser cavity; the comb of equally spaced modes in the output
spectrum with spacing

RoundTrip RoundTrip
RoundTrip

1 2, where L
c

n n t
t

D = D = = (23)

and L is the cavity size. In other words, only phase-matched wavelengths will constructively
interfere and form the modes of the radiation field to create a comb of equally spaced modes
in the output frequency spectrum. Such a laser is said to be mode-locked or phase-locked.
Mode locking modifies the temporal envelope of the output field from a continuous wave to
a series of short, periodically spaced pulses. The homogeneous gain bandwidth of a FEL is
determined by the slippage length Δ = Nλ (10). This last plays central role in FEL physics.
Indeed, it is easy to see that only finite number of longitudinal modes with positive gain NGain

exist: ΔνGain≈
1

τPulse
= c

2Δ  (see (21)–(23)), where Δ = Nλ, λ is the radiated wavelength, and N is the
number of the undulator periods. Therefore the number of gained modes reads as follows:
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and the duration of the pulse is evidently
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For a Gaussian-shaped pulse, we have τGaussian Pulse≅
0.44
ΔνGain

. Thus, a laser macro pulse of, to say,
microsecond duration consist of a train of short micro pulses, which are picoseconds or less in
length. Such a short duration of the pulses is useful for studies of ultrashort physical and
chemical processes. It is used for ultrafast spectroscopy and in femto-chemistry. The macro
pulses repeat at a repetition ratio, limited by the accelerator usually at 10–100 Hz. The micro
pulse repetition rate can vary from several MHz to even THz.

We omit in this work the field gain equations, which are well known and can be found
elsewhere, and without derivation we just state the formulation of the Madey’s theorem [47],
which claims that the gain in the so-called Compton or low-gain regime is proportional to the

slope of the spontaneous UR spectrum f(ν): G(ν)∝ ∂ f (ν)
∂ ν , f (ν)= sinc 2(ν), and, therefore,

2

( ) sin ,
2 22

jG n
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(26)

Undulators for Short Pulse X-Ray Self-Amplified Spontaneous Emission-Free Electron Lasers
http://dx.doi.org/10.5772/64439

215213



where j is the current density, ν is the detuning parameter (4). Figure 9 demonstrates the FEL
gain; the homogeneous bandwidth is given by Δωω0

= 1
2N . In the presence of constant magnetic

field, the line shape is described by the Airy-type function S (νn, β)≡∫0
1
dτe i(νnτ+β τ 3) and the

derivative modifies into − ∂S2/∂νn. The commonly known shape − ∂(sinc2νn)/∂νn is seen in
Figure 9 in the rear vertical plane, where β = 0. The constant magnetic field Hd = κH0, where
H0 is the amplitude of the undulator periodic field, produces the bending angle θH = 2

3

k
γ πN κ1,

resulting in nonzero values of β =
(2πnN + νn)(γθH )2

1 + (k 2 / 2) + (γθH )2  [35, 37, 39] and shifts the maximum of the

curve to lower frequencies (see Figure 9).

Figure 9. Function −
∂ (S 2(νn))

∂ νn
, which describes FEL gain in an undulator in external field.

6. High-gain single-pass FELs

There are several reasons why it is more difficult to build free-electron lasers for X-ray region
that is for larger wavelengths. First of all, for small wavelengths we need high-energy electrons,
but high electron energy also increases the gain length LG ∝ γ, and we must keep the gain
length short, as required for an X-FEL. Then, the undulator parameters H0 and λu must be
maximized, keeping in mind, however, that λu also determines the radiation wavelength:
λ ∝ λu/γ2. Then, the electron beam current i must be high and its transverse cross section σ
small. However, the γ-factor cannot be freely decreased if we want to obtain X-ray wave‐
lengths. These challenges can be better faced in single-pass FELs with typical high-gain regime.

In the high-gain regime the radiation power increases exponentially as the electron beam and
radiation co-propagate along the FEL undulator, and this happens on a single pass of the
radiation along the FEL. These kinds of FELs are sometime called amplifiers, since every‐
thing starts from an initially small source, which may originate as noise, and it can be amplified
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by many orders of magnitude before the process saturates. In such FEL, there are no mirrors
to form an oscillator cavity and this is particularly good for X-ray region, where mirrors are
the most compromised element of the cavity-based FEL. Such FEL essentially works as an
amplifier, in which the radiation forms on the single pass through a very long undulator,
reaching peak pulse power ~ 1010 W for few dozens of femto-seconds. Overwhelming majority
of current X-ray FELs are based on this type of design, which has been made possible due to
the twenty-first century advances in magnet technology, accelerator constructions, and
electron beam production.

Figure 10. Radiation mechanism in a SASE FEL (amplifier).

The principle of the high-gain FEL interaction is based on the positive feedback process. The
electrons emit undulator radiation, which corrects their position in space and their phase with
respect to the electromagnetic wave; this groups the electrons on the radiation wavelength
scale and thus the more and more coherent radiation is emitted along the undulator. First, the
electrons in the bunch have random phases and produce incoherent emission. Already the first
waves, emitted by these electrons, trigger formation of microbunches as discussed above
(see Figures 4, 6 and 10). Contrary to non-micro-bunched electrons, which emit incoherent
waves, the emission of electrons, collected in micro-bunches, which are separated from each
other by one wavelength, is correlated (see Figures 4 and 10). This causes an exponential
intensity increase with the distance that continues until saturation is reached (see Figure 10).
The schematic drawing in Figure 10 represents modeling of the performance of the Linac
Coherent Light Source—LCLS, with the parameters of the undulator: L = 100 m, λu = 3 cm,
LG = 3.3 m, λ = 1.5Å = 0.15 nm. The whole installation has the length of L = 1 km, current I = 3 kA,
E = 13.6 GeV, Linac and bunch compression: γεx,y = 0.4 μm (slice), σE/E = 0.01% (slice).

Simulation of the electron density in a bunch of the electron beam as it develops from the
entrance toward the exit of the undulator is demonstrated in Figure 11. Left picture simu‐
lates the electron density in the bunch at the beginning of the undulator, middle picture
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represents the simulation in the middle of the undulator length, and the right picture demon‐
strates the electron density in the bunch at the end of the undulator.

Figure 11. Simulation of the density modulation of the electron beam along the undulator: undulator beginning—left
picture, undulator middle—middle picture, undulator end—right picture.

The transverse structure of the electron bunch is much larger than its longitudinal sub-
structure. Note the length between the slices can be of the order of nm, and there can be up to
hundreds of thousands of slices in a bunch.

7. Some advanced single-pass FEL schemes

Perhaps, the most common development of the basic SASE FEL scheme, where the amplifi‐
cation starts from noise with random phase, is represented by SASE FEL with seeding. In this
case, already at the beginning of the undulator, unbunched electrons with random phase
interact with coherent laser seed radiation, which bunches them accordingly. This scheme has
the advantage of the stability of the phase, because the process is controlled by the seeding
laser.

Figure 12. HGHG FEL with laser seed, harmonic generator, buncher, and amplifier.

To achieve extremely high frequencies, for example, those of the X-ray band, the following
modification of SASE FEL with high-gain harmonic generation (HGHG) is sometimes
employed (see schematic drawing in Figure 12).

It consists of the seed laser, harmonic generator, and the amplifier. The coherent seed laser
radiation first passes the short undulator, called modulator, which is tuned to the seed
frequency. The interaction with the electron beam gives the latter small longitudinal energy
modulation. The following section of the installation converts this energy modulation into a
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It consists of the seed laser, harmonic generator, and the amplifier. The coherent seed laser
radiation first passes the short undulator, called modulator, which is tuned to the seed
frequency. The interaction with the electron beam gives the latter small longitudinal energy
modulation. The following section of the installation converts this energy modulation into a
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beam density modulation in a magnetic dispersion unit. Then the modulated electron beam
and the UR pass the second undulator, which is tuned to the nth harmonic of the modulator.
When they pass the second undulator, the nth harmonic of the UR is fully amplified to
saturation levels in this second undulator, frequently called radiator. At the exit the pulses
with <20 fs duration can be obtained.

One of the most important advantages of the mirror FEL is the possibility to select optical
modes with the help of the mirrors. SASE FEL in its classical scheme is lacking this ability:
there are no mirrors, which, in turn, gives other advantages. Together the advantage of the
cavity-based mirror design with those of SASE FEL, the magnetic chicanes (small blocks in
Figure 13) can be introduced between a sequence of undulators (big blocks in Figure 13) to
impose a sort of mode locking in mirrorless single-pass FEL. The proper scheme is given in
Figure 13.

Figure 13. SASE FEL design with chicane mode-locking (big blocks are undulators, small blocks are chicanes).

Figure 14. SASE output power after the undulator without (left) and with (right) chicanes.

The magnetic chicanes introduce an extra slippage of the radiation with respect to the electron
bunch. Only those radiation wavelengths that have an integer number fit into the relative
slippage of the radiation with respect to the electron bunch in one module will remain phase-
matched. Only they will constructively interfere over many such modules. In this way form
the modes of the radiation field, which create a comb of equally spaced modes in the output
frequency spectrum. Such a mode locking can be achieved by the beam energy modulation or
by a beam current modulation of the same period. The result is similar to that created by the
optical mode locking. We present the example of the power output and the spectrum of a
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common SASE FEL (see Figures 14 and 15 left, respectively) to compare it with the example
of the power output and of the spectrum of a FEL with chicane mode locking (see Figures 14
and 15 right, respectively). Note that instead of the relatively broad SASE FEL spectrum, we
now see the series of sharp equidistant peaks. The same regards the output power. At the end
of the undulator-chicane line we achieve higher spectral power from the FEL.

Figure 15. SASE spectrum after the undulator without (left) and with (right) chicanes.

Figure 16. Schematic design of a self seed FEL.

Eventually, we touch on the functioning of the so-called self-seed FEL scheme, demonstrat‐
ed in Figure 16. The advantage of this type of FELs consists in that they are independent of
any external radiation source, which must be otherwise very stable and precisely matched to
the electron beam in space and time. Both undulators in the self-seed design are tuned to the
same frequency. First undulator is in essence a short SASE FEL, which operates in the linear
gain regime far from the saturation level. It produces the radiation in the form of typical SASE
FEL pulses at the power level approximately 1000 times below the saturation level. Then the
electron beam is fed through a magnetic chicane, which eliminates the density modulation,
introduced in the first undulator, and delays the electron bunch to match the UR pulse at the
next undulator. The radiation from the first undulator, which works in linear regime, is
spectrally filtered by a narrow-band grating monochromator. The latter stretches the radia‐
tion pulse, where the coherence length now exceeds that of the electron bunch. After all, the

High Energy and Short Pulse Lasers220218



common SASE FEL (see Figures 14 and 15 left, respectively) to compare it with the example
of the power output and of the spectrum of a FEL with chicane mode locking (see Figures 14
and 15 right, respectively). Note that instead of the relatively broad SASE FEL spectrum, we
now see the series of sharp equidistant peaks. The same regards the output power. At the end
of the undulator-chicane line we achieve higher spectral power from the FEL.

Figure 15. SASE spectrum after the undulator without (left) and with (right) chicanes.

Figure 16. Schematic design of a self seed FEL.

Eventually, we touch on the functioning of the so-called self-seed FEL scheme, demonstrat‐
ed in Figure 16. The advantage of this type of FELs consists in that they are independent of
any external radiation source, which must be otherwise very stable and precisely matched to
the electron beam in space and time. Both undulators in the self-seed design are tuned to the
same frequency. First undulator is in essence a short SASE FEL, which operates in the linear
gain regime far from the saturation level. It produces the radiation in the form of typical SASE
FEL pulses at the power level approximately 1000 times below the saturation level. Then the
electron beam is fed through a magnetic chicane, which eliminates the density modulation,
introduced in the first undulator, and delays the electron bunch to match the UR pulse at the
next undulator. The radiation from the first undulator, which works in linear regime, is
spectrally filtered by a narrow-band grating monochromator. The latter stretches the radia‐
tion pulse, where the coherence length now exceeds that of the electron bunch. After all, the

High Energy and Short Pulse Lasers220218

reshaped radiation pulse and the delayed electron bunch meet. The filtered UR becomes the
seed for the second undulator—radiator—which amplifies the UR to saturation level.

Figure 17. Spectrum after the first SASE FEL and after the second undulator-amplifier.

Not only this FEL is independent on any external radiation source, but due to its design it also
produces remarkably good radiation pulses with given characteristics.

In Figure 17 we demonstrate the example of the output characteristics of such a self-seed FEL.
Note that the spectral power distribution after the first (left) and the second undulator (right)
differ from each other. The common SASE FEL spectrum (left) is rather broad and consists of
many spectral lines even far below the saturation level. The output radiation on the contrary
represents a narrow spectral line with only a small background of spontaneous radiation
(right). Spectral brightness has increased by almost two orders of magnitude.

8. Challenges and future developments of X-ray FELs

To conclude the review of some of the most prominent for X-FEL schemes, let us formulate
main challenges for the X-ray FEL:

1. The radiation wavelength λ =
λu

2γ 2 (1 + k 2

2 ) should be reduced to 1 Å. For small wave‐
lengths we need high-energy electrons, but high electron energy also increases the gain
length LG. Longer undulator period λu also determines longer radiation wavelength λ and
longer gain length LG.

2. The electron beam energy has to be 10–20 GeV. There is a compromise to contain the gain
length and obtain short wave radiation.

3.
The gain length LG = 1

3
( 4mc

μe
γ 3λu

k 2

σr
2

I )1

3 has to be contained preferably about of 10 m or so.

Note that 
σr

2

I =
σr

2L bunch

qc , where Lbunch is the longitudinal size of the bunch and q is the electric
charge.

Undulators for Short Pulse X-Ray Self-Amplified Spontaneous Emission-Free Electron Lasers
http://dx.doi.org/10.5772/64439

221219



4. The electron beam current I must be high and its transverse cross section σ small. However,
the γ-factor cannot be freely decreased if we want to obtain X-ray wavelengths.

5. As follows from the expression for LG high peak current is requested for it, such as I ~ kA
or more.

6. Transverse electron beam size has to be small, possibly σR ~ 10 μm or so.

7. The energy spread of the electron beam σe has to be as small as possible, preferably σe ≈ 10− 4

or less.

8. The electron and the photon beams have to be overlapped properly.

Note also that in the light of the above said the following requirements arise for the electron
beam in transverse: low emittance of the beam and preservation of this low emittance; for the
longitudinal dimension good compression and acceleration are required. The main negative
factors, which affect the amplification, are the electron energy spread, the angular diver‐
gence, the transverse electron beam size, the diffraction of the wave and others. The electron
energy spread has negative effect on both the amplification and FEL saturation level.
Amplification mainly starts with the optimal electron energy, whose γ-factor determines the
wavelength. As the energy is transferred from the electrons to the radiated electromagnetic
wave, the energy of the electrons naturally decreases. The wave emissions from all the electrons
differ from each other, because different electrons have different energies. After the wave-
electron interaction, the electron beam energy spread increases and at a certain point it grows
to a level, where no gain occurs. Moreover, well before the electrons loose a substantial portion
of their energy, they slow down by emitting electro-magnetic energy and change their phase
with respect to the wave. Thus they begin to take the energy from the wave rather than giving
it.

In conclusion, let us state some areas, where the performance of the X-ray sources of coher‐
ent radiation can be further improved. First of all, the temporal coherence of SASE FELs can
be improved. The improved temporal coherence would in turn improve the spectral bright‐
ness of the sources, which means the users will have more useful photons. The way to
accomplish it could consist, for example, in seeding X-FEL from a radiation source with good
temporal coherence.

An alternative approach to single-pass high-gain amplifier schemes is to use cavity feedback
in a relatively low-gain system. The development of relatively high-reflectivity diamond
crystal mirrors in the X-ray regime makes them feasible.

Reducing X-ray pulse durations to the attosecond regime will provide spatiotemporal
resolution of atomic processes. Two techniques have so far been reported that can take pulse
durations significantly below 100 as toward the atomic unit of time 24 as. The first technique
employs a variation of an echo-enabled harmonic generation method and produces pulses
of ~20 as duration at a wavelength of 1 nm with the power, which in peaks reaches ~200 MW.
The second technique is based on mode-locking in conventional cavity lasers—oscillators. It
could generate radiation at 1.5 Å wavelength in sequences of pulses with ~150 as intervals
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between them. The peak power in each pulse could reach ~5 GW and the duration of the pulse
could be as short as ~20 as.

Eventually, γ-ray FEL would be extremely interesting for studying nuclear processes. This
may be the future of X-FEL.
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Abstract

In this chapter, we discuss the use of reflective diffraction gratings to manipulate the
phase of ultrashort pulses in the extreme ultraviolet (XUV) and soft X-ray spectral
regions. Gratings may be used to condition the spectral phase of ultrashort pulses, e.g.,
to compensate for the pulse chirp and compress the pulse, similarly to what is routinely
realized for visible and infrared pulses. The chirped pulse amplification technique has
been already proposed for soft X-ray free-electron laser radiation; however, it requires
the use of a compressor to compensate for the pulse chirp and get closer to the Fourier
limit. There are fundamental differences when operating the gratings at wavelengths
shorter than ≈40 nm on a broad band: (a) the gratings are operated at grazing inci‐
dence; therefore, the optical design has to be consequently tailored to this peculiar
geometry;  (b)  the  grating  efficiency  is  definitely  lower;  therefore,  the  number  of
diffractions has to be limited to two. We discuss the different configurations that can be
applied to the realization of a grating stretcher/compressor.

Keywords: diffraction gratings, ultrafast optics, extreme ultraviolet, soft X-ray optics,
chirped pulse amplification

1. Introduction

XUV and X-ray radiations have been used for many fundamental discoveries and outstand‐
ing applications in natural sciences. It has played a crucial role in basic research, medical
diagnostics, and industrial development. In particular, the impressive developments in laser
technology over the last decades lead to the generation of XUV and X-ray coherent ultra‐
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short and ultra-intense pulses in the femtosecond and sub-femtosecond time scale (1 fs = 10−15

s)  [1–3].  Ultrafast  short-wavelength  radiation  offers  the  unique  capability  to  access  and
measure the structural arrangement and electronic structure inside the nucleus [4, 5]. The main
available tools to generate ultrashort coherent pulses are presently high-order laser harmon‐
ics generated in gas and free-electron lasers [6].

High-order harmonics (HHs) are generated through the interaction between an ultrashort laser
pulse and a gas in a cell or in a jet. Because of the strong peak power of the femtosecond laser
pulse, a nonlinear interaction with the gas takes place and produces odd laser harmonics that
may easily extend well above the order of several tens. The HH spectrum is described as a
sequence of peaks corresponding to the odd harmonics of the fundamental laser wavelength
and having an intensity distribution characterized by a plateau whose extension is related to
pulse intensity and frequency. The use of advanced phase-matching mechanisms and
interaction geometries has made possible the generation of HHs in the water window region
between 2.3 and 4.4 nm, while still using a table-top laser source [7–9]. The radiation generat‐
ed with the scheme of the HHs using few-optical-cycle laser pulses is currently the main tool
for the investigation of matter with attosecond resolution (1 as = 10−18 s) [10–13]. Both trains [14,
15] and isolated [16–19] bursts of attosecond pulses have been experimentally demonstrated.
The physical background of ultrashort pulses originates from the model of HH generation, i.e.,
the phase-matched emission of radiation results from the recombination of a tunnel-ionized
electron with its parent ion. Once the conditions for such recombination are realized in only
one occurrence per laser pulse, an isolated pulse is generated. Both trains and isolated
attosecond pulses are positively chirped, resulting from the different duration of the quan‐
tum paths that contribute to the emitted spectrum [20]. Due to the nonzero chirp, the pulse
temporal duration is longer than the Fourier limit. Positively chirped pulses may be tempo‐
rally compressed by introducing a system that gives a compensating negative chirp. The
compression has been achieved using a thin metallic filter with negative group-delay
dispersion (GDD) as discussed in Refs. [15, 17] or broadband multilayer-coated optics with
aperiodic layers [21].

Free-electron laser (FEL) sources generate radiation in the XUV and X-ray spectral regions with
high spatial coherence, ultrashort time duration, and an increase of 6–8 orders of magnitude
on the peak brilliance with respect to third-generation synchrotrons. FEL operation relies on
a relativistic electron beam as the lasing medium which moves freely through a periodic
magnetic structure (i.e., the undulator) that induces radiation [22]. There are presently four
FEL user facilities operated at short wavelengths and dedicated to user-defined experiments:
FLASH in Germany, SACLA in Japan, LCLS in USA, and FERMI in Italy. Presently, FEL pulses
as short as 3 fs have been characterized at LCLS [23]. In order to increase the temporal
resolution in pump-probe experiments, several approaches have been proposed for the
generation of ultrashort FEL pulses in the femtosecond and sub-femtosecond regime, as the
time slicing [24–26] or the reduction of the electron bunch charge [27]. Most of these meth‐
ods rely on the selection of a small portion of the electron beam which undergoes FEL
amplification, with a reduction of the amount of charge that contributes to the light amplifi‐
cation. A different possibility is the optical compression of the radiation pulse generated by
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the whole electron beam that is required to have a nonzero energy chirp in order to generate
a chirped pulse. As for optical lasers, where frequency chirping is introduced to stretch the
pulse before its amplification and then compensated after amplification to recover the
ultrashort duration and high peak power, chirped-pulse amplification (CPA) may also be
applied to FELs [28, 29]. In case of seeded FELs, the seeding laser pulse has to be stretched in
time before interacting with the electron beam. This solution allows the use of the whole
electron beam charge obtaining a significantly higher number of photons.

Indeed, for both HH and FEL facilities, the availability of a compressor tunable in the spectral
band of operation of the source, capable of changing the spectral phase of the pulses, is
particularly attractive, either to compensate for the intrinsic chirp or to realize CPA.

Here we discuss the use of gratings at grazing incidence to realize a tunable device to
manipulate the spectral phase of XUV and X-ray–chirped pulses. In designing instruments for
photon handling in the XUV ultrafast domain, there are some basic differences with respect
to the traditional optical schemes in the visible and infrared domain [30, 31]. The first is to
exploit the very short duration of the pulse, the study of the optical length of the rays gathered
by the pupil and their equalization is mandatory. Moreover, the very extended bandwidth of
operation may be exploited only if the instrument has a rather flat spectral response. Finally,
an overall high throughput of the instrument is often a crucial feature to maintain high peak
intensity.

The use of gratings at grazing incidence to realize tunable monochromators for XUV ultra‐
fast pulses is well established. Several monochromatic beamlines are presently in operation
both with HHs [32–35] and FELs [36–39].

When using a grating for ultrafast pulses, the main problem faced with is the pulse-front tilt
that is introduced by diffraction [40]. Indeed, each ray that is diffracted by two adjacent grooves
is delayed by mλ/c, where m is the diffraction order, λ is the wavelength, and c is the speed of
light in vacuum. The pulse-front tilt is given by the total difference in the optical paths of the
diffracted beam, that is ΔτG= mλN/c, where N is the total number of the illuminated grooves.
This effect, that is totally negligible for picosecond or longer pulses, is noticeable in the
femtosecond time scale, since it can dramatically degrade the instrumental ultrafast re‐
sponse. To overcome this effect, a double-grating configuration has to be adopted to compen‐
sate for the pulse-front tilt [41, 42]. The first grating is demanded to spectrally disperse the
beam on an intermediate focal plane, where a slit performs the spectral selection, while the
second grating compensates for the pulse-front tilt of the diffracted beam by equalizing the
length of the optical paths. Double-grating instruments have been demonstrated to be very
effective for HHs, with time resolution well below 10 fs [43–47]. Double-grating configura‐
tions, which are able to preserve the ultrafast duration of the pulse, have been also proposed
as beam splitters for ultrafast intense pulses [48] and as infrared (IR)-XUV beam separators for
HHs [49].

Here, we focus on the use of gratings to realize devices able to manipulate the spectral phase
of chirped pulses, in particular to be used as XUV compressors.
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2. Grating geometries for ultrashort pulses

Grazing incidence reflective gratings may be used either in the classical diffraction geometry
(CDG) or in the off-plane geometry (OPG) [50].

The CDG is shown in Figure 1(a). The grating equation is sinα + sinβ = mλσCD, where α and β
are, respectively, the incident and diffracted angles and σCD the groove density.

The OPG is shown in Figure 1(b). The grating equation is sinγ (sinμ + sinν) = mλσOP, where γ
is the altitude angle, μ and ν are the azimuth angles as defined in the figure, and σOP is the
groove density. The OPG, although seldom used, gives higher throughput than the classical
mount, since it has been theoretically demonstrated and experimentally measured that the
peak diffraction efficiency is close to the reflectivity of the coating at the altitude angle [51, 52].
Therefore, the OPG is suitable for the design of XUV grating instruments with high efficien‐
cy [53, 54].

Figure 1. (a) Classical diffraction geometry; (b) off-plane geometry.

When realizing a grating compressor for ultrafast pulses, the main problem faced with is the
pulse-front tilt given by the diffraction, as shown in Figure 2 in the case of the CDG.
Furthermore, different wavelengths are diffracted in different directions. The pulse-front tilt
and the spectral angular dispersion have to be corrected by a second grating in a compensat‐
ed configuration to fulfill the two following conditions: (1) the differences in the path lengths
of rays with the same wavelength within the beam aperture that are caused by the diffrac‐
tion from the first grating have to be compensated by the second grating; that is, the pulse-
front tilt is corrected; (2) the angular spectral dispersion caused by the first grating has to be
canceled by the second grating, that is, all the rays at different wavelengths exit the second
grating with parallel directions. Both these conditions are satisfied by a scheme with two equal
gratings mounted with opposite diffraction orders; that is, the incidence (incoming azimuth)
angle on the second grating is equal to the diffraction angle (outcoming azimuth) from the first
grating. The phase chirp introduced by the system is calculated as the difference in the optical
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paths of rays at different wavelengths. This principle is well known for the realization of
stretchers and compressors in the visible and near infrared [55, 56].

Figure 2. Pulse-front tilt of an ultrashort pulse diffracted by a grating in the CDG. Δτin and Δτout are the pulse duration
at input and output, respectively. At the first diffracted order, the pulse-front tilt is ΔOP = Nλ, where N is the number
of illuminated grooves.

3. Grazing incidence grating compressor

When applying the double-grating configuration to the phase manipulation of XUV pulses,
all the optics have to be operated at grazing incidence. The simplest arrangement consists of
two identical plane gratings mounted in the compensated configuration, as shown in Figures 3
and 4. Due to the symmetry of the configuration, the angular dispersion at the output is
canceled, and the output rays are parallel to the input for all the wavelengths [57].

Figure 3. Double-grating compressor in the CDG. The diffraction angle from G2 is constant with the wavelength and
equal to the incidence angle on G1, β2 = α1.
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Figure 4. Double-grating compressor in the OPG. The outcoming azimuth from G2 is constant with the wavelength
and equal to the incoming azimuth on G1, ν2 = μ1.

Since different wavelengths are diffracted by G1 at different angles, the rays do not make the
same optical paths. In the case of the CDG, the optical path is analytically expressed (for less
than a constant term) as
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cos ( )

-= c
CD CDOP q bl a b l

b l (1)

where α is the incidence angle on G1, β(λ) and βc are, respectively, the diffraction angles from
G1 at the generic wavelength λ and at the central wavelength of the interval of operation λc,
and qCD is the G1-G2 distance. The bandwidth of the pulse Δλ is limited between λmin and λmax,
Δλ = λmax − λmin, and λc = (λmin + λmax)/2. In case of a narrow-band pulse with λ/Δλ < 20%, Eq.
(1) is linearized in λ as
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Similarly, in the case of the OPM, the optical path is expressed as
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where μ is the incoming azimuth on G1 that has been chosen to have the central wavelength
λc diffracted at νc = μ, i.e., 2 sinγ sinμ = λc σOP, and qOP is the G1-G2 distance. In case of a narrow-
band pulse, Eq. (3) is linearized as
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Note that in both cases the optical path increases with the wavelength, and this forces the group
delay dispersion introduced by the double-grating configuration to be negative.

As usual, the group delay (GD) and the group delay dispersion (GDD) are expressed as a
function of ω = 2πc/λ: GD(ω) = ∂φ(ω)/∂ω.= OP(ω)/c and GDD(ω) = ∂GD(ω)/∂ω. The central pulse
frequency ωc is defined as ωc = 2πc/λc.

For narrow-band pulses, the GD is also linear in frequency, and the GDD is constant and
negative
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Once the required GDD to manipulate the pulse has been defined, the above equations define
the parameters of the grating compressor in both geometries.

Once the required GDD has been fixed, the two geometries give equivalent answer for qOP σOP
2/

cos2μ = qCD σCD
2/cos2βc. In case of equal arms, i.e., qOP = qCD, since μ is typically below 20° and βc

above 80°, the groove density that would be required in the OPM is much higher than the CDM
and may be not available from grating providers. Therefore, a compressor in the OPM is
typically longer than the corresponding CDM, i.e., qOP > qCD.

The compressor introduces a spatial chirp of the pulse, i.e., rays with different wavelengths
have the same output direction, but they are not exactly superimposed. In the conventional
design of compressors for IR pulses, the spatial chirp is canceled by making the beam passing
two additional times though the same gratings, so the output spatial dispersion is zero. This
cannot be realized in grazing incidence, since it would require the insertion of two addition‐
al gratings that would make the configuration complex and inefficient. The spatial chirp SC(λ)
is expressed, in case of a narrow-band pulse, as
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Since the rays are parallel, the spatial chirp does not influence the quality of the final spot size,
since all the rays are focused on the same point.

In the following, we discuss the use of the double-grating configuration to the case of
compression of FEL pulses and of attosecond pulses generated through HHs.

4. Grating compressor applied to FEL pulses

One of the main problems faced when manipulating intense FEL radiation is the use of robust
optical components to be operated with the FEL pulses with minimum risk of damaging. From
this point of view, grazing incidence elements are preferable. The double-grating compres‐
sor, whose optical elements are used at grazing incidence, is very suitable for FEL pulses. We
assume FEL parameters already discussed in the literature [58] that may be a test case for the
application to chirped-pulse amplification (CPA) of FEL pulses.

The scheme of the CPA applied to a seeded FEL is shown in Figure 5. The electron beam, being
generated through a chirped laser seeding pulse, originates, after the radiator, a chirped optical
pulse with positive GDD. The chirp is corrected by the grating compressor that introduces
different optical paths for different wavelengths and shortens the pulse duration close to the
Fourier limit.

Figure 5. Schematic of the CPA applied to a seeded FEL.

Assuming a linear electron bunch energy spread at the entrance of the FEL radiator, the
wavelength spread is evaluated as Δλ/λ = −2ΔE/E. The photon chirp induced by the en‐
trance energy spread is 2α/E, where α is the electron chirp. This has to be compensated to
reduce the pulse time duration.

As a feasibility study, we want to define a configuration to compress an FEL pulse centered
at 13.5 nm. Table 1 resumes the FEL parameters used in the simulation. Using these parame‐
ters, the time to be compensated is calculated to be 310 fs for an FEL emission centered at 13.5
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ters, the time to be compensated is calculated to be 310 fs for an FEL emission centered at 13.5
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nm with a bandwidth Δλ = 0.8 nm. If the GDD introduced by the compressor is opposite to
the intrinsic GDD of the chirped pulse, the pulse time duration is reduced.

Beam energy 0.96 GeV
Charge 0.7 nC
Beam current 1 kA
Bunch duration 270 fs
Energy chirp −0.15 MeV/m

Table 1. FEL parameters used in the simulation.

The compressor parameters are summarized in Table 2 for the two geometries. The GD of the
configurations is shown in Figure 6(a). The curve is almost the same for both geometries. As
expected, for narrow-bandwidth pulses, the resulting GD is linear, and the GDD is constant:
GDD ≈−37 fs2.

Pulse central wavelength 13.5 nm
Bandwidth 0.8 nm
Stretching 310 fs

CDG
Groove density 600 gr/mm
G1-G2 distance 285 mm
Subtended angle 164°

OPG
Groove density 3600 gr/mm
G1-G2 distance 600 mm
Altitude angle 5°

Table 2. Parameters of the grating compressor in two geometries.

The spatial chirp calculated in the full-width-at-half-maximum (FWHM) bandwidth is 0.9 mm
for both geometries. The compressor is typically inserted several tens of meters after the FEL
source. As a typical angular divergence of the FEL source at 13.5 nm, 30 μrad (standard
deviation) is assumed. The resulting beam diameter at the compressor input, that is as‐
sumed to be 50 m far from the source, is 3.6 mm FWHM, therefore much larger than the spatial
chirp.

Note that the groove density required in the OPG is higher than the CDG and that the size of
the instrument is longer for the OPG. On the basis of the efficiency measurements per‐
formed in the two geometries and already discussed in Ref. [54], the total efficiency in the OPG
is expected to be higher than the CDG by a factor ≈2.5.

It can be shown that the FEL pulse duration is reduced by a factor of 10 at the output of the
compressor, i.e., from 310 fs to about 30 fs. This gives a substantial increase in the temporal
resolution of the FEL pulses when used for ultrafast experiments.
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4.1. Tunability in wavelength and group delay

The compressor can be tuned in wavelength by rotating the gratings around an axis that is
tangent to the surface, passes through the grating center, and is parallel to the grooves. The
rotation changes the incidence angle α in the CDG at a constant subtended angle K = α + β, or
the azimuth angle μ in the OPM at constant altitude angle γ. The tuning in wavelength changes
also the GD, since it depends on the incidence (azimuth) angles. The delays introduced in the
bandwidth Δλ = 0.8 nm when the central wavelength is tuned in the 10–18 nm interval are
shown in Figure 6(b).

Figure 6. (a) GD of the compressor having the parameters of Table 2; (b) change of the delay in the bandwidth when
the gratings are rotated to tune the wavelength in the 10–18 nm interval.

It is clear that the simple grating rotation is not sufficient to tune simultaneously the wave‐
length and the GD. An additional degree of freedom is required that may be the changing of
the subtended angle K (the altitude angle γ) in the CDG (OPG), as shown in Figure 6. By acting
simultaneously on grating rotation and subtended (altitude) angles, users can select simulta‐
neously the wavelength and GD. This makes the design very flexible.

Figure 7. Delay in 0.8-nm bandwidth introduced by the compressor having the parameters of Table 2 when the gra‐
tings are rotated to tune the wavelength in the 10–18 nm interval: (a) CDG, variable subtended angle; (b) OPG, variable
altitude angle.

High Energy and Short Pulse Lasers236234



4.1. Tunability in wavelength and group delay

The compressor can be tuned in wavelength by rotating the gratings around an axis that is
tangent to the surface, passes through the grating center, and is parallel to the grooves. The
rotation changes the incidence angle α in the CDG at a constant subtended angle K = α + β, or
the azimuth angle μ in the OPM at constant altitude angle γ. The tuning in wavelength changes
also the GD, since it depends on the incidence (azimuth) angles. The delays introduced in the
bandwidth Δλ = 0.8 nm when the central wavelength is tuned in the 10–18 nm interval are
shown in Figure 6(b).

Figure 6. (a) GD of the compressor having the parameters of Table 2; (b) change of the delay in the bandwidth when
the gratings are rotated to tune the wavelength in the 10–18 nm interval.

It is clear that the simple grating rotation is not sufficient to tune simultaneously the wave‐
length and the GD. An additional degree of freedom is required that may be the changing of
the subtended angle K (the altitude angle γ) in the CDG (OPG), as shown in Figure 6. By acting
simultaneously on grating rotation and subtended (altitude) angles, users can select simulta‐
neously the wavelength and GD. This makes the design very flexible.

Figure 7. Delay in 0.8-nm bandwidth introduced by the compressor having the parameters of Table 2 when the gra‐
tings are rotated to tune the wavelength in the 10–18 nm interval: (a) CDG, variable subtended angle; (b) OPG, variable
altitude angle.

High Energy and Short Pulse Lasers236234

The optical setup of the compressor is shown in Figure 7. The instrument consists of two plane
gratings and two plane mirrors. The two mirrors are used to deviate the FEL beam in the same
direction as the input.

4.2. Operation with a diverging beam

The formulas calculated above assume to work with a collimated beam. In this case, the number
of illuminated groove is the same for the two gratings when they are parallel, giving a corrected
pulse-front tilt at the output. Indeed, in the real case of an FEL-divergent beam, this would
require the use of an additional mirror at the input of the compressor to collimate the beam,
namely a grazing-incidence parabola that makes the design complex. Indeed, the compres‐
sor, as presented in the previous paragraph, can be used in a divergent beam if the second
grating is operated slightly out from the parallel condition, to have the same number of
illuminated grooves.

Figure 8. Optical setup of the compressor: (a) CDG; (b) OPG.

The geometry with a divergent beam is shown in Figure 8 for CDG. The number of illuminat‐
ed grooves is the same for both gratings if G2 is operated at a lower subtended angle, k2 < k1:

2
1 1

2 1
1 1
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where δ1 is the divergence of the incoming beam, S1 is the beam cross section at G1, α1 and β1

the incidence and diffraction angles on G1, and α2 the incidence angle on G2.

In the case of OPM, the compensation of the pulse-front tilt is expressed by
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where μ1 and μ2 are the azimuth angles on G1 and G2.

The asymmetry between G1 and G2 depends on the actual divergence of the FEL beam and
on the distance between the two gratings. Let us assume the parameters of Table 2, with 30-
μrad divergence (standard deviation). The compressor stage is supposed to be installed 50 m
far from the source. In the case of CDG, the residual pulse-front tilt at 13.5 nm is 5 fs FWHM
if the gratings are operated parallel and the correction to be applied to α2 is 0.1°. If the
compressor is used at longer wavelengths, the asymmetry to be applied is more remarkable
because of the higher FEL divergence.

The spatial chirp, that does not influence the quality of the final spot size in case of a parallel
beam, has to be evaluated in case of a divergent beam, since different wavelengths are focused
in different points in the direction of the spectral dispersion. This gives a slight asymmetry in
the spot profile that is broadened in the direction of spectral dispersion. Let us define M as the
total demagnification of the FEL beamline, M ≈ 50–100. The spatial chirp SC gives a limit to
the minimum focal spot that can be achieved in the direction of the spectral dispersion, as SC/
M. Assuming the same parameters of Table 2 and M = 75, the minimum spot size that can be
achieved in the direction of the spectral dispersion is 12 μm FWHM. The broadening due to
the spatial chirp is generally negligible for spot sizes in the 20–50 μm range. However, the use
of the compressor may degrade the quality of the final focus if the beamline is tailored to give
micro-focusing. In such cases, the insertion of the compressor has to be carefully evaluated.

4.3. Efficiency of the compressor

The efficiency of the compressor depends on the geometry adopted for the gratings, since it is
well known that the OPG gives efficiency higher than the CDG [59].

Figure 9. Grating compressor operated in divergent beam. The pulse-front tilt is corrected for l2 = l1.

To compare the two geometries, the first-order diffraction efficiency has been measured in
the 25–35 nm (35–50 eV) region in the two different geometries. Both gratings are plane, gold-
coated, and have 600 gr/mm groove density. The grating used in the CDG is blazed at 2°, and
the grating used in the OPG is blazed at 7°. The results are shown in Figure 9. The efficiency
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in the OPG is a factor ≈2 higher than the CDG that gives a factor 4 in the total efficiency of the
compressor. The latter is expected to be ≈5% in the CDG and ≈20% in the OPG [60].

5. Grating compressor for attosecond pulses

Attosecond pulses generated with the scheme of HHs by the use of laser pulses of few optical
cycles are positively chirped as a result of the different duration of the quantum paths that
contribute to the different portions of the emitted spectrum. They can be compressed by
introducing a suitable device with a negative GDD.

The simplest device that exhibits negative GDD is a thin metallic filter. Anomalous disper‐
sion near absorption resonances can be exploited to compensate the positive chirp of the
generated attosecond pulses. Aluminum or zirconium is normally used in the XUV range,
depending on the spectral range of operation [61]. Furthermore, the filter is also useful to block
the IR laser beam since it is totally solar blind. The main drawback of the filter is the strong
XUV absorption that may even exceed one order of magnitude.

Aperiodic multilayer mirrors have also been developed and successfully tested for the
dispersion control in the XUV [62–65]. The multilayer coating is designed to compensate for
the attosecond chirp and reduce the pulse duration. Pulse compression and focusing are
demanded to the same optical element that makes the design simple and compact. For a center-
photon energy range of 100–120 eV, the mirror reflectivity is approximately 10% and the
bandwidth 10–13 eV. Recently, also mirrors for the water-window region have been tested,
although with reflectivity lower than 1% [66]. A metallic filter has to be inserted anyway in
the optical path to block the IR laser light.

Figure 10. Comparison of efficiencies measured in CDG and OPG.

We discuss here the use of gratings to compress attosecond pulses by introducing a GDD that
compensates for the intrinsic pulse chirp. Unfortunately, the configuration with plane gratings
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discussed above is not suitable, since the G1-to-G2 distance q that is required to give the
necessary GDD is too small to be realized in practice. Therefore, the plane-grating configura‐
tion has to be modified as shown in Figure 10 for the OPG [67, 68], by adding an intermedi‐
ate focal point between the two gratings. The case of CDG is analogous.

The design consists of six optical elements: four identical grazing incidence parabolic mir‐
rors (P1-P4) and two identical plane gratings (G1, G2). The XUV source is located in the front
focal plane of P1, and the rays are collected at the focus of the last parabolic mirror P4. The
parabolic mirrors are used to collimate and refocus the XUV radiation with negligible
aberrations, and the gratings are illuminated in parallel light. A spectrally dispersed image of
the source is obtained in the intermediate plane. The two focusing mirrors placed between the
gratings act as a telescopic arrangement. Differently from the plane-grating compressor
discussed above, this makes it possible to: (i) continuously tune the GDD from negative to
positive values and (ii) achieve the exceedingly small grating separations necessary to
compensate the attosecond chirp.

Figure 11. Grating compressor for attosecond pulses.

With reference to the symbols listed in Figure 11, the condition for zero GDD is to have G1
imaged on G2, that is realized when S1 + S2 = 2f. Since f is fixed, the GDD depends on S1 + S2:
for S1 +S2 < 2f, G1 is imaged behind G2, and the resulting GDD is positive; for S1+S2 > 2f, G1
is imaged before G2, and the resulting GDD is negative. Once the equivalent distance q that is
required for compensation has been calculated, the effective displacement from the zero-
dispersion case is ΔS = q/(ω0 sinγ cosν), where ω0 is the center angular frequency. It can be noted
that the design of the compressor is simplified if S1 is kept fixed, and only S2 is tuned to change
the GDD. A suitable value for f is in the range of 200–300 mm, giving a total length of the
compressor of ≈1.5 m.

As an application to ultrashort pulses, a compressor design for the 50–100 eV region is
discussed here. The characteristics of the compressor are resumed in Table 3. The GD
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introduced with the distance S = S1 + S2 is shown in Figure 12. An example of compression of
a pulse with a positive GDD is presented in Figure 13, adapted from [69]. Note that the chirp
introduced by the compressor is able to compensate the pulse chirp down to a nearly single-
cycle pulse (Figure 14).

Pulse spectral interval 50-100 eV, 12-24 nm
Mirrors Off-axis parabola
 Input/output arms 300 mm
 Grazing angle 3°
Gratings Plane
 Groove density 200 gr/mm
 Altitude angle 1.5°
Distances S1+S2 > 600 mm for negative GDD

Table 3. Parameters of the compressor for the 50–100 eV region.

Figure 12. Operation of the attosecond compressor: (a) GDD = 0; (b) GDD < 0.

Figure 13. GD of the compressor with parameters listed in Table 3.
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Figure 14. Simulation of the compression of a XUV pulse with the parameters of Table 3.

5.1. Example of application to attosecond pulses

A schematic view of an experiment using compressed attosecond pulses is shown in Figure
15. The XUV attosecond pulses are generated on a gas jet in a vacuum chamber and are
intrinsically chirped. The XUV radiation is generated with the intrinsic attosecond chirp.
Different wavelengths travel in different paths inside the compressor that compensates for the
chirp and reduces the time duration of the pulse.

Figure 15. Schematic of the attosecond compressor.

Attosecond pulses are generated in different XUV spectral windows, depending on the
interacting gas. Using argon and ≈2⋅1014 W/cm2 ultrafast laser intensity, radiation is generat‐
ed in the 25–55 eV region, while with neon and ≈6⋅1014 W/cm2 intensity, radiation is generat‐
ed in the 50–120 eV region. Attosecond pulses are generated from the short trajectory
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Figure 14. Simulation of the compression of a XUV pulse with the parameters of Table 3.

5.1. Example of application to attosecond pulses

A schematic view of an experiment using compressed attosecond pulses is shown in Figure
15. The XUV attosecond pulses are generated on a gas jet in a vacuum chamber and are
intrinsically chirped. The XUV radiation is generated with the intrinsic attosecond chirp.
Different wavelengths travel in different paths inside the compressor that compensates for the
chirp and reduces the time duration of the pulse.

Figure 15. Schematic of the attosecond compressor.

Attosecond pulses are generated in different XUV spectral windows, depending on the
interacting gas. Using argon and ≈2⋅1014 W/cm2 ultrafast laser intensity, radiation is generat‐
ed in the 25–55 eV region, while with neon and ≈6⋅1014 W/cm2 intensity, radiation is generat‐
ed in the 50–120 eV region. Attosecond pulses are generated from the short trajectory
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components, since this is the part of the generated radiation that survives propagation in the
generating medium. Aluminum and zirconium filters can be used, respectively, in the low-
(i.e., argon) and high-energy range (i.e., neon) to introduce negative chirp to compensate for
the intrinsic chirp of the attosecond pulses and compress them close to the Fourier limit.

Here, we discuss the parameters to be used for a grating compressor in the two different XUV
regions. For the lower intensity case, the parameters are σ = 100 grooves/mm, γ = 1.5°, μ = 3.7°,
ΔS = 23 mm. For the higher intensity case, the parameters are σ = 200 grooves/mm, γ = 1°, μ =
4.1°, ΔS = 29 mm.

Simulations of the generated and compressed pulses have been performed starting from 25-fs
driving pulses at 790 nm [70]. The generated pulses have a duration of 270 as in argon and 200
in neon, while the Fourier-limited duration would be, respectively, 115 and 35 as. At the output
of the grating compressor, the pulse duration results, respectively, 160 and 60 as, much closer
to the Fourier limit. It is also shown that the optimal Al filter would reduce the pulse dura‐
tion to 130 as, therefore shorter than the grating compressor, while the optimal Zr filter would
reduce the pulse duration to 90 as, therefore longer than the grating compressor.

In general, the grating compressor is more versatile than metal filters and can be continuous‐
ly tuned from negative to positive GDD with constant throughput.

6. Conclusions

The use of diffraction gratings to manipulate the spectral phase of XUV ultrashort pulses has
been discussed. The system consists of two gratings to introduce the required phase chirp.
Both the classical and the off-plane geometries have been discussed.

Both a simple design with two plane gratings working in collimated beam and a more complex
design with two plane gratings and an intermediate focal point have been discussed. Both
designs are tunable in wavelength range to cover the whole spectral extension of the source
and operate at different wavelengths; furthermore, once the operating wavelength has been
chosen, the GDD is tunable to compensate for the actual pulse chirp.

The use of elements at grazing incidence makes the system particularly suitable for the
application to CPA of intense FEL pulses and to compression of attosecond pulses, playing an
important role for the photon handling and conditioning of future ultrashort sources.
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Abstract

Ultrafast optics has been a rich research field, and picosecond/femtosecond pulsed laser
sources  seek  many  applications  in  both  the  areas  of  fundamental  research  and
industrial life. Much attention has been attached to fiber lasers in recent decades as they
offering various superiorities over their solid-state counterparts with compact size, low
cost,  and great  stability  due to the inherent  stability  and safety of  the waveguide
structures as well as high photoelectric conversion efficiency. Fiber-based sources of
ultrashort  and  high-peak/high-average  optical  pulses  have  become  extremely
important  for  high-precision laser  processing while  sources  whose  carrier-envelop
offset and repetition rate are stabilized can serve as laser combs with applications
covering many research areas, such as precision spectroscopy, optical clock, and optical
frequency metrology.  For the application as  laser  combs,  four parts  as  fiber  laser,
broadband  supercontinuum,  nonlinear  power  amplification,  and  repetition  rate
stabilization must be concerned. This chapter is intended to give a brief introduction
about  the  achievement  of  the  four  technologies  mentioned  above  with  different
experimental setups, recently developed such as divided-pulse amplification (DPA) in
emphasize. Moreover, detailed descriptions of the experimental constructions as well
as theoretical analyses about the phenomena they produced are also involved.

Keywords: fiber lasers, divided-pulse nonlinear amplification, four-wave mixing, fre‐
quency stabilized

1. Introduction

Ultrafast  laser  sources  and  their  applications  such  as  high-power  supercontinuum  and
frequency comb have gained much attention in recent decades [1–7]. High-power fiber lasers

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
and reproduction in any medium, provided the original work is properly cited.
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spur a rapid growth of industrial applications including laser cutting, laser marking, and so
on [8]. Moreover, supercontinuum and frequency comb are considered as the breakthrough
of laser field for their applications covering precision spectroscopy, astronomical observa‐
tions, and optical frequency metrology [9, 10]. This chapter is intended to describe, from
experimental point of view, the ultrashort pulse laser oscillators, high-power nonlinear fiber
amplifiers, supercontinuum, and frequency combs. Section 2 shows the performance of two
types of mode-locked lasers. The first one consisting of bulk and fiber optical components is
mode-locked via nonlinear polarization rotation (NPR) mechanism at 1.03 μm. The other one,
operating at  1.55 μm, is  mode-locked by nonlinear amplified loop mirror (NALM) with
polarization-maintaining  (PM)  fiber  components  in  order  to  overcome  environmental
perturbation and thus maintain long-term operation. Section 3 introduces a practical method
(spectral  tailoring),  which  facilitates  supercontinuum  generation  in  single-mode  fiber
amplifier at 1.03 μm with a few picosecond laser pulses. The second part in this section
introduced broadband supercontinuum generation (from 950 to 2200 nm) by injecting pulses
with 72-fs temporal duration, 150-mW average power, and 60-MHz repetition rate at 1560 nm
into 20-cm-long PM-HNLF. Section 4 gives a brief introduction of divided-pulse amplifica‐
tion  (DPA).  To  generate  transform-limited pulse  at  1.55  μm,  DPA with  polarized pulse
duplicating was employed to overcome the gain narrowing effect and control the nonlinear
spectral broadening in anomalous dispersion Er-fiber amplifier. As high as 500-mW aver‐
age power at 1560 nm is achieved by ×8 replicas. Moreover, the highest frequency-doubling
conversion efficiency reached 56.3% by using a periodically poled lithium niobate (PPLN)
crystal at room temperature. Section 5 discusses an all-optical control method via resonant‐
ly enhanced optical nonlinearity (or pump-induced refractive index change, RIC) for high-
precision repetition rate stabilization. The standard deviation (SD) of repetition rate can be
reduced to a record level of <100 μHz by using the RIC method in a PM figure-eight laser
cavity.

2. Fiber laser

Fiber lasers offer several practical advantages, such as excellent spatial-mode quality, effective
heat dissipation, and flexible optical path and, recently, are becoming attractive laser sources
in both scientific researches and industry applications. Especially, mode-locked fiber lasers
with ultrashort pulse duration and high-repetition rate have attracted a lot of attention for
their applications in optical sensing, optical communication, optical metrology, and biomed‐
ical imaging and processing [11, 12]. Therefore, various femtosecond/picosecond mode-locked
lasers have been constructed and developed. As mode-locked lasers are often affected by
environmental perturbations (mechanical vibration and temperature fluctuation), robust and
stable oscillator with compact design are urgently needed. In this section, we present a compact
femtosecond fiber laser at 1.03 μm by using integrated fiber optical components. The shortest
dechirped pulse duration reaches 81 fs for a net cavity dispersion value close to −0.001 ps2.
Another part of this section described a self-started Er-doped laser oscillator, which is mode-
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locked by NALM with PM-fiber configuration. By optimizing the net dispersion, the buildup
time can be reduced from 8 min to ~ms order of magnitude.

2.1. Operation regime of mode-locked lasers

As well known, the main features of mode-locked fiber laser depend on the pulse evolution
process, which is relevant to the group-velocity dispersion (GVD) and the nonlinearity in
optical fibers. According to the net intra-cavity dispersion, the pulse-shaping process can be
roughly distinguished into the four different regimes, such as soliton regime, stretch-pulse
regime, parabolic-pulse regime, and giant-chirp pulse regime, corresponding to all-anomalous
dispersion, normal-anomalous dispersion, all-normal dispersion, and large-normal disper‐
sion, respectively. Due to the equilibrium between Kerr nonlinearity and GVD, pulses that
propagate in all-anomalous dispersion laser cavity keep unchanged in the form of fundamental
soliton [13, 14]. While in dispersion-managed laser cavities, the negative dispersion is com‐
pensated by positive dispersion and thus stretch pulse forms. When the net cavity dispersion
is optimized to zero, significant variations on pulse duration could be observed [15, 16]. As
pulse operates in the all-normal dispersion regime, where laser gain, self-phase modulation,
and dispersion co-effect, spectral/temporal filtering effects force linear chirping in the pulse,
so that similariton forms [17–19]. While in ultra-long laser cavity, giant-chirped oscillating can
be realized with ultralow repetition rate but at high-pulse energy [20–23].

2.2. NPR mode locking at 1.03 μm

In this section, we designed a compact ultra-fast Yb-doped fiber laser with integrated optical
components. By integrating wavelength division multiplexer and optical isolator with

Figure 1. Schematic diagram of a passively mode-locked fiber laser via nonlinear polarization rotation mechanism.
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collimators, the fiber loop was simplified. Self-started mode-locking could be realized by
setting appropriate polarization angle of four intra-cavity wave plates. Due to the normal
dispersion of fiber at 1.0 μm, transmission grating pair with 1250 l/mm was used to provide
adjustable anomalous dispersion. As a result, 81-fs temporal duration with 65-MHz repetition
rate and 0.5-nJ pulse energy was produced.

The mode-locking procedure can be explained in Figure 1. Two polarization controllers and
a polarization-sensitive isolator (PSI) are used as the key elements for mode-locking. This
combination acts as a virtual saturable absorber, which can absorb the low-intensity tail of
pulse and transmit high-intensity part such that the pulse could be shortened. The pulse with
linear polarization changes to elliptical polarization by twisting the polarization controller. As
mentioned, self-phase modulation (SPM) or cross-phase modulation (XPM) can arouse energy
coupling between two orthogonal polarizations. Moreover, serious nonlinear polarization
rotation is produced by the high gain in the active fiber. Finally, another polarization controller
is used to modify the polarization state to facilitate the central part of the pulse getting through
the PSI [24].

In our experiment, a Yb-doped fiber laser shown in Figure 2(a) was firstly constructed without
dispersion compensation elements. Three intra-cavity wave plates including two quarter-
wave plates, QWP1 and QWP2, and one half-wave plate, HWP, were set with appropriate
polarization angles to realize self-started mode-locking. The pigtails of fiber components are
Hi1060 fiber with GVD of ~26 fs2/mm and TOD of ~41 fs3/mm, while the GVD for the active
fiber is 39 fs2/mm. The repetition rate and pulse duration were measured to be 70 MHz and
13 ps, respectively. By external-cavity dechirping, the pulse can be compressed to 170-fs
duration, but with obvious pedestal. The autocorrelation of pulse before and after dechirping
is shown in Figure 3(a) and (b), respectively.

Figure 2. Structure of ultrafast Yb-doped fiber lasers without (a) and with (b) dispersion compensation. Pump diode:
400-mW laser diode at 976 nm; Yb-SMF: Yb-doped single-mode fiber; WDM/Col: the device combines WDM and colli‐
mator; Col/ISO: the device combines collimator and isolator; QWP1, QWP2, and QWP3: quarter-wave plate; HWP:
half-wave plate; PBS: polarization beam splitter; GM: a gold-coated mirror.

High Energy and Short Pulse Lasers4



254

collimators, the fiber loop was simplified. Self-started mode-locking could be realized by
setting appropriate polarization angle of four intra-cavity wave plates. Due to the normal
dispersion of fiber at 1.0 μm, transmission grating pair with 1250 l/mm was used to provide
adjustable anomalous dispersion. As a result, 81-fs temporal duration with 65-MHz repetition
rate and 0.5-nJ pulse energy was produced.

The mode-locking procedure can be explained in Figure 1. Two polarization controllers and
a polarization-sensitive isolator (PSI) are used as the key elements for mode-locking. This
combination acts as a virtual saturable absorber, which can absorb the low-intensity tail of
pulse and transmit high-intensity part such that the pulse could be shortened. The pulse with
linear polarization changes to elliptical polarization by twisting the polarization controller. As
mentioned, self-phase modulation (SPM) or cross-phase modulation (XPM) can arouse energy
coupling between two orthogonal polarizations. Moreover, serious nonlinear polarization
rotation is produced by the high gain in the active fiber. Finally, another polarization controller
is used to modify the polarization state to facilitate the central part of the pulse getting through
the PSI [24].

In our experiment, a Yb-doped fiber laser shown in Figure 2(a) was firstly constructed without
dispersion compensation elements. Three intra-cavity wave plates including two quarter-
wave plates, QWP1 and QWP2, and one half-wave plate, HWP, were set with appropriate
polarization angles to realize self-started mode-locking. The pigtails of fiber components are
Hi1060 fiber with GVD of ~26 fs2/mm and TOD of ~41 fs3/mm, while the GVD for the active
fiber is 39 fs2/mm. The repetition rate and pulse duration were measured to be 70 MHz and
13 ps, respectively. By external-cavity dechirping, the pulse can be compressed to 170-fs
duration, but with obvious pedestal. The autocorrelation of pulse before and after dechirping
is shown in Figure 3(a) and (b), respectively.

Figure 2. Structure of ultrafast Yb-doped fiber lasers without (a) and with (b) dispersion compensation. Pump diode:
400-mW laser diode at 976 nm; Yb-SMF: Yb-doped single-mode fiber; WDM/Col: the device combines WDM and colli‐
mator; Col/ISO: the device combines collimator and isolator; QWP1, QWP2, and QWP3: quarter-wave plate; HWP:
half-wave plate; PBS: polarization beam splitter; GM: a gold-coated mirror.

High Energy and Short Pulse Lasers4 255

Figure 3. Autocorrelation trace of chirped pulses generated by picosecond fiber laser (a) and femtosecond fiber laser
(c), (b) dechirped pulse of (a); (d) spectra generated by femtosecond fiber laser with different distances between gra‐
tings.

Secondly, a transmission grating pairs was used to manage the intra-cavity dispersion of the
Yb-fiber laser, as shown in Figure 2(b). The quarter-wave plate, QWP3, was used to impose
90° polarization rotation on laser pulses by double-passing the grating pairs. Soliton, stretch-
pulse, and all-normal dispersion regime can be achieved by optimizing the distance between
gratings. Figure 3(d) compares the various spectral shapes with different grating separations.
As shown in Figure 3(c), the shortest pulse duration was measured to be 81 fs. The black curve
in Figure 3(d) represents the broadest spectra with a 10-dB bandwidth of 100 nm. The
uncompensated phase was mainly caused by the accumulated high-order dispersion in fibers
as well as intra- and extra-cavity grating pairs.

2.3. Polarization-maintaining figure-eight fiber laser at 1.55 μm

Compact size, low cost, and free maintenance fiber laser at 1.55 μm are desirable in many
applications, such as eye surgery, Terahertz generation, and precision spectroscopy [25–28].
The standard repetition rate of commercial available fiber laser is typically 80 MHz with an
optional design from 20 to 250 MHz. In order to combine both high pulse energy and high
average power, a 10-MHz repetition rate is the best choice for applications. When the repetition
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rate is lower than 10 MHz, a pulse picker has to be used between the laser oscillator and the
succeeding amplifier.

In this section, we introduce a PM figure-eight laser cavity which is the best option for oscillator
operated at 10-MHz repetition rate. Figure 4(a) shows the experimental setup of the figure-
eight laser cavity. The linear loop comprises of a 980/1550 nm wavelength division multiplexer,
a segment of Er-doped fiber (PM-ESF-7/125, Nufern), an isolator, a 2-nm bandpass filter at
1550 nm, and an output coupler CP2 with a splitting ratio of 20:80. The active gain applied in
the linear loop is to compensate the cavity loses and facilitate self-started mode-locking. The
band-pass filter is used to block longer wavelength (Raman self-frequency shift) and reduce
the temporal width of the pulse to be self-consistent. Pulses from the linear loop are coupled
into NALM via CP1 with a splitting ratio of 45:55.

Over-pump with three LDs was applied to provide enough power for self-started mode-
locking. Interestingly, the buildup time of mode-locking was found to be closely related to the
net cavity dispersion. When the net dispersion was set to −0.115 ps2, as long as 8-min buildup
time was observed. After optimizing the net dispersion to about −0.062 ps2, the time dramat‐
ically decreased to ~ms of magnitude.

Furthermore, we recorded the mode-locked pulse trains triggered by a square wave with 5-
Hz modulation frequency which is simultaneously used to drive LD3. Figure 4(c) shows two

Figure 4. (a) Schematic of a polarization-maintaining figure-eight erbium-doped fiber laser. WDM1, WDM2, and
WDM3: 980/1550 nm wavelength division multiplexers; ISO: isolator; EDF1 and EDF2: erbium-doped fiber; BP: 2-nm
bandpass filter at 1550 nm; DCF: dispersion compensation fiber; CP1 and CP2: 1550 nm coupler with splitting ratio of
45:55 and 20:80. (b) The initial pulse that polarization-maintaining figure-eight erbium-doped fiber laser generated. (c)
The buildup time measured by an oscilloscope. (d) The measurement of power stabilization once mode-locked.
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adjacent periods with 50-ms pump duration, and the corresponding buildup time was
measured to be 53 and 6 ms, respectively, exhibiting certain randomness. From experimental
results point of view, the mode-locking buildup time is a random value in a certain range,
which is related to the net cavity dispersion.

Interestingly, multiple-pulse operation was observed as the mode-locking is established, as
shown in Figure 4(b). Peak power clamping effect originating from sagnac mechanism resulted
in the formation of pulse bunching [29]. Stable single pulse could be obtained by decreasing
the pump power. In single-pulse regime, the 5-min power stability was measured to be 0.26%,
as shown in the inset of Figure 4(d).

3. Broadband supercontinuum

Recent years, supercontinuum generation (SC) has attracted much attention for its applications
in optical coherence tomography, stimulated emission depletion microscopy, dense wave‐
length-division-multiplexing (DWDM) optical networks, and frequency comb generation [30–
33]. In this section, several nonlinear optical effects such as SPM, XPM, four-wave mixing
(FWM), and stimulated Roman scattering (SRS) that facilitate SC generation would be firstly
discussed. Secondly, spectral filtering method is demonstrated to be an effective way for
broadband supercontinuum generation in picosecond region [34]. By spectral filtering, a
linear-chirped picosecond pulse with a 1-nm bandwidth filter installed between two Yb-doped
single-mode preamplifiers, pulse shortening, and high peak power is achieved, so that an
octave-spanning SC with bandwidth of 650 nm from 750 to 1400 nm and 10-dB peak-to-peak
flatness was obtained at an output average power of 190 mW. Thirdly, SC covering from 950
to 2200 nm is generated in a 20-cm-long PM HNLF by injecting 72-fs pulse with 150-mW
average power and 60-MHz repetition rate at 1.56 μm. Furthermore, an inline f-2f interferom‐
eter, including a PPLN for frequency doubling and a PM-fiber delay line, is used to generate
carrier-envelop offset signal (fceo).

3.1. Nonlinear effects in optical fibers

Most of nonlinear effects in optical fibers attribute to nonlinear refraction, which refer to the
intensity dependence of the refractive index. Especially, the lowest order nonlinear effects in
optical fibers originate from the third-order susceptibility χ(3), which governs the four-wave
mixing, Raman effect, third-harmonic generation, and polarization properties [24].

This section does not thoroughly focus on the discussion of theoretical issues. In simple, the
refractive index of the optical fiber can be described by the following equation

2
0 1 ( )n n n E t= + (1)

where n0 is the linear part and n1|E(t)|2 is the nonlinear part.
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An interesting phenomenon of the intensity dependence of the refractive index change in
optical fiber occurs through SPM. When the input pulse is of low intensity, the corresponding
refractive index remains a constant n0. As the input pulse increases, the corresponding
refractive index becomes nonlinear change with power intensity I. Hence, an additional phase
shift is produced:

2δφ(t) ( )E tµ (2)

This can be understood as an instantaneous optical frequency change from its central frequen‐
cy:

δω(t) δφ(t)
t
¶

= -
¶

(3)

Therefore, new spectral components are generated and time dependent frequency chirping is
produced.

Another most widely studied nonlinear effect is XPM, which leads to asymmetric spectral and
temporal changes for two co-propagating optical fields with different wavelength or orthog‐
onally polarization. The contribution of the nonlinear phase shift induced by XPM is twice that
of SPM. Therefore, the nonlinear part Δnj induced by the third-order nonlinear effects is given
by (j = 1, 2)

( )2 2

2 32j j jn n E E -D » + (4)

Eq. (4) shows the refractive index of the optical media seen by an optical field inside a single-
mode fiber depends not only on the intensity of that field but also on the intensity of the other
co-propagating fields [35]. As the optical field propagates inside the fiber, an intensity-
dependent nonlinear phase shift shows up

( ) ( )( )2 2

2 3/ 2NL
j j j jz n c E E zf w -= + (5)

The first term is related to SPM while the second term is related to XPM.

Stimulated Raman scattering (SRS) is an important nonlinear process that can produce red-
shifted spectral components. Once the spectrum of the input pulse is broad enough, the Raman
gain can amplify the long-wavelength components of the pulse with the short-wavelength
components acting as pumps, and the energy appears red-shifted. The longer the propagating
fiber, the more red-shifted spectral components can be generated. The red-shifted components
are called Stokes wave. The initial growth of the Stokes wave can be described by
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shifted spectral components. Once the spectrum of the input pulse is broad enough, the Raman
gain can amplify the long-wavelength components of the pulse with the short-wavelength
components acting as pumps, and the energy appears red-shifted. The longer the propagating
fiber, the more red-shifted spectral components can be generated. The red-shifted components
are called Stokes wave. The initial growth of the Stokes wave can be described by
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where Is is the Stokes wave intensity, Ip is the pump-wave intensity, and gR is the Raman-gain
coefficient, which is related to the cross section of spontaneous Raman scattering.

The Raman-gain coefficient gR (Ω) is the most important factor to describe SRS. Ω represents
the frequency difference between the pump wave ωp and Stokes wave ωs. In the case of silica
fibers, the Raman-gain spectrum is found to be very broad, extending up to approximately
40 THz. Assuming the pump wavelength is 1.5 μm and, peak gain is gR = 6 × 10−14 m/W, the
frequency downshift can be calculated to be 13.2 THz.

When supercontinuum is generating in an optical fiber, the SPM, XPM, and SRS are always
accompanied by FWM. In optical fibers, FWM transfers energy from pump wave (ωp) to two
other waves in frequency domain, blue-shifted (anti-Stokes wave, ωas) and red-shifted (Stokes
wave, ωs). Once the phase-matching condition Δk = 2k(ωp) − k(ωs) − k(ωas) = 0 is satisfied, the
Stokes and anti-Stokes waves can be amplified from noise or an incident signal at ωs or ωas,
respectively [36, 37]. Therefore, FWM process is used to produce spectral sidebands for
supercontinuum generation.

3.2. Supercontinuum generation

SC is a powerful laser sources for many applications, such as nonlinear microscopy, optical
coherence tomography, and frequency metrology [38–40]. Nowadays, more than one octave
SC can be easily generated with a length of PCF, and the average power can reach tens of Watts
[41, 42]. When ultrashort optical pulses propagate through a PCF fiber, the combination of
SPM, XPM, SRS, and FWM is responsible for the spectral broadening. Generally speaking, the
feature of SC depends on whether the incident laser wavelength λ located is below, closed to,
or above the Zero-dispersion wavelength λD of the PCF. In the anomalous-dispersion regime
(λ > λD) where β2 < 0, soliton affects. If the λ nearly coincides with λD, β2 ≈ 0, β3 dominant and
the phase-matching condition of FWM are approximately satisfied. While in the normal-
dispersion regime, β2 > 0, GVD and SPM effects dominant SC generation. From the time domain
of view, SPM and soliton effects dominant SC generation for femtosecond (typically <1 ps)
pump pulses, while FWM and SRS contribute to spectral broadening for tens of picoseconds
pulses.

3.2.1. Spectrally filtered seed for broadband supercontinuum generation in single-mode fiber amplifiers

There are several methods to extend the SC spectrum. Considerable spectral broadening could
be observed with high-power incident laser. High-average/high-peak powers facilitate CW
and pulse SC generation [43–45]. Besides, the SC bandwidth could also be increased by
tapering PCFs. A flat (3 dB) spectrum from 395 to 850 nm was achieved in a tapered fiber with
a continuously decreasing ZDW [46]. In this section, we demonstrate an effective method for
broadband SC generation, which is valid in normal-dispersion fiber amplifiers. By spectral
filtering of upchirped pulse at 1028 nm with 1-nm bandpass filter, as broad as 650-nm
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bandwidth from 750 to 1400 nm within 10-dB peak-to-peak flatness is obtained with an output
power of 190 mW.

The experimental setup is shown in Figure 5(a). The SC laser source is consisted of a picosecond
mode-locked laser oscillator, a spectral filter, two-stage single-mode amplifiers, and 2-m-long
PCF with ZDW at 1.02 μm. The laser oscillator operated in an all-normal-dispersion regime
with repetition rate of 20 MHz. With 100 mW pumping power, 25 mW average output power
laser is exported from the 30% port of the coupler. The pulse duration of highly up-chirped
pulse was measured to be 10 ps.

Figure 5. (a) Experimental setup for SC generation. Pump diode: 400 mW laser diode at 976 nm; WDM: 980/1040 nm
wavelength division multiplexer; Yb-SMF: ytterbium-doped single-mode fiber; CP: 30:70 coupler; PC1 and PC2: polari‐
zation controller; PBS: polarization beam splitter; ISO: isolator; SMFA1 and SMFA2: single-mode fiber amplifiers; C1,
C2, and C3: three collimators; SF: spectral filter; PCF: photonics crystal fiber. (b) The output spectrum of the laser oscil‐
lator. (c) SC with different filtering windows.

A bandpass spectral filter with 1-nm bandwidth at 1036 nm is installed between two single-
mode fiber amplifiers. The transparent wavelength of the filter could be tuned from 1024 to
1036 nm by varying the incident deflection angle. For the large up-chirp with 10-nm spectral
width (see Figure 5(b)) and 10-ps temporal duration, corresponding to a time-bandwidth
product of 28.3, pulse can be greatly shortened by the filter. The shortest pulse duration of
2.9 ps was obtained with filtering window at 1028 nm. After the second-stage amplifier, the
laser pulses could be amplified to an average power up to 190 mW with 400 mW pumping
power.

A 2-m length of silica-based PCF with ZDW at 1024 nm is directly spliced to the fiber end of
SMFA2. Figure 5(c) shows the output spectrum with different filtering window. The spectra
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keep unchanged when the filtering window is at the shoulder of the spectrum, shown as the
red curve (1024.9 nm) and blue curve (1033.4 nm) in Figure 5(c). When filtering window is
located at the central wavelength of 1028 nm, the 10-dB bandwidth of SC is extended to 650 nm
(from 750 to 1400 nm), shown as the pink curve in Figure 5(c). Besides, filtering windows above
or below the central wavelength produce a less broad SC.

3.2.2. One octave supercontinuum for frequency comb generation

Broadband supercontinuum of bandwidth up to 1250 nm can also be provided by HNLFs with
spectral-tailored femtosecond pump pulses produced by erbium-doped power amplifiers. The
schematic diagram of the experiment is shown in Figure 6(a).

Figure 6. (a) Schematic diagram for SC generation. Pump diode: 400-mW pump at 976 nm; WDM/ISO/Coup: the de‐
vice combines wavelength division multiplexer, isolator, and coupler; EDF: erbium-doped fiber; EPC: electric polariza‐
tion controller; ISO: isolator; coupler: 30:70 polarization-maintaining coupler; PBS: polarization beam splitter; HNLF:
high nonlinear fiber; LD1 and LD2: pumps at 976 nm; WDM1 and WDM2: 980/1550 nm wavelength division multi‐
plexer; FRM: Faraday rotation mirror. (b) Autocorrelation trace of chirped pulses poured into HNLFs. (c) SC generated
by different kinds of HNLFs on logarithmic coordinate.

The laser system consisted of an erbium-doped mode-locking fiber oscillator, a single-mode
fiber amplifier (SMFA), and 20-cm-long PM-HNLF. To improve the mode-locking stability, an
electric polarization controller (EPC) is utilized to replace the conventional mechanical
polarization controller such that automatic and active control of mode-locking is accessible.
By applying the voltage on three axes (x, y, and z) of EPC, accurate control of the temporal
duration, spectral shape, frep, and fceo can be achieved [47, 48].

With the help of a PBS and a FRM, a dual-pass single-mode fiber amplifier with bidirectional
pump configuration was used to boost the laser average power to more than 150 mW average
power and reduce the environmental disturbance on SMFA. The pulse duration at the output
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port was measured to be 2.84 ps. Additional PM-1550 fiber was used to dechirp the pre-
amplified pulse to 72 fs (shown in Figure 6(b)). Therefore, considering a repetition rate of
60 MHz, the pulse peak power achieved as high as 34.7 kW. Three types of HNLFs, such as
NL 1550-ZERO, PM-HNLF, and Zero-slope HNLF, were applied to generate the supercontin‐
uum by splicing the HNLFs to the dechirping fiber directly.

As shown in Figure 6(c), 20-cm-long PM-HNLF with nonlinearity of 10.5 W−1 km−1 achieved
the broadest spectrum, covering from 950 to 2200 nm, which is sufficient broad to produce fceo

signal. The HNLF type should be taken into consideration as it influences the SC generation.
We used three kinds of HNLFs: 25-cm-long NL 1550-ZERO with nonlinear coefficient of 10.4-
W−1 km−1 and effective mode area of 13-μm2, 20-cm-long PM-HNLF with nonlinear coefficient
of 10.5-W−1 km−1 and effective mode area of 12.7-μm2, 25-cm-long Zero-slope HNLF with
nonlinear coefficient of 10.8-W−1 km−1 and effective mode area of 12.4-μm2, and the corre‐
sponding SC was depicted in Figure 6(c). Obviously, PM-HNLF produces broader spectrum
than other two HNLFs.

As shown in Figure 7, a collinear setup was established for the detection of fceo signal. The SC
generated by 20-cm-long PM-HNLF was coupled into free space via a lens (L1) with adjustable
focal length. An inline f-2f interferometer, including a PPLN, several wave plates and lens, and
a PM-fiber delay line, is used to produce the temporal overlapped components at 1.0 μm. The
long-wavelength component of SC at 2092 nm was frequency doubled to match with the short-
wavelength component at 1046 nm. After the PPLN, two lenses, L3 and L4, were used to couple
the two components at 1046 nm back to PM-980 fiber. A half-wave plate, HWP2, is used to
adjust the energy ratio on the fast and slow axes of PM-980 fiber. The pulse transmitted along
the slow axis experiences a delay relative to the pulse on fast axis. With an optimized fiber
length of 3.4 m, the differential delay between the fast and slow axes could be fully compen‐
sated [49]. Subsequently, a half-wave plate, HWP3, as well as a PBS were used to selected
pulses to generate fceo signal on APD. Finally, with 28-dB signal-to-noise ratio was generated
by using this setup.

Figure 7. Setup for fceo detection. Amp: fiber amplifier; L1, L4, and L5: optical lens with adjustable focal length; L2, L3,
and L6: optical lens with focal length of 50 mm; HWP1, HWP2, and HWP3: half-wave plates; PPLN: periodically poled
lithium niobate; PBS: polarization beam splitter; APD: avalanche photodiode.
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focal length. An inline f-2f interferometer, including a PPLN, several wave plates and lens, and
a PM-fiber delay line, is used to produce the temporal overlapped components at 1.0 μm. The
long-wavelength component of SC at 2092 nm was frequency doubled to match with the short-
wavelength component at 1046 nm. After the PPLN, two lenses, L3 and L4, were used to couple
the two components at 1046 nm back to PM-980 fiber. A half-wave plate, HWP2, is used to
adjust the energy ratio on the fast and slow axes of PM-980 fiber. The pulse transmitted along
the slow axis experiences a delay relative to the pulse on fast axis. With an optimized fiber
length of 3.4 m, the differential delay between the fast and slow axes could be fully compen‐
sated [49]. Subsequently, a half-wave plate, HWP3, as well as a PBS were used to selected
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lithium niobate; PBS: polarization beam splitter; APD: avalanche photodiode.
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4. Nonlinear fiber amplifier

With the increasing applications in frequency metrology, THz generation, and in cataract
surgery, the development for high-energy transform-limited pulse generation around 1.55 μm
is still a fascinating area [50–53]. Owing to the limited available output power from laser
oscillator, erbium-doped fiber amplifiers (EDFAs) are commonly used. Nevertheless, high-
power amplification in EDFA is inevitably accompanied by several unwanted effects, such as
SRS and amplified spontaneous emission (ASE), which would significantly deteriorate the
temporal and spectral duration of pulse [54]. Chirped-pulse amplification (CPA) provides an
effective way to decrease pulse peak power and avoid the nonlinearity in optical fibers [55–
58]. In CPA, strong stretching and compression occurs to extract more energy and avoid
nonlinear distortion as well as damage. However, CPA is inevitably accompanied by the gain-
narrowing effect and therefore hardly produces pulse with temporal duration less than 400 fs
[59].

Even though CPA has many advantages over the other techniques in amplifying pulses
around 1.55 μm, ~100-fs pulse duration with above 10-nJ pulse energy is still a challenge
because of the spectral gain-narrowing effects and nonlinear phase accumulation. More‐
over, due to the involvement of bulk media, CPA is not suited for applications that require
compact size and alignment-free laser source. A recent developed technique, divided-pulse
amplification (DPA), opens up a new way for high-power laser pulse amplification [60–62].
In the configuration of DPA, the initial pulse is divided into a sequence of lower-intensity
pulse with orthogonal polarization for successive replicas, and subsequently, the low-
energy pulse is amplified and then recombined to create a high-energy pulse [61, 63].

In this section, we mainly focus on DPA at 1.56 μm where pulse amplification and compression
can be simultaneous carried out so that a separate compressor is no longer necessary. The

Figure 8. (a) Schematic diagram for laser system. F-PBS: fiber-coupled polarization beam splitter; DCF: dispersion
compensation fiber; FRM: Faraday rotation mirror; LD1, LD2: pump diodes at 976 nm; WDM: wavelength division
multiplexer; EDF: erbium-doped single-mode fiber; Col1, Col2: high-power collimators; HWP: half-wave plate; PBS:
polarization beam splitter cube; DCFA: double-clad fiber amplifier. (b) Schematic of the pulse divider. The left-hand
three cylinders (21, 22, and 23) represent YVO4-based dividers with given direction of crystal optical axes (OAs)
shown as the red dash dot lines. The right-hand three parts (24, 25, and 26) represent PBS-based dividers with p-polar‐
ized direction shown as red dash dot lines. The red dot lines represent the horizontal plane, which is the same direc‐
tion as the OA of 21 and 23 and the p-polarized direction of 24 and 26. (c) The measured autocorrelation trace of the
divided replicas.
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schematic diagram of DPA is shown in Figure 8(a). The experimental setup is composed of a
mode-locked fiber laser, a fiber stretcher, a single-mode fiber amplifier for preamplifying, and
a pulse-divider as well as a double-clad fiber amplifier for main amplification. The Er-doped
fiber laser with 80-MHz repetition rate shared the same configuration as Figure 6(a), which
takes the advantage of EPC to actively control the mode-locking. A photodiode and an electric
loop were applied to monitor and feedback control the EPC for long-term stable operation.
The fiber oscillator consisted of 1.74-m SMF28-e fiber with dispersion parameter of 19 ps/nm/
km and 0.82-m Er-doped fiber with dispersion parameter of −51 ps/nm/km. There, the laser
operated in the stretched-pulse regime and produced positively chirped pulses. As a result,
with 200-mW pumping power at 976 nm, the laser oscillator produces 5-mW output average
power with 1.5-ps pulse duration and 28-nm spectral bandwidth, corresponding to a time-
bandwidth product of 5.2.

A fiber stretcher is spliced to the output of the fiber oscillator to stretch laser pulse and control
the quantity of frequency up-chirp. However, over-long fiber could inevitably introduce too
much high-order dispersion which is hardly compensated by the pulse-compressing stage. For
the current configuration, a double-pass fiber stretcher consisting of a fiber-coupled PBS with
PM fiber at input/output port and non-PM fiber at common port, a segment of non-PM
dispersion compensation fiber with 6.0-μm-mode field diameter and −38 ps/nm/km dispersion
at 1550 nm, and a FRM is used to reduce the environmental perturbation.

In our experiment, 6-m dispersion compensation fiber was applied to stretch pulses from the
fiber oscillator. A dual-pass bidirectionally pumped single-mode fiber preamplifier was used
to boost the average power to more than 100 mW to ensure efficient operation of the subsequent
amplifiers. A FRM reflected the incident pulse to suppress ASE noise and rotated the polari‐
zation of the pulses by 90° to cancel all birefringence effects in the dual-pass amplifier. A fiber-
based polarization beam splitter (F-PBS) was used to couple the seed laser to the preamplifier
and reflected preamplified pulses to subsequent components. The output characters of the
preamplifier were shown as the blue curves in Figure 9(a) and (b). The FWHM temporal
duration and spectrum bandwidth of the preamplified pulses is 4 ps and 15 nm, respectively,
generating a time-bandwidth product of 7.4. Dramatic decrease in spectral bandwidth was

Figure 9. The temporal duration (a) and spectral bandwidth (b) of laser pulses from laser oscillator (red curves) and
SMFA (blue curves).
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observed due to the limited transmission bandwidth of WDM and FRM as well as spectral-
narrowing effect in fiber amplifier.

Then, the concept of DPA was carried out to boost the laser to Watt-level average power. The
preamplified laser is coupled into free space by collimator C1 and rotated to horizontal
polarization to reach maximum transmission on PBS. The pulse division and combination were
achieved by applying cascaded YVO4-based and PBS-based dividers with the help of a FRM
to reflect the replicas passing through the same divider but in the opposite direction. Each
divider (YVO4-based or PBS-based) can divide a single pulse into two cross-polarized replicas;
hence, a single seed pulse could be temporally divided into 2N (where N is the stage number
of the divider) replicas. Ideally, each replica has identical pulse energy after division. As
depicted in Figure 8(b), three YVO4 crystals with lengths of 10, 20, and 40 mm divided the
initial pulse into N = 8 replicas. A half-wave plate (HWP) was used to produce the desired
polarization of input pulses. The first (21) and third (23) YVO4 crystals had their crystal optical
axes (OA) oriented in the same direction as the horizontal plane, while the OA of the second
(22) YVO4 crystal oriented at a 45° angle to the horizontal plane. The polarization-mode delay
between ordinary and extraordinary waves in YVO4 is 0.7 ps/mm at 1560 nm. The shortest
crystal length for our system was chosen to split the input pulse into replicas with 7 ps
separation, about twice of the seed pulse duration.

To mitigate the nonlinearity in main amplifier, the string of pulse (N = 8) was further divided
by three PBS-based dividers, resulting in a final pulse number of 64. For PBS-based divider,
each incoming pulse was divided into an s-polarized beam and a p-polarized beam. All p-
polarized components were directly transmitted the PBS, while the s-polarized components
were reflected to the folded delay line. For the sake of simplicity, the second PBS-based divider
(25) had its p-polarized direction oriented 45° to the direction of the horizontal plane, while
the first (24) and third (26) PBS-based oriented in the same direction as the horizontal plane,
such that separate half-wave plates were no longer necessary.

Owing to the delay length of 10, 20, 40, 26.8, 53.6, and 107.2 mm, the 21, 22, 23, 24, 25, and 26

stages approximately provided time delay of 7, 14, 28, 130, 260, and 520 ps, respectively. Figure
8(c) shows the measured autocorrelation trace of the pulse string which matches well with the
designed time delays. The 7-ps interval between adjacent peaks in the same envelope was
consistent with the expected time delay with 10-mm increment length of YVO4, and the ~140-
ps spacing between two adjacent envelopes was consistent with the expected time delay
introduced by the PBS-based divider.

Intuitively, for simultaneous pulse amplification and compression in EDFAs, a positively pre-
chirping seed pulse is desired. Numerical simulations show that there exists an equilibrium
position that can not only restrict excessive nonlinear effects to ensure high-quality temporal
integrity but also produce sufficient optical nonlinearity to broaden the spectrum around the
wavelength of 1.55 μm. The generalized nonlinear Schrödinger equation (7) with the split-step
Fourier method was used to carry out the simulation [24].
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where A = A(z, t) is the complex amplitude of the pulse envelope of pulses, α is the laser gain
coefficient, βn is the dispersion parameter at ω0 (1560 nm), and γ (3 W−1 km−1) is the nonlinear
coefficient. The right-hand side of Eq. (7) models laser gain, dispersion, and nonlinearity. Pulse
of 2.5-ps temporal duration and 19.9-nm spectral width (corresponding to 0.16 ps2 prechirping
on 180-fs transform-limited pulse) and a pulse energy of 0.05 nJ were applied in the simulation.

Figure 10. Amplified output pulse duration versus propagation length for the cases of different α (a) and β2 (b). (c)
Pulse duration versus the total gain provided by 6.5-m fiber. (d) Time-bandwidth product at different position of gain
fiber.

The interplay of the SPM and group-velocity dispersion (GVD) as well as laser gain can lead
to a qualitatively different behavior compared with that expected from them alone. SPM
broadened the spectrum with increase in pulse energy, and simultaneously, the anomalous
dispersion of the fiber compressed the new spectral components resulting in temporal
shortening. Figure 10(a) compares the simulation results with different α but a fixed β2

(−22 fs2/mm). It is clear that pulse compression operates in linear regime when the laser gain
is low, then it enters in nonlinear regime when the laser gain gradually increased. The shortest
transform-limited pulse duration decreased from 180 fs at 7.0 m (α = 0 dB/m) to 60 fs at 4.3 m
(α = 3 dB/m). Figure 10(b) compares the pulse compression with different β2 but a fixed α
(3 dB/m). The maximum pulse energies with respect to fiber length of 4.65, 5.07, and 5.53 m
reached 1.24, 1.66, and 2.28 nJ, respectively. Therefore, higher α and smaller |β2| are benefit
to overcome spectral bandwidth limitation for high-energy pulse amplification. For refer‐
ence, the blue curves in Figure 10(a) and (b) present pulse evolution with the same parame‐
ters.
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fiber.

The interplay of the SPM and group-velocity dispersion (GVD) as well as laser gain can lead
to a qualitatively different behavior compared with that expected from them alone. SPM
broadened the spectrum with increase in pulse energy, and simultaneously, the anomalous
dispersion of the fiber compressed the new spectral components resulting in temporal
shortening. Figure 10(a) compares the simulation results with different α but a fixed β2

(−22 fs2/mm). It is clear that pulse compression operates in linear regime when the laser gain
is low, then it enters in nonlinear regime when the laser gain gradually increased. The shortest
transform-limited pulse duration decreased from 180 fs at 7.0 m (α = 0 dB/m) to 60 fs at 4.3 m
(α = 3 dB/m). Figure 10(b) compares the pulse compression with different β2 but a fixed α
(3 dB/m). The maximum pulse energies with respect to fiber length of 4.65, 5.07, and 5.53 m
reached 1.24, 1.66, and 2.28 nJ, respectively. Therefore, higher α and smaller |β2| are benefit
to overcome spectral bandwidth limitation for high-energy pulse amplification. For refer‐
ence, the blue curves in Figure 10(a) and (b) present pulse evolution with the same parame‐
ters.
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Next, we focus on pulse amplification and compression in a fixed fiber length by way of
guiding the subsequent experiment. About 5.0-m-long fiber with β2 = −22 fs2/mm was intro‐
duced to simulate the output pulse duration and the time-bandwidth product (TBP) at
different position along the fiber. As shown in Figure 10(c), when the total gain is smaller than
16 dB, the output pulse duration deceases linearly owing to the GVD and insufficient nonli‐
nearity. As the total gain is greater than 24 dB, the output pulse duration dramatically decreases
owing to strong nonlinear compression. Theoretically, pulse as short as 80-fs duration can be
achieved with a total gain of nearly 28 dB. Although the pulse duration could be further
decreased to 20 fs with 32-dB gain, considerable pedestal as well as wave breaking appears
due to excessive nonlinearity. Meanwhile, the TBP of the pulse along the fiber gradually
decreases from 4.1 at the input port to 0.5 at the output port.

Experimentally, the divider first operated with ×8 replicas. A dual-pass double-cladding fiber
amplifier (DCFA) was used to boost the divided pulses. The DCFA consisted of 1.2-m 12/130
Er-doped double-clad fiber and 2.5-m SMF fiber. With a pump power of 4.3 W at 976 nm, the
DCFA delivered 600 mW output power at 1560 nm, as measured at PBS output port. Along
the first pass of DCFA, pulse evolution worked in the near-linear regime. Subsequently, as the
pulse reflected by the FRM and passed through DCFA again, SPM and anomalous dispersion
brought the pulse amplification into the moderate nonlinearity regime. Figure 11(a) and (b)
shows pulse duration and spectral bandwidth of the combined pulse measured by an FROG
(15-100-USB, Swamp Optics). The linear spectral phase indicates a nearly transform-limited
pulse with the FWHM duration of 97 fs if a Gaussian pulse shape is assumed. The output
power limitation was resulted from splicing losses of different type fibers and the insertion
loss of FRM.

Figure 11. The measured pulse duration (a) and spectral width (b) of pulses from the nonlinear fiber amplifier.

Furthermore, a PPLN with 20.9-μm poling period and 0.3-mm length was used for frequency-
doubling the amplified laser and checking the available peak power at 1560 nm. A pair of lens
was used to focus and collimate the input and output beam on the PPLN, respectively. The
output average power at 1560 nm and the corresponding SHG is shown in Figure 12. The
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highest SHG conversion efficiency was obtained as 56.3% with 302 mW incident power at
1560 nm. Further increasing the power at 1560 nm induced decay of conversion efficiency,
shown as the black squares in Figure 12.

Figure 12. The output average power of 1560 nm (blue triangles) and 780 nm (red circles), and the SHG conversion
efficiency.

To extract more energy from the double-pass amplifier, we will increase the number of the
replicas from 8 to 16 and 32. The results for ×16 and ×32 replicas are still under investigation.

In conclusion, a divided fiber laser fiber amplifier delivering 500 mW average power at 1560 nm
by the interplay between divided prechirped pulse amplification and nonlinear pulse com‐
pression. A small core double-clad erbium-doped fiber with anomalous dispersion carries out
the pulse amplification and simultaneously compresses the laser pulses such that a separate
compressor is no longer necessary. A numeric simulation reveals the existence of an optimum
fiber length for producing a transform-limited pulse. Furthermore, frequency doubling to
780 nm with 170-mW average power is realized by using a PPLN at room temperature.

5. Repetition rate stabilization

Fiber-based frequency comb is recognized as the key breakthrough in the field of optics for it
brings high accuracy in frequency domain as well as low jitter in time domain [49, 64–67].
Principally, as a frequency comb, two RF frequencies, fceo and frep, are required to be stabilized
to external references. Therefore, the optical frequencies can be written as ν = m × frep + fceo,
where m is a large integer of order 106 that indexes the comb line. Nevertheless, recent
developments in adaptive dual-comb spectroscopy successfully employed free-running
mode-locked lasers where the fceo instabilities could be compensated by data acquisition and
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electronic signal processing [68, 69]. Therefore, high accuracy frep stabilization of passively ML
lasers is of great importance.

The relatively mature method for frep locking is to use a piezoelectric ceramic transducer (PZT)
to control the geometrical length L of the laser cavity, and the best locking accuracy is in the
range of ±0.5 mHz with the corresponding SD of 220 μHz [70]. However, the PZT-based
stabilization encounters many limitations, such as significant positioning errors, hysteresis
effect, bulky-design, and the need for time-consuming alignment.

In this section, we focus on the frep stabilization by using optical pumping scheme which can
be achieved via resonantly enhanced optical nonlinearity or so-called pump-induced refractive
index change (RIC) in doped fibers. In optical pumping scheme, the frep is stabilized by
modulating the refractive index n, while keeping the geometrical cavity length L fixed. In the
past, this method has been successfully applied in fiber switch where a low pump power and
a short length doped fiber are sufficient for the switching [71]. Moreover, the validity of this
concept has also been achieved in coherent combining and adaptive interferometry [72]. In
2013, Rieger et al. reported all-optical stabilized repetition rate by using the RIC-based method.
With the help of thermos-electric element, over 12-h long-term stabilization was achieved in
an NPE-mode-locked Er-doped fiber laser, while the SD of repetition rate drift was measured

Figure 13. Experimental setup. LD1, LD2, and LD3: pump diodes at 976 nm; WDM1, WDM2, and WDM3: 980/1550 nm
wavelength division multiplexers; EDF1, EDF2: erbium-doped fiber; BP: 2-nm bandpass filter centered at 1550 nm;
CP1, CP2, and CP3: 1550 nm couplers with splitting ratio of 45:55, 30:70, and 50:50, respectively; DCF: dispersion com‐
pensation fiber; PD: photodiode detector; Rb: Rubidium clock; LFP: low-pass filter; A: electronic amplifier; PID: pro‐
portional–integral–derivative controller; Driver: precision current source.
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to be 22 mHz. A recent experiment extends this concept to Yb-fiber laser and achieves 1.39-
mHz SD of residual fluctuation in an hour measurement [73].

As reported in Ref. [74], a commercial available pump current supply can provide a minimum
resolution of pump power as 1.5 μW and thus achieve a controlling accuracy of 0.05 Hz, which
is more than two orders of magnitude than PZT-based method. Therefore, an interesting
experiment worth to do is to use RIC-method to achieve high-precision frep stabilization. So far,
the RIC method has been fully investigated in NPR mode-locked lasers, which applied non-
PM fibers and components [73–75], and the locking accuracy limited to ~mHz. Considering
the environmental perturbation on non-PM fiber, a straightforward idea is to implement RIC
method in a PM fiber laser. Therefore, the following part will discuss high-precision repetition
rate stabilization by using RIC method in a PM figure-eight laser cavity.

The laser setup shown in Figure 13 is same as Figure 4(a), except the net dispersion of laser
cavity. In the current experiment setup for all-optical repetition stabilization, a 56-cm-long
Er3+-doped fiber (EDF2) is spliced asymmetrically in the NALM to act as a frequency controller,
while the LD3, which is controlled by the error signal from frequency mixer, provides the
feedback modulating pump power via WDM3 on EDF2. Besides, a segment of DCF38 is used
to compensate the anomalous dispersion of PM1550 fiber. The dispersion of linear loop and
the NALM was estimated numerically to be −0.208 and 0.025 ps2, producing −0.183 ps2 net
dispersion for the whole cavity. Self-started mode-locking in multiple-pulse regime can be
achieved by over-pumping method, and stable single-pulse operation can be obtained by
decreasing the pump power of LD1 and LD2. At fundamental repetition rate of 11.9 MHz, the
figure-eight laser cavity delivers 1.5-mW average power via CP2.

The repetition rate was detected by PD3 and successively compared with standard reference
(Rb clock) in a frequency mixer to produce the error signal. Subsequently, the error signal was
filtered and amplified by low-noise voltage preamplifier with frequency cutoff at 1 MHz and
a maximum voltage gain of 5 × 104 and further processed by a proportional-integral-derivative
(PID) controller.

The long-term stabilization was depicted in Figure 14. As low as 27-μHz accuracy is achieved
within 16-h measurement. The inset of Figure 14 magnifies the measured dates from 30,000 to
31,000 s and shows fluctuation range within ±0.1 mHz. Typically, thermal effect, Kerr nonlinear
effect, pump-induced nonlinear effect, and random acoustic perturbations contribute to the
precision of frep stabilization. For our experiment, a temperature-controlled incubator with a
ripple of 0.2°C was used to take the laser cavity to isolate environmental perturbation. As for
Kerr-nonlinearity, the RIC is proportional to the traveling power of resonant laser. Assuming
5-mW traveling power in NALM, the Kerr-induced RIC is estimated as 1.2 × 10–7/mW, having
the same order of magnitude of the pump-induced RIC (2.1 × 10−7/mW). However, when the
pump power of LD3 increased from 30 to 205 mW, only 1.6% of output power change was
observed, which means little change on the dynamic process of pulse evolution in NALM.
Thus, the Kerr-induced RIC is near ~1% of the RIC by pump-induced nonlinearity. Therefore,
we postulate that the nonlinearity on the RIC of fibers owes to pump-induced nonlinear effect
and thermal effect rather than Kerr effect.
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Figure 14. The long-time stabilization of repetition rate.

6. Conclusion

In this chapter, we first present several types of mode-locked fiber lasers, as well as their
derivatives for SC generation. Second, an effective method named DPA was applied in Er-
doped fiber laser system allowing simultaneous pulse amplification and compression so that
additional pulse compressor is no longer needed. With ×8 replicas in DPA, as high as 500-mW
average power was achieved and the highest SHG conversion efficiency was measured to be
56.3%. Third, an all-optical method, named as pump-induced nonlinearity, is applied to
stabilize the repetition rate of a figure-eight Er-doped fiber laser, achieving as low as 27-μHz
accuracy within 16-h measurement.
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Abstract

Mode‐locked  ytterbium‐doped  fiber  lasers  capable  of  producing  nanosecond‐,
picosecond‐  or  femtosecond‐level  pulses  with  high  energy  or  power  have  many
advantages for various applications such as material processing and laser surgery.
Firstly, in this chapter, the principles and methods used in passively mode‐locked fiber
lasers are briefly described. Secondly, mathematical modeling of all normal disper‐
sion ytterbium‐doped fiber lasers for analyzing the pulse generation and propagation
has  been  established  and  simulated  with  the  generalized  nonlinear  Schrödinger
equation. Thirdly, short pulses generated from passively mode‐locked fiber lasers have
been demonstrated with carbon nanotube– deposited D‐shaped fiber as the saturable
absorber. Different pulse width can be realized with different parameters of the laser
cavity.  Finally,  the  main  amplification  methods  for  short  laser  pulses  have  been
discussed, and a broad prospect for applications of various technologies using short‐
pulse fiber lasers is further introduced.

Keywords: Ultra-short pulse, passively mode‐locked fiber laser, carbon nanotube sat‐
urable absorber, double‐clad ytterbium‐doped fiber

1. Introduction

Optical fiber lasers gained by rare‐earth‐ions‐doped fibers with broad gain spectrum of tens
of nanometers make them very attractive for ultrashort‐pulse generation via the mode‐locking
mechanisms [1, 2]. They are under a growing interest because of their unique features of high
efficiency and low consumption, good beam quality, high stability, naturally fiber coupled
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and providing a powerful tool for high‐speed optical communications, precise micromachin‐
ing, biomedical imaging, and other applications [3].

Mode locking refers to phase locking of many different frequency modes in a laser cavity,
which induces a laser to produce a continuous train of extremely short pulses. Unlike the Q‐
switched pulses, the mode‐locked pulses are phase coherent with each other. Active and
passive mode locking are two different methods of mode locking. Active mode‐locking
methods typically involve using external modulators, for example, electro‐optical modulator,
which induce a phase or amplitude modulation of the intra‐cavity light including lots of
longitudinal modes with a periodic duration according to the cavity length to generate the
mode‐locked pulses, whereas in passive mode locking, the generation of the mode‐locked
pulse is controlled by the saturable absorber (SA), that is a nonlinear optical element whose
loss depends on the laser pulse intensity and causes self‐modulation of the light.

Optical pulses generated from passive mode locking have the phase locking being carried out
automatically in the cavity without external electrical components required, which results in
extremely short and high stability. A number of potential operating and applying character‐
istics of passively mode‐locked fiber lasers have been attractively demonstrated that pro‐
duce laser pulses with durations from nanosecond to femtosecond, ultrawide bandwidth
(∼100 nm) at repetition rates ranging from several kHz to hundreds GHz. The research field
in passive mode‐locking fiber laser goes beyond the generation mechanisms and pulse
behaviors that can be found in their operation. A lot of attempts and explores have been made
to optimize the operation of the laser to suit for the particular application.

Figure 1. Basic configuration of fiber‐based nonlinear polarization rotation. Top, basic configuration; bottom, principle
model. PC, polarization controller; PD‐ISO, polarization‐dependent isolator.

The first passively mode‐locked fiber laser was demonstrated in 1983 [4]. An all‐fiber,
unidirectional, mode‐locked ring laser was first constructed using a type of artificial satura‐
ble absorber, which uses the effect of intensity‐dependent polarization mode coupling in the
fiber, that is, nonlinear polarization rotation effect [5]. Since self‐phase modulation and other
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nonlinearity effects contribute to changing the refractivity index by field intensity, as well the
change of the state of polarization as shown in Figure 1. Another type of common saturable
absorber is based on the nonlinear interference between two polarization modes, that is, the
so‐called nonlinear optical loop mirror [6] and nonlinear amplifying loop mirror [7]. Nonlinear
optical loop mirror relies on the nonlinear interference of the fields that counter‐propagate, so
the intensity of the pulse is determined by the product of loop length, peak power, and splitting
ratio. The longer the loop length, the smaller the peak power required to reach the first
transmission maximum. For passively mode‐locked fiber lasers operating at large normal
dispersion, a short loop length is preferred for ultrashort‐pulse generation, while nonlinear
amplifying loop mirror is designed with a gain medium placed asymmetrically in the Sagnac
loop that is a ring‐cavity interferometer. To date, this artificial saturable absorber continues to
be an effective approach to generate ultrashort pulses from passively mode‐locked fiber
lasers [8].

Other methods of the use of new materials have been extensively investigated. Most com‐
monly passive mode‐locking devices used in research laboratories and commercial fiber or
solid‐state lasers are semiconductor saturable absorber mirror (SESAM) [9]. A semiconduc‐
tor absorber mirror consists of semiconductor heterostructures embedded by a multiple‐
quantum‐well structure like GaInNAs/GaAs. Such a semiconductor absorber mirror can
achieve a recovery time of less than 1ns, but has some restrictions on the relatively narrow
bandwidth operation, the lower antidamage threshold. Even so, semiconductor absorber
mirrors have become widely commercially available and popularly utilization for environ‐
mentally robust and stable mode locking.

Various kinds of low‐dimensional materials exhibiting the advantages of ultrafast recovery
time and broadband saturable absorption have been presented for mode‐locked fiber lasers,
including carbon‐based nanomaterials, such as carbon nanotubes [10], graphenes [11].
Recently, many two‐dimensional (2D) layered materials have been investigated as broad‐
band saturable absorbers for the mode locking [12–14]. Almost at the same time, another kind
of nanomaterials, that is, the so‐called topological insulators (TI), are characterized by a linear
dispersion band structure with the Dirac point similar to graphene, which possess inherent
features of broad response with a flat broadband wavelength absorption as well as high
flexibility. This type of material includes bismuth telluride (Bi2Se3) and antimony telluride
(Sb2Te3) [15, 16]. The manufacturing technique of these low‐dimensional materials may have
more simple process, easy integration, higher modulation depth, higher damage threshold, a
broadband wavelength operation.

Most of passively mode‐locked fiber lasers are based on a ring‐cavity configuration, which
conventionally contains a wavelength division multiplexer for the delivery of the pump energy
to the cavity, a segment of gain fiber with the core doped by rare‐earth ions, an isolator that
provides the unidirectional travelling wave inside the cavity, a beam splitter for the output, a
polarization controller, and a saturable absorber for the mode locking. In addition, a spectral
filter or other optical elements may be inset into the cavity for the lasing stabilization. In an
all‐fiber scheme, the cavity contains the active medium and few fiber elements, which offer
lower loss for laser pulses. For mode‐locked ring‐cavity fiber lasers, the fundamental repeti‐

High‐Energy and Short‐Pulse Generation from Passively Mode‐Locked Ytterbium‐Doped Double‐Clad Fiber Lasers
http://dx.doi.org/10.5772/63900

283281



tion rate is determined by its cavity length L, the relation expression is as follows: repetition
rate =c/nL, where c and n represents the speed of light, and refractive index respectively. On
the state of the so‐called harmonic mode locking (HML), the repetition rate can be two or more
integer times of the fundamental repetition rate.

To improve the performance of the interaction of nanomaterials and light in fibers, various
types of nanomaterial‐based saturable absorbers have been demonstrated. For instance, a
transmission‐mode film‐like saturable absorber is fabricated by nanomaterial‐polymer
composites sandwiched between two fiber ferrules in a standard fiber connector [10, 11].
Figure 2(a) shows the typical configuration of a transmission‐type saturable absorber. This
composite can be constituted by several easy fabrication and integration methods of sputter‐
ing, direct synthesis or deposition on the end surfaces of optical fibers, whereas there is a direct
physical contact, that is, the laser light is directly transmitted through the nanomaterial film.
It is noticed that there may be thermal and mechanical damages within the limited interac‐
tion length for high‐energy pulsed fiber lasers. A promising alternative is lateral interaction
with the evanescent waves of the fiber. The saturable absorbers with the evanescent wave
interaction have been demonstrated by several fiber structures including tapered fiber [11], D‐
shaped fiber [13], etc. The structures and lateral interaction process of the tapered and D‐
shaped fibers are shown in Figure 2(b) and (c). The evanescent wave is generated by total
internal reflection of rays at the boundary of the fiber core with a lower index of clad medi‐
um. The nanomaterials like carbon nanotubes that contained in the lower‐index region can
raise the nonlinear reflection coefficient due to evanescent wave absorption along the fiber in
a longer nonlinear interaction length in a centimeter scale. This configuration is compatible
with the fiber format and easy to add the saturable absorber in the cavity by using simple fiber
fusing splicing technique.

Figure 2. Typical configuration of transmission‐type saturable absorber (a), evanescent field interaction of the D‐shap‐
ed fiber (b), and tapered fiber (c).
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Figure 2. Typical configuration of transmission‐type saturable absorber (a), evanescent field interaction of the D‐shap‐
ed fiber (b), and tapered fiber (c).
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Mode‐locked silicate‐based fibers lasers doped by rare‐earth ions have been demonstrated
directly operating around 1 μm, 1.5 μm, and 2 μm with very high optical efficiencies. There
have also been reported that mode‐locked fiber lasers based on Raman cascading, frequency
conversion, and other nonlinear processes. The group velocity dispersion of silica fiber is
normally positive at 1 μm. Many studies have demonstrated that all‐normal dispersion
passively mode‐locked fiber lasers can generate various kinds of pulses [17], like dissipative
solitons, similaritons, noise‐like solitons, and soliton rains.

Dissipative soliton pulses refer to those confined wave packets of light in nonlinear optical
systems with the balance of nonlinear gain, loss mechanisms. Dissipative solitons generally
show large linear chirp with high pulse energies due to the large dispersion experienced in
the fiber cavity and possible realization of larger compression ratio by means of simple chirp
pulse compression techniques. Dissipative solitons offer highly desirable properties for some
direct application and as the seed laser for pulse amplifier system, such as short light pulses
of high pulse energies and the improved output stability with compactness, efficiency, and
reliability.

An effective method of reducing the repetition rate of passively mode‐locked fiber laser is to
elongate the cavity by simply adding fiber lengths, and at this time, high‐energy ultrashort
pulses can be obtained by this effective approach. This method is well suited for fiber lasers
where the resonator cavity may reach length in excess of one mile and generate higher energy
pulse while maintaining a compact structure [18]. All‐normal dispersion passively mode‐
locked ytterbium‐doped fiber laser in a sense offers an ideal laser source of low repetition rate,
long duration, and high‐energy pulses suitable for a range of applications.

Passively mode‐locked fiber laser yields a relatively lower pulse energy in the ultrashort
duration because of mode confinement of conventional single‐mode fiber. Also, the longer
fiber enhances nonlinearities like stimulated Raman scattering and self‐phase modulation,
which lead to the distortions of the pulse and instability of the mode locking. Today, for the
sake of the high-energy laser pulses with available pump power in many application fields
like micromachining, many researchers pay their attentions to the use of double‐clad fiber for
high‐power fiber amplifiers and lasers. The double‐clad fiber can be pumped by high power
laser diodes to get the higher gain [19–21], where the pump light is coupled into the larger
inner cladding with a higher numerical aperture.

2. Simulation of passively mode‐locked ytterbium‐doped fiber laser

Ultrashort‐pulse propagation in optical fiber can be accurately modeled by one or more
coupled partial differential equations. Various of simulation methods with different theoreti‐
cal models have been introduced to study laser pulse phenomenon and dynamic processes in
the cavity with the parameters of dispersion, nonlinearity, gain, loss, etc. The well‐known
master mode‐locking equation first proposed by H. A. Haus [22], which being a perturba‐
tion from the nonlinear Schrödinger equation, has the capacity of describing both the energy
saturation and the pulse stabilization process. To prove the possibility of stable pulse gener‐
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ation in the presented cavity, numerical simulation of the generalized nonlinear Schrödinger
equation is performed here, which provides an insights into the mode‐locking dynamics of
ytterbium‐doped fiber lasers and directs to the performance optimization for the pulses.

The whole cavity is schematically shown as an analytical model in Figure 3. The main
parameters of each fiber can be found in Table 1. Firstly, we have numerically simulated the
pulse propagation and formation in the cavity governed by the following equation [23]:
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where A is the slowly varying envelope of the optical field, z is the axial distance, τ is the local
time, α accounts for the loss, γ is the nonlinear coefficient of fiber, which accounts for the self‐
phase modulation effect, and β2 is the second‐order derivative of the propagation constant.
During each cavity round‐trip time, the pulse goes through different cavity components, and
the output from one component is used as the input to the other, as described in Figure 3. Also,
the pulse goes through the saturable absorber with a nonlinear loss and through the coupler
with a fraction of the pulse energy outputted. The fiber parameters were chosen to match the
measured or specified parameters of different elements used in the experiment.

Figure 3. Proposed model of passively mode‐locked fiber laser. YDF, ytterbium‐doped fiber; SMF, single mode fiber;
OC, output coupler; SA, saturable absorber.

Fiber type β2 (ps2 m-1) β3 (fs3 m-1) γ (W-1 m-1) Length (m)

Ytterbium‐doped fiber 0.021 0.0254 0.0048 10

Other fiber elements 0.022 0.0254 0.0044 5

Hi1060 fiber 0.022 0.0254 0.0044 20 or Var.

Table 1. Summary of the fiber parameters used in the simulation.
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The parameter g denotes the gain coefficient of ytterbium‐doped fiber, which can be descri‐
bed as the gain function and approximately expressed by:

0
i

pulse

sat

gg E1 E

=
+ (2)

where Esat is the saturation energy due to the limited pump power, which is defined as
Esat = (hv / σ)Aeff with the dependence of pump power. The pulse energy Epulse is given by

Epulse = ∫TR/2
−TR/2

|A(z, τ)| 2dτ , where TR is the cavity round‐trip time. The same small signal gain

g0, depending on the doping concentration, can be assumed to be constant if only a small
fraction of the pump light is absorbed provided an approximation of uniform pumping.
Ytterbium‐doped fiber is modeled with a total unsaturated gain of 30 dB, corresponding to
these parameters: g0 =6.9m−1 and Esat =1nJ. Ωg  is the gain bandwidth of ytterbium‐doped fiber,
which is related to the bandwidth Δλ through Ωg = |2πc /λ 2 | ∆λ, where ∆λ  is chosen to be
55nm bandwidth.

The parameter β2 represents dispersion of the group velocity contributing to time‐domain
broadening of laser pulse, that is, the so‐called group velocity dispersion, which is common‐
ly used by physicists in units of ps2 ∆m−1. For optical fibers, the group velocity dispersion
usually refers to the chromatic dispersion parameter D that defined as a derivative dβ1 / dλ,
which is also used in practice with the relation of β2 and n as: β2 = − (λ2 / 2πc)∆D, where λ is the
operating wavelength. The higher order dispersion and higher order nonlinear effects were
ignored in simulations. Fiber nonlinear parameter γ relates the wavelength λ and effective area
Aeff to the nonlinear index n2 with an expression as: γ=2πn2 / λ0Aeff, when the radial field
distribution is known.

Nonlinear transmission of the saturable absorber can be described by T=exp − (αl + αnl) , where
αl is nonsaturable absorption loss, and αnl denotes power‐dependent nonlinear absorption loss,
which is given by αnl =α0 / (1 + P(τ) / Psat), where α0 is the saturable loss due to the absorption,
that is, the modulation depth. P(τ) is the instantaneous pulse power and Psat is the saturation
power of the saturable absorber. The saturable loss, which acts as an equivalent‐filtering effect,
has a significant impact on the pulse duration and bandwidth of laser pulse. It is expected, for
high power/energy pulse, that the saturable absorber with a larger modulation depth can be
used in a fiber laser with large normal dispersion and strong nonlinearity. The further increase
of the modulation depth should be carefully designed due to the limitation of the nonsatura‐
ble loss. One probable way for the increase of modulation depth is to reduce the evanescent
field leaking of D‐shaped fiber and enlarge the evanescent field interaction with the satura‐
ble absorber by lengthening the fiber D‐shaped domain. Here, the parameters of the satura‐
ble absorber in the simulation model are as follows: αl =45%, α0 =27%, and Psat =1000W.
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2.1. Numerical simulation and results

All optical fibers in the model above have normal dispersion within the laser spectral range.
A 20 m length of Hi1060 fiber was inserted into the cavity aiming to increase the cavity length.
The total dispersion is calculated to be about 0.75 ps2. Eq. (1) has been solved with the standard
split‐step Fourier method. The simulation field is represented on a temporal grid (and via the
Fourier transform on a frequency grid) consisting of 211 points with a width of 0.2 ns. One
initialized weak signal was introduced into the round‐trip propagation in the cavity, and this
pulse consecutively experiences each action of cavity components along the routes.

Figure 4. Transient evolution of the pulse width (a) and peak power (b).

Figure 5. Pulse profile and chirp (a), and spectrum (b) of mode‐locked laser. The inset is the spectrum in decibel scale.

After a finite number of round trips, the pulse started to converge into stable dissipative soliton
solutions. The simulation results indicate that stable solutions do exist in such a laser, which
can be confirmed from the peak power and pulse duration evolutions as shown in Figure 4.
The pulse duration is ∼40.6 ps and the spectral edge‐to‐edge bandwidth is 11.2 nm as shown
in Figure 5, which both evidently indicate that the pulses are highly chirped. As shown in
Figure 5(b), the spectrum on a linear scale and a logarithmic scale is characterized by their
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steep edges, that is, the so‐called M‐shaped optical spectra. The higher peak power of the pulse
after amplification by gain fiber induces a substantial nonlinear phase shift in the single‐mode
fiber, which results in sharp peaks on the spectrum edges. The gain and loss coexist in the
dissipative system and play an essential role in the formation of dissipative solitons. Thus,
dissipative soliton must be self‐organized and its dynamics differ from that of the conven‐
tional soliton. It is noted that the saturable absorber has a nonlinear transmission depending
on the light intensity, and the nonlinear phase shift is gradually varied in the process of gain
saturation when an initial pulse is circulating in the cavity [24].

Figure 6. Evolution of the pulse width and spectral bandwidth in one cavity round trip.

The evolutions of the pulse duration and spectral edge‐to‐edge bandwidth in one cavity round
trip are shown in Figure 6. It can be seen that the significant broadening of the duration and
spectral width of the pulse after passing through the gain fiber. The large normal dispersion
of a long segment of single‐mode fiber induces large and positive chirp. The nonlinear phase
shift broadens the spectrum of the pulse, while strong chirping induced by normal cavity
dispersion enlarges the pulse pedestals, which are the lower intensity red‐shifted and blue‐
shifted spectral weights located at both pulse edges in time‐domain. When the pulse is
travelling throughout the saturable absorber, pulse duration and spectrum width could be
compressed. Here, the saturable absorber plays a key role of providing an effective filtering
function to stabilize the mode locking.

When the cavity length was increased to 60m, the total cavity dispersion is up to ∼1.3 ps2. The
laser works on a larger normal dispersion regime without dispersion compensation in this
model as the same above. Simulation results showed that the stable pulse obtained with the
pulse duration of 76.5 ps and the corresponding spectral width of 9.6 nm. With the larger
positive dispersion, the stable pulses have been obtained again but highly chirp. Comparing
the pulse characteristics of these two cavities, the broadened pulse induced mainly by self‐
phase modulation in the longer cavity has lower peak power, and both of the equivalent filter
effect and lower self‐phase modulation result in the narrower spectrum.
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For the deliverable high energy of the pulse, the stabilization of mode locking should be
ensured in a normal and large cavity dispersion accompanied with a high nonlinearity. A
spectral filter, which is added in such a laser cavity, can be considered as an effective absorb‐
er in the spectral domain to cut off the temporal wings of the pulse and stable the mode locking.
It is assumed that the spectral filter has a Gaussian profile, so the spectral filter is numerical‐
ly implemented in the model by a function as: T(ω)=exp − (ω / Ωf)2 , where ω is the angular
frequency, and Ωf is the bandwidth of the spectral filter. The influence of the spectra filter‐
ing on pulse shaping could be investigated for the stabilization of the mode locking, as well
as the performance optimization of the pulses [25].

3. Mode‐locked ytterbium‐doped fiber laser with carbon nanotubes

Single‐walled carbon nanotube is an enrolled two‐dimensional graphene honeycomb sheet
with a diameter of typically 0.6–2 nm and a length distribution ranging from tens of nanome‐
ters to several micrometers. Depending on their chirality [26], single‐walled nanotubes exhibit
two different electrical properties, metallic or semiconducting. Semiconducting nanotubes
have an energy band gaps like those in ordinary semiconductors; thus, photons having
corresponding wavelength are absorbed. Single‐walled nanotubes are a kind of promising
material as saturable absorber for passive mode locking because the bandgap energy can be
controlled by the tube diameter, which would be applied for different spectral ranges.

The absorption loss and modulation depth of the nanotubes‐based saturable absorber can be
adjusted by changing the concentration of nanotubes, the interaction length of light with
nanotubes, nonsaturable loss of fiber structure, and substrate materials. To study the effect of
modulation depth on the mode locking in a larger normal dispersion cavity with high
nonlinearity, the evanescent field used here is from the D‐shaped fiber that was fabricated by
ablating part of the cladding of single mode fiber by the femtosecond laser‐induced water
breakdown method [27]. Top‐ and side‐view microscope images of the as‐prepared D‐shaped
fiber are shown in Figure 7(a). Averaged distance between the core and the flat face of the fiber
is about 7 μm, and the entire length of D‐shaped fiber is 900 μm. Measured insertion loss of
the D‐shaped fiber is about 0.6 dB which guarantees the lower loss in the cavity. Secondly, the
commercial solution of single‐walled carbon nanotubes with the purity of approximately 95%
was used in the experiments. The diameter distribution of nanotubes is around 1.5 nm. The
nanotube solution was further diluted to be a concentration of 0.05 wt% with a ten‐hour
ultrasonically agitated process to minimize bundling of nanotubes. Finally, the well‐dis‐
persed aqueous solution was sprayed on the D‐shaped surface of the fiber. These devices were
dried out in a vacuum oven at the temperature of 40 °C for 30 min carefully adjusted to reduce
agglomeration and detaching of nanotubes. Simple encapsulation for these saturable absorb‐
ers was performed to avoid unexpected damage. A microscope image of the nanotube–
deposited D‐shaped fiber is shown in Figure 7(b). The transmission values of the saturable
absorber were recorded by using the ultrashort‐pulse fiber laser with a MHz repetition rate at
different average power. The results for both the D‐shaped fiber with nanotubes and with‐
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out nanotubes are presented in Figure 7(c). The result shows that the transmissivity can be
changed with the increase of the input power indicating the existence of saturable absorp‐
tion. The power‐dependent transmissivity induced by nanotubes can be decreased to ∼28%.
Nonsaturable loss induced by both D‐shaped fiber and other impurities is about 21%. The
modulation depth of about 51% can be provided, which is higher and sufficient.

Figure 7. (a) Top‐view and side‐view microscope images of a D‐shaped zone in fiber, (b) microscope image of carbon
nanotube–deposited D‐shaped fiber, and (c) transmissivity curves of saturable absorber and D‐shaped fiber versus the
input power.

3.1. Ultrashort‐pulse generation

The presented experimental setup is schematically shown in Figure 8(a). A side‐pumping
scheme of ytterbium‐doped fiber was taken as the gain fiber pumped by 915‐nm laser diode
through a fiber combined with a coupling efficiency of 90%.

A lower absorption coefficient of gain fiber could suppress thermal effects to some extent, a
10‐m‐long ytterbium‐doped double‐clad fiber (Nufern SM‐YDF‐5/130) with a cladding
absorption coefficient of 1.16 m-1 at 915 nm. The dispersion and nonlinear coefficients of
ytterbium‐doped fiber are 0.02ps2 · m−1 and 0.0048W−1 · m−1, respectively. A 20‐m‐long single‐
mode fiber was employed to extend the cavity length, which correspondingly decreased the
repetition rate. An optical coupler (OC) provided a 20% output ratio. The dispersion and
nonlinear coefficients of single‐mode fiber are 0.022 ps2 · m−1 and 0.0047 W−1 · m−1, respective‐
ly. The total length of laser cavity is ∼36.5 m with the all‐normal cavity dispersion of
∼0.76 ps2.

Self‐starting mode locking has been achieved at the pump power of ∼0.6 W by appropriate‐
ly adjusting polarization controller. The self‐consistent pulse evolution and stable mode
locking indicate that the saturable absorber performs a filtering‐equivalent function by the loss
depending on light intensity to promote and stabilize the mode‐locking operation in all‐normal
dispersion cavity as we expected. The pulse train generated has been observed by the
oscilloscope trace as shown in Figure 8(b). The pulse sequence was traced up to 2.5 μs by an
oscilloscope connected with a high‐speed photodetector (3 GHz). The figure exhibits the
round‐trip time of ∼178.7 ns corresponding to the repetition rate of 5.59 MHz, which is
consistent with the cavity length.
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The temporal profile and spectral of the pulse recorded at the pump power of 2 W are shown
in Figure 8(c) and (d). The spectrum was measured by a spectrometer with the resolution of
1 nm (Ocean Optics Inc., HR4000). The operation wavelength is around 1085 nm, which
indicated nearly four energy‐level lasing behavior of ytterbium ions. The pulse duration is
46.6 ps, and the spectrum has an approximately M‐shaped profile on a linear scale with a
bandwidth of ∼12.8 nm, which implies that the mode‐locking operation in the dissipative
soliton regime. The pulse duration could be further decreased to 941 fs from the outside cavity
simple compression by using a segment of single‐mode fiber with negative dispersion. The
near Gaussian fitting shape of the pulse suggests that linear chirp dominates across the pulse
in the cavity.

Figure 8. (a) Schematic diagram of mode‐locked fiber laser, (b) oscilloscope traces of pulse train, (c) pulse profile trace
of the pulse, and (d) output spectrum (the inset is the spectrum in a log scale).

When the pump power was increased to 3.5 W, the corresponding pulse duration was enlarged
to 62.6 ps, and the spectral width was broadened to 16.3 nm. The output power was almost
linearly increased to 162 mW, and the corresponding pulse energy was raised to ∼29 nJ. The
experimental results manifest that the evanescent‐field interaction scheme and large modula‐
tion depth of the saturable absorber would be preferentially chosen for the achievement of
high‐energy pulses. Mode‐locked fiber lasers could be robust against optical wave breaking
due to the linear chirp across the pulse, showing a stretched pulse with the duration up to a
few or even several hundred picoseconds.
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Unlike nonlinear polarization rotation effect, various new nanomaterials hardly generate fs‐
level ultrashort pulses directly from the laser oscillators [28]. A robust self‐starting picosec‐
onds ytterbium‐doped fiber laser is easy to be realized by using one of other 2D materials or
topological insulators, at the aspect of characteristics of the pulses, those results are similar to
these of carbon nanotubes yet. The pulse duration is limited by large normal dispersion, while
the larger linear chirp dissipative solitons pulses are easy to be compressed. So the research
interests are focused on various pulses dynamics of stable, self‐starting mode locking of the
fiber lasers in all‐normal dispersion regime.

3.2. Nanosecond‐level pulse generation

Carbon nanotubes have been demonstrated it suitable for stable long‐duration pulse mode
locked in all‐normal dispersion regime [29]. Absence of nonlinear polarization evolution
dynamics gives giant chirped pulses that can be suitable for compression. Here, an ultralong
cavity ytterbium‐doped fiber laser mode locked by nanotubes‐based saturable absorber has
been experimentally investigated. It is used a saturable absorber with the unsaturated loss of
∼57.8% and the modulation depth of ∼4.7%. The ring cavity was elongated by an one‐
kilometer‐long single‐mode fiber (YOFC, C1060), which results in an ultralong laser cavity
with the length of 1021 m.

Figure 9. Characteristics of noise‐like pulses. Train trace (a), single pulse (b) and optical spectrum (c).

Figure 10. Characteristics of soliton rains. Train trace (a), single pulse (b), and optical spectrum (c).

Stable mode‐locked pulses were obtained by slightly adjusting PC at the pump power of
0.81 W. The amplitude of the pulse was increased with the increase of pump power until the
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power of 1.81 W, which changing into a state of multipulses. The pulse sequence and single
pulse, which is a typical noise‐like pulse, have been measured and shown in Figure 9(a) and
(b), respectively. The repetition period of the pulse is approximately 5 μs. The pulse dura‐
tion is approximately 292.6 ns. When the pump power was 1.81 W, another stable state, that
is, soliton rains, could be obtained with carefully adjusting the polarization controller.
Figure 10 shows the pulse train, single pulse, and the spectrum of the fiber laser at the pumping
power of 1.93 W. Within each pulse period, the pulse contains background noise, drifted pulse,
and phase‐condensed soliton. The intensity of the drifted pulse is about 10% of the phase‐
condensed soliton. The pulse width of phase condensation soliton is about 102.5 ns at 3 dB, as
shown in Figure 10(b). The steady soliton rains cannot be maintained once the pump power
is above 1.93 W. The maximum output power is ∼40.3 mW with single pulse energy of ∼201.5 
nJ. Output spectra of the noise‐like pulses and soliton rains have been measured and shown
in Figures 9(c) and 10(c). It can be seen that both spectra have several central wavelengths
indicating that the presence of filtering effect in the cavity could be used as a multiwave‐
length short‐pulse fiber laser.

Recently, it has been reported that the generated pulses of an ultralong cavity fiber laser can
deliver microjoule‐level energy in the nanosecond range [30]. In the all‐normal dispersion fiber
laser systems, the stable mode‐locking pulses exhibits that the formation of pulse shaping is
the product of complicated processes of energy conversion. Various nonlinear effects such as
self‐phase modulation, dispersion wave, peak clamping, which have strong influence on the
stability of mode locking, and combining with high cavity dispersion can lead to complex
pulsing phenomena, like wave‐breaking of the soliton pulse as noise‐like pulses in the results
above. On the other hand, the Raman‐induced noise‐like pulses can be realized by the Raman
effect in a fiber laser with high nonlinearity and dispersion [31].

4. Amplification of short‐pulse fiber lasers

Because laser pulses that extracted from the master oscillator are generally of relatively low
energies, an additional external amplifier is required for the enhancement of the pulse energy,
which is of key importance of power scaling of fiber lasers for the wide applications. Ytterbium‐
doped fiber laser systems are excellently suited to generate and amplify ultrashort laser pulses
due to their large amplification bandwidth supporting pulse durations of few hundred
femtoseconds. This approach is benefited from the simple fiber connection between the
oscillator and the amplifier. There are mainly two methods, that is, the chirped pulse ampli‐
fication (CPA) and the master oscillator power amplification (MOPA).

For the CPA technique, ultrashort pulses are amplified by time stretching of the original pulses
and later recompress them back into a short duration after the fiber amplifier [32]. The chirped
pulse amplifier system, as schematically shown in Figure 11, is composed of a seed laser, a
pulse stretcher, amplifier chains, and a pulse compressor. The duration of laser pulses is firstly
increased temporally to a much longer duration of the order of 1ns, that is chirped by using a
pulse stretcher, for example a grating pair, fiber chirped Bragg grating, etc., which reduces the
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peak power to a level so that the nonlinear effects in the gain medium can be avoided. The
stretched pulse was amplified in next amplifier system, which typically consisted of large‐
mode area single‐mode fiber or photonic crystal fiber (PCF) gained by multimode laser diodes,
allowing more peak power generation below the limit of nonlinear optical intensity effects.
Finally, a low‐loss compressor is used to temporally compress the pulses to a duration similar
to the input pulse duration. The pulse stretcher is necessary for the amplification of ultra‐
short pulses. Or otherwise, high nonlinearities in the fiber induced by high optical peak power
in ultrashort pulses would affect the recompression to an ideal short pulse in the final
compression part. Of course, the compressor also needs to tolerate high peak powers with‐
out introducing nonlinear distortions.

Figure 11. Schematic diagram of the chirped pulse amplifier for ultrashort‐pulse fiber laser.

Femtosecond fiber amplifier systems have the potential for millijoule pulse energies at
megahertz repetition rate. Fox example, a ytterbium‐doped fiber amplifier system has
delivered millijoule level pulse energy at repetition rates above 100 kHz corresponding to an
average power of more than 100 W, the compressed pulse is as short as 800 fs [33], where a
short‐length PCF with 80‐μm core diameter is employed, which allows the pulse energies up
to 1.45 mJ with a stretched pulse duration of 2 ns. Scaling up of pulse energy in an ultrafast
fiber laser has been demonstrated that the simultaneous generation of 60 W of compressed
average power at 100 kHz, together with 320 fs and 600 μJ pulses [34].

Highly chirped pulse fiber oscillators may create powerful all‐fiber generator‐amplifier
systems, that is, the so‐called master oscillator power amplifier (MOPA), which is an attrac‐
tive technology to achieve picoseconds‐level laser pulses with higher average output power
and peak power [35–38]. The master oscillator power amplifier, as shown in Figure 12,
generally consists of a laser oscillator that produces the weak seed pulse and series of amplifiers
that increase the laser power to the required level. Chirped pulses from the generator are
directly fed to an amplifier without the use of a stretcher or a modulator and compressed after
one or more amplifying stages. In addition, the chirped pulses coming out of the master
oscillator in the normal dispersion regime, like dissipative solitons, whose energy exceeds the
energy of classical solitons by tens or hundreds of times because of longer duration at the same
peak power, can be further increased to the required level in one power amplifier, as well
compressed by an external compressor.
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Double‐clad fibers have been extensively used to build fiber amplification systems, exhibit‐
ing desirable characteristics such as high gain, good efficiency, and excellent beam quality. A
diode‐pumped mode‐locked ytterbium‐doped fiber seed laser followed by two fiber amplifi‐
ers has been demonstrated [36], where both fiber amplifiers with the design of large‐mode area
were cladding pumped. The oscillator produced 30 pJ, 1.8 ps pulses. After two‐scales ampli‐
fying, the output pulses compressed by 830 grooves/mm gratings produced high‐quality 400
nJ pulses with a pulse duration of 110 fs at average power levels in excess of 25 W. A carbon‐
nanotube‐based master oscillator power amplifier has also been reported that a compact
picosecond‐level pulse fiber laser with high average power [37]. The seed laser that is the
nanotube‐based mode‐locked Nd:YVO4 laser is further amplified with a single‐stage fiber
amplifier. An amplified pulse with a pulse width of 15.7 ps, pulse energy of 244 nJ, has been
achieved with an average power of 20 W at a repetition rate of 82 MHz. A fiber amplifier
contains a seed source and two‐scale amplifiers in that the gain fibers are different size double‐
clad fibers to suppress the nonlinear effects, and single pulse energy of 4.56 μJ with a pulse
width of 0.62 ns at 26.3 MHz has been realized [38]. These systems present simple and practical
fiber‐based solutions for high‐average‐power ultrashort‐pulse laser applications.

Figure 12. Schematic diagram of a master oscillator power amplifier system.

Fiber nonlinearity is proportional to the length of fiber and inversely proportional to the fiber
core size. The developed large‐mode area double‐clad photonic crystal fiber can be consid‐
ered as a possible approach to overcome many of the difficulties as mentioned above. These
amplifiers enabled by advancements in photonic crystal fiber manufacturing technology can
generate kilowatts to multigigawatts of peak power using direct amplification showing
excellent conversion efficiency, diffraction‐limited beam quality.

5. Typical applications of short‐pulse mode‐locked fiber lasers

Fiber laser sources with nanosecond pulses have great potential in a variety of applications
requiring low temporal coherence, such as optical metrology, or sensor interrogation based on
low‐coherence spectral interferometry technology. Furthermore, the applications of fiber‐
based master oscillator power amplifier sources can also extend to industrial fields, such as
laser marking, engraving, and other micromachining in various materials, particularly suitable
for cutting high reflectivity materials like titanium, copper [39], silver [40]. Other successful‐
ly commercial examples include the high‐resolution 3D imaging lidar system [41], nonlinear
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frequency conversion [42], etc. The pulse duration of ultralong cavity mode‐locked fiber laser
may be up to several or even hundreds of nanoseconds with higher energy. In contrast to the
Q‐switched lasers, obviously, there would be the limited range of direct applications. For this
reason, the interests would focus on the high‐chirp solitons or dissipative solitons resonance
with the duration as long as nanoseconds that can further be compressed into a picosecond
level.

All‐fiber subnanosecond lasers have great potential application in the generation of wide‐
band supercontinuum (SC) source [38]. The supercontinuum laser source is the widely
broadened spectrum generated by strong nonlinear effects using highly nonlinear fibers. The
output power of this novel supercontinuum light source is high by using the small core fibers,
so that the supercontinuum source is of interest to many kinds of applications. For example,
an ultrahigh‐resolution optical coherence tomography (OCT) has been investigated by using
the ultrashort‐pulse fiber supercontinuum source as fiber‐based, high‐power, wideband
sources [43].

Laser beam at the output of the fiber can be easily focused in a spot with a radius of ∼μm, a
few nanojoules of energy in a tens femtoseconds pulse resulting in intensities on the order of
∼GW/cm2. So, ultrashort laser pulses would not induce heat diffusion during the fast
interaction with objects such as various materials and living structures, that is, free from cracks
and melting and other thermal effects [44]. For ultrashort laser pulses with the duration below
several picoseconds, the pulses interacting period is generally shorter than the lattice heat‐
ing time, which is necessary for energy diffusion processes for most materials. Ultrashort‐pulse
fiber lasers presently have provided a stable and reliable platform for many applications.

Material micro‐ and nano‐machining has been for a long time identified as an important and
the largest market for high‐power/energy ultrashort‐pulse fiber lasers [45]. High pulse
intensities are widely used for permanent transparent material modification. In addition, these
extremely high power densities of the pulses resulting in a highly localized disruption of the
material matrix with very little energy deposited and few heat transferred to the surround‐
ing material. This is a so‐called laser cold process. A clear processing edge formed by laser
ablation is of key importance for medical, photovoltaic, and semiconductor industry, espe‐
cially for thermally sensitive material, like nitinol shape memory alloys, bio‐absorbable
polymers like polylactic acids, glass, etc. [46]. In comparison, nanosecond laser pulses
micromachining in glass or other materials would leave an undesirable heat‐affected zone,
numerous stress fractures, and micro‐cracks around the processing edge.

Although known as a cold ablation process, by precisely controlling localized heat accumu‐
lation to melt material accompanying with the inhibition of shrinkage stress by producing
embedded molten pool by nonlinear absorption process, ultrashort laser pulses at high
repetition rates (hundreds of kHz and above) have been applied into micro‐welding of
materials including glass and plastic, silicon and glass, and medical piece part [47].

Ultrashort‐pulse laser make them ideal sources for time resolved measurement of the faster
physical and chemical phenomenon. By controlling the optical carrier frequency and the carrier
phase of ultrafast lasers, optical frequency combs, spectroscopy and precision metrology of
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optical frequency transitions and natural constants have been realized. Pump‐probe measure‐
ments can use ultrashort laser pulses to measure and determine the evolution of a series of
ultrafast processes in many kinds of materials, molecules or even in internal states of atoms,
with the advantage of shortening the transient behavior resulting from the optical excitation
[48]. Femtosecond laser pulses with modest energies generating the intensities above 1015 

W/cm2 are used to determine the elements of the sample in a technique called femtosecond
laser‐induced breakdown spectroscopy (fs‐LIBS) [49].

Ultrashort fiber lasers are developing rapidly in the medical and biology applications. These
laser pulses can be used as a laser scalpel directly to medical treatment on the one hand. The
advantages of accuracy, absence of thermal interaction, and safety have been accepted by a
wide customer. On the other hand, the indirect applications refer to high precision and high‐
quality medical devices, such as stents, implants, and catheters, requiring sophisticated
manufacturing techniques, which are available from medical industrial manufacturing
processes. An example has been reported in 2014, the multifunctional biochips for realizing
high‐performance biochemical analysis and cell engineering [50].

In conclusion, passively mode‐locked ytterbium‐doped fiber lasers operating in the normal
dispersion regime have been firmly established in the field of various short‐duration pulses,
and attracted increasing attention due to their compactness, low cost, and widespread
applications. Various technologies have been developed with the aim to realize short‐pulse
all‐fiber laser sources with the desirable energies, durations, average powers and beam quality,
as well the environmental stabilization and reliability. This chapter is intended to smoothly
understand each topic on this field and has the interest to further read and explore high‐energy
short‐pulse generation and their applications.
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Abstract

Ultra-short laser pulse interaction with materials has received much attention from
researchers in micro- and nanomachining, especially for the generation of nanoparti‐
cles  in  liquid  environments,  because  of  the  straightforward  method  and  direct
application for organic solvents. In addition, the colloidal nanoparticles produced by
laser  ablation  have  very  high purity—they are  free  from surfactants  and reaction
products or by-products. In this chapter, nanosecond, picosecond and femtosecond
laser pulse durations are compared in laser material processing. Due to the unique
properties of the short and ultra-short laser pulse durations in material processing, they
are more apparent in the production of precision material processing and generation of
nanoparticles in liquid environments.

Keywords: lasers, laser ablation, nanoparticles, pulse duration, nanosecond lasers, pi‐
cosecond lasers, femtosecond lasers

1. Introduction

Different laser pulse regimes (nanosecond, picosecond and femtosecond) were used not only
to generate nanoparticles but also to manipulate them. Different laser wavelengths were selected
to reduce the size of the nanoparticles and change their morphology. The study in this filed
focuses on using different laser types and parameters to generate and manipulate of micro- and
nanomaterials. Researchers have used different types of lasers not only to produce new materials
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but also for precise micro- and nanomachining. Generating lasers with short and ultra-short
pulse duration leads to high-precision laser processing. Lasers with pulse durations in the
femtosecond to picosecond range demonstrate a significant development in quality for different
materials in comparison with nanosecond or longer laser pulses [1]. In addition, using pulsed
lasers to produce nanoparticles in liquid environments is a promising alternative to chemical
methods for the production of totally ligand-free colloidal nanoparticles [2].

In general, for laser material processing, two different laser pulse duration regimes are used:
long pulse duration, such as nanosecond pulse duration, which generates quite a significant
heat-affected zone in the material because “the pulse duration is longer than the thermalisation
time of most metals” [3]. This type of laser is suitable for removing materials or ablation. Short
pulse duration (picosecond laser) and ultra-short pulse duration (femtosecond laser) yield
better results, suited to the production of high-precision micro- and nanomachining. Typical
laser pulse durations for precise laser material processing are 10 ps or less. It has been shown
that suitable laser pulse durations for the micromachining of copper and stainless steel are in
the range of 10–100 ps [3].

However, there is little evidence that researchers have approached the issue of lasers in
nanotechnology in terms of precise and controllable ablation and their ability to generate
nanoparticles from different materials. Consequently, the aim of this chapter is to provide an
overview of how different laser pulses can be used in laser-material interaction and the
production of nanoparticles.

Two important parameters used to describe lasers are their pulse duration (width) and pulse
repetition rate (PRR). As shown in Figure 1a, laser pulse duration can also be described as full-
width at half of the maximum (FWHM) amplitude of the laser pulse. Pulse repetition rate or
pulse repetition frequency refers to the number of pulses emitted per second. For 1 kHz of
PRR, the time period T would be 0.001 s (see Figure 1b).

Figure 1. Pulse width or pulse duration (a) and pulse repetition rate (b) of a laser.

Two further parameters of pulsed lasers, which are especially relevant for ultrafast lasers, are
the laser’s peak power (Ppeak), which is equal to the laser pulse energy divided by laser pulse
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Two further parameters of pulsed lasers, which are especially relevant for ultrafast lasers, are
the laser’s peak power (Ppeak), which is equal to the laser pulse energy divided by laser pulse
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duration (Ppeak = Ep/τ) and the average laser power, which is equivalent to the laser pulse energy
multiplied by the pulse repetition rate (Pave. = Ep×PRR) [4].

In this chapter, the author shows the effects of different laser pulse interactions (nanosecond,
picosecond and femtosecond lasers) with materials and the ablation of nanoparticles in a liquid
environment in terms of their size, size distribution, morphology and production rate (pro‐
ductivity).

2. Pulsed laser ablation

Ultra-short laser pulse duration in the range of femtosecond laser pulses and a few picoseconds
can be used to produce high-quality and precise material processing. Ultra-short pulse
duration can only interact with electrons but longer pulse duration interacts with lattice. It is
worth mentioning that during the interaction of an ultra-short laser pulse with materials, heat
conduction is limited [5]. As a result of this, the material will be ablated within a spatial or
well-defined area with minimised mechanical and thermal damage of the ablated area on the
target. In contrast, longer (nanosecond) pulse duration irradiation on the materials leads to
continuously heating the target material. The laser pulse energy will then be spread by heat
conduction to an area outside the laser spot size, causing the irradiated target to boil and
evaporate. Boiling and evaporation of the target material leads to the production of an
uncontrollable melt layer [6]. In the case of nanosecond laser pulse duration, this problem may
be caused by imprecise machining or marking.

There is existing research on laser-material interaction [6–8]; however, these show how
differently pulsed lasers can be used for material processing, especially in nanotechnology.
Furthermore, there are relevant findings concerning laser ablation of nanoparticles in liquid
environments [9–12], and they are somewhat showing the effects of different laser pulse
durations on the ablation of nanoparticles. Even most previous research on laser-material
interaction and laser-generated nanoparticles tends to highlight laser beam parameters and
experimental setups to produce small and well-distributed nanoparticles and to precision
material processing, there is little emphasis on the optimal laser parameters to apply in laser
material processing. Moreover, little attention has been given to the conceptualisation of the
structure and phase of the nanoparticles produced by laser ablation in a liquid solution.
Consequently, an understanding of the optimal pulse regime for these applications is critical
in order to support and enhance the performance of laser material processing in nanotechnol‐
ogy.

3. Laser-material interaction at different laser pulse durations

Laser ablation of the materials starts with photon absorption, followed by the heating and
photoionisation of the subjected area on the target by the laser beam. Subsequently, the ablated
materials released from the target surface as solid fragments, vapours, liquid drops or as an
expanding plasma plume. The amount of ablated material and phase depends on the absorbed
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energy by the target material [13]. After laser-material interaction with short pulses and low
intensity, due to the inverse Bremsstrahlung, the laser beam energy will be absorbed by free
electrons from the material followed by thermalisation within the electrons, and energy
transfer to the lattice. Finally, energy will be lost due to electron heat transfer to the target
material. The energy transfer from the laser beam to the target material can be described using
1D and 2D diffusion models when this is considered rapid thermalisation in the electron
subsystem and if both lattice and electron subsystems are characterised by their temperatures
(Ti lattice temperature and Te electron temperature) [5]:
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where Q(z) is the heat flux along the z-axis perpendicular to the target material surface, S is
the laser heating source, I(t) is the laser intensity as a function of time, A is the surface
transmissivity (A = 1 − R), R is the reflectivity of the target material, α is the absorption
coefficient of the target material, Ce is the heat capacity of the electrons per unit volume, Ci is
the lattice heat capacity per unit volume, γ is the parameter characterising the electron-lattice
coupling, and ke is the thermal conductivity of the electrons. Two non-linear differential Eqs.
(1) and (2) are used to model the cooling dynamics for Te and Ti, which account for the electron-
phonon coupling and thermal conductivity of the sample material [14]. In addition, these
equations can be used to model the time evolution of the electron and lattice temperatures,
Te and Ti [15]. Eqs. (1)–(4) can be written as:
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The lattice heat capacity (Ci) is considerably higher than the electronic heat capacity (Ce); in
this case, the electrons have a very high temperature. When the Fermi energy is higher than
the electron energy, the non-equilibrium thermal conductivity and heat capacity of the electron
can be written as ke = ko (Ti).Te/Ti and Ce = C′eTe, respectively, where ko(Ti) is the conventional
equilibrium thermal conductivity of a material and C′e is a constant. In Eq. (5), a thermal
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conductivity in the lattice subsystem (phonon component) is neglected, and it has three
characteristic timescales; τe is the electron cooling time (τe = Ce/γ), τi is the lattice heating time
(τe << τi) (τi = Ci/γ), and τL is the laser pulse duration. In laser-material interaction, these
parameters define three different interaction regimes: nanosecond, picosecond and femtosec‐
ond [5].

Zimmer [16] proposed a model for the analytical solution of the laser-induced temperature
distribution across internal solid-liquid interfaces (see Figure 2a). It was shown that high solid
surface temperature can be obtained with short laser pulse durations, sufficient interface
absorption and high absorption liquids. As shown in Figure 2b, in the case of using a nano‐
second laser (20 ns), the temperature of the liquid environment is quite higher than that of the
transparent solid material.

Figure 2. Diagram showing laser heating of a solid-liquid interface. IL is the laser absorption, T is the temperature dis‐
tribution in both materials, and JI is the heat conduction across the interface [16].

3.1. Nanosecond laser

It was shown that the laser pulse duration has an effect on both the material ablation thresholds
and penetration depths. Long pulse duration or increasing laser pulse duration increases the
threshold fluence and decreases the effective energy penetration depth [1]. Low-intensity long
laser pulse interaction with a target material firstly heats the surface of the target due to the
absorbed energy, which leads to melting and vaporisation. It should be noted that vaporisation
of the target requires much more energy than melting. “In case of low laser intensities the
created vapour remains transparent for the laser radiation”. The electron and lattice (ion)
temperatures are equal (Te = Ti = T) [6]. In other words, if the laser pulse duration is long in
comparison with the electron-phonon energy-transfer time (τL >> τi), the electrons and lattice
temperatures will remain at the same thermal equilibrium point (Te = Ti = T) [5, 17]; as such,
Eq. (5) reduces to the heat equation:
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In nanosecond laser beam interaction with material, the surface of the target material will be
heated to melting point and then to vaporisation temperature. During the laser-material
interaction, energy will be lost as heat conduction into the target material; the heat penetration
depth (l) is given by l ~ (Dt)1/2, where D is the heat diffusion coefficient and is given by (D =
ko/Ci). It can be noted that for this regime of lasers, the condition DτLα2 >> 1 is fulfilled, for
example the thermal penetration depth is quite larger than the optical penetration depth [18].
The energy deposited in the target material per unit mass is given by Em ~ Iαt/pl; at a specific
time (t = tth), this energy becomes higher than the specific heat of evaporation Ω, at which point
considerable evaporation will occur. When Em ~ Ω, the results are tth ~ D(Ωρ/I)2. Consequently,
for strong evaporation conditions, Em > Ω or τL > fth can be written for laser intensity as [5, 6]:
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and for laser fluence as:
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The threshold laser fluence increases as τL
1/2. In nanosecond laser ablation regimes, there is

enough time for thermal waves to propagate into the target material and to create a relatively
large layer of melted material target [5, 6]. Nanosecond laser pulses can ablate the target
materials even at low laser intensities in both the vapour and liquid phases, so a recoil pressure
that expels the liquid will be created due to the vaporisation process [6]. Evaporation occur‐
rence makes challenge to precise laser processing with nanosecond laser pulses [18].

At long laser pulse duration, interaction with materials usually fulfils the condition Lth >> α−1,
Lth being the heat-penetration depth which is given by Lth ≈ (2Dτp)1/2, where D = k/ρc, D is the
heat-diffusion coefficient. So, long laser pulse duration creates sufficient time for thermal
waves to propagate within the target material, and the absorbed energy will be stored in a
layer with a thickness of about Lth. In this case, the target material needs much more energy to
vaporise than to melt; in other words, evaporation will occur, while the energy absorbed per
unit volume into the vaporised layer becomes higher than the latent heat of evaporation per
unit volume, namely [19].
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where Fth is the laser fluence threshold which represents the minimum energy above which
appreciable evaporation occurs from liquid metals. This figure is approximately given by the
energy required to melt a surface layer of the target material of the order of Lth [19]:
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where ΔTm = Tm − To and Tm and To are the melting and initial target temperature, respectively.

3.2. Picosecond laser

At low-intensity, short laser pulse interactions with a target material, due to the inverse
Bremsstrahlung most of the laser energy will be absorbed by the free electrons of the target.
This result can be described by the difference between the electron and lattice temperatures
(Te > Ti) in a transient nano-equilibrium state. In spite of a small energy exchange between the
lattice and the electron heat conduction, the electrons are cooled [6]. For picosecond laser
ablation, time t is much greater than τe (t >> τe), which is equivalent to CeTe/t << γTe. In addition,
when the condition τe << τL << τi is fulfilled, Eq. (1) becomes quasi-stationary for the electron
temperature [5]. In other words, when the laser pulse duration is shorter than the electron-
phonon energy-transfer time, then the electron and lattice have different temperatures,
meaning that they will be in a non-thermal equilibrium state. In this case, Eq. (5) becomes the
following equations [5, 17]:
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This method represents the lattice temperature in integral from. The above equations describe
heating of metal targets by the laser pulses when the laser pulse duration τL >> τe. By neglecting
To and when t << τi, because of the quasi-stationary character of the electron temperature, Eq.
(12) can be reduced as follows [5, 18]:
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It can be noted from the last equation that during picosecond laser ablation, the lattice
temperature remains notably lower than the electron temperature, and thus, the lattice
temperature in Eq. (11) can be neglected.

When keTeα
2 ≪γTe, from Eqs. (11) and (13), it can be concluded that the electron cooling is due

to an exchange of energy with the lattice of the material target. Finally, both the lattice and
electron temperature at the end of the laser pulse can be expressed by the following equation
[5]:
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It can be noted that when the condition τe << τL is fulfilled, at the end of the pulse, both lattice
temperature and attainable lattice temperature are approximately equal.

3.3. Femtosecond laser

For femtosecond lasers, if the laser pulse duration τL is assumed to be shorter than the electron
cooling time τe. (τL << τe.) and when t << τe, it is equivalent to CeTe / t ≫γTe. In this case, the
electron-lattice coupling can be neglected and Eq. (1) can be solved easily. When DeτL < α2

(where De = ke/Ce is the electron thermal diffusivity) is fulfilled, to simplify the solution of the
equation, the electron heat conduction term can be neglected. Thus, Eq. (1) can be written as [5]:
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where I(t) = Io is assumed constant, and Iα = Io A, and To = Te (0) refer to the initial temperature.

It has been shown that heat conduction of the target material can be neglected at the very short
timescales of picosecond and femtosecond laser pulse durations; thus the target temperature
at the end of the pulse within the target material can be given by [19].
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where Fα = IoτL  is the laser pulse fluence, and τL  is the laser pulse duration.
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It can be noted from the last equation that during picosecond laser ablation, the lattice
temperature remains notably lower than the electron temperature, and thus, the lattice
temperature in Eq. (11) can be neglected.

When keTeα
2 ≪γTe, from Eqs. (11) and (13), it can be concluded that the electron cooling is due

to an exchange of energy with the lattice of the material target. Finally, both the lattice and
electron temperature at the end of the laser pulse can be expressed by the following equation
[5]:
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It can be noted that when the condition τe << τL is fulfilled, at the end of the pulse, both lattice
temperature and attainable lattice temperature are approximately equal.

3.3. Femtosecond laser

For femtosecond lasers, if the laser pulse duration τL is assumed to be shorter than the electron
cooling time τe. (τL << τe.) and when t << τe, it is equivalent to CeTe / t ≫γTe. In this case, the
electron-lattice coupling can be neglected and Eq. (1) can be solved easily. When DeτL < α2

(where De = ke/Ce is the electron thermal diffusivity) is fulfilled, to simplify the solution of the
equation, the electron heat conduction term can be neglected. Thus, Eq. (1) can be written as [5]:
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It has been shown that heat conduction of the target material can be neglected at the very short
timescales of picosecond and femtosecond laser pulse durations; thus the target temperature
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where Fα = IoτL  is the laser pulse fluence, and τL  is the laser pulse duration.
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The evolution of the electron temperature (Te) and lattice temperatures (Ti) after the laser pulse
is described by Eq. (5) with S = 0. In addition, the electron temperature and lattice temperature
initial conditions are given by Eq. (17) and Ti = To. Due to the energy transfer to the lattice and
heat conduction of the bulk material, the electrons are rapidly cooled after the laser pulse. Since
the electron cooling time is quite short, then Eq. (2) can be written as Ti ≃Te(τL )t / τi. It should
be noted that the initial lattice temperature is neglected here. On the other hand, the attainable
lattice temperature is determined by the average cooling time of the electrons τe

α =Ce
`Te(τL ) / 2γ

and is given by the following equation [5]:
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Fann et al. [20] and Wang et al. [14] have shown that the time scale for significant energy
transfer and fast electron cooling is about 1 ps. In the case of CiTi >> ρΩ, where ρ is the density
and Ω is the specific heat of evaporation per unit mass, considerable evaporation will occur.
From Eq. (18), the conditions for strong evaporation can be given in the form:
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where Fth = ρΩ/α is the threshold fluence laser evaporation by femtosecond laser pulses. Then,
the ablation depth per laser pulse (or ablation rate) L can be written as [5, 21]:
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The logarithmic dependence of the ablation depth on the laser pulse fluence is well known for
the laser ablation of organic polymers and metal targets with femtosecond pulse duration [5].

It can be noted that Eqs. (14) and (18) give the same expressions for the lattice temperature in
both picosecond and femtosecond laser regimes. Therefore, the condition for strong evapora‐
tion given by (19), the fluence threshold and the ablation depth per pulse given by (20) remain
unchanged [5, 18]. Thus, in the picosecond laser range, it is possible that logarithmic depend‐
ence of the ablation depth on the fluence exists. Here, electron heat conduction inside the target
material is neglected. In this case, laser ablation is accompanied by the electron heat conduction
and production of a melted area in the target material. Even evaporation can be considered as
a direct solid-vapour transition process, whereby the existence of a liquid phase in the target
material reduces the precision of laser material processing. Femtosecond laser ablation effects
a direct solid-vapour transition due to the short timescales in this laser regime; as a result of
this, the lattice is heated on a picosecond timescale, leading to the production of vapour and
plasma phases followed by a rapid expansion in vacuum. Here, in a first approximation,
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thermal conduction into the target material can be neglected during all of the aforementioned
processes. Due to the advanced properties of picosecond laser ablation, highly precise and
pure laser material processing can be achieved, as has been experimentally demonstrated by
Chichkov et al. [5].

4. Comparison of different pulse durations for the ablation of materials and
production of nanoparticles

A comparison of the characteristics of nano-, pico- and femtosecond lasers produced nano‐
particles and materials processing have been studied [5, 22]. Even the comparison is not a like-
for-like; the experimental work should be assumed as a fare comparison between these types
of commercial lasers operating at their usual operating conditions [22]. Nanosecond laser
ablation of materials occurs due to “melt expulsion driven by the vapour pressure and the
recoil pressure of light”. The melted material will solidify again because of the instability of
this process, in which the fluid phase dynamics and the driving vapour conditions are very
complex. As a result of this, the ablated area on the surface of the material target is not precise
and uniform in comparison with that produced by a femtosecond laser (see Figure 3).
Furthermore, nanosecond laser ablation creates a heat-affected zone (HAZ) [4]. It was shown
that the HAZ of Al sample for the nanosecond laser ablation was about 40 mm wide, whereas
for the femtosecond laser there was not observable because it was <2 mm wide [23].

Figure 3. Laser material processing of a glass target by nanosecond laser (left) and femtosecond laser (right) ablation
[4].
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In the case of short (picosecond laser) and ultra-short laser pulses (femtosecond lasers), their
pulse duration (τ) is considerably shorter than the timescale required for energy transfer
between the lattice and the free electrons of the material target. As a result of this, very high
temperatures and pressures are produced at a very shallow depth in the range of microns.
Conversely, irradiated material is heated rapidly by pulsed laser and directly reaches the
vapour phase with high kinetic energy without passing through the melting point temperature
due to the absorbed energy. In other words, the material ablation will take place by vaporisa‐
tion without producing a recast layer on the ablated area. As shown in Figure 3, the ablated
area is very precise and smooth without forming any observable heat-affected zone (HAZ) [4].
The target materials with a high thermal conductivity are very important for the femtosecond
laser ablation process because of the stable properties and chemical composition of the area
ablated with femtosecond laser ablation [24].

For ultrafast lasers, laser beam energy deposition happens on a timescale that is quite short in
comparison with atomic relaxation processes. After the laser energy is absorbed by the
electrons, cold ions will be produced, leading to the occurrence of thermalisation at the end of
the laser pulse. In addition, the femtosecond laser intensity is quite high and is sufficient to
drive highly non-linear absorption processes in the target materials which the laser wavelength
cannot absorb. At these high intensities, multi-photon ionisation becomes considerably strong
[4]. Because of the very high flux of the femtosecond laser photons, several photons collide
and become bound electrons; this is multi-photon ionisation. When the amount of total photon
energies absorbed is higher than the ionisation potential, the bound electrons will absorb
several photons. As a result, the bound electrons become free from the valence band. The multi-
photon ionisation process is higher at very high laser intensities. When the laser intensity
(photon flux) is above 1013 W/cm2, multi-photon ionisation becomes very strong and seed
electrons are not required to initialise ionisation in high-energy band gap materials or wide
band gap materials (see Figure 4a) [4].

Figure 4. Non-linear ionisation processes of multi-photon absorption (a) and avalanche ionisation (b).

If the kinetic energy of the free electron is very high, some of the energy might be transferred
to a bound electron in the target material by collision, thus overcoming the ionisation potential
and generating two free electrons; this process is known as (collisional) impact ionisation.
Thus, more free electrons will be produced from the bound electrons after the free electrons
have absorbed photons. This is called avalanche ionisation, in which free electron density
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exponentially increases. It is worth mentioning that avalanche ionisation is highly dependent
upon free electron density. Energy loss by phonon emission and energy gain by inverse
Bremsstrahlung competition indicate the efficiency of this process. It is responsible for the
high-energy gap transition materials at laser intensities below 1012 W/cm2 (see Figure 4b) [4].
For femtosecond lasers, avalanche ionisation plays an essential role in the optical breakdown.
Briefly, avalanche ionisation produces a macroscopic breakdown of the target materials and
multi-photon ionisation produces seed electrons at a critical density of about 1020 cm−3 [25].

The amount of material removed during laser ablation depends on the amount of energy
absorbed by the bulk material target. The dissipation of the absorbed laser energy will usually
occur after the laser pulse duration. There are two major mechanisms to explain material
removal by laser ablation: thermal vaporisation, where the local temperature increases to
above the vaporisation point due to the electron-phonon collisions, and the occurrence of a
Coulomb explosion, where the bulk materials release the excited electrons and produce a
relatively strong electric field which revokes the ions inside the impact area [4, 26]. According
to these mechanisms, femtosecond laser material removal can be classified in two ways: the
first is “strong ablation dominated by thermal vaporisation at intensities significantly higher
than the ablation threshold” and the second is “gentle ablation governed by the Coulomb
explosion near the ablation threshold” [4]. As shown in Figure 5, the long-pulse lasers have
more heat-affected zones and shock waves in comparison with the shorter picosecond and
femtosecond lasers. The main differences between them are due to the mechanism or the basic
principles of laser-induced target material removal processes [27].

Figure 5. Long-pulse and ultrafast-pulse laser interaction with target material [27].

Laser pulse duration is an important parameter in the laser ablation process. There are quite
large differences between the long pulse duration (nanosecond laser) and ultra-short laser
pulse duration (femtosecond laser) for the ablation of materials [26]. As shown in Figure 6,
during nanosecond laser ablation, plasma will be produced during the laser pulse, but during
femtosecond laser ablation, it will be produced after the laser pulse has ended. During
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nanosecond laser ablation, plasma is a part of the pulse duration, so the pulse serves to reheat
the plasma. This leads to higher persistence of the plasma for nanosecond laser ablation than
for femtosecond laser ablation [26].

Figure 6. Approximate timescale comparison of pulsed laser energy absorption and ablation, along with the various
processes, for nanosecond laser (10 ns) and femtosecond laser (50 fs) ablation in an ambient gas.

As shown in the schematic diagram in Figure 7, Lescoute et al. [28] showed that during
subpicosecond laser ablation three phases occur behind the shock: liquid, vapour and plasma.
The shock waves produced can compress the solid target material. The plasma plume effect is
more predominant in picosecond laser ablation than in femtosecond laser ablation [22]. In
general, laser-plasma interaction during laser-material ablation is strongly dependent on laser
wavelength and the excitation wavelength is a very important parameter in nanosecond laser
ablation, as in femtosecond laser ablation. The production of nanoparticles through plasma
plume condensation occurs in the microsecond-millisecond timescales.

Figure 7. Schematic diagram of ablated matter depicted in an ultra-short, that is subpicosecond, laser-material interac‐
tion.
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Another advantage of the femtosecond laser is its short timescale which prevents the material
target from being heated; this leads to a reduction in the thermal effects in comparison with
the nanosecond laser ablation. The duration of the energy transfer process from electron to ion
(τei) is approximately 1–10 s of a picosecond; this is in the same order as the heat conduction
time (τheat). In an ideal femtosecond laser ablation case, this is considerably longer than the laser
pulse duration (tp). (τei ~ τheat >> tp) [26]. This will depend on the type of material sample.

Femtosecond laser energy transfer in the material for ablation will occur through energy
absorption by electrons, leading to ionisation and then redistribution of the laser energy to the
lattice. Ionisation is either produced by multi-photon ionisation or collisional impact. These
processes can be labelled multi-photon ionisation (MPI) and collisional impact ionisation (CII)
[26]. Multi-photon ionisation (MPI) occurs when multiple photons provide sufficient energy
to the electrons in the valance band; as a result, the electrons are free to reach metastable
quantum states by excitation. Collisional impact ionisation (CII) will take place when bound
electrons gain energy from free electrons by collision; as a result, the bound electrons will be
released.

As shown in Figure 8, when a single high fluence fs laser pulse is incident onto a material, the
timescale of the physical phenomena involved in laser-material interaction can take place as
follows: after 1 fs, photo-ionisation, such as multi-photon absorption and/or tunnelling
ionisation, will occur; after 50 fs, avalanche ionisation will occur; and after 100 fs, thermalisa‐
tion of the electrons of the metal target will take place. Longer laser pulse durations lead to
more physical phenomena; after 1 ps, energy transformation from electron to lattice will result,
then after 10 ps, some thermodynamic processes such as thermal diffusion, fusion and
explosion will occur. In much longer laser pulses, after 1 ns, photochemical processes such as
chemical reactions and phase transformation will take place [29].

Figure 8. Occurrence of different physical phenomena during different timescales involved in laser-material interac‐
tion.
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Different types of nanoparticles have been produced by nanosecond [30, 31], picosecond [32,
33] and femtosecond [28, 34, 35] lasers in different liquid environments, vacuum and gas
media. A physical aspect of laser ablation in liquid environments is the liquid breakdown
phenomena; it has been shown that the conversion efficiency of the radiation energy to a
cavitation bubble during radiation focusing of different wavelengths in water is much lower
for femtosecond lasers (at 100 fs, efficiency 1–2%) than for nanosecond lasers (at 76 ns,
efficiency 22–25%). Femtosecond lasers (120 fs and 800 nm) can produce controllable size and
size distribution of nanoparticles, while nanosecond laser produces relatively large, quite
widely dispersed particles [36].

The generation of large nanoparticles in a liquid environment by nanosecond laser pulse
durations and longer is due to the essential target material melting and laser pulse interaction
with the cavitation bubbles that are then produced in the liquid environment [37]. The long
pulse duration is sufficient to allow photon coupling with both the electronic and vibrational
modes of the sample material. This case will be more predominant when the target material
has low reflectivity at the laser wavelength, a large absorption coefficient, a low thermal
diffusion coefficient and a low boiling point [38]. Long pulse duration heats the target material
continually during the pulse duration. This causes the target material to start boiling and
subsequently leads to evaporation, which produces a considerable melt layer. As a result, heat
will be transferred to the target that prevents the production of very small structures and small
nanoparticles. In nanosecond laser ablation, the laser power heats the target material to melting
point and then vaporisation temperature; as such, this process can be considered an indirect
solid-vapour transition but a solid-melt-vapour transition [19]. Nanosecond laser ablation
ejects an ablation plume which creates a shielding on the surface of the material target, leading
to a reduction in the laser power induced to the target. Chemistry material responses, cumu‐
lative changes in the target material’s surface texture and morphology will occur due to surface
melting and a combination of ablation and thermally activated processes [7].

However, the generation of small nanoparticles by short laser pulse duration is due to
minimisation of both the thermal effects and the laser pulse interaction with the cavitation
bubble [37]. Here, thermal conduction of the target material can be neglected because of the
very short timescale and the heated area of the material being of the order of the laser absorp‐
tion length α−1, where α is the target material absorption coefficient [19]. At short and ultra-
short laser pulse durations, because the laser interacts with materials due to very quick
excitation of the electron distribution, electron-electron coupling leads to a rapid rise in the
electron temperature, followed by lattice heating “at a rate dependent upon the electron-
phonon coupling strength, and eventual vaporisation of the transiently heated target”.
Electronic contributions “can manifest themselves as unexpectedly large ion yields and/or
supra-thermal propagation velocities within the expanding plasma plume” [38]. At short and
ultra-short pulse durations, because the energy transfer from the electrons to the lattice
happens on a longer timescale than for the short or ultra-short pulses, the pulses do not heat
the target material continually. This limits the heat conduction within the target material and
produces a superheated layer the size of the irradiated volume. This leads to ablation in a
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specific area, resulting in minimal thermal damage. Both picosecond and femtosecond laser
ablation can be viewed as a direct solid-vapour transition [19].

At short and ultra-short laser pulse durations, the ablation threshold fluence of the target
materials decreases and becomes very sharply defined. In addition, the excess energy in the
target still can produce thermal effects on the ablation area after the pulse has ended. Further‐
more, at ultra-short laser pulse duration, the optical absorption depth reduces due to an optical
breakdown caused by the ultra-short laser pulse duration; this can also cause strong absorption
in otherwise transparent wide-energy band gap materials. Another advantage of picosecond
and femtosecond laser ablation is that they are “separated in time from material response and
ejection” [7]. In contrast, for laser production of nanoparticles in a liquid solution, the pico‐
second laser performs better than the femtosecond laser [37]. It can be seen that only the
femtosecond laser avoided the laser-bubble interaction [22].

The size and the morphology of the nanoparticles depend on the laser pulse duration, such as
whether a nano-, pico- and femtosecond laser regime is being used and the nature of the target
material [39]. Hamad et al. [22] showed that the picosecond laser (10 ps and 1064 nm wave‐
length) produced more spherical silver nanoparticles than those produced by both nanosecond
(5 ns and 532 nm wavelength) and femtosecond (100 fs and 800 nm wavelength) lasers. Under
the same conditions, smaller gold nanoparticles were produced in comparison with the silver
and titania, with the latter being the largest. It was also concluded that the average size of the
nanoparticles was smaller for the shorter wavelength (532 nm) nanosecond laser in relation to
picosecond and femtosecond lasers, showing that the role of the laser wavelength is more
significant than the laser pulse duration to control the size of the nanoparticles. It is worth
mentioning that some silver nanoparticles produced by nanosecond laser have irregular (non-
spherical) shapes. Dudoitis et al. [40] showed that the specific nanosecond and picosecond
laser parameters can be used to produce controllable particle size distribution of nickel and
aluminium in argon gas.

Lescoute et al. [28] observed two groups of particles of two different sizes after femtosecond
laser ablation caused by the temperature achieved in the plasma plume: these could be
classified into micrometer-size fragments and nanometre-size particles for temperatures lower
than the critical temperature and for higher temperatures, respectively. Kabashin and Meunier
[34] used femtosecond laser ablation to produce Au nanoparticles in deionised water. The
researchers observed two different groups of nanoparticles: the small (about 3–10 nm) and
monodispersed particles were produced due to a mechanism which, “associated with thermal-
free femtosecond ablation, manifests itself at relatively low laser fluences F, 400 J/cm2”. The
second group of particles was of a larger size and a broad size distribution, produced due to
plasma-induced heating and ablation that occurs at high laser fluencies. Itina [41] showed that
the ultra-short laser pulses produce small nanoparticles and a stable size distribution at
optimal experimental parameters. This is because while using short and ultra-short laser pulse
duration, laser radiation will not be absorbed by created plasma plume. This leads to transfer
much more energy into the target material during very short time. Finally, the target ejected
the cluster precursors directly to the liquid solution and the plasma plume is confined to a
smaller volume. Chakravarty et al. [42] concluded that the smaller size of silver and copper
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nanoparticles can be produced by ultra-short laser pulse duration in comparison with the
subnanosecond laser pulse duration. It was shown that broader surface plasmon resonance
(SPR) and smaller reflection/transmission of silver and copper nanoparticles deposited by
femtosecond laser in comparison with those deposited by subnanosecond laser indicating
smaller size particle generation by ultra-short pulse durations. In contrast, Hubenthal et al. [43]
concluded that the tailoring the size and shape of nanoparticles with nanosecond pulsed laser
is more achieved in comparison with both continuous wave (CW) and femtosecond pulsed
lasers.

5. Conclusions

Pulsed laser ablation for material processing and production of nanoparticles in liquid
environments have been used due to the unique properties of the laser beam in marking and
machining materials. There is a lack of knowledge of the optimal laser beam parameters in this
field, as different laser pulse durations respond differently to different materials. A critical
comparison of different laser pulse durations in micro- and nanomaterial processing was
therefore sought in order to obtain higher quality and productivity. Femtosecond and
picosecond lasers were found to be superior to the nanosecond laser for precision material
processing. In addition, in spite of the short and ultra-short duration of their laser pulses, these
lasers were observed to be more effective for the production of nanoparticles than those with
longer pulse durations. Finally, laser wavelength was found to play significant role in the
production of nanoparticles. The advantages of femtosecond laser ablation for micro- and
nanotechnology are due to non-thermal interaction with solid target materials.

Author details

Abubaker Hassan Hamad*

Address all correspondence to: abubaker.hamad75@yahoo.co.uk

Laser Processing Research Centre, School of Mechanical, Aerospace and Civil Engineering,
The University of Manchester, Manchester, UK

References

[1] Le Harzic, R., D. Breitling, M. Weikert, S. Sommer, C. Föhl, S. Valette, C. Donnet, E.
Audouard and F. Dausinger, Pulse width and energy influence on laser micromachining of
metals in a range of 100 fs to 5 ps. Applied Surface Science, 2005. 249(1): pp. 322–331. doi:
10.1016/j.apsusc.2004.12.027

Effects of Different Laser Pulse Regimes (Nanosecond, Picosecond and Femtosecond) on the Ablation of Materials for
Production of Nanoparticles in Liquid Solution

17319



[2] Rehbock, C., J. Jakobi, L. Gamrad, S. van der Meer, D. Tiedemann, U. Taylor, W. Kues,
D. Rath and S. Barcikowski, Current state of laser synthesis of metal and alloy nanoparticles
as ligand-free reference materials for nano-toxicological assays. Beilstein Journal of Nano‐
technology, 2014. 5(1): pp. 1523–1541. doi:10.3762/bjnano.5.165

[3] Jaeggi, B., B. Neuenschwander, M. Schmid, M. Muralt, J. Zuercher and U. Hunziker,
Influence of the pulse duration in the ps-regime on the ablation efficiency of metals. Physics
Procedia, 2011. 12: pp. 164–171. doi:10.1016/j.phpro.2011.03.118

[4] Lucas, L. and J. Zhang, Femtosecond laser micromachining: a back-to-basics primer. 2012,
http://www.industrial-lasers.com/

[5] Chichkov, B.N., C. Momma, S. Nolte, F. von Alvensleben and A. Tünnermann,
Femtosecond, picosecond and nanosecond laser ablation of solids. Applied Physics A, 1996.
63(2): pp. 109–115. doi:10.1007/bf01567637

[6] Momma, C., B.N. Chichkov, S. Nolte, F. von Alvensleben, A. Tünnermann, H. Welling
and B. Wellegehausen, Short-pulse laser ablation of solid targets. Optics Communications,
1996. 129(1): pp. 134–142. doi:10.1016/0030-4018(96)00250-7

[7] Brown, M.S. and C.B. Arnold, Fundamentals of laser–material interaction and application
to multiscale surface modification, in Laser Precision Microfabrication. 2010, Springer. pp.
91–120. doi:10.1007/978-3-642-10523-4__4

[8] Han, J. and Y. Li, Interaction Between Pulsed Laser and Materials. Lasers-Applications in
Science and Industry, K. Jakubczak, Ed. InTech, 2011. doi:10.5772/25061

[9] Sukhov, I.A., G.A. Shafeev, V.V. Voronov, M. Sygletou, E. Stratakis and C. Fotakis,
Generation of nanoparticles of bronze and brass by laser ablation in liquid. Applied Surface
Science, 2014. 302(0): pp. 79–82. doi:10.1016/j.apsusc.2013.12.018

[10] Tyurnina, A.E., V.Y. Shur, R.V. Kozin, D.K. Kuznetsov and E.A. Mingaliev, Synthesis
of stable silver colloids by laser ablation in water. Proceedings of SPIE 2013. 9065: p. 8. doi:
10.1117/12.2053557

[11] Yan, Z. and D.B. Chrisey, Pulsed laser ablation in liquid for micro-/nanostructure genera‐
tion. Journal of Photochemistry and Photobiology C: Photochemistry Reviews, 2012.
13(3): pp. 204–223. doi:10.1016/j.jphotochemrev.2012.04.004

[12] Amans, D., C. Malaterre, M. Diouf, C. Mancini, F. Chaput, G. Ledoux, G. Breton, Y.
Guillin, C. Dujardin and K. Masenelli-Varlot, Synthesis of oxide nanoparticles by pulsed
laser ablation in liquids containing a complexing molecule: impact on size distributions and
prepared phases. The Journal of Physical Chemistry C, 2011. 115(12): pp. 5131–5139. doi:
10.1021/jp109387e

[13] Amendola, V. and M. Meneghetti, Laser ablation synthesis in solution and size manipulation
of noble metal nanoparticles. Physical Chemistry Chemical Physics, 2009. 11(20): pp. 3805–
3821. doi:10.1039/B900654K

High Energy and Short Pulse Lasers18320



[2] Rehbock, C., J. Jakobi, L. Gamrad, S. van der Meer, D. Tiedemann, U. Taylor, W. Kues,
D. Rath and S. Barcikowski, Current state of laser synthesis of metal and alloy nanoparticles
as ligand-free reference materials for nano-toxicological assays. Beilstein Journal of Nano‐
technology, 2014. 5(1): pp. 1523–1541. doi:10.3762/bjnano.5.165

[3] Jaeggi, B., B. Neuenschwander, M. Schmid, M. Muralt, J. Zuercher and U. Hunziker,
Influence of the pulse duration in the ps-regime on the ablation efficiency of metals. Physics
Procedia, 2011. 12: pp. 164–171. doi:10.1016/j.phpro.2011.03.118

[4] Lucas, L. and J. Zhang, Femtosecond laser micromachining: a back-to-basics primer. 2012,
http://www.industrial-lasers.com/

[5] Chichkov, B.N., C. Momma, S. Nolte, F. von Alvensleben and A. Tünnermann,
Femtosecond, picosecond and nanosecond laser ablation of solids. Applied Physics A, 1996.
63(2): pp. 109–115. doi:10.1007/bf01567637

[6] Momma, C., B.N. Chichkov, S. Nolte, F. von Alvensleben, A. Tünnermann, H. Welling
and B. Wellegehausen, Short-pulse laser ablation of solid targets. Optics Communications,
1996. 129(1): pp. 134–142. doi:10.1016/0030-4018(96)00250-7

[7] Brown, M.S. and C.B. Arnold, Fundamentals of laser–material interaction and application
to multiscale surface modification, in Laser Precision Microfabrication. 2010, Springer. pp.
91–120. doi:10.1007/978-3-642-10523-4__4

[8] Han, J. and Y. Li, Interaction Between Pulsed Laser and Materials. Lasers-Applications in
Science and Industry, K. Jakubczak, Ed. InTech, 2011. doi:10.5772/25061

[9] Sukhov, I.A., G.A. Shafeev, V.V. Voronov, M. Sygletou, E. Stratakis and C. Fotakis,
Generation of nanoparticles of bronze and brass by laser ablation in liquid. Applied Surface
Science, 2014. 302(0): pp. 79–82. doi:10.1016/j.apsusc.2013.12.018

[10] Tyurnina, A.E., V.Y. Shur, R.V. Kozin, D.K. Kuznetsov and E.A. Mingaliev, Synthesis
of stable silver colloids by laser ablation in water. Proceedings of SPIE 2013. 9065: p. 8. doi:
10.1117/12.2053557

[11] Yan, Z. and D.B. Chrisey, Pulsed laser ablation in liquid for micro-/nanostructure genera‐
tion. Journal of Photochemistry and Photobiology C: Photochemistry Reviews, 2012.
13(3): pp. 204–223. doi:10.1016/j.jphotochemrev.2012.04.004

[12] Amans, D., C. Malaterre, M. Diouf, C. Mancini, F. Chaput, G. Ledoux, G. Breton, Y.
Guillin, C. Dujardin and K. Masenelli-Varlot, Synthesis of oxide nanoparticles by pulsed
laser ablation in liquids containing a complexing molecule: impact on size distributions and
prepared phases. The Journal of Physical Chemistry C, 2011. 115(12): pp. 5131–5139. doi:
10.1021/jp109387e

[13] Amendola, V. and M. Meneghetti, Laser ablation synthesis in solution and size manipulation
of noble metal nanoparticles. Physical Chemistry Chemical Physics, 2009. 11(20): pp. 3805–
3821. doi:10.1039/B900654K

High Energy and Short Pulse Lasers18320

[14] Wang, X., D.M. Riffe, Y.-S. Lee and M. Downer, Time-resolved electron-temperature
measurement in a highly excited gold target using femtosecond thermionic emission. Physical
Review B, 1994. 50(11): p. 8016. doi:10.1103/PhysRevB.50.8016

[15] Schoenlein, R., W. Lin, J. Fujimoto and G. Eesley, Femtosecond studies of nonequilibrium
electronic processes in metals. Physical Review Letters, 1987. 58(16): p. 1680. doi:10.1103/
PhysRevLett.58.1680

[16] Zimmer, K., Analytical solution of the laser-induced temperature distribution across internal
material interfaces. International Journal of Heat and Mass Transfer, 2009. 52(1): pp. 497–
503. doi:10.1016/j.ijheatmasstransfer.2008.03.034

[17] Fujimoto, J., J. Liu, E. Ippen and N. Bloembergen, Femtosecond laser interaction with
metallic tungsten and nonequilibrium electron and lattice temperatures. Physical Review
Letters, 1984. 53(19): p. 1837. doi:10.1103/PhysRevLett.53.1837

[18] Stafe, M., A. Marcu and N. Puscas, Pulsed Laser Ablation of Solids: Basics, Theory and
Applications. Vol. 53. 2013: Springer Science & Business Media. doi:
10.1007/978-3-642-40978-3

[19] Amoruso, S., R. Bruzzese, N. Spinelli and R. Velotta, Characterization of laser-ablation
plasmas. Journal of Physics B: Atomic, Molecular and Optical Physics, 1999. 32(14): p.
R131. doi:10.1088/0953-4075/32/14/201

[20] Fann, W., R. Storz, H. Tom and J. Bokor, Electron thermalization in gold. Physical Review
B, 1992. 46(20): p. 13592. doi:10.1103/PhysRevB.46.13592

[21] Izawa, Y., Y. Setuhara, M. Hashida, M. Fujita and Y. Izawa, Ablation and amorphization
of crystalline Si by femtosecond and picosecond laser irradiation. Japanese Journal of Applied
Physics, 2006. 45(7R): p. 5791. doi:10.1143/JJAP.45.5791

[22] Hamad, A., L. Li and Z. Liu, A comparison of the characteristics of nanosecond, picosecond
and femtosecond lasers generated Ag, TiO2 and Au nanoparticles in deionised water. Applied
Physics A, 2015. 120(4): pp. 1247–1260. doi:10.1007/s00339-015-9326-6

[23] Le Harzic, R., N. Huot, E. Audouard, C. Jonin, P. Laporte, S. Valette, A. Fraczkiewicz
and R. Fortunier, Comparison of heat-affected zones due to nanosecond and femtosecond laser
pulses using transmission electronic microscopy. Applied Physics Letters, 2002. 80(21): pp.
3886–3888. doi:10.1063/1.1481195

[24] Hirayama, Y. and M. Obara. Molecular dynamics simulation of heat-affected zone of copper
metal ablated with femtosecond laser. in Lasers and Applications in Science and Engineering.
2005: International Society for Optics and Photonics. doi:10.1117/12.589513

[25] Musaev, O., A. Midgley, J. Wrobel and M. Kruger, Laser ablation of alumina in water.
Chemical Physics Letters, 2010. 487(1): pp. 81–83. doi:10.1016/j.cplett.2010.01.011

[26] LaHaye, N.L., S.S. Harilal, P.K. Diwakar and A. Hassanein, The effect of laser pulse
duration on ICP-MS signal intensity, elemental fractionation, and detection limits in fs-LA-

Effects of Different Laser Pulse Regimes (Nanosecond, Picosecond and Femtosecond) on the Ablation of Materials for
Production of Nanoparticles in Liquid Solution

19321



ICP-MS. Journal of Analytical Atomic Spectrometry, 2013. 28(11): pp. 1781–1787. doi:
10.1039/c3ja50200g

[27] Machining with Long Pulse Lasers, Machining with Ultrafast Laser Pulses. 2011 [cited 2016;
Available from: http://www.cmxr.com/Education/Short.html, http://www.cmxr.com/
Education/Long.html

[28] Lescoute, E., L. Hallo, D. Hébert, B. Chimier, B. Etchessahar, V. Tikhonchuk, J.-M.
Chevalier and P. Combis, Experimental observations and modeling of nanoparticle formation
in laser-produced expanding plasma. Physics of Plasmas (1994–present), 2008. 15(6): p.
063507. doi:10.1063/1.2936267

[29] Royon, A., Y. Petit, G. Papon, M. Richardson and L. Canioni, Femtosecond laser induced
photochemistry in materials tailored with photosensitive agents [Invited]. Optical Materials
Express, 2011. 1(5): pp. 866–882. doi:10.1364/OME.1.000866

[30] Damian, V., C. Udrea, M. Bojan, C. Luculescu, A. Armaselu and I. Apostol. Aluminum
nanoparticles production by laser ablation in liquids. in International Conference on Applica‐
tions of Optics and Photonics. 2011: International Society for Optics and Photonics. doi:
10.1117/12.894525

[31] Gondal, M., T.F. Qahtan, M. Dastageer, T.A. Saleh and Y.W. Maganda. Synthesis and
characterization of copper oxides nanoparticles via pulsed laser ablation in liquid. in 10th
International Conference on High Capacity Optical Networks and Enabling Technologies
(HONET-CNS). 2013: IEEE. doi:10.1109/HONET.2013.6729774

[32] Hamad, A., L. Li, Z. Liu, X.L. Zhong and T. Wang, Picosecond laser generation of Ag–
TiO2 nanoparticles with reduced energy gap by ablation in ice water and their antibacterial
activities. Applied Physics A, 2015. 119(4): pp. 1387–1396. doi:10.1007/s00339-015-9111-6

[33] Giorgetti, E., A. Giusti, S. Laza, P. Marsili and F. Giammanco, Production of colloidal gold
nanoparticles by picosecond laser ablation in liquids. Physica Status Solidi (a), 2007. 204(6):
pp. 1693–1698. doi:10.1002/pssa.200675320

[34] Kabashin, A.V. and M. Meunier, Synthesis of colloidal nanoparticles during femtosecond
laser ablation of gold in water. Journal of Applied Physics, 2003. 94(12): pp. 7941–7943.

[35] Torres-Mendieta, R., R. Mondragón, E. Juliá, O. Mendoza-Yero, J. Lancis and G.
Mínguez-Vega, Fabrication of high stable gold nanofluid by pulsed laser ablation in liquids.
Advanced Materials Letters, 2015. 6(12): p. 6. doi:10.5185/amlett.2015.6038

[36] Perrière, J., E. Millon and E. Fogarassy, Recent advances in laser processing of materials.
2006, Elsevier.

[37] Intartaglia, R., K. Bagga and F. Brandi, Study on the productivity of silicon nanoparticles
by picosecond laser ablation in water: towards gram per hour yield. Optics Express, 2014.
22(3): pp. 3117–3127. doi:10.1364/OE.22.003117

High Energy and Short Pulse Lasers20322



ICP-MS. Journal of Analytical Atomic Spectrometry, 2013. 28(11): pp. 1781–1787. doi:
10.1039/c3ja50200g

[27] Machining with Long Pulse Lasers, Machining with Ultrafast Laser Pulses. 2011 [cited 2016;
Available from: http://www.cmxr.com/Education/Short.html, http://www.cmxr.com/
Education/Long.html

[28] Lescoute, E., L. Hallo, D. Hébert, B. Chimier, B. Etchessahar, V. Tikhonchuk, J.-M.
Chevalier and P. Combis, Experimental observations and modeling of nanoparticle formation
in laser-produced expanding plasma. Physics of Plasmas (1994–present), 2008. 15(6): p.
063507. doi:10.1063/1.2936267

[29] Royon, A., Y. Petit, G. Papon, M. Richardson and L. Canioni, Femtosecond laser induced
photochemistry in materials tailored with photosensitive agents [Invited]. Optical Materials
Express, 2011. 1(5): pp. 866–882. doi:10.1364/OME.1.000866

[30] Damian, V., C. Udrea, M. Bojan, C. Luculescu, A. Armaselu and I. Apostol. Aluminum
nanoparticles production by laser ablation in liquids. in International Conference on Applica‐
tions of Optics and Photonics. 2011: International Society for Optics and Photonics. doi:
10.1117/12.894525

[31] Gondal, M., T.F. Qahtan, M. Dastageer, T.A. Saleh and Y.W. Maganda. Synthesis and
characterization of copper oxides nanoparticles via pulsed laser ablation in liquid. in 10th
International Conference on High Capacity Optical Networks and Enabling Technologies
(HONET-CNS). 2013: IEEE. doi:10.1109/HONET.2013.6729774

[32] Hamad, A., L. Li, Z. Liu, X.L. Zhong and T. Wang, Picosecond laser generation of Ag–
TiO2 nanoparticles with reduced energy gap by ablation in ice water and their antibacterial
activities. Applied Physics A, 2015. 119(4): pp. 1387–1396. doi:10.1007/s00339-015-9111-6

[33] Giorgetti, E., A. Giusti, S. Laza, P. Marsili and F. Giammanco, Production of colloidal gold
nanoparticles by picosecond laser ablation in liquids. Physica Status Solidi (a), 2007. 204(6):
pp. 1693–1698. doi:10.1002/pssa.200675320

[34] Kabashin, A.V. and M. Meunier, Synthesis of colloidal nanoparticles during femtosecond
laser ablation of gold in water. Journal of Applied Physics, 2003. 94(12): pp. 7941–7943.

[35] Torres-Mendieta, R., R. Mondragón, E. Juliá, O. Mendoza-Yero, J. Lancis and G.
Mínguez-Vega, Fabrication of high stable gold nanofluid by pulsed laser ablation in liquids.
Advanced Materials Letters, 2015. 6(12): p. 6. doi:10.5185/amlett.2015.6038

[36] Perrière, J., E. Millon and E. Fogarassy, Recent advances in laser processing of materials.
2006, Elsevier.

[37] Intartaglia, R., K. Bagga and F. Brandi, Study on the productivity of silicon nanoparticles
by picosecond laser ablation in water: towards gram per hour yield. Optics Express, 2014.
22(3): pp. 3117–3127. doi:10.1364/OE.22.003117

High Energy and Short Pulse Lasers20322

[38] Ashfold, M.N., F. Claeyssens, G.M. Fuge and S.J. Henley, Pulsed laser ablation and
deposition of thin films. Chemical Society Reviews, 2004. 33(1): pp. 23–31. doi:10.1039/
B207644F

[39] Kuzmin, P.G., G.A. Shafeev, G. Viau, B. Warot-Fonrose, M. Barberoglou, E. Stratakis
and C. Fotakis, Porous nanoparticles of Al and Ti generated by laser ablation in liquids.
Applied Surface Science, 2012. 258(23): pp. 9283–9287. doi:10.1016/j.apsusc.2011.08.108

[40] Dudoitis, V., V. Ulevičius, G. Račiukaitis, N. Špirkauskaitė and K. Plauškaitė, Generation
of metal nanoparticles by laser ablation. Lithuanian Journal of Physics, 2011. 51(3): pp. 248–
259.

[41] Itina, T.E., On nanoparticle formation by laser ablation in liquids. The Journal of Physical
Chemistry C, 2010. 115(12): pp. 5044–5048. doi:10.1021/jp1090944

[42] Chakravarty, U., P. Naik, C. Mukherjee, S. Kumbhare and P. Gupta, Formation of metal
nanoparticles of various sizes in plasma plumes produced by Ti: sapphire laser pulses. Journal
of Applied Physics, 2010. 108(5): p. 053107. doi:10.1063/1.3475512

[43] Hubenthal, F., M. Alschinger, M. Bauer, D.B. Sánchez, N. Borg, M. Brezeanu, R. Frese,
C. Hendrich, B. Krohn and M. Aeschliman. Irradiation of supported gold and silver
nanoparticles with continuous-wave, nanosecond, and femtosecond laser light: a comparative
study. in Microtechnologies for the New Millennium 2005. 2005: Proceedings of SPIE 5838,
Nanotechnology II. doi:10.1117/12.608560

Effects of Different Laser Pulse Regimes (Nanosecond, Picosecond and Femtosecond) on the Ablation of Materials for
Production of Nanoparticles in Liquid Solution

21323





Chapter 13

Application of PLD-Fabricated Thick-Film Permanent
Magnets

Masaki Nakano, Takeshi Yanai and
Hirotoshi Fukunaga

Additional information is available at the end of the chapter

http://dx.doi.org/10.5772/64235

Abstract

Isotropic  Nd-Fe-B  thick-film  magnets  have  been  prepared  using  a  pulsed  laser
deposition (PLD) method with the control of laser energy density (LED) followed by
post-annealing.  The characteristics of  the method are a high deposition rate up to
several tens of microns per hour together with a reliability of magnetic properties
due to the good transfer of composition from an Nd-Fe-B target to a film. Several
micro-machines comprising the isotropic Nd-Fe-B films such as a miniaturized DC
motor  and  a  swimming  machine  in  liquid  were  demonstrated.  Furthermore,  the
deposition of isotropic Nd (or Pr)-Fe-B thick-film magnets on a Si or glass substrate
was  carried  out  to  apply  the  films  to  various  micro-electro-mechanical-systems
(MEMS). We also introduced the preparation of isotropic Sm-Co, Fe-Pt,  and nano-
composite Nd-Fe-B+α-Fe film magnets synthesized using the PLD.

Keywords: pulsed laser deposition, thick-film magnet, isotropic, post-annealing

1. Introduction

Much research on anisotropic Nd-Fe-B film magnets thicker than several microns was carried
out in order to advance miniaturized electronic devices including micro-electro-mechanical-
systems (MEMS) [1–7]. It is generally known that the (BH)max value of an isotropic Nd-Fe-B film
[8, 9] is smaller than that of an anisotropic Nd-Fe-B one; however, the flexibility of magnetiza‐
tion of the isotropic films is attractive in practical and various applications. Töpfer et al.
demonstrated a multipolarly magnetized isotropic Nd-Fe-B film using a screen printing method

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
and reproduction in any medium, provided the original work is properly cited.



[10]. Yamashita et al. also reported that the torque of a milli-size motor comprising a multipo‐
larly magnetized isotropic thick film exceeded the torque of a motor using an anisotropic one [11].

In Sm-Co thick-film magnets, we have difficulty in overcoming the values of (BH)max for Nd-
Fe-B films due to the low saturation magnetization. However, several researchers have
demonstrated Sm-Co thick films because of their high Curie temperature and good corro‐
sion resistance [12–19]. For example, Cadieu et al. reported in-plane anisotropic Sm-Co films
with a thickness above 100 μm using sputtering together with pulsed laser deposition (PLD)
methods [16, 17]. In addition, Budde and Gatzen demonstrated a magnetic micro-actuator
comprising a sputtering-made 30-μm-thick Sm-Co film [19].

Fe-Pt magnet is a promising material to use in the medical field owing to its outstanding
biocompatibility [20]. In order to advance medical MEMS, the miniaturization of Fe-Pt magnets
is necessary [21]. Aoyama and Honkura [22] and Liu et al. [23] reported isotropic Fe-Pt film
magnets thicker than several microns using a sputtering method from the medical applica‐
tion point of view.

Here, we show the properties of isotropic Nd-Fe-B [24–28] thick-film magnets prepared using
the PLD method and several miniaturized machines [24, 25, 28] comprising the Nd-Fe-B thick
film. Moreover, PLD-fabricated isotropic Sm-Co, Fe-Pt, and nano-composite Nd-Fe-B+α-Fe
thick films were introduced.

2. Experimental

A target such as Nd-Fe-B, Pr-Fe-B, Sm-Co, and Fe-Pt was ablated with an Nd-YAG pulse laser
with a wavelength of 355 nm together with a frequency of 30 Hz in a vacuum atmosphere. The
chamber was evacuated to approximately 4 × 10−5 Pa with a vacuum equipment before the
deposition. During the deposition, each target was rotated and the distance between the target
and the substrate (T-S distance) varied from 5 to 20 mm. In the experiment, a laser power was
measured with a power meter in front of the entrance lens of the chamber. The laser energy
density (LED) varied by controlling the laser power (LP) together with a spot size of laser beam
which could be changed by moving the distance between the focal lens and the target
intentionally (see Figure 1). Here, the spot size was expressed as a defocusing rate (DF
rate) = (TD − FD)/FD × 100(%), where TD is the distance between the condensing lens and the
target and FD is the focal length. In the experiment, the control of the defocusing rate (DF rate)
enabled us to change LED widely compared with the variation of LP.

In some experiments, the post-annealing of a conventional annealing (CA) and a pulse
annealing (PA), respectively, was carried out as shown in Figure 2. After magnetizing each
sample up to 7 T with a pulse magnetizer, M-H loops were measured by using a vibrating
sample magnetometer (VSM) which could apply a magnetic field up to approximately
1800 kA/m reversibly. The average thickness was mainly measured with a micrometer. In some
samples, the thickness was estimated from hysteresis loops of as-deposited films [29]. Surface
observation and composition analysis were carried out by using a scanning electron micro‐
scope (SEM) and an SEM-energy-dispersive X-ray spectroscopy (EDX), respectively.
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deposition. During the deposition, each target was rotated and the distance between the target
and the substrate (T-S distance) varied from 5 to 20 mm. In the experiment, a laser power was
measured with a power meter in front of the entrance lens of the chamber. The laser energy
density (LED) varied by controlling the laser power (LP) together with a spot size of laser beam
which could be changed by moving the distance between the focal lens and the target
intentionally (see Figure 1). Here, the spot size was expressed as a defocusing rate (DF
rate) = (TD − FD)/FD × 100(%), where TD is the distance between the condensing lens and the
target and FD is the focal length. In the experiment, the control of the defocusing rate (DF rate)
enabled us to change LED widely compared with the variation of LP.

In some experiments, the post-annealing of a conventional annealing (CA) and a pulse
annealing (PA), respectively, was carried out as shown in Figure 2. After magnetizing each
sample up to 7 T with a pulse magnetizer, M-H loops were measured by using a vibrating
sample magnetometer (VSM) which could apply a magnetic field up to approximately
1800 kA/m reversibly. The average thickness was mainly measured with a micrometer. In some
samples, the thickness was estimated from hysteresis loops of as-deposited films [29]. Surface
observation and composition analysis were carried out by using a scanning electron micro‐
scope (SEM) and an SEM-energy-dispersive X-ray spectroscopy (EDX), respectively.
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Figure 1. Schematic diagrams of deposition process with several values of the laser energy density (LED) which was
controlled by changing the laser power and DF rate independently. (a) High laser energy density (DF rate of zero: just
focus) and (b) low laser energy density.

Figure 2. Schematic diagram of conventional annealing (CA) and pulse annealing (PA) methods.
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3. Results

3.1. PLD-fabricated isotropic Nd-Fe-B thick-film magnets

Figure 3 shows the in-plane demagnetization curves of isotropic Nd-Fe-B thick-film mag‐
nets after the crystallization using two methods of CA and PA with each optimum condition.
Both samples were prepared using an Nd2.4Fe14B target under the deposition rate higher
than 40 μm/h. The annealing duration of PA was approximately 1.8 s and the ramping rate of
CA was 400 K/min (see Figure 2). The coercivity value of the annealed film using PA meth‐
od was larger by approximately 300 kA/m than the annealed 673 K/min sample using CA
method. On the other hand, the remanence and (BH)max values of the two samples were almost
the same. Transmission electron microscopy (TEM) observation revealed that the use of PA
method enabled us to reduce the size of Nd2Fe14B grains compared with that of the sample
annealed using CA method. We considered that the enhancement in coercivity is due to the
increases in the domain pinning sites. From these results, a high-speed crystallization
annealing process (PA method) is a promising method to refine Nd2Fe14B grains of PLD-
fabricated Nd-Fe-B thick-film magnets.

Figure 3. Demagnetization curves (in-plane) of PLD-made Nd-Fe-B thick films crystallized by two methods of CA and
PA.

Figure 4 shows the relationship between the LED and magnetic properties of annealed Nd-Fe-
B film magnets deposited on Ta substrates prepared using an Nd2.6Fe14B target. All the samples
were annealed using PA method. As the inset in each figure shows, the laser power LP and
DF rate were controlled independently. In low energy density, high coercivity (Hc) and low
remanence (Mr) were obtained, respectively. The samples with low Hc and high Mr were
prepared in high energy density. In order to obtain the high deposition rate above 40 μm/h,
LED less than 30 mJ/mm2 was used. In this chapter, PA method was used in the results of
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Sections 3.1–3.5. On the other hand, energy density above 200 mJ/mm2 was used in the results
of Sections 3.5 and 3.6.

Figure 4. Effects of energy density of laser beam on (a) coercivity and (b) remanence. The laser power LP and DF rate
varied independently. (a) Coercivity and (b) Remanence.

3.2. Applications comprising isotropic Nd-Fe-B thick-film magnets

Several miniaturized devices comprising the above-mentioned isotropic Nd-Fe-B thick films
were demonstrated [24, 25, 28]. Figure 5(a) shows a small DC brushless motor with a 200-μm-
thick isotropic PLD-made Nd-Fe-B film magnet. The values of coercivity and remanence of
the film deposited on an Fe substrate were approximately 970 kA/m and 0.6 T, respectively. It
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was confirmed that the motor with a thickness of 0.8 mm and diameter of 5 mm rotates at
approximately 15,000 rpm under no-load test. The torque constant of 0.0236 mNm/A showed
at the gap of 0.1 mm between a rotor and a stator.

Figure 5. Three micro-machines comprising PLD-made Nd-Fe-B thick films. (a) DC brushless motor, (b) swimming
machine in liquid, and (c) electromagnetic friction-drive micro-motor.

A spiral-type micro-machine with 0.14 mm in outer diameter and 1.0 mm in length was
fabricated as seen in Figure 5(b). In the machine, an isotropic PLD-made Nd-Fe-B film magnet
was deposited on a tungsten (W) wire. After magnetizing the film magnet in the circumfer‐
ential direction, the machine rotated in sync with the rotating external magnetic field and the

High Energy and Short Pulse Lasers332330



was confirmed that the motor with a thickness of 0.8 mm and diameter of 5 mm rotates at
approximately 15,000 rpm under no-load test. The torque constant of 0.0236 mNm/A showed
at the gap of 0.1 mm between a rotor and a stator.

Figure 5. Three micro-machines comprising PLD-made Nd-Fe-B thick films. (a) DC brushless motor, (b) swimming
machine in liquid, and (c) electromagnetic friction-drive micro-motor.

A spiral-type micro-machine with 0.14 mm in outer diameter and 1.0 mm in length was
fabricated as seen in Figure 5(b). In the machine, an isotropic PLD-made Nd-Fe-B film magnet
was deposited on a tungsten (W) wire. After magnetizing the film magnet in the circumfer‐
ential direction, the machine rotated in sync with the rotating external magnetic field and the

High Energy and Short Pulse Lasers332330

spiral structure generated the propellant force. In the experiment, three types of liquids with
kinematic viscosity of 1, 10, and 100 mm2/s, respectively, were used. In order to move the
wireless micro-machine, an external magnetic field of 8 kA/m was applied under the frequen‐
cy range between 2 and 10 Hz. It was confirmed that the machine swam at the speed of 0.2–
1.6 mm/s under various conditions.

A micro-motor using a PLD-made Nd-Fe-B film magnet with a thickness of 384 μm deposit‐
ed on a Ta substrate was demonstrated as shown in Figure 5(c). The stator is a coil with a ferrite
core in the center together with a ferrite disc at the bottom. As an alternating voltage was
applied to the coil, pulling and reacting forces worked alternatively between the film and the
ferrite core, and as a result the rotor of the film magnet vibrated. The rotor is magnetically
mounted onto the stator without mechanical attachments. The motor rotated at approximate‐
ly 300 rpm with a starting torque of approximately 2 μNm. We confirmed that the electro‐
magnetic friction-drive motor had a large torque together with a low rotational speed.

3.3. Isotropic Nd-Fe-B thick-film magnets deposited on Si substrates

As mentioned earlier, increase in thickness of an Nd-Fe-B film magnet is indispensable to
provide a sufficient magnetic field. Here, the deposition of isotropic Nd-Fe-B thick-film magnet
on Si substrates was carried out in order to apply the film magnet to various MEMS. It is
generally known that we had difficulty in suppressing the peeling phenomenon due to the
different values of a linear expansion coefficient for a Si substrate and an Nd-Fe-B film. Even
if a buffer layer such as a Ta film was used, the maximum thickness was less than 200 μm.
Here, we reported that a control of microstructure of Nd-Fe-B thick films enabled us to increase
the thickness above 100 μm without a buffer layer on Si substrates [30].

Figure 6. Relationship between thickness and Nd contents in isotropic Nd-Fe-B thick-film magnets deposited on Si
substrates after an annealing process. Increase in Nd contents enabled us to increase the thickness up to 160 μm with‐
out mechanical destruction.

We investigated the relationship between thickness and Nd contents in annealed isotropic Nd-
Fe-B thick films deposited on SiO2/Si substrates as seen in Figure 6. After all the samples were
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annealed using PA method, many samples displayed by the symbol “○” could be prepared
without mechanical destruction. All the other samples plotted as “●” were broken. As the Nd
content exceeded by approximately 22 at.%, the thickness of the sample symbolized “○” could
be enhanced up to approximately 160 μm. The thickness of Nd-Fe-B films deposited on Si
substrates increased without the deterioration of mechanical properties. It was considered that
the precipitation of Nd element at the boundary of Nd-Fe-B grains together with the triple
junctions due to the composition adjustment of Nd2Fe14B phase is effective to suppress the
destruction of the samples through an annealing process.

3.4. Isotropic Pr-Fe-B thick-film magnets deposited on glass substrates

The laser beam was focused on the surface of a PrXFe14B (X = 1.8–2.4) target under a high
deposition rate of approximately several tens of microns per hour (see Figure 1(b)). Figure 7
shows the magnetic properties as a function of Pr contents in each film with a thickness
above 10 μm. Coercivity increased and residual magnetic polarization decreased with an
increase in the amount of Pr. As displayed in Figure 6, Nd(or Pr)-Fe-B thick films with rare-
earth amount less than 15 at.% deposited on Si substrates were mechanically broken after a
post-annealing process. On glass substrates, the Pr amounts could be reduced down to
approximately 13 at.% without the deterioration of mechanical properties. It was also
confirmed that an approximately 100-μm-thick Pr-Fe-B thick film with (BH)max of about 80 kJ/
m3 could be deposited on a glass substrate.

Figure 7. Remanence and coercivity as a function of Pr contents in Pr-Fe-B thick-film magnets deposited on glass sub‐
strates.

3.5. PLD-fabricated isotropic Sm-Co thick-film magnets

In this section, a high-speed PLD method with a deposition rate of approximately several tens
of microns per hour was applied to fabricate Sm-Co thick-film magnets by using an Sm1.2Co5

target. In-plane and perpendicular M-H loops of a sample annealed by CA method are shown
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in Figure 8. The perpendicular M-H loop was corrected by a demagnetization factor of 1.0. The
structure of as-deposited films prepared using an SmCo5 target without a substrate heating
system was amorphous as seen in Figure 9; therefore, the samples were post-annealed at a
temperature of 973 K with a heating rate of 673 K/min (CA method). After the post anneal‐
ing, not only SmCo5 but also Sm2Co17 phases were observed. In the present stage, we demon‐
strate the fabrication nano-composite Sm-Co/α-Fe multilayered film magnets using the PLD
method [31].

Figure 8. In-plane and perpendicular M-H loops of a PLD-fabricated Sm-Co thick film after a post-annealing process.

Figure 9. X-ray diffraction patterns of a PLD-fabricated Sm-Co thick film before and after a post-annealing process.
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3.6. PLD-fabricated isotropic Fe-Pt thick-film magnets

In this section, a Fe70Pt30 target was ablated with an Nd-YAG pulse laser under LED above
200 mJ/mm2 in a vacuum atmosphere (see Figure 1(a)). Figure 10 shows coercivity values of
the as-deposited films as a function of laser power. The values drastically increased at a power
of 3 W and then gradually decreased with increase in power. We confirmed that the sub‐
strate temperature was proportional to the laser power due to the rise of a radiation heat from
a target. As a result, it was found that L10 ordered phase together with relatively high coercivity
could be obtained using a suitable laser power without using a substrate heating system and
a post-annealing process. Figure 11 shows in-plane M-H loop of a Fe-Pt film fabricated at a
power of 3 W. The values of coercivity, remanence, and (BH)max were 378 kA/m, 0.94 T, and
104 kJ/m3, respectively [32]. We, therefore, considered that remanence enhancement occur‐
red in the sample because the saturation magnetization of 1.43 T for Fe50Pt50 ordered phase [33].

Figure 10. In-plane coercivity values for as-deposited Fe-Pt film magnets prepared from Fe70Pt30 target as a function of
laser power.

Figure 11. In-plane and perpendicular M-H loops of an as-deposited Fe-Pt film magnet prepared from a Fe70Pt30 target.

High Energy and Short Pulse Lasers336334



3.6. PLD-fabricated isotropic Fe-Pt thick-film magnets

In this section, a Fe70Pt30 target was ablated with an Nd-YAG pulse laser under LED above
200 mJ/mm2 in a vacuum atmosphere (see Figure 1(a)). Figure 10 shows coercivity values of
the as-deposited films as a function of laser power. The values drastically increased at a power
of 3 W and then gradually decreased with increase in power. We confirmed that the sub‐
strate temperature was proportional to the laser power due to the rise of a radiation heat from
a target. As a result, it was found that L10 ordered phase together with relatively high coercivity
could be obtained using a suitable laser power without using a substrate heating system and
a post-annealing process. Figure 11 shows in-plane M-H loop of a Fe-Pt film fabricated at a
power of 3 W. The values of coercivity, remanence, and (BH)max were 378 kA/m, 0.94 T, and
104 kJ/m3, respectively [32]. We, therefore, considered that remanence enhancement occur‐
red in the sample because the saturation magnetization of 1.43 T for Fe50Pt50 ordered phase [33].

Figure 10. In-plane coercivity values for as-deposited Fe-Pt film magnets prepared from Fe70Pt30 target as a function of
laser power.

Figure 11. In-plane and perpendicular M-H loops of an as-deposited Fe-Pt film magnet prepared from a Fe70Pt30 target.

High Energy and Short Pulse Lasers336334

3.7. PLD-fabricated isotropic nano-composite Nd-Fe-B + α-Fe thick-film magnets

In this section, we focus on the use of high LED above 200 mJ/mm2 in order to adopt a different
deposition process by taking account of the explosively emitting process of atoms from a target.
The as-deposited films had amorphous phase including α-Fe grains, and a nano-composite
structure could be obtained after the pulse annealing [34].

Figure 12. Relationship between remanence and coercivity values of films thicker than 10 μm by using six targets with
various compositions. Use of an Nd2.4Fe14B target is effective to obtain good magnetic properties.

Figure 13. M-H loop of a 16-μm-thick Nd-Fe-B film magnet prepared using laser energy density above 200 mJ/mm2

together with an Nd2.4Fe14B target.

Investigation on the relationship between coercivity and remanence of each sample thicker
than 10 μm prepared by six Nd-Fe-B targets with various compositions under LED above
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200 mJ/mm2 (see Figure 12). In all the targets, the deposition rate was higher than 20 μm/h and
the reduction in the Nd contents of each film by several atomic percentages was observed
compared with that of the corresponding target. The samples prepared by using an Nd2.4Fe14B
target had relatively large values of coercivity and remanence. Figure 13 shows an in-plane
M-H loop of a 16-μm-thick Nd-Fe-B + α-Fe thick-film magnet prepared using LED higher
than 200 mJ/mm2 together with an Nd2.4Fe14B target.

4. Conclusion

In this chapter, we introduced the preparation of rare-earth thick-film magnets using a PLD
method and their applications. The PLD-made Nd-Fe-B thick-film magnets thicker than
10 μm deposited on metal substrates could be applicable to miniaturized devices by taking
account of the relatively good magnetic and mechanical properties. In addition, Nd(or Pr)-Fe-
B thick films with a thickness above 100 μm without a buffer layer on a Si or glass substrate.
Preparation of Sm-Co, Fe-Pt, and nano-composite Nd-Fe-B + α-Fe thick-film magnets was also
carried out.
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Abstract

The deposition of hydroxyapatite thin films has become a topic of interest in medical
applications. This dental film applied on the surface of the tooth may act as a highly
resistant and flexible artificial enamel, protecting teeth and removing tooth sensitivi‐
ty. Other possibilities include whitening and coating enamel-deficient structures. We
obtained this flexible film of hydroxyapatite using laser ablation. The plasma plumes
were generated by an Nd:YAG nanosecond laser in a vacuum chamber. We used the
pulsed laser deposition (PLD) technique and conducted investigations using optical
emission  spectroscopy  (OES),  laser-induced  breakdown  spectroscopy  (LIBS),  and
Raman spectroscopy. Initially, a thin film of HA was deposited on a soluble substrate
and heated, followed by immersion into pure water to dissolve the substrates. The
originality of our approach consists in the fact that the flexible HA film can be obtained
in pure state, because it grows without a substrate, using just a base and lateral supports
between, on which it will grow vertically. In order to verify the compatibility and the
“stickiness” of HA on the teeth, we chose to grow the film between the roots of a tooth.
In this case, besides the film, we also obtained HA microfibers. We tried to bind the film
on an extracted tooth. A protocol must be established in order to allow the bonding of
the film to the surface of the tooth, knowing that contaminants such as saliva or sulcular
fluid increase bonding strength to enamel or dentin. We realized an efficient bonding
as HA absorbs protein, the mineral also participates in this ionic exchange, and we
strengthened the tooth structure. The main purpose of our research is to rebuild the
dentine layer or enamel and close the dental channels. Our experiments led to the
creation of an HA foil that has the role of protecting teeth against cariogenic bacteria
and could even have cosmetic effects by teeth whitening. This dental plaster acts as an
artificial HA enamel, very resistant and flexible, protecting the tooth and eliminating

© 2016 The Author(s). Licensee InTech. This chapter is distributed under the terms of the Creative Commons
Attribution License (http://creativecommons.org/licenses/by/3.0), which permits unrestricted use, distribution,
and reproduction in any medium, provided the original work is properly cited.



dental sensitivity. Being very thin, it  is invisible once applied on teeth and can be
observed only by examination under a strong light.

Keywords: hydroxyapatite, biocompatibility, films, biomaterials, laser, tooth

1. Introduction

This chapter describes a unique way to obtain a flexible pure hydroxyapatite film. In the past
years, the nanocomposites have been in the center of attention due to their unique physical
and chemical properties.

Specifically, the biomaterials have been widely studied, motivated by their clinical applica‐
tions. Among these, the hydroxyapatite has been studied due to its remarkable properties,
such as biocompatibility, osteoconductivity, and bioactivity. This material is naturally found
in the human body, being one of the major constituents of bones and teeth. As a consequence,
HA has been widely used in many fields, including biomedical applications. Our experiments
led to the creation of a thin HA film that has the role of protecting teeth against cariogenic
bacteria and could even have cosmetic effects by teeth whitening. This dental plaster acts as
an artificial HA enamel, very resistant and flexible, protecting the tooth and eliminating dental
sensitivity. Being very thin, it is invisible once applied on teeth and can be observed only by
examination under a strong light. The plaster, produced by pulsed laser deposition (PLD), can
be manipulated with tweezers and applied on the tooth. The originality of our approach
consists in the fact that the flexible HA film can be obtained in pure state, because it grows
without a substrate, using just a base and lateral supports between which it will grow on
vertical direction.

2. Experimental methods

The deposition of hydroxyapatite thin films has become a topic of interest in medical appli‐
cations. This dental film applied on the surface of the tooth may act as a(n) artificial, highly
resistant, and flexible enamel, protecting teeth and removing tooth sensitivity. There is also a
possibility for whitening and covering deficient enamel structure. We obtained this flexible
film of hydroxyapatite using laser ablation. We also tried to apply the film on an extracted
tooth. The plasma plumes were generated by an Nd:YAG nanosecond laser in a vacuum
chamber with 10−6 Torr. We used the pulsed laser deposition technique and for the investiga‐
tions we opted for optical emission spectroscopy (OES) and Raman spectroscopy.

In this work, we studied the evolution of plasma plumes resulting from enamel and hydrox‐
yapatite ablation. The plasma plumes were generated by an Nd:YAG nanosecond laser and
the depositions were performed in a cylindrical stainless steel vacuum chamber (10 L volume,
30 cm height, 20 cm diameter) (Figure 1). The chamber is evacuated to a base pressure of 10−6
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Torr by a 550 L/s turbomolecular pump (Agilent Technologies TV-551) placed in a vertical
position at the bottom of chamber. The target (HA) is placed on a micrometric precision XYZ
stage and can be rotated with a motorized vacuum feedthrough (Caburn MDC). The target is
placed on a metallic target holder, which is electrically isolated from the rest of the experiment
by an alumina block. The substrate (salt) is placed parallel to the target. The target-substrate
distance was 1.4 cm. The ablation laser beam was usually at 45° on the target surface (Figure 2).

Figure 1. Vacuum chamber.

Figure 2. Experimental setup of an Nd:YAG nanosecond laser (Continuum Surelite III-10) (gw = 1 μs, gd = 25 ns).

Figure 3. (a) Vacuum chamber with target; (b) 1 plasma tooth; (c) 1 tooth after ablation; (d) 1 HA after ablation.
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2.1. Experimental data

We used λ = 266 nm, 10 ns, 10 Hz, E = 40 mJ/pulse, fluence 2.1 J/cm2. The materials used in
these studies were hydroxyapatite and a human tooth (Figure 3a–d).

2.2. Results and discussions

The dynamics of the plasma plume has been studied by means of a high-resolution mono‐
chromator (Acton SP 2500i) and intensified charge-coupled device (ICCD) camera (Roper
Scientific PI MAX2-1003-UNIGEN2, 1024 × 1024 pixels). The monochromator has an alternative
exit port fitted with a photomultiplier (PM, Hamamatsu) in order to record fast temporal
profiles of a given spectral line. The PM output is sent to a fast digital oscilloscope (GHz,
LeCroy). In order to obtain preliminary insight into the dynamics of the laser ablation plasma
plume, ICCD sequential pictures of the spectrally unresolved plasma optical emission were
recorded at various delays with respect to the laser pulse. We used the PLD technique to
produce flexible films of hydroxyapatite deposited on glass or NaCl (salt) substrates, followed
by a space-and-time-resolved optical emission spectroscopy (OES) investigation on selected
spectral lines, the properties of the deposited films were investigated by Raman spectroscopy.

Figure 4. Temporal evolution of the plasma produced by irradiation of HA sample.

We used the ICCD camera to record the global template evolution of the plasma (Figure 4)
and we observed the presence of two main structures: a fast one, represented by the spectral
lines of ions, and a slower one, mainly due to the contribution of neutrals (the first one, plume-
like-shaped, expands at a velocity of about 2 × 104 m/s; the second one, which looks like a small
plasma cloud close to the target surface, shows an expansion velocity of about 2 × 103 m/s).
OES allowed us to obtain information on the contribution of each species present in the plasma,
the processes of formation and expansion of the plume. Identification of spectral lines observed
in the OES was performed using the NIST database and CFA (Figure 5).

Emission is dominated by Ca I, Ca II ions but O II, H I, and contaminants such as Na I, Mg III,
Hg I ions were also found. Raman analysis of HA deposition on glass and Raman analysis of
HA deposition on salt are presented in Figures 6 and 7, respectively.
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Figure 5. OES hydroxyapatite/OES enamel tooth.

Figure 6. Raman analysis of HA deposition on glass. Experimental data: 785 nm, object 50×, 10 acc, 10 s, 1.36 mW/785
nm, 50×, 10 acc, 10 s, 4.4 mW.
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Figure 7. Raman analysis of HA deposition on salt. Experimental data: 785 nm, object 50×,10 acc, 10 s, 1.36 mW/785
nm, 50×, 10 acc, 10 s, 4.4 mW.

A starting point in the investigation of the thin HA film is to obtain information on the surface
morphology of the deposited samples. For the study of the thin film discussed here, we used
a confocal optical microscope (Olympus) coupled to the Raman spectroscopy setup (Renish‐
aw). Our images were obtained using the 50× objective (Figure 8).

Figure 8. Optical microscopy for deposition: on glass/on salt.

Figure 9. Thin film of hydroxyapatite on the salt after heated/thin and flexible film of HA.

A thin film of Hap was deposited on a soluble substrate by a pulsed laser deposition (PLD)
technique. The substrates were then dissolved using a solvent and the thin Hap films were
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collected as freestanding sheets. The HA film was deposited on salt single crystals (Figure 9)
and heated at 400°C, t = 30 min. These HA sheets were crystallized. Thereafter, the thin films
were collected as freestanding sheets by immersing the NaCl substrates into pure water to
dissolve the substrates. This procedure gave rise to flexible HA films.

Figure 10. Schema of the LIBS setup.

Laser-induced breakdown spectroscopy (LIBS) uses a short laser pulse (≈10 ns) focused on the
surface of a solid sample to vaporize a very small quantity of material. The ejected material
forms a plasma plume and the optical radiation emitted by the plasma species is collected
through an optical fiber exactly where the plasma was produced, meaning that this method
can be used for in situ analysis. Because the quantity of ejected material is in the order of 20–
200 ng, this method is considered microdestructive because the crater formed on the surface
of the sample is practically invisible to the naked eye. LIBS can be used for elemental analysis
of materials and it allows the measurement of fluorescence lifetime of the species identified in
the plasma. For the LIBS analysis, we used the third harmonic of an Nd:YAG (BMI LT-1233)
laser (355 nm, 10 ns) focused by a 5 cm focal distance lens. The optical radiation emitted by the
plasma plume was collected using an optical fiber and analyzed using a monochromator and
detected with a photomultiplier (H9305-02 Hamamatsi) connected to a 500 MHz oscilloscope
(Agilent Technologies) (Figure 10). This way, we were able to measure the intensity of the
radiation emitted at various wavelengths and to record the time evolution of each signal.

Figure 11. Fluorescence lifetime of HA species/normalized graph.
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The measurements have been performed at IESL-FORTH (Institute of Electronic Structure and
Laser-Foundation for Research and Technology-Hellas), Greece. The HA pellet was placed 1
cm before the focal point in order to avoid laser focusing in the air and air breakdown. The
laser fluence could be adjusted by changing the area of the laser spot at the surface of the
sample by modifying the lens-sample distance. Experiments were performed at 1.47 J/cm2

(fluence) (E = 7.4 mJ, 10 Hz, D = 0.8 mm, S = 0.50 mm2).

The main species identified are Ca I, then HI and OII, but also the main contaminant, Na I. The
fluorescence lifetime of Ca I and oxygen is considerably larger (Figure 11).

2.3. Vertical growth methods for flexible HA films

In order to obtain flexible HA films, we used PLD starting from a solid pure HA pellet as a
target. The powdered HA was processed in the form of solid pellets of 14–15 mm diameter
and 4–6 mm thickness using a hydraulic press (15–25 tones) at “Gheorghe Asachi” Technical
University of Iasi (Figure 12).

Figure 12. Manual press.

The hydroxyapatite thin films were obtained by nanosecond PLD. This method proved to be
competitive for growing high-quality thin films because it has the capacity to preserve the
stoichiometry of deposed compounds [4]. Obtaining thin films using PLD offers many
advantages compared with other techniques, such as the laser source is external to the
deposition chamber, most materials can be laser ablated and deposed in thin films, and the
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growth rate can be precisely controlled (10−2 to 10−1 nm/pulse)nm/pulse); the ablated material
is localized in the volume of the generated plasma; the stoichiometry of the film is identical
with that of the target and the high energy of ablated species allows one to obtain very adherent
films [5–8]. The film depositions were performed using an Nd:YAG laser, BMI Industries, at
IESL-FORTH (Institute of Electronic Structure and Laser-Foundation for Research and
Technology-Hellas, Heraklion) Greece, at λ = 266 nm, repetition rate 10 Hz (Figure 13). Various
fluencies were used and the target substrate distance was also adjustable (Table 1). As
previously explained, the fluence can be varied by changing the distance between the focusing
lens and the target surface.

Figure 13. PLD experimental setup.

Diameter (mm) Area (mm2)  Area (cm2)  Measured
power (mW) 

Repetition
rate (Hz) 

Energy
(mJ) 

Fluence
(mJ/cm2)

Fluence
(J/cm2)

0.8 0.502655 0.005027 74 10 7.4 1472.183 1.472183

1 0.785398 0.007854 66 10 6.6 840.3381 0.840338

1.5 1.767146 0.017671 200 10 20 1131.768 1.131768

Table 1. Laser fluence.

Figure 14. HA ablation plasma/HA vertical film obtained on salt substrate.
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Figure 15. HA film formed between two lateral supports/vertical HA film attached only at the base.

Figure 16. HA microfibers attached to the tooth surface.

Figure 17. Optical microscope 15×, Brunel microscopes.
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Figure 17. Optical microscope 15×, Brunel microscopes.
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Figure 18. The oven used for thermal treatment, IESL, Greece.

Figure 19. Free HA films, obtained by deposing on salt substrate, after thermal treatment.

Initially, we made a deposition on a salt (NaCl) substrate and it led to the formation of some
HA vertical structures (Figure 14). The next step was to obtain films that were not completely
attached to the substrate by growing them between two lateral supports. In order to verify the
compatibility and the “sticking” of HA on the teeth as well, which corresponds to the intended
application, we chose to grow the film between the roots of a tooth (Figure 15). In this case,
besides the film, we also obtained HA microfibers attached only at one end on the tooth enamel
(Figure 16). We used for these experiment Optical microscope (Figure 17).

In order to improve the crystallinity and biocompatibility of the films, they were thermally
treated for 30 min at 400°C (Figures 18 and 19).

2.4. Methods of HA adhesion on enamel

This flexible HA film can be handled with tweezers and applied to the tooth. We tried to bind
the film on an extracted tooth.
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Adhesion to enamel is the hard process (Figure 20). A protocol must be established in order
to allow the bonding of the film on the surface of the tooth knowing that contaminants such
as saliva or sulcular fluid increase bonding strength to enamel or dentin. We realized an
efficient bonding as HA absorbs protein, the mineral also participates in this ionic exchange
and we strengthened the tooth structure.

Figure 20. Methods of HA adhesion on enamel.

Using the PLD technique, we can obtain a flexible film of hydroxyapatite, a biocompatible
dental material that can be immediately and directly attached to the tooth surface for restora‐
tion and conservation of teeth.

For the experimental part, we have attached a theoretical model [8–16].

We proposed a new approach for the analysis of dynamics in nanostructures. The dynamics
of nanostructure quasiparticles takes place on continuous but nondifferentiable curves.
Consequently, the standard properties of nanostructures, such as quasiparticles generation
through self-structuring, interferential capacities through self-similar solutions of Kirchhoff
type equations, etc., are controlled through nondifferentiability of motion curves.

The standard theoretical models of nanostructures dynamics are sophisticated and ambiguous.
However, such situation can be simplified if we consider that complexities in interaction
processes impose various time resolution scales and the evolution pattern leads to different
freedom degrees. To develop new theoretical models, we have to admit that the nanostructures
with chaotic behaviors can achieve self-similarity (space-time structures can appear) associ‐
ated with strong fluctuations at all possible space-time scales. Then, for time scales that prove
to be larger if compared with the inverse of the highest Lyapunov exponent, the deterministic
trajectories are replaced by a collection of potential routes. In its turn, the concept of “definite
positions” is replaced by that of probability density.

Thus, the nondifferentiability appears as a universal property of nanostructures and, more‐
over, it is necessary to create nondifferentiable physics of nanostructures. Under such circum‐
stances, if we consider that the complexity of interactions in the dynamics of nanostructures
is replaced by nondifferentiability, it is no longer necessary to use the whole classical “arsenal”
of quantities from standard physics (differentiable physics).

This topic was developed using either the scale relativity theory (SRT) or scale relativity theory
with arbitrary constant fractal dimension. According to these models, the dynamics of
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nanostructure quasiparticles takes place on continuous but nondifferentiable curves (fractal
curves) so that all physical phenomena involved depend not only on space-time coordinates
but also on space-time scale resolution. That is why physical quantities describing the dynam‐
ics of nanostructures can be considered as fractal functions. Moreover, according to geodesics
in a nondifferentiable (fractal) space, the nanostructure quasiparticles may be reduced to, and
identified with, their own trajectories (i.e., their geodesics) so that the nanostructure should
behave as a special “fluid” lacking interactions—fractal fluid.

Various theoretical aspects of nanostructure dynamics (self-structuring, phenomena through
quasiparticles generation, interferential capacities through self-similar solutions of Kirchhoff
type equations, etc.) were analyzed using the SRT with arbitrary constant fractal dimension.

Any particle can take part in a permanent interaction with the “subfractal level” through the
fractal potential, Q. The “subfractal level” is identified with a nonrelativistic fractal fluid
described by momentum and state density conservation laws. The nondifferentiable hydro‐
dynamics implies a quantum hydrodynamics model (QHM). Indeed, for motions described
by fractal curves with fractal dimension DF = 2, at Compton scale, the Non-differentiable
hydrodynamics (NDH) reduces to quantum hydrodynamics model. Moreover, the “subfractal
level” can be identified with “subquantum level.” The fractal potential comes from the
nondifferentiability and must be considered as a kinetic term and not as a potential one.
Moreover, the fractal potential can generate a viscosity stress tensor type.

The main conclusions of the theoretical model are the following: (i) the nanostructure dynamics
was theoretically analyzed assuming that the quasiparticle moves on continuous and nondif‐
ferentiable curves; (ii) a nondifferentiable hydrodynamic model containing the density and
momentum conservation equations was built. The fractality is introduced via fractal potential;
(iii) supposing that the fractal potential implies an isentropic-type behavior of the fractal fluid,
the self-structuring phenomena are analyzed through numerical simulations; (iv) in the
absence of convection, interferential properties are induced in nanostructures; (v) this chapter
deals with the standard properties of nanostructures, such as quasiparticles generation
through self-structuring or interferential capacities through self-similar solutions of Kirchhoff-
type equations. In the literature, there are also other descriptions of the forms of organization
of the matter. The quantum theory is used in each of these descriptions of the forms of
organization of matter. However, the interpretation of modern quantum theory is still an open
question as shown in the Reference [1–3].

3. Conclusions

We created a flexible HA film, a dental plaster grown vertically, thus improving its quality:
there are no contaminations and impurities from the substrate. The crystalline structure can
be improved by thermal treatment. The main purpose of our research is to rebuild the dentine
layer or enamel and close the dental channels.

Obtaining a Thin and Flexible Dental Film of Hydroxyapatite 13351



Author details

Lucia Marin Biolan1*, Andrei Bedros Agop2 and Doriana Forna3

*Address all correspondence to: luciamarin2015@yahoo.com

1 Faculty of Physics, “Alexandru Ioan Cuza” University of Iaşi, Iaşi, România

2 Faculty of Material Science and Engineering, “Gheorghe Asachi” Technical University of
Iaşi, Iaşi, România

3 Faculty of Dental Medicine, “Grigore T. Popa” University of Medicine and Pharmacy of
Iaşi, Iaşi, România

References

[1] Agop M, Forna N, Casian-Botez I, Bejenariu C. New theoretical approach of the physical
processes in nanostructures. Journal of Computational and Theoretical Nanoscience
2008;5(4):483–489.

[2] Croca JR, de Lemos e Silva Cordovil JL. Nonlinear quantum physics. Reviews in
Theoretical Science 2014;2(3):181–200.

[3] Casian-Botez I, Vrajitoriu L, Rusu C, Agop, M. Interferential behaviors in nanostructures
via non-differentiability. Journal of Computational and Theoretical Nanoscience
2015;12:1–7.

[4] Mazilu N, Agop M, Axinte CI, Radu E, Jarcău M, Gârţu M, Răuţ, M, Pricop M, Boicu
M, Mihăileanu D, Vrăjitoriu L. A Newtonian message for quantization. Physics Essays
2014;27:204–214.

[5] Landi E, Tampleri A, Celotti G, Spio S. Densigication behavior and mechanisms of
synthetic hydroxyapatites. Journal of European Ceramican Society 2000;20(14–15):2377.

[6] Gurlui S, Agop M, Nica P, Ziskind M, Focsa C. Experimental and theoretical investi‐
gations of aluminium expanding laser-plasma. Physical Review E 2008;78:026405.

[7] Nica P, Vizureanu P, Agop M, Gurlui S, Focsa C, Forna N, Ioannou P, Borsos Z. Japanese
Journal of Applied Physics 2009;48:066001.

[8] Baurle D. Laser Processing and Chemistry. Springer, Berlin; 2000.

[9] Serra P, Morenza JL. Imaging and spectral analysis of hydroxiapatite laser ablation
plumes. Applied Surface Science 1998;127–129:662–667.

High Energy and Short Pulse Lasers14352



Author details

Lucia Marin Biolan1*, Andrei Bedros Agop2 and Doriana Forna3

*Address all correspondence to: luciamarin2015@yahoo.com

1 Faculty of Physics, “Alexandru Ioan Cuza” University of Iaşi, Iaşi, România

2 Faculty of Material Science and Engineering, “Gheorghe Asachi” Technical University of
Iaşi, Iaşi, România

3 Faculty of Dental Medicine, “Grigore T. Popa” University of Medicine and Pharmacy of
Iaşi, Iaşi, România

References

[1] Agop M, Forna N, Casian-Botez I, Bejenariu C. New theoretical approach of the physical
processes in nanostructures. Journal of Computational and Theoretical Nanoscience
2008;5(4):483–489.

[2] Croca JR, de Lemos e Silva Cordovil JL. Nonlinear quantum physics. Reviews in
Theoretical Science 2014;2(3):181–200.

[3] Casian-Botez I, Vrajitoriu L, Rusu C, Agop, M. Interferential behaviors in nanostructures
via non-differentiability. Journal of Computational and Theoretical Nanoscience
2015;12:1–7.

[4] Mazilu N, Agop M, Axinte CI, Radu E, Jarcău M, Gârţu M, Răuţ, M, Pricop M, Boicu
M, Mihăileanu D, Vrăjitoriu L. A Newtonian message for quantization. Physics Essays
2014;27:204–214.

[5] Landi E, Tampleri A, Celotti G, Spio S. Densigication behavior and mechanisms of
synthetic hydroxyapatites. Journal of European Ceramican Society 2000;20(14–15):2377.

[6] Gurlui S, Agop M, Nica P, Ziskind M, Focsa C. Experimental and theoretical investi‐
gations of aluminium expanding laser-plasma. Physical Review E 2008;78:026405.

[7] Nica P, Vizureanu P, Agop M, Gurlui S, Focsa C, Forna N, Ioannou P, Borsos Z. Japanese
Journal of Applied Physics 2009;48:066001.

[8] Baurle D. Laser Processing and Chemistry. Springer, Berlin; 2000.

[9] Serra P, Morenza JL. Imaging and spectral analysis of hydroxiapatite laser ablation
plumes. Applied Surface Science 1998;127–129:662–667.

High Energy and Short Pulse Lasers14352

[10] Kokkinaki O, Mihesan C, Velegrakis M, Anglos D. Comparative study of laser-induced
breakdown spectroscopy and mass spectrometry for the analysis of cultural heritage
materials. Journal of Molecular Structure 2013;1044:160–166.

[11] Buonocore MG, Matsui A, Gwinnett AJ. Penetration of resin dental materials into
enamel surfaces with reference to bonding. Archives of Oral Biology 1968;13:61–70.

[12] Raskin A, Michotte-Theall B, Vreven J, Wilson NH. Clinical evaluation of a posterior
composite 10-year report. Journal of Dentistry 1999;27(1):13–19.

[13] Tesloianu D, Vrajitoriu L, Costin A, Vasincu D, Timofte D. Dispersive behaviours in
biological fluids. Applications (II), The Bulletin of the Polytechnic Institute of Jassy 2014;
Pg.12. Tomul LX(Fasc. 3), Sectia matematica, mecanica teoretica, fizica.

[14] Marin L, Mereuţă VD. Obtaining a thin and flexible dental film of hydroxiapatite using
a PLD technique. Bulletin of the Polytechnic Institute of Iaşi; 2015.

[15] Marin L, Mihesan C, Velegrakis M. Obtaining hydroxiapatite flexible thin films without
using a substrate. Bulletin of the Polytechnic Institute of Iaşi; 2015.

[16] Marin L, Mereuţă VD, Agop M. Nonlinear effects in complex systems. Publisher Ars
Longa, Iasi, October 2015.

Obtaining a Thin and Flexible Dental Film of Hydroxyapatite 15353





Chapter 15

High‐Energy Nanosecond Laser Pulses for Synthesis of
Better Bone Implants

Amirkianoosh Kiani and Mitra Radmanesh

Additional information is available at the end of the chapter

http://dx.doi.org/10.5772/63770

Abstract

The main objective of this chapter is to introduce high‐energy nanosecond laser pulse
treatment for enhancing the surface bioactivity of titanium for bone and tissue implant
fabrication. Improvement to the implant performance could immensely benefit  the
human patient. Bioactivity enhancement of materials is currently an essential chal‐
lenge in implant engineering. Laser micro/nano surface texturing of materials offers a
simple, accurate, and precise method to increase the biocompatibility of materials in
one single step. In this chapter, the effects of laser power, scanning parameters, and
frequency  on  surface  structure  and  topographic  properties  are  studied.  Through
bioactivity assessment of treated titanium substrates, it was found that an increase in
power and frequency increases the bioactivity of titanium, while a decrease in scanning
speed of laser could lead to an increase in the cell adhesion ability of titanium.

Keywords: titanium, bone implant, laser surface treatment, micro‐ and nanotexturing,
bioactivity, biocompatibility

1. Introduction: biomaterials and implant engineering

Biomaterials and implant engineering have become vital fields in the medical and surgical
industries. These disciplines can enhance the quality and length of human life, and have an
immense effect on the health of numerous individuals.  The technologies associated with
biomaterials and implant engineering, particularly in the fields of surgical implants such as
dental, bone, and tissue implant applications, have led to the creation of numerous research
opportunities [1–3]. In today's society, with the continuous growth in population and educa‐
tion, there is a preference for an improved life style, better body functionality, and more appealing
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aesthetics.  This leads to ongoing expansion and discovery in the technology and science
associated with biomaterials and implant engineering [3–6].

This chapter describes a research opportunity for the investigation and improvement of the
effects of laser surface texturing on enhancing the biocompatibility and bioactivity of titani‐
um. Titanium substrates are used to examine the effects of key laser process parameters,
including power, scanning parameters, and frequency on their surface topography proper‐
ties and biocompatibility.

1.1. Main challenge in implant engineering

Cell adhesion and biocompatibility are important parameters for implant fabrication and the
production of biomedical devices. Improvements to an implant's performance in the implan‐
tation site could benefit the patient's quality of life. Low biocompatibility is often caused by
poor integration of the implant with surrounding tissues. Cell behaviour on biomaterial
surfaces depends upon implant‐cell interactions, which are correlated with surface proper‐
ties such as hydrophilicity, roughness, texture, chemical composition, charge, and topogra‐
phy properties [6–8]. Although there is a great range in the design and function of various
implants, the one common factor for all of them is their biocompatibility, which affects overall
implant performance. Biocompatibility enhancement of materials used in implants is current‐
ly an essential challenge in implant engineering [8]. This property is essential in order to avoid
any infections and immune system rejection. It can also affect the healing process by reduc‐
ing the healing time. A reduced healing time is desirable in implant applications, since the
sooner the body accepts the implant organ, the sooner the user can function normally [7, 9, 10].

The implant's surface is the main area in contact with the body at an implantation site.
Therefore, to increase the biocompatibility of a material, various methods of surface treat‐
ment are currently being used in industry [9, 11, 12].

1.2. Fabrication methods of biocompatible materials

One method to affect the surface properties of a material is to alter the surface topography
properties. There are multiple conventional methods used commercially for processing and
surface texturing of materials for bone and tissue implant applications [9, 11]. The most
common mechanical methods for altering surface topography properties include sandblast‐
ing and machining, while acid etching and oxidation are common chemical methods. Although
these methods are effectively used in industry, there are major disadvantages associated with
them. Slow production time, complex control processes, and chemical contaminations are only
a small number of the challenges presented by these commonly used processing techniques
[13]. The newly developing method of laser surface texturing of materials addresses these
disadvantages in a simple and effective manner. Lasers are able to deliver very low to high
energy with extreme precision in dimension, spatial distribution, and temporal distribution.
Lasers offer better control and precision, offer more feasibility, and are environmentally
friendly [14–16]. Decreased processing time makes lasers particularly suitable for mass
production, rapid prototyping, and custom‐scale manufacturing for a wide variety of
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applications, such as microwelding, drilling, cutting, and heat treatment of metals and alloys.
Laser treatment is known for its fast and precise manner in the processing of materials, and
for the variety of scales offered by lasers, including micro‐, submicro‐, and nanofabrication [8,
15].

1.3. Physics of laser surface texturing

Laser processing can be applied in two categories based on the energy requirements: first,
applications requiring relatively low energy with limited structural and physical changes;
second, applications calling for high‐energy transformations for significant structural changes
over a large volume, such as welding. Energy transformation in applications involving lasers
requires the coupling of the laser radiation with the electrons of the interacting surface, such
as metals or semiconductors [17, 18]. In return, the speed of energy transformation from the
laser beam to the surface becomes fully dependent on the nature of the interacting material
and its chemical bonding. There have been significant improvements in energy transforma‐
tion of lasers through the development of ultrashort lasers [19–23].

Ultrashort lasers decrease the interaction time (pulse duration) between the laser and the
material, which reduces the effects on the bulk material. Despite these improvements,
ultrashort laser systems are relatively expensive and cannot be utilized in industries. Hence,
depending on the nature of the application, less expensive yet advanced laser systems, with
pulse durations in the range of nanoseconds, are more popular among manufacturers because
they are more widely available in manufacturing sectors. An understanding of the laser
irradiation mechanism is required to utilize the more common lasers to their fullest capabili‐
ty, therefore, choosing the laser parameters is essential to the final quality of a particular
application [24–27].

2. Laser‐enhanced topography properties

Micro/submicro‐treated surfaces are popularly used in scaffold systems for bone and tissue
implant applications. The surface topography properties of a material, particularly rough‐
ness, are influential on the cell adhesion rate of bone‐like apatite to surfaces. Increasing the cell
adhesion rate to the surface of a material increases the biocompatibility of the material. Thus,
surface texturing of materials to enhance their biocompatibility is an effective method in the
fabrication of implant devices [26–28]. The effects of laser irradiation on the surface topogra‐
phy properties of materials are the main advantage of laser surface texturing. Laser parame‐
ters, including frequency, power, and laser scanning parameters, can influence these material
properties greatly [27].

The irradiated surface area of a material has increased surface irregularities. In return, the
exposed area is more readily available for cell attachment, which enhances the apatite‐inducing
ability and cell adhesion rate of the material [27–31]. Furthermore, laser treatment of the
materials increases the surface temperature up to oxidation temperature, and results in the
creation of thin layers of oxide upon the surface. An increase in the oxidation of the surfaces
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increases the wettability of surface of the material. Consequently, this leads to an increase in
the apatite‐inducing ability of the material and greatly improves the biocompatibility of the
implant surfaces [30–35].

2.1. Laser system

The nanosecond laser used for obtaining all the results discussed in this chapter was a Nd:YAG
pulsed laser system (SOL‐20 by Bright Solutions Inc). The maximum output power is 20 W
with a wavelength of 1064 nm and a repetition rate ranging between 10 and 100 kHz. This laser
emits pulses of 6–35 ns pulse duration. The diameter of circular output beam from the laser is
around 9 mm. The diameter of beam is reduced to 8mm by using an iris diaphragm before
entering to galvo‐scanner. A two‐axis galvo‐scanner (JD2204 by Sino Galvo) with the input
aperture of 10 mm and beam displacement of 13.4 mm was used for beam scanning since it
has a high scanning speed (to 3000 mm/s). In order to focus the normal beam to the surface of
Ti, scan lens of a focal length of 63.5 mm was used. The theoretical focused laser spot diame‐
ter (d0) is calculated to be 20 μm. During the experiment, the spot size may be bigger due to
scatter and misalignment. The average laser fluence was 900 μJ at the frequency of 10 kHz.

The scanning parameters including scanning speed, and scanning configurations can be
adjusted through the software operating the laser. When the combination of parameters is
adjusted with this software, along with power and frequency set for laser irradiation, the
desired pattern is irradiated across the surface of the selected material.

3. Effects of laser power

Power is one of the most influential laser parameters when surface treating a material.
Adjusting the power increases the surface irregularities of the material and therefore enhan‐
ces the topography properties of the substrate [25, 33]. In this chapter, the effects of four
different powers on surface topographic and oxidation properties of titanium substrates are
investigated, and the bioactivity of the treated substrates is examined through the use of
simulated body fluid (SBF). Simulated body fluid (SBF), or formally known as hydroxyapa‐
tite, is a supersaturated insoluble calcium phosphate mineral, with the chemical composition
of Ca10(PO4)6(OH)2. This fluid has a close similarity with human blood plasma and is the
essential component of the biological hard tissues such as bones. Due to the high absorbance
and catalytic properties of SBF, this fluid is commonly used to estimate the biocompatibility
level of materials used in implant productions.

To treat the titanium substrates, a range of low to high average laser powers from 6 to 12W
was used, while frequency and scanning speeds were kept constant in all cases. The effec‐
tive number of pulses for all results was kept constant to be 25 pulses for frequency of 100
kHz [36, 37]. Table 1 introduces the parameters used in more detail.
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Average laser power
(W) 

Total number of laser
pulses 

Pulse energy (mJ) 
at 100 kHz

Pulse width (ns) Total delivered energy
(mJ) 

6 25 0.06 35 1.5

8 25 0.08 35 2

10 25 0.10 35 2.5

12 25 0.12 35 3

Table 1. Laser parameters used in surface treating of Ti substrates.

3.1. Surface topography analysis

Once treated, there is often more available exposed surface area of the material because of the
increase in surface roughness, which, in return, enhances the apatite‐inducing ability and cell
adhesion rate of that material. Figure 1 displays the variation in the treated substrates using
the stated powers.

Figure 1. Surface of treated titanium (A) 6 W, (B) 8 W, (C) 10 W, (D) 12 W.

Although the number of pulses delivered to each of these substrates is the same, as indicat‐
ed in Table 1, the images shown in Figure 1 clearly indicate different surface topography after
laser treatment. With an increase in power, the energy delivered to the surface of the materi‐
al increases as well, hence, more ablation and topography changes occur. Substrates treated
with a power of 12 W have a larger surface affected by laser irradiation as opposed to 6 W.

During laser irradiation, a plasma plume with radial surface tension is formed surrounding
the irradiated area due to the high temperature gradient caused by laser energy transfer.
Immediately following irradiation, a high temperature difference exists between the surface
of the material and the generated plasma plume. Thus, a high cooling rate results, which causes
rapid re‐solidification of the ablated material. Consequently, the tension within the laser plume
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causes shooting of the molten titanium to outside of the ablated zones [37]. The micro re‐
solidified particles observed outside the crater in Figure 1 have been formed due to the same
reason.

Using 3D microscopy, the surface profile of the treated substrates can be compared; this is
introduced in Figure 2. This study used the Zeta‐20 optical profiler to scan the surface of the
samples in order to obtain the surface topography results across each sample.

Figure 2. Surface profiles of Ti (A) 6 W, (B) 8 W, (C) 10 W, (D) 12 W.

As shown, an increase in laser power clearly affects the surface topography profile of titanium
substrates. Different laser powers create different surface irregularities across the surface of
the treated titanium substrates.

3.2. Surface temperature analysis

Different power levels deliver various amounts of energy to the surface of the substrate, and,
therefore, increase the surface temperature of the titanium. This increase in the surface
temperature could affect the surface structure, topographic properties, and oxidation of the
titanium substrates. Oxidation is an important factor when considering bioactivity of a
material. With higher oxidation, a higher surface energy is present, which results in more
interaction between the implant and the body. Therefore, generating larger amounts of
titanium oxide across the surface substrates consequently increases the biocompatibility of the
treated work pieces. However, after a certain power threshold, the energy delivered to the
surface of the titanium increases the surface temperature beyond the oxidation limit. Therefore,
the material develops less titanium oxide as the surface undergoes larger ablation [32, 34, 38].
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In order to calculate the surface temperature in this chapter, a theoretical calculation has been
conducted according to the previous published results [25, 36, 39]; in this method, we assumed
that the laser energy is absorbed in a much thinner layer compared to the penetration depth
of the heat wave. Finally, the average surface temperature of the Ti substrate can be ob‐
tained as fully discussed in [25, 39]:
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where Tm is the maximum temperature calculated at the end of first pulse, n is the pulse
numbers, and α is the constant ratio for the previous maximum and the following minimum
temperatures and equal to α = (tp/tpp)1/2, where tpp is the pulse interval and equal to tpp = 1/f (f
is pulse repetition rate) and tp is pulse duration. The analytical results obtained in this study
are associated with possible errors due to multiple assumptions made throughout the study.

Upon completion of the analytical analysis, the temperature profile for both cases with 8 and
10 W powers, and a pulse number range of 2 pulses to 50 pulses is obtained.

The trend of average surface temperature of the treated titanium substrates is shown in
Figure 3.

Figure 3. Maximum average surface temperature in each power.

As evident, with 12 W of power, the maximum average surface temperature of the titanium
exceeds its evaporation point, and therefore less concentration of titanium oxide is generat‐
ed along the surface of the substrates. Also, more ablation occurs, which agrees with the
observations. Having a larger concentration of titanium oxide across the surface results in
better cell interactions. To further investigate the oxidation of treated substrates, energy
dispersive X‐ray (EDX) analysis was conducted to detect the amount of oxygen available across
the surface of substrates treated using the stated powers.
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Figure 4 indicates the results.

Figure 4. EDX analysis of the irradiated Ti at 6, 8, 10, and 12 W.

Comparing the trace of oxygen across the surface of all four substrates, it is observed that with
an increase in power, the oxygen concentration increases slightly as well, until a power of 12
W is reached, which shows slightly a lower trace of oxygen. This is in agreement with the
average temperature results observed in Figure 3. Considering the results shown in Figures 4
and 5, it is expected that powers of 8 and 10 W would result in a better biocompatibility
compared to other two powers. This conclusion is assessed through the use of simulated bodily
fluids (SBF).

Figure 5. SBF‐soaked substrates. (A) 8 W, (B) 10 W.
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3.3. Biocompatibility assessment

To determine how the differences in surface topography affect the biocompatibility of
titanium, the treated substrates using powers of 8 and 10 W were immersed in SBF for 7 days.
Figure 5 shows the scanning electron microscopy (SEM) photographs of the substrates after
the completion of the assessment.

In Figure 5, the white layers across the induced line patterns indicate the bone‐like apatite
deposition on the surface of the titanium. These microscopy images show that generally with
an increase in power, apatite‐inducing ability across the surface of treated titanium increases
as well. Looking closely into Figure 5, the EDX results for 10 W curve indicate a larger amount
of apatite deposition compared to the 8 W curve. This is further observed in the EDX analy‐
sis conducted on these titanium substrates shown in Figure 6. Detecting larger amount of
oxygen, calcium, and phosphorous elements indicates a higher apatite‐inducing ability for the
substrates.

Figure 6. EDX analysis at 8 and 10 W.

As shown, the apatite‐inducing ability of substrates treated with a power of 10 W is higher
than the substrates treated with 8 W. This is in agreement with results observed with oxida‐
tion and SEM photography analysis.

Overall, the biocompatibility was highest for substrates treated with 10 W. This power
provides adequate surface topography and the energy delivered is within the oxidation
temperature range, hence creating a desirable environment for cell attachment to take place.
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4. Effects of number of laser pulses

The total number of laser pulses delivered to the substrate is related to the scanning speed and
laser frequency used while irradiation is taking place [40–42]. Effects of scanning speed on the
number of laser pulses delivered to surface of the titanium substrates during laser irradia‐
tion are examined. Similar to power, scanning parameters have a direct effect on the surface
topography and oxidation of treated titanium substrates. These effects are monitored using
various scanning parameters, while keeping power and frequency constant. Table 2 dis‐
plays the parameters used.

Scanning speed  
(μm/ms)

Frequency 
(kHz)

Average power 
(W)

Total number of laser pulses  Total delivered energy (mJ) 

50 100 10  167 16.7

200 100 10  41 4.1

400 100 10  21 2.1

500 100 10  17 1.7

Table 2. Scanning speed and pulse numbers used in surface treating of Ti substrates (pulse width, 35 ns; pulse energy,
0.1 mJ).

Scanning speed and the number of laser pulses are indirectly related. With an increase in
scanning speed, the pulse number decreases. This is because with a lower scanning speed,
more time is given to the laser to induce a pattern across the surface; hence, more pulses are
delivered to the substrates.

4.1. Surface topography analysis

Similar to power, the effects of different scanning speeds on surface topographic properties of
the treated substrates are examined using SEM photography. Figure 7 displays these results.

Figure 7. Surface of treated titanium (A) 50 μm/ms, (B) 200 μm/ms, (C) 400 μm/ms, (D) 500 μm/ms.
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As shown in this figure, with an increase in scanning speed, the surface irregularities de‐
crease in size; therefore, fewer topographic changes take place on those samples. This is in
agreement with expectations, since Figure 7(A) with a scanning speed of 50 μm/ms has a larger
number of pulses compared to Figure 7(B) with a scanning speed of 500 μm/ms.

The surface profile of these substrates is shown in more detail in Figure 8.

Figure 8. Surface profile of Ti (A) 50 μm/ms, (B) 200 μm/ms, (C) 400 μm/ms, (D) 500 μm/ms.

Figure 8(A) shows how irregularities cover the entire surface of the substrates, as opposed to
only along the irradiation zone as shown in Figure 8(D). This agrees with the expectations.

4.2. Biocompatibility assessment

To see how influential the number of pulses is on bioactivity enhancement of titanium, a wider
range of scanning speeds is used to assess the apatite‐inducing ability of treated titanium
substrates. Scanning speeds of 300 and 700 μm/ms are used to treat these substrates in order
to more clearly show the differences between the two substrates. All other parameters remain
the same (Table 3).

Scanning speed 
(μm/ms)

Frequency 
(kHz)

Average power
(W) 

Total number of laser pulses  Total delivered energy (mJ) 

300 100 10  28 2.8

700 100 10  12 1.2

Table 3. Scanning speed and pulse numbers used in surface treating of Ti substrates (pulse width, 35 ns; pulse energy,
0.1 mJ.
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Figure 9 displays the substrates immersed in SBF for 7 days.

Figure 9. SBF‐soaked substrates (A) 300 μm/ms, (B) 700 μm/ms.

As stated, a lower scanning speed delivers a larger number of pulses and therefore affects the
surface topographic properties of the titanium more significantly. Additionally, with a larger
number of pulses, the average surface temperature of the substrate increases, and therefore, a
more ideal condition for the creation of titanium oxide is generated [25, 43]. Figure 9 dis‐
plays these effects clearly. Considering Figure 9(A), more apatite deposition is observed across
the surface as opposed to Figure 9(B), which agrees with the expectations.

The apatite‐inducing ability of these titanium substrates is further analyzed using EDX.
Figure 10 displays the results.

Figure 10. EDX analysis (A) 300 μm/ms, (B) 700 μm/ms.
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It is evident in Figure 10 that calcium and phosphorous concentrations detected across the
surface are larger for the curve of 300 mm/s. This agrees with observations from Figures 7 and
8.

Overall, it was observed that with a larger number of laser pulses, more energy is delivered
to the material, and therefore more surface topographic and oxidation changes take place
across the surface of the treated substrates.

5. Effects of frequency

Lastly, the effects of frequency on surface of titanium substrates are examined.

A range of frequencies (25, 50, and 100 kHz) is used in surface treatment, while the average
laser power and pulse width are held constant to 11 W and in the range of 15–35 nm, respec‐
tively, to ensure consistency of final results (Table 4 introduces the parameters used in more
detail).

Average laser power (W) Laser frequency (kHz) Pulse energy (mJ)

11 25 0.30

11 50 0.20

11 100 0.10

Table 4. Laser parameters used in surface treating of Ti substrates.

Figure 11 shows the untreated titanium substrates using laser frequencies of 25, 50, and 100
kHz.

Figure 11. Non‐SBF Ti substrates at laser frequency of (A) 25 kHz, (B) 50 kHz, (C) 100 kHz.
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As evident in this figure, with a higher frequency, surface irregularities increase on the surface
of the substrates. This enhances the surface topographic properties of the treated substrates
and therefore increases the biocompatibility of the titanium [25, 41–43].

Furthermore, with a higher frequency, a larger amount of energy is delivered to the surface of
the substrates, and the temperature increase causes more titanium oxide to form across the
surface. This is similar to the results observed from the other parameters. Therefore, the
substrates treated with a frequency of 100 kHz are expected to show the highest apatite‐
inducing ability across their surface.

5.1. Biocompatibility assessment

Figure 12 displays the EDX analysis of substrates immersed in SBF for 3 days.

Figure 12. Ti substrates soaked in SBF for 3 days (A) 25 kHz, (B) 50 kHz, (C) 100 kHz.

As evident in Figure 12, oxygen concentration slightly increases with an increase in frequen‐
cy, showing an increase in the concentration of titanium oxide. The higher oxidation level of
titanium results in increased negative charge across the surface. Thus, positively charged CO2,
Ca2+, NOx, and H2O atoms/ions are attracted to and absorbed by the negatively charged surface
of the titanium (OH−), and create an environment with excellent affinity to biomaterials, such
as proteins. The attraction forces between the apatite and the negatively charged titanium
oxides are increased through the laser treatment, which, in return, increases the biocompati‐
bility of titanium [25, 42, 43].

This can be further observed by looking at the SEM photography of substrates immersed in
SBF.

Figure 13 displays the result.

In this figure, the apatite deposition layer is evident across the irradiated area. As observed
from the EDX analysis, the apatite‐inducing ability of this substrate is high, which denotes the
biocompatibility enhancement of the treated titanium.
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Figure 13. Substrate soaked in SBF for 3 days at 100 kHz.

6. Conclusion

In this chapter, a new method for micro/nano surface texturing of titanium was demonstrat‐
ed using nanosecond laser irradiation. The application of this method in bone and tissue
implant fabrication was explored. Systematic experimental and theoretical studies on effects
of the laser parameters on biocompatibility and bioactivity of titanium were conducted. The
effects of each parameter were explored individually while other parameters were held
constant. Predetermined patterns were induced across thin sheets of titanium substrates to
investigate the effects of power, scanning speed, and frequency on surface of the substrates.

Microscopy analysis determined that an increase in power increases the surface topography
and ablation across the surface of the material. However, increasing the power within the
oxidation limit of titanium can lead to generation of titanium oxide along the irradiation area.
Using SBF and cell adhesion, it was found that bioactivity of titanium increases in areas with
higher surface topography and higher concentration of titanium oxide.

Additionally, scanning parameters, including pulse number and scanning speed, were found
to be influential on the biocompatibility enhancement of titanium substrates. Through a series
of experimental and theoretical analysis, it was concluded that a higher pulse number increases
the surface energy of titanium substrates, and hence increases the biocompatibility along the
irradiation area.

Finally, a range of frequencies was used to examine the bioactivity along the irradiation areas.
Microscopy photographs displayed the generation of structures with higher surface topogra‐
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phy along the laser‐induced patterns that have high oxidation and topography properties.
Upon biocompatibility assessment, concentrations of calcium, oxygen, and phosphorous are
observed on the surface, which shows the bioactivity enhancement of titanium.

This chapter introduced the use of commercially used nanosecond laser systems for biocom‐
patibility enhancement of titanium substrates for fabrication of bone and tissue implants. The
key features of this method are described as following:

• Easy controllability

• Simple procedure with rapid processing (single step)

• Feasibility for micro/nano scales

• High efficiency and accuracy

These key features make laser surface texturing desirable for rapid prototyping and fabrica‐
tion of biomedical devices, and can lead to improvements in cost and durability.
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Abstract

Laser technology is used in many basic and clinical disciplines and specialties, and it
has  played  an  important  role  in  promoting  the  development  of  ophthalmology,
especially corneal refractive surgery. We provide an overview of the evolution of laser
technology for use in refractive and other ophthalmologic surgeries, mainly focusing
on two types of lasers and their applications. First, we discuss the characteristics of the
excimer laser and its application in corneal refractive surgery treating ametropia (e.g.,
photorefractive keratectomy (PRK), laser epithelial keratomileusis (LASEK), epipolis
laser in situ keratomileusis (Epi-LASIK), and transepithelial photorefractive keratecto‐
my (Trans-PRK) and presbyopia surgery). Second, we discuss the characteristics of the
femtosecond laser and its application in corneal refractive surgery (e.g., femtosecond
laser in situ keratomileusis (FS-LASIK), insertion of intracorneal ring segments, small-
incision lenticule extraction (SMILE), and femtosecond lenticule extraction (FLEx)) and
other ophthalmologic surgeries (e.g.,  penetrating keratoplasty (PKP),  deep anterior
lamellar  keratoplasty,  Descemet’s  stripping  endothelial  keratoplasty  (DSEK),  and
cataract surgery). The patients studied received many benefits from the excimer laser
and femtosecond laser technologies and were satisfied with their clinical outcomes.

Keywords: excimer laser, femtosecond laser, corneal refractive surgery, ophthalmolo‐
gy

1. Introduction

In the field of ophthalmology, laser technology is used in many basic and clinical disciplines
and specialties. It has played an important role in promoting the development of ophthal‐
mology. Advancements in technology have allowed measurable improvements in the surgical
safety, efficacy, speed, and versatility of the laser, creating more operation methods to treat
eye diseases, especially corneal refractive surgery. Because myopia is one of the most prevalent
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ocular disorders, and high myopia may result in comorbidities associated with significantly
increased risks of severe and irreversible loss of vision, it is always an important topic of
research worldwide. Laser technology, including the excimer laser and the femtosecond laser,
has brought an era of laser corneal refractive surgery. According to the location of ablation,
corneal refractive surgery can be divided into two types:  laser corneal surface refractive
surgery and laser corneal lamellar refractive surgery. Because of the increasing numbers of
applications in ophthalmology and their successful implementations, ophthalmic use of laser
technology is expected to continue flourishing.

The aim of this chapter is to review the evolution of laser technology in refractive and other
ophthalmologic surgeries, mainly focusing on the characteristics of two types of lasers and
their applications: the excimer laser applied in laser corneal surface refractive surgery and
presbyopia surgery and the femtosecond laser applied in laser corneal lamellar refractive
surgery and other ophthalmologic surgeries.

2. Excimer laser in ophthalmology

2.1. Characteristics of the excimer laser

The excimer (comprising the terms excited and dimer) was named by the Russian, Nikolay Basov,
in 1970, based on his work with a xenon dimer gas [1]. An excimer is a short-lived dimeric or
heterodimeric molecule formed from two species (a noble gas and a halide), at least one of
which has completely filled the valence shell by electrons. Excimers are only formed when one
of the dimer components is in the excited state. When the excimer returns to the ground state,
its components dissociate. The wavelength of an excimer’s emission depends on the noble gas,
such as ArF (193 nm), KrF (248 nm), XeCl (308 nm), or XeF (351 nm). The ultraviolet laser (193
nm) is commonly used to ablate tissue through ablative photodecomposition. The process of
ablative photodecomposition involves three main components: absorption, bond breaking,
and ablation. A large number of experiments have shown that the ArF excimer laser (193 nm)
is the most optimal for corneal absorption and ablation because of its sufficient photon
energy (6.4 eV) and precision (only penetrating the superficial layer; 0.3 μm). The tissue-
ablation depth is positively correlated with the logarithm of laser density; 1-J/cm2 energy can
ablate approximately 1-μm corneal tissue. In addition, as a cold laser, the excimer laser can
ablate the tissue accurately without thermal damage.

2.2. Photorefractive keratectomy (PRK)

Professor Jose I. Barraquer described his coined technique of “keratomileusis” to correct
myopia in 1949, and this could be the original form of photorefractive keratectomy (PRK). A
few years later, many researchers designed similar surgical procedures. In 1983, Stephen
Trokel first started using the ArF (193 nm) excimer laser as a precise and safe tool of corneal
shaping in calf eyes. He found that the excimer laser not only accurately ablated central corneal
tissues but also did not do excessive damage to the peripheral corneal tissues. After a large
number of animal experiments, in 1989, Marguerite McDonald, who first applied the technol‐
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ogy to human eyes, presented the first patency of using the excimer laser as a corneal refractive
tool, and it was accepted. Since then, PRK has become the classic refractive surgery, and its
safety and efficacy have been proven by abundant studies. China introduced this surgery in
1993, but the presence of postoperative complications has influenced its development [1].

Compared with the current, more popular lamellar corneal refractive surgery, PRK has shown
similar postoperative visual quality but more intraoperative and postoperative complica‐
tions, such as haze. Nevertheless, Wagoner et al. [2] proposed that PRK had better visual results
compared with lamellar corneal refractive surgery. O'Brart [3] also thought PRK showed better
cornea curvature and excellent visual quality compared with those of lamellar corneal
refractive surgery.

2.3. Laser epithelial keratomileusis (LASEK)

Laser epithelial keratomileusis (LASEK), also called laser sub-epithelial keratectomy, was first
proposed and named by Italian doctor Massimo Camellin in 1998. The first case of LASEK was
performed by Azar at Massachusetts Eye and Ear Infirmary in 1996. It is a modified opera‐
tion based on the PRK, which enabled the epithelium to be preserved as a flap (about 50–70
μm) using 20% ethanol to infiltrate and release the connection between the corneal epitheli‐
um and Bowman layer and then overturn the flap. The flap is then reset after ablating the
stroma using the excimer laser.

Therefore, LASEK can be considered a kind of PRK that is “wearing flap.” The key to success
throughout the surgical procedure is the activity and good adhesion of the flap. Owing to the
viable flap, it combines the advantages of laser in situ keratomileusis (LASIK) and PRK.
Because LASEK is essentially a kind of surface ablation evolved from PRK; consequently, it
reserves the features of safety, validity, simplicity, and stability in low to moderate ametro‐
pia and presbyopia correction. Moreover, its flap design, which is similar to that of LASIK, has
several merits: postoperative discomfort can reduce within 2–8 h after the procedure; the
epithelium of the optical region in the slit lamp after surgery is as complete and clear as it is
before surgery within 12–24 h; there is no edema or postoperative haze; and early complica‐
tions, such as corneal epithelium necrosis, are less common compared with PRK. These
outstanding characteristics are likely to have provided the inspiration for the advent of LASIK.

Furthermore, LASEK preserves the corneal biomechanical integrity and results in good clinical
outcomes. Scholars have indicated that LASEK shows better postoperative outcomes includ‐
ing postoperative corneal topography and contrast sensitivity, and faster postoperative
recovery rate in low to moderate myopia correction compared with PRK. In addition, LASEK
has a unique advantage for patients with retinal diseases, high myopia, or blepharophimosis.
Lu Xiong conducted a study on the clinical outcomes in low to moderate myopia after LASEK
treatment, and the results showed that LASEK has a good effect and better postoperative
experience compared with PRK.

According to the principles of LASEK, it not only optimizes PRK but also avoids some
disadvantages of laser lamellar corneal refractive surgery such as LASIK. First, it avoids the
risk associated with the corneal flap (e.g., free flap, broken flap, and button flap) made by
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microkeratome in LASIK. Second, it has less effect on the corneal nerve and less serious dry
eye syndrome than LASIK. Third, LASEK creates less surgically induced wavefront aberra‐
tion because of its thinner flap. In addition, it saves the cost of the microkeratome or femto‐
second laser used in LASIK.

Nevertheless, LASEK has some common risks of surface ablation in high myopia correction,
such as postoperative haze and side effects of corticosteroid eye drops required after sur‐
gery. What is more, LASEK is a complex surgical procedure that requires high surgical skill
with a long learning curve for beginners.

2.4. Epipolis laser in situ keratomileusis (Epi-LASIK)

Epipolis laser in situ keratomileusis (Epi-LASIK) was first reported by the Greek doctor
Pallikaris in 2003. Different from LASEK, Epi-LASIK uses a microkeratome instead of ethyl
alcohol to bluntly separate the corneal epithelial from the Bowman layer. Therefore, Epi-LASIK
avoids direct stimulation of alcohol and reserves the intact epithelial basement membrane,
which results in good subjective feelings in patients as well as quick recovery and haze
reduction.

Epi-LASIK surgery takes the activity of the flap as the core, which is crucial to the therapy
effect. Compared with PRK, Epi-LASIK has an extra flap covering the corneal stromal bed,
which can effectively protect the stroma below and also promotes corneal tissue healing. Epi-
LASIK has different methods of flap creation than those of LASEK. Its flap basement mem‐
brane is intact, continuous integrity segments of stratum lucidum and a longer compact layer.
The postoperative healing time of Epi-LASIK is shorter without alcohol stimulation or
chemical damage to the corneal epithelium. Even though the flap of Epi-LASIK is closer to
corneal natural state, the postoperative biomechanical change of the corneal flap and the effect
on corneal healing are yet to be determined [4].

2.5. Transepithelial photorefractive keratectomy (Trans-PRK)

Transepithelial photorefractive keratectomy (Trans-PRK), where both the epithelium and
stroma are removed in a single step, is a relatively new procedure of laser refractive error
correction. It has become the focus in the refractive surgery field recently and the first choice
to treat ametropia with or without an irregular cornea. The excimer laser has been devel‐
oped to the sixth-generation lasers, targeting the goal of minimally invasive laser refractive
surgery during the past 30 years. The latest laser system delivers more laser spots per second
so as to reduce the treatment time [5]. Tran-PRK has brought a new revolution to excimer laser
techniques for its bladeless surgery process [6] and superiority in efficiency and safety. Hence,
it has been considered as the representative operation of the laser corneal surface refractive
surgery, and it is a step closer to the perfect refractive surgery. Trans-PRK has been indicat‐
ed in low to moderate myopia patients and a small number of high myopia patients (−8D
below), but not in patients with a very low-degree myopia. Trans-PRK is currently regarded
as an optimal safety choice for patients with a thin cornea. In addition, it is also the best choice
for combat athletes, high-risk workers, and patients with ocular surgical history. For the second
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operation and patients with irregular corneas, who need synergistic or customized surgery,
Trans-PRK may be the only choice.

2.5.1. Advantages and disadvantages

Compared with other corneal refractive surgeries, Trans-PRK has the advantages of no
chemical toxicity or mechanical damage, no corneal incision, no negative pressure suction, and
less risk of infection, and it avoids the potential damage caused by negative pressure suction.

Trans-PRK was considered as a kind of minimally invasive surgery for its optimal safety.
Without creating a corneal flap, Trans-PRK significantly reduces the postoperative corneal
biomechanical change, and it has little effect on the structure of the cornea, without corneal
flap mark and flap-related complications. In addition, Tran-PRK offers faster epithelial healing,
lower postoperative pain, and significantly less haze formation. Kaluzny et al. [7] used optical
coherence tomography to supervise the epithelial recovery time and found that Trans-PRK (3
days) has a significantly shorter recovery time than PRK does (4 days). Aslanides et al.
randomly selected 60 eyes of 30 myopic patients who had undergone conventional alcohol-
assisted PRK in one eye and Trans-PRK in the other eye. The postoperative follow-up showed
that Trans-PRK offers faster epithelial healing and 64% lower average pain scores. The haze
level was consistently lower after Trans-PRK from 1 to 6 months [8].

Trans-PRK is considered a minimal complication, maximum security single-laser surgery at
present. There is no significant different between Trans-PRK and other laser surgery in final
visual acuity [9, 10]. Patient satisfaction is not as high with Trans-PRK compared with the
femtosecond laser-assisted laser in situ keratomileusis (FS-LASIK) and small-incision lenticule
extraction (SMILE) soon after surgery because of the slightly higher incidence of haze, pain,
and slower recovery of visual acuity. However, Trans-PRK has good long-term postopera‐
tive satisfaction.

2.5.2. Visual outcomes and visual quality

Many studies have shown that [8, 9, 11] Trans-PRK has high-precision visual outcomes and
good stability in ametropia correction. A large retrospective comparison of transepithelial PRK
with LASEK, Epi-LASIK, and LASIK detected better visual outcomes with Trans-PRK for high
myopia [12]. In hyperopia correction, the effectiveness showed a substantial increase over the
previous study, but there are still difficulties, such as the relatively high rate of secondary
operation, residual refractive error, surgically induced negative spherical aberration, and
astigmatism. In astigmatism correction, static cyclorotation component and dynamic cycloro‐
tation component techniques greatly improve the effectiveness.

With the development of refractive surgery technology, its safety is high. Increasingly,
researchers have focused on improving postoperative visual quality. The assessment of the
visual quality is divided into two main aspects. The subjective part includes vision acuity
(near, intermediate, and distance) and contrast sensitivity, whereas the objective part in‐
cludes the objective wavefront aberration, point spread function, modulation transfer function,
visual quality scale, and so on. Research shows that topography-guided Trans-PRK can
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effectively correct the irregular astigmatism and improve the postoperative contrast sensitiv‐
ity in patients. On the contrary, Trans-PRK simplifies the process, which reduces the poten‐
tial higher order wavefront aberration caused by irregular ablation and decreases
postoperative glare and night vision loss. Therefore, increasingly ophthalmologists choose
Trans-PRK to improve postoperative visual quality.

Trans-PRK is the easiest laser refractive surgery for refractive surgeons to learn, and it is stable
in techniques and cost-effective. As a result, it is considered an ideal corneal refractive
operation for patients.

2.6. Excimer laser in presbyopia correction

Presbyopia is an age-related condition in which accommodation gradually decreases and the
eyes are unable to focus and obtain clear near vision. There is one approach to correct
presbyopia through laser refractive surgery commonly called PresbyLASIK. Synonymous
with LASIK, PresbyLASIK contains the process of making a special ablation profile to either
perform a multifocal cornea procedure or increase the depth of field.

PresbyLASIK has been described in three different approaches: central PresbyLASIK,
peripheral PresbyLASIK, and transitional multifocality. In central PresbyLASIK, the central
area is shaped for near vision and the mid-peripheral cornea is shaped for distant vision. On
the contrary, in peripheral PresbyLASIK, the central area is shaped for distant vision and the
mid-peripheral corneal area for near vision. Both central and peripheral techniques reported‐
ly obtained adequate spectacle independence in both myopia and hyperopia. In addition, a
neuroadaptation process is needed in peripheral techniques. The third approach combines
depth of field increase and micro-monovision, which induces a certain degree of spherical
aberration to each eye to increase the depth of field while making the nondominant eye slightly
myopic [13].

Presbyopia remains the biggest challenge to be corrected: the mechanism of accommodation
and the cause of presbyopia are complex to understand fully. Therefore, the efficacy of
presbyopia correction even with the latest platform is still in dispute. However, there is enough
scientific evidence to consider PresbyLASIK as a useful tool in presbyopia correction [14].
Epstein and Gurgos [15] reported that 89% hyperopia (25/28) patients and 91.3% myopia
(94/103) patients who underwent peripheral PresbyLASIK were completely spectacle inde‐
pendent and with distance unaided visual acuity of 20/20 in 67.9% (19/28) in hyperopia patients
and 70.7% (53/75) in myopia patients.

3. Femtosecond laser in ophthalmology

3.1. Characteristic of femtosecond laser

Femtosecond laser technology was first introduced by Dr. Kurtz in the early 1990s, and it has
developed rapidly over the past two decades. “Laser power” is defined as energy delivered
per unit time. The laser-related damage will reduce with the decrease of pulse duration. The
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femtosecond laser for ophthalmology works at 1053-nm wavelength with a very short pulse
duration of 10−15 s, minimizing the collateral damage [16]. The accuracy is 5 μm, allowing high
precision in ophthalmic operations [17]. The use of the femtosecond laser has revolutionized
the modern ophthalmic surgery.

3.2. Femtosecond laser in situ keratomileusis (FS-LASIK)

The concept of the lamellar refractive procedure was first introduced by Barraquer in the
early 1960s. In the 1990s, an excimer laser ablation-assisted lamellar procedure was devel‐
oped, as the foundation of modern laser in situ keratomileusis (LASIK). Compared with
photorefractive keratectomy (PRK), visual recovery is faster and visual outcome is rapidly
stable after LASIK. Flap-associated complications and increased incidence of dry eye after
surgery, however, affect the quality of life. The safety, precision, and predictability of the
femtosecond laser have changed LASIK over recent years.

Flap formation is critical to a successful LASIK surgery. Improper flap geometry, decentra‐
tion, irregular cut, and epithelial damage lead to a large number of complications. Over the
past decades, mechanical microkeratome has been performed in LASIK because of its
reliability and safety. However, complications such as incomplete flap, free flap, and button‐
hole continue to plague surgeons. Furthermore, because of the instability of mechanical
microkeratome, corneas may be too steep, too flat, or too thin even after a successful opera‐
tion [18].

The femtosecond laser became available for LASIK flap formation approximately 10 years ago.
It reduced the risk of the above-mentioned complications. With mechanical microkeratome,
the flap is thinner centrally and thicker peripherally (meniscus-shaped flap), which increas‐
es the incidence of buttonhole perforation. The femtosecond laser allows thin and uniform
flaps, which improves the stability, safety, and precision of the flaps. It can also create thinner
flaps with minimum effects on stromal architecture. Flap centration, diameter, and thickness
are also more precise in femtosecond-created flaps. Another advantage of the femtosecond
laser is that it allows the surgeon to select the cutting angle, position, and diameter of the hinge,
as well as the flap diameter and flap thickness, which may provide better flap stability and
reduce clinical epithelial ingrowth.

Though femtosecond lasers reduce the incidence of complications such as buttonhole
perforation, incomplete flap, free cap, and irregular cuts, there are still some specific limita‐
tions in FS-LASIK. FS-LASIK requires two laser platforms—one for flap creation (femtosec‐
ond laser) and another for stromal bed ablation (excimer laser)—which increases the time and
cost of the laser procedure. Because of the response of corneal keratocytes to the energy and
inflammatory responses of adjacent tissues to gas bubbles, patients may encounter photopho‐
bia, called transient light-sensitivity syndrome (TLSS), early after FS-LASIK. With the
development of the femtosecond laser, it needs less energy for flap formation, and thus reduces
the incidence of TLSS [19]. The presence of cavitation gas bubbles during FS-LASIK, which
originate from stray laser pulses into the aqueous humor, can impede the eye tracker of the
excimer laser. An increased rate of diffuse lamellar keratitis, a sterile inflammatory reaction,
was also observed in FS-LASIK because of the higher flap interface inflammatory response to
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laser energy and gas bubbles. Revolution in femtosecond laser energy is expected to reduce
the specific complications.

In our previous study, patients treated with a femtosecond laser showed better corneal
regeneration than those with a microkeratome did. Because of its precision and predictabili‐
ty, the femtosecond laser makes a smoother flap and causes less damage to the corneal
nerve [20]. However, different from others’ opinions, our data showed that there were no
significant differences in the tear meniscus parameters between the microkeratome and
femtosecond laser [21].

3.3. Femtosecond lenticule extraction (FLEx)

A new approach called femtosecond lenticule extraction (FLEx) was introduced to correct
myopia and astigmatism. FLEx does not require a microkeratome or an excimer laser. It uses
only the femtosecond laser, which is more convenient than other procedures that require both
excimer and femtosecond lasers. Two cuts (posterior and anterior) in the cornea are in‐
volved in the procedure, which thus create a lenticule that is ultimately removed. There is no
significant difference between FLEx and conventional LASIK, both in efficacy and safety,
which promotes FLEx to be a promising new corneal refractive procedure to correct refrac‐
tive errors.

However, it has been reported that the visual outcome after FLEx was stable early after surgery,
but visual recovery was slow [22]. As a corneal flap is necessary before lenticule extraction,
associated complications such as dry eye and compromise of corneal biomechanical strength
are inevitable. Therefore, the technique evolved into SMILE.

3.4. Small-incision lenticule extraction (SMILE)

SMILE, passing the Conformite Europeenne (CE) certification in 2009, is a novel technique to
correct refractive errors. The procedure involves passing a dissector through a small incision
to separate the lenticular interfaces and allow the lenticule to be removed, thus eliminating the
need to create a flap [23]. Early or late complications associated with flaps, such as disloca‐
tions and buttonholes are avoided; therefore, patients’ experience and visual outcomes
improve.

The absence of flap creation minimizes the disruption of the stromal architecture because the
corneal lenticule is extracted from the mid-stroma [24]. Fewer corneal nerve branches are
disrupted compared with FS-LASIK, which preserves corneal biomechanical strength and
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layer, and anterior stroma is also associated with less risk of dry eye [26]. Laser fluence and
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In addition, the surface quality of the corneal lenticule can be irregular, causing tissue bridges,
cavitation bubbles, scratches, or incomplete extraction of stromal lenticules [27]. At present,
SMILE is mainly applied in mild myopia. It still needs more attempts and experience to be
used in hyperopic eyes.

Complications such as epithelial erosion, suction loss, cap perforation, and lenticule extrac‐
tion difficulty can all occur. Corneal haze, dry eye syndrome, keratitis, and interface inflam‐
mation have also been reported.

SMILE is a promising new technique for refractive error correction. With further develop‐
ment of the femtosecond laser, SMILE may gain greater acceptance in the future. However,
we still have to pay more attention to its complications to verify its safety.

3.5. Femtosecond laser in presbyopia correction

3.5.1. Corneal inlay implantation

Corneal inlay implantation is performed for presbyopic correction. It changes the anterior
corneal surface curvature, cornea refractive index, and depth of focus by placing a small inlay
of suitable biocompatible material within the stroma. The benefits of inlays are the reversibil‐
ity of the procedure by removal of the implant, implantation simplicity, and implant reposi‐
tioning. The ability to perform ad hoc refractive procedures allows the simultaneous correction
of ametropia. The most common complications after the surgery are glare and dry eye. The
femtosecond laser advances flaps and tunnel creation to implant the inlays accurately on the
line of sight, and thus result in remarkable improvements in uncorrected visual acuity (near
and intermediate) and minimal change in uncorrected distance visual acuity. This procedure
also provides good nonspectacle-corrected near vision for average daily activities [18, 28].

3.5.2. IntraCor surgery

IntraCor surgery is a new technique applicable for ametropic or low-degree hyperopic eyes
(+0.5 to +1.5 D). It changes the topographic and refractive characteristics of the central portion
of the cornea selectively with femtosecond laser. The procedure involves concentric intrastro‐
mal ring creation in the central portion of the cornea at different corneal depths (between the
Bowman’s and Descemet’s boundaries). Other than the treatment failure in presbyopic
correction, no major complications have been reported. IntraCor surgery is promising in the
field of presbyopia correction [18].

3.6. Astigmatic keratotomy (AK)

To correct low to high astigmatism, astigmatic keratotomy (AK) is performed. The accuracy
of length, optical zone, and incision depth are crucial in visual outcomes. However, the
limitation of AK is the unpredictability of manual corneal incision. The application of
femtosecond laser in AK provides accuracy and precision in corneal incision manufacturing
and thus improves significantly in uncorrected and best-corrected visual acuity. The femto‐
second laser can also be applied in case of high degrees of post-keratoplasty astigmatism. The
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incisions within the graft button present precise geometry and reliable depth of incision.
Specific complications associated with femtosecond laser-assisted AK such as self-healing
micro-corneal perforations and low-grade inflammation at the incision site appeared [18, 29].

3.7. Intracorneal ring segments

Intracorneal ring segments were small and curved when first proposed in 1978. Clear ring
segments made of polymethylmethacrylate are implanted in the deep corneal stroma with the
aim of generating modifications of corneal curvature and refractive changes. Peripheral
intracorneal implantation has been permitted to correct low to moderate astigmatism and
myopia and keratoconus by Food and Drug Administration (FDA). Complications such as
incomplete tunnel formation, corneal perforation, endothelial perforation, corneal melting,
and uneven implant placement may occur with the traditional technique. The femtosecond
laser can be programmed to create corneal channels at a specific depth and orientation with
high predictability and precision to allow safer insertion of Intacs segments. In patients with
keratoconus, the femtosecond laser can be programmed to cut tunnels for the implantation of
intracorneal ring segments, and it results in better safety owing to greater consistency of depth
and uniformity [29, 30].

3.8. Penetrating keratoplasty (PKP)

Penetrating keratoplasty (PKP) developed rapidly after first being introduced in the early
1900s. The surgical outcomes rely on a centered and perpendicular cut of cornea, a well-
matched donor button, and a recipient bed [18]. Manual PKP requires a long learning curve
and a lengthy procedure time, which can be optimize using the femtosecond laser. The
femtosecond laser can also achieve a higher precision in surgical steps, such as the donor cornea
cutting. Moreover, the choice of shapes and diameters in femtosecond laser-assisted PKP is
dependent on individualized clinical requirement. It enables advanced shaped corneal cuts
creation, eliminates manual dissection, thus minimizing misalignments, and increases the
stability of the wound. Some pattern of incisions that are not compassable with conventional
technique can be achieved by femtosecond laser. However, postoperative regular and irregular
astigmatism remain a major challenge in full-thickness keratoplasty.

3.9. Anterior lamellar keratoplasty (ALK)

Anterior lamellar keratoplasty (ALK) is a partial thickness corneal transplantation indicated
for management of anterior corneal dystrophies degenerations, ulcers, and scars. The
advantages of ALK over PKP include being less invasive and having a decreased rate of
rejection. Femtosecond laser-assisted suture less anterior lamellar keratoplasty (FALK), first
described in 2008, has been reported to be safe, effective, and stable. The femtosecond laser
has reduced irregular astigmatism and accelerated visual recovery by its precision of pre‐
programmed corneal dissections at a variety of depths and orientations. As the corneal incision
is well shaped, it can be converted to full-thickness keratoplasty in case of Descemet mem‐
brane perforation. The donor and recipient tissue are better positioned because of highly
precise cuts assisted by the femtosecond laser, and thus sutures are typically removed earlier.
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Limitations of ALK include the high cost and the slow growth of the epithelium over the
graft [18, 30].

3.10. Femtosecond laser-assisted endothelial keratoplasty

3.10.1. Descemet’s stripping endothelial keratoplasty (DSEK)

DSEK has been the preferred approach for treating corneal endothelial diseases, such as
bullous keratopathy, Fuchs dystrophy, congenital hereditary endothelial dystrophy, and
endothelium failure in previous penetrating keratoplasty. It removes the diseased endotheli‐
um and leaves the posterior cornea intact. However, technical challenges always afflict corneal
surgeons. The application of the femtosecond laser alleviates certain difficulties. Significant
advantages over manual dissection are that the femtosecond laser allows for increased
automation and standardization in donor tissue preparation. In addition, lamellar interface
preparation can be performed up to 3 weeks before the surgery, making it feasible for
conversion to PKP owing to complications during preparation of the donor disk. It also creates
a smoother donor-recipient interface to minimize induced refractive astigmatism. However,
whether the femtosecond laser has an effect on endothelial cell loss and visual acuity after
donor tissue preparation has yet to be determined [18, 30].

3.10.2. Descemet’s membrane endothelial keratoplasty (DMEK)

Descemet’s membrane endothelial keratoplasty (DMEK) has been proven to result in faster
visual recovery, fewer higher order aberrations, and lower rejection rates by abundant
evidence. The crucial technique is selective endothelial transplantation. The femtosecond laser
offers a precise and predictable means to create the uniform thickness of the posterior stromal
rim and control big bubble expansion that cannot be achieved by manual operation. The
femtosecond laser not only avoids energy-associated damage but also results in smooth
stromal interface by closer spots, line separations, and a low energy level. Thus, the femtosec‐
ond laser can be a novel approach for the donor grafts preparation of DMEK, which may reduce
intraoperative graft manipulation and postoperative detachments [29, 31].

3.11. Cataract surgery

At 2008, the femtosecond laser was first performed in Europe in cataract surgery and was
approved by the FDA in 2010. It was applied in the steps of corneal incision, arcuate corneal
incisions, capsulorhexis, lens fragmentation, and liquefaction. The short pulses duration (10−15

s) make it a promising tool in cataract surgery [32].

3.11.1. Corneal incisions

Clear self-sealing corneal incision is of most importance in cataract surgery. In terms of length
and tunnel structure, manual incision is difficult to control. In addition, bacteria have a chance
to enter at low intraocular pressure because of the instability of manual incision and thus lead
to endophthalmitis. Compared with manual incisions, corneal incisions made using the
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femtosecond laser are more precise in width, depth, and length. More consistency in the
architecture is also achieved, which leads to better incision sealing without stromal hydra‐
tion at the end of the surgery. The stability of the wound makes it more resistant to deforma‐
tion and leakage. The femtosecond laser is used to create a clear corneal incision according to
pre-programming, which requires a large amount of patient data to confirm, and definitive
results. In cases of corneal astigmatism, an arcuate or a relaxing incision can be created, which
has been reported to provide more stable and accurate long-term outcomes compared with
toric intraocular lenses (IOLs). The femtosecond laser shows less damage by virtue of its
construction and reduced mechanical stress during surgery, which may decrease corneal
swelling after surgery.

3.11.2. Capsulotomy

A precise size and centration capsulorhexis are essential to optimize the IOL position. The
IOL’s longitudinal displacement per millimeter will lead to approximately 1.25-D refractive
change, inducing myopia for an anterior shift and hyperopia for a posterior displacement.
Capsulorhexis size is correlated with effective lens position. An insufficient overlap of the IOL,
results in decentration, oblique astigmatism, and increased higher order aberration. A small
capsulorhexis has been associated with anterior capsule fibrosis. Manual continuous curvi‐
linear capsulorhexis (CCC) relies on the technique and proficiency of the surgeon. The
femtosecond laser can be used to create a more precise, better-sized, and centered opening of
the anterior capsule compared with the conventional CCC by dissecting it with a spiral laser
pattern. Compared with the manual CCC group, the laser CCC group showed more accura‐
cy and stability in anteroposterior and central IOL positioning. It is also more predictable in
the refractive outcome, which is more important to patients with high expectation [33, 34].

3.11.3. Lens fragmentation and liquefaction

The increased energy for lens fragmentation and liquefaction delivered from the phacoemul‐
sification probe to the eye can result in energy-associated capsule complications and corneal
endothelial cell injury in manual phacoemulsification. The reduction in ultrasound energy can
decrease the risk of such complications. It is reported that the femtosecond laser reduced the
ultrasonic energy delivered during phacoemulsification significantly. However, its effect on
endothelial damage is still unknown.

3.11.4. Limitation and complications

Although the femtosecond laser showed excellent advantages over manual operation in
cataract surgery, there are still some inevitable limitations and complications.

1. Additional operating room shifting time

Patients need to be shifted under the operating microscope after application of laser
treatment. This logistical issue results in increased time spent with each patient, which
could lead to overall delay.
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2. Applicability

The femtosecond laser relies on good anterior chamber imaging. Patients with poor eyelid
opening, nystagmus, poor pupillary dilatation, corneal opacities, and ocular surface
disease are poor candidates. It is also not suitable for patients with tremors or dementia
in the initial docking system. The femtosecond laser is not available for grade 4 cataract
according to the Lens Opacities Classification System III (LOCS III).

3. Complications

Capsular blockage syndrome: Large diameter hydrodissection cannula with high-speed
fluid may inhibit a gas bubble that is formed from leaving the nucleus. Pressure eleva‐
tion between the capsule leads to the rupture of the posterior capsule, and the lens may
drop into the vitreous cavity. This is a learning curve-related complication, which can be
avoided by a more cautious and skilled surgeon

Pupillary constriction: Bubble formation and suction force can trigger pupillary constric‐
tion by releasing small amounts of free radicals. In addition, a delay between femtolaser
pretreatment and cataract surgery may result in pupil diameter changes (5–10 min is
recommended).

Corneal incision sizing and positioning the initial docking of the laser ring is crucial to the
accuracy of the intended femtolaser-created incision. Imperfect interface positioning
causes inaccuracy of corneal incision sizing and positioning, which results in surgically
induced astigmatism and complication in the manual final procedure [18, 35].

4. Summary

The surgery has gradually matured with the development of the modern excimer laser
equipment and technology. Upgrading thermal control and ablation centration will achieve
better corneal biomechanical results. We have reason to believe that a single excimer laser
surgery would be the next breakthrough in refractive surgery, the next step toward the
“perfection” of refractive surgery. Femtosecond laser advancements over the past two decades
have brought revolutionary change in ophthalmic practice. It not only improves the safety and
efficacy in corneal refractive surgery but also achieves remarkable advancement in the field of
cataract surgery. Despite having certain limitations and complications, femtosecond lasers are
promising in ophthalmology. Both excimer and femtosecond laser technology will serve for
better human health as long as we apply it appropriately.
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Abstract

The world has witnessed several step changes in living standards, productivity, growth,
and innovation.  We are  currently  witnessing a  convergence  of  intelligent  devices,
intelligent networks, and intelligent decision making. Obtaining long‐term accurate, in
situ, and real time data from the machines is necessary for enabling the industrial
Internet. This relies heavily on sensor systems. Development of robust sensors that can
operate reliably in extreme environments will make it possible to gather data from
previously inaccessible locations in the equipment. This will enable machine opera‐
tors to monitor and optimize the performance of their machines. Diode laser‐based
diagnostics technology has found applications in a variety of areas and a versatile range
of operating conditions. It has proven to be a strong and reliable technique for remote
measurements of concentrations and temperatures in harsh environments. Some of the
major  challenges  for  implementation  of  these  sensors  in  real  world  are  machine
vibrations, window clogging, cooling, etc. In this chapter, the authors discuss about the
application details and specific technologies suitable for the applications. Few case
studies  are  considered,  and the  theoretical  approach,  algorithm development,  and
experimental validation are also discussed.

Keywords: lasers, sensor, harsh environment, tunable diode laser, industrial Internet,
optical sensor

1. Introduction

Prior  to  late  eighteenth  and early  nineteenth  century,  the  human society  was  primarily
agrarian and rural. Then, a step change of innovation occurred: the Industrial Revolution,
which gave us a shift  from hand tools to steam engine,  the internal combustion engine,
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telegraph, telephone, and electricity. Productivity and economic growth accelerated sharply
[1]. A key upside of the feature characterizing this period was that it harnessed the efficien‐
cies of hierarchical structures, with centralization of controls. It led to reduction in cost as the
machines and fleets got larger and production volumes increased. A major downside was that
it was more resource intensive. Much of the incremental innovation at later stages was focused
on improving efficiency,  reducing waste,  and enhancing the  working environment.  The
second wave of Industrial Revolution started with the advent of the electronics, computers,
and Internet.  Here, the key feature was the design of standards and protocols to permit
incompatible  machines  in  diverse  locations  to  connect  and  exchange  information.  The
explosive growth was a result of the combination of speed and volume. Deeper integration,
flexible  operation,  and  distributed  intelligence  led  to  the  creation  of  new platforms  for
commerce and social  exchange by driving down the cost.  Ability  for  rapid exchange of
information and decentralized decision‐making process led to open innovation and knowl‐
edge‐intensive growth. Today, we are witnessing another transformation by melding of the
global industrial system with open computing and communication system. The industrial
Internet is enabled by the coming together of intelligent devices, intelligent systems, and
intelligent  decision‐making  systems  [1].  The  architecture  consists  of  three  technology
elements: brilliant machines, advanced analytics, and people at work. A brilliant machine is
self‐aware of its performance, health condition, and capability. This enables the machine to
operate close to its performance boundary. The machine communicates with other machines
and operators or service personnel through the Internet.

The first step in this revolution is the generation of data from the machines assuring the real‐
time health condition information of the machine. Widespread instrumentation of the
machines is a necessary factor in this case. A suite of sensors on each machine will enable
performance monitoring on a real‐time basis and help the operators make the most of their
assets [2]. The challenge comes from the increasing technical complexity of the assets in service.
Performance data from a sensor located in an unmonitored location in a machine along with
powerful software analytics and visualization tools will enable the operator to diagnose the
problem with greater confidence. Table 1 provides a breakup of the value opportunity of
industrial Internet for various industry segments [3].

Industry segment Global base Capacity Labor‐hours/Year Value

Power 56,620 (Gas + Steam Turbines) 4156 GW 52M $ 7B

Aviation 21,500 Commercial Jet Aircraft 43,000 Jet engines 205M $ 10B

Rail 120,000 Freight 7M People + 9.6T Freight tonne‐km 52M $ 3B

Healthcare 105,000 (CT + MRI Machines) 4M $ 250M

Table 1. Value opportunity of industrial Internet for various industry segments [3].

Similarly, in the oil and gas sector, reduction in asset downtime (asset performance manage‐
ment) and operations optimization through predictive analytics and condition‐based mainte‐
nance can result in substantial cost savings for the oil well owners. For example, the cost for
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surfacing a blowout preventer (BOP) from the seabed is around $10–$16 million and unplan‐
ned downtime costs a mid‐size LNG facility $150 million per year [4]. Most of the downtime
in deep sea drilling rig is caused by BOP‐related problems, and it costs an oil company more
than $ 1 million per day in lost productivity [5].

Therefore, nowadays when major industrial products, such as gas and steam turbines, aircraft
engines, turbomachinery equipment, power transformers, and locomotives, are involved, the
primary challenge is to keep the systems operating at peak performance to avoid unwarrant‐
ed shutdowns. Continuous operation at peak performance not only demands high‐fidelity
system architecture and design, but also requires optimized operation and maintenance
practices. This in‐turn necessitates the usage of online sensor systems that can perform desired
measurements for continuous monitoring of operational performance and overall system
health. The idea is that measurements using multiple sensors in combination with environ‐
mental, operational, and performance‐related parameters can provide a more accurate system
health status. The sensor data can also be used along with statistical pattern recognition and
machine‐learning techniques to detect changes in machine parameter data, isolate faults, and
estimate the remaining useful life (RUL) of the machines [6–9]. This approach assumes a
product's loading and operating conditions, geometry, material properties, and failure
mechanisms as the parameters to estimate RUL. The sensor systems are used to monitor these
parameters for anomalies, faults, and failure predictions [10].

In an example provided in GE Report [11], the operators of Whitegate Power Station near Cork
in Ireland placed more than 140 sensors throughout the plant. This allowed the operators to
run the plant reliably and efficiently through round‐the‐clock monitoring and diagnostics of
the plant. The sensors digitized the critical plant operating parameters (vibration, tempera‐
ture, pressure, fuel mix, ambient temperature, and load) and helped to create a virtual dynamic
model of the asset in the cloud, which is a mirror of the real asset. The model in conjunction
with the sensor data gives us the ability to predict the plant's performance, understand trade‐
offs (adjust hedging strategies to manage fuel cost volatility), and enhance efficiency. The
modeling approach discussed above requires directly sensed parameters, design parameters,
and operating condition uncertainties, as well as inspection and historical reliability data.
Several techniques, such as stochastic models (which take into account randomness of the
operating profiles, extreme operating events), physics‐based models, neural networks, or real‐
time probabilistic models, are used for this purpose. To a large extent, the integrity of the
measured parameters determines the fidelity of the models used [9].

It is obvious from the above discussion that robust and reliable online sensors that can
accurately measure the desired system parameters are crucial toward optimizing asset
performance and maximizing its lifetime. Most of the above‐mentioned industrial assets, such
as gas turbines or aircraft engines, involve extreme harsh environments such as high temper‐
atures, high pressures, vibrations, shocks, dust and soot load, reacting flow, and thermal
transients. Several industrial challenges and applications can be addressed through sensing of
parameters under these harsh conditions. Conventional sensors do not work reliably here
(or even fail to perform) because these harsh conditions often lie outside the operational
envelope of traditional techniques. Therefore, development of new and advanced harsh
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environment sensors is becoming increasingly important because such sensors can enable the
industrial community to get enhanced value out of their assets. When classified broadly, harsh
environment sensors serve the following key application areas: process optimization (or
controls), prognostics/health management, better machine design, and monitoring/diagnos‐
tics. For all these applications, it is beneficial to have on‐line/real‐time, accurate, selective, and
direct measurement of the harsh environment parameters. In addition, high measurement
repeatability and ease of installation and maintenance are extremely desirable. As described
in this chapter, optical harsh environment sensors can provide these major advantages over
conventional techniques for a host of industrial applications.

Technology Laser type Detectors Measured sample Information

Laser‐induced
fluorescence

CW/pulsed, low power Camera Fluorescent
molecules

Species concentration

Laser‐induced
incandescence

Pulsed, high power Camera Soot particles Soot distribution

Laser Doppler
anemometry

CW, low power Photodiodes Particles and
droplets

Local flow velocity

Particle imaging
velocimetry

Pulsed/modulated, high
power

Camera Seeding particles,
fuel droplets

Flow field

Phase Doppler
anemometry

CW, low power Photodiodes Droplets/Particles Droplet/particle size

Laser‐induced
breakdown
spectroscopy

Pulsed, high power Spectrometer Molecules Elemental composition

Raman scattering CW/pulsed, high power Photodiodes/
spectrometer

Molecules Concentration,
temperature

Laser absorption
spectroscopy

CW/pulsed, low power Photodiode Molecules Concentration,
temperature

Table 2. Overview of common optical techniques for industrial‐sensing applications [12].

Laser‐based optical sensors provide a unique method for measurement of fluid properties in
industrial environments. Typical applications include flow or velocity measurement through
techniques such as particle imaging velocimetry (PIV) or laser Doppler anemometry (LDA)
and particle size measurement using phase Doppler anemometry (PDA). Laser‐induced
breakdown spectroscopy (LIBS) is commonly used where elemental composition measure‐
ment is required. Furthermore, for applications requiring concentration measurements, laser‐
induced fluorescence (LIF), Raman scattering, or laser absorption spectroscopy (LAS) is used
depending on the type of sample. For fluorescing samples, LIF is preferred. On the other hand,
Raman scattering is beneficial for measurements on di‐atomics (H2, N2) or for analyzing gases
at high pressures. Finally, LAS is used for applications where high sensitivity and selectivity

High Energy and Short Pulse Lasers396394



environment sensors is becoming increasingly important because such sensors can enable the
industrial community to get enhanced value out of their assets. When classified broadly, harsh
environment sensors serve the following key application areas: process optimization (or
controls), prognostics/health management, better machine design, and monitoring/diagnos‐
tics. For all these applications, it is beneficial to have on‐line/real‐time, accurate, selective, and
direct measurement of the harsh environment parameters. In addition, high measurement
repeatability and ease of installation and maintenance are extremely desirable. As described
in this chapter, optical harsh environment sensors can provide these major advantages over
conventional techniques for a host of industrial applications.

Technology Laser type Detectors Measured sample Information

Laser‐induced
fluorescence

CW/pulsed, low power Camera Fluorescent
molecules

Species concentration

Laser‐induced
incandescence

Pulsed, high power Camera Soot particles Soot distribution

Laser Doppler
anemometry

CW, low power Photodiodes Particles and
droplets

Local flow velocity

Particle imaging
velocimetry

Pulsed/modulated, high
power

Camera Seeding particles,
fuel droplets

Flow field

Phase Doppler
anemometry

CW, low power Photodiodes Droplets/Particles Droplet/particle size

Laser‐induced
breakdown
spectroscopy

Pulsed, high power Spectrometer Molecules Elemental composition

Raman scattering CW/pulsed, high power Photodiodes/
spectrometer

Molecules Concentration,
temperature

Laser absorption
spectroscopy

CW/pulsed, low power Photodiode Molecules Concentration,
temperature

Table 2. Overview of common optical techniques for industrial‐sensing applications [12].

Laser‐based optical sensors provide a unique method for measurement of fluid properties in
industrial environments. Typical applications include flow or velocity measurement through
techniques such as particle imaging velocimetry (PIV) or laser Doppler anemometry (LDA)
and particle size measurement using phase Doppler anemometry (PDA). Laser‐induced
breakdown spectroscopy (LIBS) is commonly used where elemental composition measure‐
ment is required. Furthermore, for applications requiring concentration measurements, laser‐
induced fluorescence (LIF), Raman scattering, or laser absorption spectroscopy (LAS) is used
depending on the type of sample. For fluorescing samples, LIF is preferred. On the other hand,
Raman scattering is beneficial for measurements on di‐atomics (H2, N2) or for analyzing gases
at high pressures. Finally, LAS is used for applications where high sensitivity and selectivity

High Energy and Short Pulse Lasers396394

are crucial. A brief snapshot of the various laser‐based industrial‐sensing techniques is
provided in Table 2, and the reader is encouraged to refer the literature [12] for more details
on these techniques. To remain within scope, this chapter will remain focused on absorption‐
based techniques, especially diode laser sensing, which is most promising for harsh environ‐
ment applications.

Common industrial applications of conventional absorption‐based optical sensors include gas
monitoring, sensing, and analysis through techniques, such as Fourier transform infrared
(FTIR), ultraviolet spectroscopy (UV), nondispersive infrared (NDIR), and photo‐acoustic
spectroscopy (PAS) [13, 14]. For harsh environment applications, such as power generation
and energy systems, these techniques typically require gas extraction to condition the sampled
gas. This often leads to unwanted lag in the measurement and requires frequent mainte‐
nance of the sampling system [15]. For applications requiring fast response time, high
resolution, and good selectivity, such as industrial controls and process optimization, LAS has
immense potential that is why it is an active area of research across the industrial and academic
community. Tunable diode laser absorption spectroscopy (TDLAS) [16] and quantum cascade
laser absorption spectroscopy (QCLAS) [17] are the two most common modalities in which
LAS‐based optical solutions can be implemented in harsh environments. This is mainly
because these techniques, as discussed later in the chapter, can be implemented using
economical, robust, and compact diode lasers/quantum cascade lasers that are specifically
designed for the required application. In addition, diode lasers/quantum cascade lasers can be
mass produced, require minimal maintenance, and have long operation lifetimes (>20,000 h)
[18]. In the past decade, the industrial community has been increasingly adopting novel
technology solutions based on these lasers. This is acting as the driving force behind the rapid
advancement of the diode laser manufacturing industry toward lower cost, higher perform‐
ance, and increased reliability. As this trend continues, these lasers will become even better
and cheaper in the future, which will open new avenues toward novel and affordable optical
solutions to today's unsolved challenges. Therefore, diode laser‐based sensing techniques,
such as TDLAS and QCLAS, are of utmost importance to the industrial community.

TDLAS/QCLAS‐based sensors have immense potential and advantages for in situ measure‐
ments of concentration of constituents, temperature, and other wide varieties of gas parame‐
ters in challenging real‐world environments [19–21]. In most of these applications, light
emitted from a tunable diode laser system is passed through a gaseous medium to a detec‐
tor. The transmitted radiation is then used to measure the gas temperature, species concen‐
tration, or pressure using spectral absorption models for the target absorbing species [22].
When implemented in line‐of‐sight [23, 24] or standoff configuration [25], these techniques can
offer true in situ measurement capability in harsh environments with high temperatures or
pressures. This is because the sensor can make reliable measurements through one or more
transmitting windows while being completely decoupled from the harsh environment.

This chapter discusses the technology background of TDLAS from an applied experimental
perspective. The two most common methodologies, that is, direct absorption spectroscopy
(DAS) and wavelength modulation spectroscopy (WMS), will be covered. Subsequently, the
key design philosophy, optomechanical architecture, and instrumentation of a TDLAS sensor
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will be presented. Finally, two harsh environment application examples will be provided to
demonstrate the power of diode laser sensing toward solving complex real‐world challenges.
Please note that the implementation of QCLAS is essentially very similar to TDLAS, the only
significant difference being that QCLAS uses mid‐infrared quantum cascade lasers while
TDLAS uses near‐infrared tunable diode lasers. For the sake of simplicity, the term TDLAS is
used in most places in this chapter but the concepts presented translate directly to QCLAS as
well.

2. Technology background: tunable diode laser absorption spectroscopy

The fundamentals of molecular spectroscopy, including concepts such as vibration modes,
absorption coefficient, line‐shape, spectral width, and spectral broadening have been exten‐
sively studied and discussed in several books and articles [26, 27]. This section is presented
from an applied experimental perspective and will use the aforementioned concepts assum‐
ing that the reader is equipped with basic understanding of molecular spectroscopy.

The absorption of optical radiation by gaseous medium is governed by the Beer–Lambert law.
The law describes the optical transmission losses associated with a uniformly absorbing
medium. When a narrow spectral radiation of frequency υ passes through a gaseous medi‐
um of length L [cm], the incident intensity I0, and the transmitted intensity I1 are related as,

( )
1 0

vk LI I e -= (1)

where kυ [cm-1] is the spectral absorption coefficient. It should be noted that for a mixture in
pure gaseous phase (devoid of particulates, water droplets or condensed phases), the Beer–
Lambert law assumes the optical scattering of the medium to be negligible. The spectral
absorption coefficient kυ is defined as below for an isolated (interference‐free) vibrational
transition,

( )υ υik PcS T j= (2)

where P [atm] is the total gas pressure, c is the mole fraction of the species of interest, Si (T)
[cm-2 atm-1] is the temperature dependent line strength of the transition at temperature T [K],
and φυ is the normalized line‐shape function, such that

υ  υ 1dj
-¥

¥

=ò (3)

Using the above equations, the concentration c of the species of interest can be calculated.
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[cm-2 atm-1] is the temperature dependent line strength of the transition at temperature T [K],
and φυ is the normalized line‐shape function, such that
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Using the above equations, the concentration c of the species of interest can be calculated.
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The quantity kυ L, called absorbance, is of critical importance in deciding the capability and
performance of a tunable diode laser‐based gas sensor. For typical laser‐based gas‐sensing
applications, trace concentrations need to be detected, and therefore, the absorbance to be
detected is <<1. In such cases, the Eq. (1) reduces to
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The quantity ∆I/I0 is a known as the fractional absorbance. The minimum fractional absorb‐
ance detectable by a TDLAS system is known as the minimum detectable absorbance (MDA).
For a given TDLAS system, MDA is characteristically a function of the different system‐level
noises (such as laser excess noise, detector thermal noise, optical interference noise, or etalon
noise) and does not depend on the species to be measured with that system. For a given path
length, the MDA of the system can be used to calculate the minimum detectable concentra‐
tion (or detection limit) for a measurable species using Eqs. (2) and (4). For most practical
TDLAS applications, the MDA is around 10-5 to 10-6 and is often limited by the optical
interference noise or etalon noise of the system [13, 28]. The two most common methodolo‐
gies in which TDLAS is implemented are direct absorption spectroscopy (DAS) and wave‐
length modulation spectroscopy (WMS), which are discussed in the following subsections.

2.1. Direct laser absorption spectroscopy (DLAS/DAS)

A key requirement for both DAS and WMS is that the laser source must have a spectral width
much narrower (at least 1–2 orders of magnitude) than the gas absorption feature to be
measured. Distributed feedback diode lasers (DFB) in the near‐infrared (NIR) and quantum
cascade lasers (QCL) in the mid‐infrared (MIR) can meet this requirement and serve as
excellent sources for a majority of applications [18]. These lasers are generally available in both
pulsed and continuous wave (cw) modes. The emitted wavelength of a diode laser is a function
of the diode temperature and the injection current. Typically, a thermoelectric controller (TEC)
is used to set (and control) the diode‐operating temperature to a value where there desired
wavelength can be reached at the desired injection current. For implementation of DAS [29],
the injection current of the diode laser is scanned periodically in a sinusoidal, ramp, or
sawtooth fashion. This leads to a related wavelength scanning of the laser. The scan current
range has to be selected such that the resulting wavelength scan covers the absorption
transition of interest. Typical scan frequencies are in the range of 5–200 Hz. It is highly
advisable to use a wavelength‐appropriate etalon to characterize the current–wavelength
transfer function of the laser at the scan frequency [30].

The scanned laser is made to pass through an absorption cell where it interacts with the species
of interest. The transmitted signal is measured using a photodiode (usually DC coupled). Most
common detector types are indium gallium arsenide (InGaAs) for near‐infrared and mercu‐
ry cadmium telluride (MCT) for mid‐infrared regions, respectively. The basic components and
schematic of a direct absorption spectroscopy system are shown in Figure 1. In the absence of
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absorption, the detector signal will essentially represent the power vs current behavior of the
laser. This behavior is typically linear when in small current ranges but could also be of higher
order depending on the laser nonlinearity. In the presence of absorption, a typical DAS
spectrum looks similar to the embedded graph in Figure 1, where a dip in transmission is
observed as the laser wavelength scans through the absorption feature. The magnitudes of the
photodiode signal at the absorption line center, with absorption and without absorption, are
proportional to I1 and I0 in the Beer–Lambert law, respectively, and can be used to estimate the
species concentration. A common way to calibrate a DAS system involves analyzing and
plotting the photodiode signal as a function of the laser wavelength using the aforemen‐
tioned current–wavelength transfer function. Subsequently, the integrated area under the
absorption curve (which is directly proportional to the species number density) is used to
correlate the DAS signal to species concentration [13].

Figure 1. Schematic of a typical direct absorption spectroscopy system.

2.2. Wavelength modulation spectroscopy (WMS)

For TDLAS applications requiring high sensitivity, wavelength modulation spectroscopy
(WMS) is a very effective technique [29, 31–33]. A typical WMS setup is shown in Figure 2. In
addition to the laser scan (as in DAS), a fast current modulation (at a frequency f and ampli‐
tude a) is added to the injection current of the laser. The frequency f of the modulation signal
is typically in the range 1–20 kHz. As in the case of direct absorption, the wavelength tuning
properties of the laser, for both the scan and modulation frequencies, have to be well charac‐
terized with an appropriate etalon [30]. The transmitted signal measured by the photodiode
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is fed into a lock‐in amplifier. As shown in Figure 2, it is critical that the reference signal of the
lock‐in amplifier is the same as the laser's modulation signal. It should be noted that this is a
general requirement and applies differently depending on the type of lock‐in amplifier. For
example, in case the reference is internally generated in the lock‐in, the reference signal from
the lock‐in can be scaled appropriately to modulate the laser. Or, if a software lock‐in is used,
then the PC generated reference can be used for this purpose. The lock‐in analysis frequency
is set to twice the modulation frequency of the laser (2f) and the spectrum is analyzed in a
narrowband around the 2f frequency. This is known as second harmonic spectroscopy, and a
typical second harmonic (2f) signal is shown in the inset of the Figure 2. As the modulated
laser (at f) is scanned across a typical absorption line profile (Lorentzian, Gaussian, or Voigt),
the transmitted on‐absorption signal (at absorption line center) changes at a frequency of 2f,
and the transmitted off‐absorption signal changes at a frequency of 1f. Therefore, setting the
lock‐in band around 2f ensures that the system becomes more sensitive and selectively extracts
the on‐absorption signal. Also, choosing a higher f ensures a lower 1/f noise. Hence, the WMS
technique is generally more suitable for high sensitivity applications compared to DAS. The
typical absorbance limits achievable through WMS in the field are around 10-4 for standard
WMS and 10-5–10-6 for balanced detection‐based WMS (compared to 10-2–10-3 in typical DAS)
[28].

Figure 2. Schematic of a typical wavelength modulation spectroscopy system.

For WMS applications where the transmitted laser intensity fluctuates due to factors other than
species concentration, an additional lock‐in system is used to extract the 1f signal. The 2f and 1f
signals are directly proportional to the transmitted laser intensity. Therefore, the 1f normal‐
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ized 2f signal, also known as 2f/1f, is a good way to desensitize the WMS system to transmis‐
sion intensity fluctuations caused by external influences [14]. This is a major advantage of WMS
that makes it robust and field deployable in environments with high vibrations, dust load,
fogged windows, and beam steering.

Another key advantage of WMS is that it is more sensitive to spectrally sharp absorption
features. This is because the on‐absorption 2f signal is stronger for larger absorption gradi‐
ents around the absorption line center. The concept of modulation index (m), which is the ratio
of the modulation amplitude (a) to the half‐width half‐maximum of the spectral line (∆υ), is
important to understand this. For a given absorption line, the optimized 2f and 1f signals are
obtained at m = 2.2 [34]. For a single absorption line of interest, the appropriate m is chosen to
meet this criterion. This makes the WMS system selectively more sensitive to spectral features
of that particular width and the 2f contribution from broad spectral features and from
molecules like water or heavy hydrocarbons that are significantly diminished. Hence, WMS
is a powerful tool to overcome spectral interferences and to measure trace concentrations in
complex gas mixtures.

The WMS signals are a strong function of the temperature and pressure of the sample gas, and
therefore the calibration of such systems is a critical step toward ensuring accuracy and
reliability. For sampling‐based TDLAS measurements, sample is often filled in an absorp‐
tion cell. These cells can be single pass, dual pass, or long path multipass cells [13]. The
temperature and pressure of the absorption cell are controlled at fixed values, and calibra‐
tion is performed at these conditions. For applications where temperature and pressure may
vary, calibration is done for multiple operating conditions. Dynamic measurements of
temperature and pressure combined with spectral models are then used to estimate the gas
concentration as the conditions vary. For in situ applications with wide temperature and
pressure fluctuations, the calibration‐free WMS technique [35], pioneered by the Hanson
group at Stanford University, has become widely acceptable. This technique involves thorough
characterization of the instrumentation (lasers, detectors, amplifiers, etc.) and combining these
details with the quantitative spectroscopy model. This semi‐empirical model, where most of
the real‐world noise sources are accounted or corrected for, is then used to calculate the
expected 2f/1f signal for an operating condition (known or measured temperature and
pressure). The calculated signal is compared with the experimentally measured 2f/1f signal.
The optimized concentration value in the model, which gives the best match between the two
signals, is stated as the in situ concentration of the species.

3. Designing the TDLAS sensor

The design of a TDLAS system, especially for harsh environments, involves several critical
steps. Details of the required detection limit, sample gas conditions, sample accessibility,
installation methodology, and data reporting frequency are crucial toward designing a
reliable, accurate, and robust sensor. The following subsections discuss these in more detail.
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3.1. Wavelength selection

Selection of a suitable absorption line for a particular application is the first and the most
important step in the sensor design process. The choice of the line is strongly dependent on
the species of interest, the sample temperature and pressure, available path length, and
background gas composition (background gas constitutes all the other species in the gas
mixture apart from the species of interest). The HITRAN molecular spectroscopic database [36]
is a fairly comprehensive database and is commonly used for simulations to assist in the
spectral line selection process.

To begin, the selected spectral line should have sufficient absorbance to reach the required
Lower detection limit (LDL) for the application path length, without considering interfer‐
ence. Absorbance values of 10-4–10-5 are typically achievable in industrial TDLAS systems.
Coarse spectral simulations, at the appropriate sample temperature and pressure, can be used
to identify the potential candidate lines in the NIR and MIR regions that can meet the detection
limit requirements. It should be noted that for very low detection limits (<1 ppm), the MIR
region is more promising as it covers the intense fundamental absorption bands of most
molecules. Subsequently, for each of the candidate lines, a rigorous background gas interfer‐
ence analysis needs to be done to investigate cross‐sensitivity issues and potential LDL
degradation. It is critical to perform the interference analysis for the full range of back‐
ground gas composition variations. A specific case is discussed below to throw more light on
the spectral line selection process.

Figure 3. Spectroscopic absorbance simulations at 1.5 μm for pressure = 1 Bar, temperature = 500 K and path length = 10 
m. (a) H2O = 5%, NH3 = 500 ppm. (b) H2O = 5%, NH3 = 20 ppm. (c) H2O = 5%, NH3 = 20 ppm. (d) H2O = 5%, NH3 = 20 ppm.
Figures taken with permission from SPIE (From our published paper).
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Assume a typical power plant emissions control application which requires measurement of
ammonia (NH3) with a sensitivity of <1 ppm at a path length of 10 m and sample gas temper‐
ature of 500 K. The average moisture level in the exhaust stream can be up to 5%. Figure 3
shows the HITRAN spectral simulations for absorption line selection for this particular
application. The spectral region around 1500 nm is good for ammonia detection because it
covers strong absorption bands of ammonia. Also, this region allows for remote sensing as
wavelengths around 1500 nm can be transmitted over fiber optics with low loss. Figure 3a
shows a coarse simulation of ammonia lines (at the application conditions), with the appro‐
priate moisture concentration. It is clear that many moisture lines are present which can
potentially worsen the ammonia measurement fidelity. High‐resolution simulations in shorter
wavelength spans are conducted to identify three spectral lines at 1531.59, 1553.4, and
1555.56 nm where the spectral contribution of moisture is minimal. These are shown in
Figure 3b–d, respectively. It should be noted that in all these regions, the moisture absorb‐
ance is nonzero but the spectra are relatively broader than the ammonia line. This is an
acceptable solution when regions of zero background gas absorbance cannot be found. This is
because, as explained in Section 2.2, WMS has the capability to be more sensitive toward sharp
spectral features and can reject contributions from broad background gas features, like in this
case. Once the absorption line is selected, the process of instrument development can be started
as explained in the next subsection.

3.2. Optomechanical assembly and instrumentation

A well designed optomechanical assembly is crucial toward obtaining the optimum perform‐
ance out of a TDLAS system and involves the following key considerations. All optical surfaces
through which the laser passes, such as the laser window, the absorption cell window, and
detector window, should have the appropriate antireflection (AR) coating for the laser
wavelength. This ensures minimization of backscattering of photons into the laser which can
severely increase the laser's excess noise. In case of fiber‐coupled lasers, incorporation of an
optical isolator in laser package (or right after the laser) is often a good idea to keep the excess
noise in check. Furthermore, effort should be made to keep all windows wedged and tilted.
This decreases the interference noise created by multiple reflections from parallel surfaces. In
addition, in case of dual‐pass or multipass systems, care should be taken to avoid the overlap
of the different passes. This can also lead to significant interference noise in the system. Finally,
all optical surfaces should be kept clean to the extent allowed by the application. It should be
noted that some level of interference noise (also known as etalon noise [28]) will always be
present in any practical TDLAS system as it cannot be completely avoided. However, if proper
care is taken, as mentioned above, the absorbance noise level can typically be brought down
to 10-4–10-5, which is sufficient for most industrial applications.

On the instrumentation, front, low noise laser current drivers are recommended. However,
one must remember that the system noise level is often limited by the etalon noise. So, it is
often sufficient if the stability of the current driver is enough to keep itself from becoming the
dominant noise source. Typically, it is acceptable to have the noise induced by current drivers
at about two orders of magnitude lower than etalon noise. Similar requirements apply to the
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detector as well where the thermal noise should be at least 10-7–10-8 in equivalent absorbance
or less.

The harsh environment implementation of the system depends on the application. Free space
systems [23, 24] employ a transmitter (or pitch) to launch the laser into the harsh environ‐
ment and a receiver (or catch) to collect the transmitted radiation. The design of the transmit‐
ter assembly can include refractive or reflective optics to ensure that the laser is launched with
the required diameter and divergence. Similarly, the design of the receiver includes optics to
collect the transmitted laser and direct it to the detector. Multiple lasers can be incorporated
into the transmitter through optical multiplexing. On the receiver side, these lasers can be
demultiplexed using dichroic mirrors or beam splitters or other similar optical elements. Other
advanced techniques, such as time division multiplexing (TDM) and frequency division
multiplexing (FDM), are also employed when demanded by the application [37]. In some free
space configurations, the transmitter and receiver are packaged into a single assembly, and
the laser is reflected back using a retroreflector located across the sample on the other side.
This typically enables a dual pass system. While free space TDLAS systems are generally used
to measure the line‐of‐sight average species concentration or temperature, some applications
toward temperature profiling have also been reported [38, 39].

Applications where a line of sight or retroreflector is not possible, TDLAS in standoff mode
[25] is often employed. This approach is similar to the retroreflector configuration described
above except that the return signal is due to the backscattering from the sample gas. One
expected challenge in the standoff mode is to get enough backscattered signal to do a
meaningful analysis. Narrowband filters are often used in front of the detector to selectively
separate the detection laser from the ambient radiation. Also, large area optics (typical
diameter 2–4 inches) is often employed for optimum collection of the backscattered signal.
Similar to free space systems, standoff systems also measure path average concentration or
temperature value.

Sampling‐based systems, which use multipass absorption cells, are also used for harsh
environment applications. Herriott‐type [40], White‐type [41], and Chernin‐type [42] cells are
the most well‐known ones. When absorption cells are used to analyze harsh environment
gases, it is a key requirement to maintain the properties of the gas mixture (to the extent
possible) during sampling and analysis. This is because the change in gas properties, such as
cooling, can change the concentration of the species of interest. For example, if an exhaust gas
sample is allowed to cool, then the water vapor would condense out taking with it a signifi‐
cant amount of exhaust gases. High‐temperature multipass cells [43], in combination with a
heated sampling line, serve as a good solution in such cases.

Since most TDLAS applications require fast response, a real‐time data acquisition system can
be highly beneficial. In WMS, the detector data are collected at a high sampling frequency, at
least 20–50 times the modulation frequency (f) of the system. In case of DAS, as expected, this
requirement is relaxed based on the scan frequency. In WMS, the acquired data can be
processed using a hardware or software lock‐in amplifier to generate the 2f and 1f signals. The
choice of hardware vs software lock‐in amplifier depends on the application. For applica‐
tions with 1 or 2 lasers, a compact hardware lock‐in amplifier can be optimal. However, for
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applications involving multiple lasers, the use of hardware lock‐in amplifiers can be cumber‐
some and bulky. In such cases, an onboard PC/processor with software lock‐in feature can be
a much better solution. It should be noted that software lock‐in features are commonly
implemented in development environments such as National Instruments Labview and
MATLAB. This concludes the basic overview of TDLAS sensor design and the following
section will discuss some examples of how this technology is enabling real‐world solutions to
challenging industrial problems.

4. Harsh environment applications and examples

The applications of TDLAS and QCLAS techniques in harsh environment conditions are well
known and widely discussed in the literature. The most common applications include
measurement of trace gas concentrations [44–46], temperature [19, 47], combustion control
[48], and plasma diagnostics [49]. It is beyond the scope of this chapter to discuss all these
applications in detail. In the following subsections, two specific examples will be discussed
which demonstrate the power of this technology in tackling real‐world challenges where
conventional techniques fail to perform well.

4.1. Steam quality sensor for steam turbine applications

This subsection is a summarized excerpt of the work published in reference [22]. Steam quality
or steam wetness fraction is a critical operational parameter in steam turbines and is used in
estimation of turbine efficiency and remaining life. It is a quantitative measure of the amount
of water vapor and liquid water (usually microdroplets) present in the process steam. Steam
quality or wetness fraction (X) is defined as follows

 
vapor

vapor liquid

m
X

m m
=

+ (5)

where mvapor and mliquid are the mass of vapor phase and mass of liquid phase, respectively.

The steam quality in a steam turbine needs to be closely monitored as an indicator of wear and
tear of the machinery. The architecture of a steam turbine mainly includes three sections: HP
(high pressure), IP (intermediate pressure), and LP (low pressure) respectively. The steam in
HP and IP sections has little liquid water content, and therefore, the efficiency of these sections
can be measured using standard temperature and pressure measurements. The LP section,
however, can have steam with significant liquid water content (also known as wet steam),
which can cause significant erosional damage to the rotating components [50, 51]. Therefore,
the accurate measurement of steam wetness in the LP section becomes extremely critical. Most
conventional methods are either based on steam sampling or based on calculations involv‐
ing machine parameters (such as power output), both of which have low accuracy [22].
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Therefore, a diode laser‐based sensor capable of direct in situ measurement of steam quality
in the hot and harsh LP section would be an ideal solution to this challenge.

As shown in Eq. (5), estimation of steam quality requires a quantitative measurement of water
in liquid and vapor phases. Figure 4 shows the schematic of a steam quality measurement
system designed using two fixed wavelength broadband diode lasers. A laser at 945 nm
(power 20 mW, spectral width ∼2 nm) is used to probe the absorption of water vapor.
Similarly, a laser at 1560 nm (20 mW, spectral width ∼10 nm) is used for liquid water. Both
lasers are passed through a steam chamber, which is capable of generating known vapor/liquid
ratios. The path length of the steam chamber is predetermined. The intensities of both lasers
before and after passage through the steam chamber are measured with Indium Gallium
Arsenide (InGaAs) detectors. A comparison of the intensity loss is used to generate a quanti‐
tative measurement of the vapor and liquid concentrations respectively and hence, to estimate
the steam quality, according to Eqs. (1) and (4).

Figure 4. Schematic of the experimental setup for steam quality measurement. Figure taken with permission from IEEE
(From our published paper).

Figure 5a and b shows a comparison of the laser‐based steam quality measurement with the
mass flow rate‐based method under different water spray conditions. A reasonably good
match is found between the two techniques and further improvements are possible through
improvement of analysis algorithms for different temperature, pressure, and flow condi‐
tions. However, these results certainly demonstrate the power of laser‐based techniques and
the three main advantages offered in this particular application. First, this is a direct meas‐
urement of steam quality without any extraction or conditioning of the sample. The only inputs
required in the method are temperature, pressure, and other standard operating parameters
of the steam turbine. Second, the steam quality can be measured over a wide range (100–10%).
This is a unique capability over conventional steam calorimeters which have a much smaller
range of a (100–80%). Last but not the least, the measurement is real‐time and can be used for
better process optimization and steam turbine prognostics.

Diode Laser‐Based Sensors for Extreme Harsh Environment Data Acquisition
http://dx.doi.org/10.5772/63971

407405



Figure 5. (a) Variation of steam quality with water spray in the in the steam flow pipe and comparison with calculation
using mass flow rate. (b) Variation of steam quality with water spray in the steam flow pipe and comparison with
calculation using mass flow rate at a different temperature, pressure, and flow rate condition. Figures taken with per‐
mission from IEEE (From our published paper).

4.2. Ammonia slip sensor for gas turbine applications

This subsection is a summarized excerpt of the work published in reference [14]. Gaseous
emissions, such as NOx, SOx, and CO are strictly regulated by the environmental protection
agency (EPA) in the United States and similar agencies around the world. To minimize NOx

emissions, a selective catalytic reduction (SCR) unit is commonly introduced in the exhaust
gas path [52]. The gas temperatures in the harsh SCR exhaust environment are typically of the
order of 250–380°C. The functioning of an SCR unit includes injection of ammonia (NH3) gas
to cause chemical reactions leading to reduction of NOx into N2 and H2O. This process is
depicted in Figure 6.

Figure 6. Schematic showing the function of a selective catalytic reduction unit in a power plant. (Figure taken with
permission from Sharma et al. [14]).

The equations embedded in Figure 6 suggest that the optimal performance of an SCR would
require ammonia injection amount to vary with the NOx generated. Too much ammonia
injection leads to incomplete reaction and too little leads to residual ammonia (ammonia slip)
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in the exhaust. The amount of ammonia injected is typically controlled by monitoring and
minimizing the ammonia slip. The conventional sampling‐based continuous emissions
monitoring system (CEMS) [15] is the state‐of‐the art for this application and is often be‐
lieved to be suboptimal due to sampling‐related measurement lags of up to 2–3 min. The most
efficient and desired way of controlling the SCR is to directly measure the ammonia slip in the
harsh SCR environment (without sampling). An example of how a TDLAS‐based sensor can
address this highly challenging real‐world problem follows here.

The TDLAS sensor discussed here is designed for direct operation in an SCR exhaust so that
measurement lag time is minimized. The sensor is based on a free space line‐of‐sight meth‐
odology employing a laser transmitter (pitch) to emit the laser radiation and a receiver (catch)
to collect the radiation after passage through the SCR exhaust. A diode laser around 1.5 μm is
chosen to sense ammonia. Details on spectral analysis and line selection have been present‐
ed in the Section 3.1. In a combined cycle power plant, the SCR exhaust is usually into a heat
recovery steam generator (HRSG). The environment inside a HRSG is fairly harsh due to high
temperatures, engine vibrations, and floating dust or impurities. The challenges around beam
steering caused by temperature gradients and transmission losses due to dust particles are
addressed using the 2f/1f WMS methodology described in the Section 2.2. A major challenge
specific to this application is the thermally induced misalignment of the beam since the typical
line‐of‐sight path length in a HRSG can be up to 10 m. Therefore, maintaining alignment
through all engine‐operating conditions is critical toward achieving long‐term reliability.

Figure 7. Schematic showing the hybrid ammonia slip sensor with alignment control and implementation in a HRSG.
Figure taken with permission from SPIE (From our published paper).

The hybrid sensor, shown in Figure 7, is developed to address the misalignment challenge.
A 633 nm fixed wavelength laser is multiplexed with the 1.5 μm ammonia spectroscopy laser
at the transmitter (launcher) and demultiplexed at the receiver by using appropriate dichro‐
ic mirrors. The 633 nm laser wavelength is chosen because of two reasons: no absorption by
exhaust gases and visibility to the human eye (helps in initial alignment of the system). As

Diode Laser‐Based Sensors for Extreme Harsh Environment Data Acquisition
http://dx.doi.org/10.5772/63971

409407



shown, the launcher optical assembly is mounted on a motion control stage. The demulti‐
plexed red laser is made incident on a quadrant photodiode which serves as a position sensitive
detector. The error signal generated by the quadrant photodiode is used as a feedback signal
to actively align the motion control stage to keep the red beam centered on the quadrant
photodiode. As a consequence, the ammonia spectroscopy beam also remains centered on
the 1.5 μm photodiode. This leads to overcoming of measurement errors induced by thermal
misalignment and enables long‐term reliable operation of the sensor.

Experimental results demonstrating the performance and value of the alignment control
system are shown in Figure 8. Figure 8a shows the scenario with no vibrations/misalign‐
ments. As expected, the 2f/1f signal stability is the same with the alignment control system on
or off. This is a key check to ensure that the alignment control system does not introduce any
artifacts or errors by itself. Figure 8b shows the scenario under induced vibrations/misalign‐
ments. With the alignment control off, the total normalized transmitted power drops close to
zero in a matter of seconds, hence indicating a severe misalignment of the system. However,
with the alignment control on, the system is able to actively maintain alignment over time.
About 20–25% power fluctuations are still observed which are experimentally found to be well
within the correction capability of the 2f/1f WMS technique. For more details on the tests
demonstrating performance of the hybrid sensor, the reader is advised to refer to reference [14].

Figure 8. Experimental results showing the performance of the alignment control system. (a) 2f/1f WMS signals (with
and without alignment control) as a function of time under no vibrations. (b) Transmitted spectroscopy laser power
(with and without alignment control) as a function of time under induced vibrations. Figure taken with permission
from SPIE (From our published paper).

5. Summary

In summary, this chapter presented the value and potential benefits of diode laser‐based
industrial harsh environment sensors. The chapter started with an overview of the industrial
Internet and discussed the importance of sensors toward achieving enhanced output from
industrial assets such as gas turbines, aircraft engines, and turbomachinery equipment . The
discussion showed that real‐time decision making through online sensors (that monitor the
desired machine parameters) can enable optimized operation, performance enhancement, and
extension of asset life. Subsequently, optical harsh environment sensors were introduced and
the capabilities of diode laser‐based techniques, that is TDLAS and QCLAS, were discussed.
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industrial assets such as gas turbines, aircraft engines, and turbomachinery equipment . The
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desired machine parameters) can enable optimized operation, performance enhancement, and
extension of asset life. Subsequently, optical harsh environment sensors were introduced and
the capabilities of diode laser‐based techniques, that is TDLAS and QCLAS, were discussed.
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The discussion was kept focused on these two most promising techniques (compared to other
optical techniques) to remain within the scope of this chapter. The common implementation
of TDLAS/QCLAS methodologies, that is direct absorption spectroscopy (DAS) and wave‐
length modulation spectroscopy (WMS), were discussed from an applied experimental
perspective. The intention was to equip the reader with just the right level of information
required to set up and carry out application‐specific experiments. Appropriate references were
provided for readers who wish to go deeper into these techniques. Next, the design philoso‐
phy and methodology behind a TDLAS sensor were discussed. Laser wavelength selection
was presented as a crucial step where careful consideration to process temperature, pressure,
and background gas interference needs to be given. Optomechanical configurations, namely
line of sight, standoff, and extractive sampling, were then discussed followed by instrumen‐
tation and data acquisition basics. Finally, the power of diode laser technology in tackling real‐
world challenges was discussed using real‐world examples. An in situ sensor for measurement
of steam quality in the hot and harsh low pressure (LP) section of a steam turbine was
presented. A solution based on two diode lasers, each targeted toward water in liquid phase
and vapor phase, respectively, was discussed. Last but not the least, the chapter concluded
with the discussion on a hybrid in situ ammonia slip sensor for power plant SCR control
applications. A novel alignment control methodology in combination with a 2f/1f WMS scheme
was shown to be an effective tool toward measuring gas concentrations in hot and harsh
vibrating environments.

The field of optical and diode laser‐based harsh environment sensing is rapidly evolving and
is currently an area of active research in academia as well as industry. The various aspects of
this technology space are being studied in details by different groups around the world and
this chapter has, by no means, touched upon all of them. However, the authors do hope that
this chapter has motivated the reader to think of new ideas and concepts that can advance the
state‐of‐the art and application areas in this space and help the industrial community realize
the full potential of their valuable assets.
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