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Abstract:  We theoretically investigate the generation of high harmonics
and attosecond pulses by mid-infrared (IR) driving fields. Conditions for
coherent build-up of high harmonics are revisited. We show that the coher-
ence length dictated by ionization-induced dephasing does not constitute
an ultimate limitation to the coherent growth of soft X-ray (> 100 eV) har-
monics driven by few-cycle mid-IR driving pulses: perfect phase-matching,
similar to non-adiabatic self-phase-matching, can be achieved even without
non-linear deformation of the driving pulse. Our trajectory-based analysis
of phase-matching reveals several important advantages of using longer
laser wavelengths: conversion efficiency can be improved by orders of
magnitude, phase-matched build-up of harmonics can be achieved in a jet
with a high gas pressure, and isolated attosecond pulses can be extracted
from plateau harmonics.
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1. Introduction

Attosecond physics has recently been formed as a branch of science that studies attosecond-
scale (1 as = 1018 seconds) phenomena by the generation, measurement, and application of
attosecond light pulses and electron wavepackets. Even though this discipline is very new, nu-
merous examples of attosecond electron dynamics in atoms, molecules, clusters, and solids
have been observed in experiments or addressed theoretically [1]. Even though in some excep-
tional cases attosecond measurements can be performed without attosecond pulses, for future
progress of the field it is of paramount importance to further develop sources of attosecond
pulses. Making the pul ses shorter, moreintense, aswell as extending their spectral region would
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greatly extend the number of phenomenaaccessible for experimental observation directly inthe
time domain or in a time-resolved fashion. This creates demand for a better understanding of
thelimits of attosecond pulse generation and opportunities, from which novel technol ogies may
benefit. Our paper presents a step in this direction.

Up to the present day, isolated attosecond pul ses have only been produced at photon energies
< 100eV [2, 3, 4]. Although generation of harmonic photonswith energiesashigh as1 keV is
feasible[5], generation of sufficiently intenseisolated attosecond pulsesin the soft X-ray region
ishampered by several obstacles: alow efficiency of high-frequency emission at the single-atom
level [6, 7], as well as challenges in manufacturing multi-layer coatings capable of reflecting
just the cut-off region. As an aternative to gas-phase harmonics, it was proposed to exploit the
generation of surface harmonics in the relativistic regime to produce attosecond light pulses
[8, 9]. Even though this is a very promising approach that holds potential for increasing the
intensity and decreasing the duration of attosecond pulses by orders of magnitude, gas-phase
harmonics are likely to remain the workhorse of attosecond experiments in the foreseeable
future, since they can be generated at large repetition rates with excellent repeatability, and
they do not demand relativistic laser intensities.

Inthisarticleweidentify several opportunitiesthat appear to offer possible solutionsto prob-
lems specific to gas-phase harmonics. We show how phase-matching can facilitate the gener-
ation of isolated attosecond pulses without the use of measures such as narrow-band spectral
filtering or polarization gating. Our theoretical analysis and numerical simulations predict that
the efficiency of generation of soft X-ray harmonicsis not necessarily limited by the coherence
length derived from the different phase velocities of the driving and harmonic waves. Instead,
the biggest contribution to the generated harmonic signal usually comes from those parts of the
interaction region where conditions of perfect phase-matching are locally satisfied.

The highest (cut-off) energy in the spectrum of high-harmonic radiation is given by [10, 11]
Qautoff [EV] ~ Wh[EV] +2.96- 10~ 131 [W /cm?] (AL [um])?, where W, is the binding (ionization)
potential, I is the peak intensity of the driving laser field, and A4, is its central wavelength.
Given that the range of W, for neutral atoms is very limited, there are two practical options to
increase Qqytoff: iNCreasing the laser intensity 1. or or using alonger laser wavelength A . The
first option is limited by strong-field ionization. As soon as the laser field ionizes a significant
fraction of the atoms, the conversion efficiency of HHG decreases dramatically due to both
plasma dispersion and the depletion of the neutral atom response [6]. It is possible to postpone
the problem by shortening the laser pulses, but current technology already uses nearly single-
cycle pulses and has already reached its limit [5].

The second option to increase Qqyoff 1S t0 increase A [12] (see also pioneering experi-
ments on 'scaled interactions’ in Ref. [13]). With advances in optical parametric chirped-pulse
amplification, it has recently become feasible to generate powerful phase-stabilized few-cycle
pulses in the mid-IR regime [14, 15, 16]. Application of laser wavelengths longer than that of
the Ti:Sapphire laser . = 0.8um was studied theoretically [6, 7], but only at the single-atom
level. We combine the analysis of the single-atom response with pulse propagation and uncover
the crucial role of propagation effects in this new regime.

2. Modeling HHG in atomic gases

Modeling HHG in agasjet involves cal culation of the single-atom dipole response (SADR) in-
duced by alaser pulse and simulation of co-propagation of the laser and harmonic beams. While
the most precise way to calculate the SADR is by numerically solving the time-dependent
Schrodinger equation [17], this method is time-consuming. Instead, the Lewenstein model [18]
is frequently invoked, which gives qualitatively correct predictions in the regime where the
strong-field approximation is valid. We calculated the SADR based on the saddle-point analy-
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sis [19, 20] of the Lewenstein model, which has two advantages: it alows the inclusion of
arbitrary quasi-static ionization rates and atom-specific recombination matrix elements, and it
also provides a convenient tool to study contributions from different electron trajectories inde-
pendently. In this model, the instantaneous dipole moment of an atom is described as a sum of
contributions from different trgjectories that lead to a recollision of an electron with the parent
ion:

dt)=Re|e™* Y aon(t)ap(t)arec(t) | - 1)
trajectories
The trajectory-specific probability amplitudes ajon, apr, and arec, that represent the ionization,
propagation and recombination steps, are defined below. Each trajectory begins at a “birth”
moment t, when an electron is set free by the strong laser field. Depending on this moment,
the laser field may remove the electron from theion oncefor all, or it may return it back to the
ion with a certain kinetic energy Wkin. In the latter case, a high-frequency “burst” of harmonics
with a photon energy Q = Wi, +Win, is generated at the recollision moment [21].
A few trajectories with different values of t, may lead to arecollision at a given moment t.
Regarding afree electron as a classical particle with zero initial velocity, the following relation
between the birth and recollision moments can be derived:

t't AL dt = (t — o)A (to), )
Iy
where

A=~ [ B ®

isproportional to the vector potential of thedriving electric field E_(t). Henceforth atomic units
will be used (h= e = me = 1) unless stated otherwise.
Thefirst of the probability amplitudesin Eq. (1) is given by

1/2
Qion = (dnd(:b)) ) (4)

where n(tp) = 1 — exp[— ["_T(t')dt'] is the probability that an initially neutral atom is ion-
ized by the moment tp. The ionization rate I'(t) was calculated numerically in the quasi-static
approximation [22]. The propagation and recombination steps are given by

3/2 1/4
)= (25 ) oo el s 1S and )
B AL (th) — AL(t)
eell) = V) S A () — AL ©
where S(t) is the action accumulated along a classical trgjectory:
St = 3 [ IA) ~ ALt ©

The pre-exponential termsin Eq. (5) describe the transverse and longitudinal spreading of the
electron wave packet. Eq. (6) containsthe correction introducedin [6], which takes into account
the depletion of the ground state between the moments of ionization and recollision.

We found it very convenient to calculate the dipole response given by Eq. (1) directly in the
frequency domain. Since harmonicsat agiven frequency Q areradiated in the form of separated
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harmonic bursts, thisintegration can be performed separately for each of them

d(Q) =& T [ aon(t)an(t)ars(t) epli) dt = ¥ () €)
k

bursts

with the advantage that each contribution (JTk(Q), being the Fourier transform of a single har-
monic burst k, is a much smoother function of Q than the full spectrum d(€). Thus, if con-
tributions from different ionization bursts are propagated separately, a relatively low spectral
resolution is sufficient to accurately represent the generated harmonic field. For soft X-ray har-
monics, this method is much faster than the evaluation of Eq. (1) with the subsequent applica-
tion of the fast Fourier transform. Additionally, it providesa simple way to track the generation
and propagation of different harmonic bursts, which would otherwise require a more complex
analysis such as that of time-frequency diagrams[27, 28].

We simulated the propagation of alaser pulse using the slowly-evolving wave approximation
(SEWA) [23, 24, 25] adopted for strong-field response [26]. As opposed to the slowly-varying
envel ope approximation, SEWA is applicable to few-cycle light pulses provided there is neg-
ligible reflection of the fields in the medium [24]. Cylindrical symmetry of the light beams
reduced the propagation to two spatial coordinates. the propagation coordinate z and the radial
coordinate p. Further details of the model can be found in [20].

Propagation of harmonics was simulated in the frequency domain, neglecting the small in-
fluence of the emerging free electrons on this propagation. In a coordinate system moving with
the vacuum speed of light ¢ along the laser axis, the build-up of the harmonicfield is described
by the following propagation equation (CGS units):

w _ <—a(§2) + %Vi) En(z.p,Q) +§,S«(Zvl’»9)~ ©

Here o (Q2) isthe absorption coefficient of the medium and sk(z, p, Q) represents a source term
associated with the k-th harmonic burst:

s(z,p,Q) = 27iQnaeaoc 1d(Q), (10)

where n, isthe concentration of radiating dipoles, e isthe electron charge, ag isthe Bohr radius.
The most striking feature observed when extremely high-order harmonics are generated by
afew-cycle pulseis that efficient generation of a harmonic burst is usually confined to a small
part of the interaction region. Fig. 1 illustrates this for two different wavelengths of the driving
field: 4. = 0.75umand A, = 2.1um. In both cases we simulated the propagation of a 1-mJ
Gaussian laser pulse, Ei (t) = Egexp[—210g(2)t? T ] COS(@Lt — ¢ceo), with the full width
at half-maximum (FWHM) equal to two periods of the laser field (Trwnm = 47/ o) and the
carrier-envelope-offset (CEO) phase ¢ceo = 0. The laser beam was focused in a 100-mbar
helium jet. The size of the Gaussian beam was chosen to set the initial cut-off energy to 700 eV.
During propagation, a laser pulse is de-focused, and possibly, blue-shifted, which eventually
lowers the cut-off energy, asit is shown by dashed curvesin panels (b) and (d). Although laser
propagation was simulated in all spatial dimensions, for this Fig. harmonics were evaluated
only on the beam axis. After each propagation step, we saved contributions from trajectories
launched within three different half-cycles of the laser pulse. Fig. 1 shows the harmonic output
and the single-atom dipole response at 400 eV, contributions from long and short trajectories
[29] returning to the parent ion within the same half-cycle of the driving field were added
together. In both simulations the intensity of each of the harmonic bursts shows a rapid growth
once, or at most, twice, before the cut-off energy drops below the selected harmonic energy.
The single-atom dipol e responses, which are plotted in panels (b) and (d), reveal that some of
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Fig. 1. Contributions from different half-cycles of a 2-cycle laser pulse (inset in panel a)
to high harmonics at 400 eV. For 4 = 0.75um, a rapid increase of the harmonic signal
(panel a) often coincides with a peak of the single-atom dipole response (panel b, solid
lines). For A, =2.1um (panels c and d), the observed highly efficient harmonic generation
is due to phase-matching. In both simulations, the cut-off energy was equal to 700 eV at
the beginning of propagation; cut-off energies of individual half-cycles are represented by
dashed curves in panels b and d. Harmonic intensity in panels a and ¢ is measured in the
same units, propagation was simulated for a 100-mbar He jet starting from the focus of
the laser beam. The dashed green line in panel ¢ represents contribution from half-cycle
2 calculated with a non-divergent laser beam. In this case the harmonic generation is not
phase-matched and aregular coherent ringing is observed.

the regions of this highly effective harmonic generation coincide with a local increase of the
SADR. This increase is observed when the cut-off energy of a particular half-cycle becomes
close to the selected harmonic energy, and it is caused by two factors: areduced energy chirp of
the returning electron wavepacket (see Section 4) and a weaker depletion of the ground-state.
The latter factor played a more important role for A = 0.75um, since the initial laser pulse
ionized more than 50% of the atoms.

Qualitative behavior for A, = 2.1um (panels (c) and (d) in Fig. 1) is remarkably different
from the one observed with the smaller driving wavelength. In this case, thelocal increase of the
SADR cannot explain the sudden build-up of harmonic bursts. For A = 2.1 um, the ground-
state depletion is negligibly small, since a much lower laser intensity is required to generate
harmonics with the same cut-off energy: the probability of ionization by the two-cycle pulse
was less than 0.2%. As we will show in the next section, in this regime the fast build-up of
harmonic bursts is explained by self-phase-matching, which can become very efficient for one
of the bursts.

The observed formation of harmonic bursts provides a key to the generation of isolated at-
tosecond pulses at photon energies approaching or even exceeding 1 keV. Since different har-
monic bursts require different conditionsfor their efficient generation, it is possible to find such
conditionsthat one burst completely dominatesall other bursts, even if harmonicsare generated
in the plateau region. While this does not compl etely obviate the necessity to apply spectral fil-
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Fig. 2. Single-atom dipole response at the beginning of a 100-mbar He jet (a), and the
far-field spectral intensity of high harmonics (b) generated by a 1-mJ 2-cycle pulse for
different values of the laser wavelength A, . In each simulation, the initial semi-classical
cut-off energy was equal to 700 eV and the jet thickness L was chosen to reduce it by 10%
(legend in panel b).

tering in order to generate a single attosecond pulse, it may significantly relax requirements on
such afilter, since no careful selection of the cut-off regionis required.

To illustrate how a single attosecond pulse can be generated far from the cut-off region, and
also to illustrate the role of propagation effects in the scaling of HHG with the wavelength
of the driving field, we made a series of 3D simulations, the main inferences from which are
presented in Fig. 2. This Fig. shows single-atom dipole responses (a) and far-field harmonic
spectra originating from the atomic ensemble (b) for different values of the central laser wave-
length A_. Similarly to the simulations shown in Fig. 1, the input laser pulse was a 1-mJ two-
cycle Gaussian one. Unlike the previously demonstrated simulations, we calculated the radial
distribution of harmonics and propagated them in all spatial dimensions. The gas medium was
terminated as soon as Q¢iof Was reduced by 10% of itsinitial value, which was equal to 700 eV
in al the simulations.

Comparing the two panels of Fig. 2, we see that in spite of the fact that the SADR decreases
as AL isincreased, it still may be beneficial to increase the wavelength of the driving field to
maximize the output from the ensemble of atoms. This will be further discussed in the follow-
ing sections. We al so observethat the far-field on-axis harmonic intensity does not always show
modulationsin the plateau region. If one such region can beisolated by means of spectral filter-
ing, a single attosecond pulse can be generated. An example is shown in Fig. 3. Transmission
of harmonics generated with A = 1.5um through 0.1 um of Cu and 0.1 um of Pd suppresses
harmonics below 100 eV, thereby isolating the hump around 230 €V. As a result, an isolated
60-attosecond pulse is extracted from harmonicsin the far field (Fig. 3b), which confirms that
one of the trgjectories contributed under exceptionally favorable phase-matching conditions.

3. Phase-matched generation of soft X-ray harmonics

Analysis of the role of phase-matching in HHG is often based on the concept that every har-
monic order can be assigned a certain phase [30]. As the duration of the driving pulse ap-
proaches the single-cycle limit, this concept loses its validity, since the few harmonic bursts
generated by the laser pulse may have very different amplitudes, durations, and phases. Instead
of narrow harmonicsat odd multiples of the laser frequency the spectrum of the generated high-
frequency radiation may show rather irregular spikes that result from the interference of differ-
ent tragjectories. Not only generation, but also propagation conditions for different harmonic

#84689 - $15.00 USD Received 29 Jun 2007; revised 21 Sep 2007; accepted 25 Sep 2007; published 5 Nov 2007
(C) 2007 OSA 12 November 2007 / Vol. 15, No. 23/ OPTICS EXPRESS 15357



0.0025 . |
a) ! b)
0.002 .
T 208
€ So25 R €
] 2 g =
g 00015 2 o2} S o6
5 £ =
— = 0.151 B gy
2 0001 = 0af R =
g : T g 04
€ =005~ — e
0.0005 05 —"%00 400 600 800 02
photon energy [eV]
| . . . , o . . . A - . .
100 200 00 600 700 1 12 14 22 24

300 400 5 16 18
photon energy [eV] time[fs]

Fig. 3. Generation of a single attosecond pulse in the plateau region. Panel a shows the far-
field on-axis harmonic signal generated with 4 = 1.5um (green dashed line in Fig. 2b)
after it was transmitted through afilter made of 0.1 um of Cu and 0.1 um of Pd. The filter
suppresses harmonics below 100 €V, its transmittance is shown by the inset in panel a.
Panel b shows the time-domain intensity of the harmonic field after the filter.

bursts may differ significantly. Therefore, phase-matching should be separately investigated for
each contributing electron trajectory.

Phase-matching conditions for a selected harmonic burst k are determined by the phase of
the corresponding source term s in EqQ. (9). This phase can be approximately calculated using
the stationary phase method to perform the Fourier transform of the SADR [29, 31]:

arglsd ~ ¢ (t,(")) — ot S(tr(k)) _ ( ) _tgk>) W+ g (12)

where the birth moment t, and the recollision moment t; of the k-th trajectory are supposed to
be chosen such that

Q =W +Wkin (12

issatisfied in addition to Eq. (2) for the selected emission frequency Q. To simplify the notation
wewill omit theindex k, but our considerationisstill limited to one selected harmonic burst. As
the laser pulse changes during propagation, the values of t, and t; have to be adjusted in order to
keep conditions (2) and (12) fulfilled. Consequently, t, and t; are functions of the propagation
coordinatez. A change of the phase ¢ with zleadsto a phase mismatch. Differentiating Eq. (11)

we obtain q . dSs /dt d
do _odtr 05 (dt db
= Y% @ ( dz dz ) Vb. (13

The generation of harmonicsis most efficient when d¢ /dz becomes equal to zero—inthis case,
contributionsfrom all atomsinterfere constructively, and theintensity of the generated radiation
grows quadratically with the number of contributing dipole emitters. Eq. (13) can be simplified
with the aid of Egs. (2) and (7):

din(z) 9IS . dtn(2) | /tt(<)) dt [AL(zt) — AL(z t(2)] —aAB(zZ’t) ’

do _
dz

Wb dz dz dz

(14)
where the derivative dS/dzis calculated for fixed t, and t;.

There are two sources of phase-mismatch, both of which are described by Eq. (14). First, if
the laser pulse and harmonic radiation have different phase velocities, the driving field expe-
riences a shift in the co-moving coordinate frame as the pulses propagate. Second, any distor-
tion of the laser pulse during its propagation—a change of its intensity, frequency or the CEO
phase—makes an additional contribution to the phase of the emitted harmonics by affecting
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the phase of the recolliding wave packet. These two sources of phase mismatch often have op-
posite signs, so that they can compensate each other. This was first demonstrated in a regime
where afew-cycle pulseionizes asignificant fraction of atoms[32], which resultsin anincrease
of its instantaneous frequency (blue-shift). This mechanism is referred to as the non-adiabatic
self-phase-matching (NSPM) and it leads to arapid growth of the harmonic signal. However, it
has not been widely recognized that this kind of perfect phase-matching can also be achieved
with moderate ionization rates, where the blue-shift of the laser pulse can be neglected. Here
we show that it is not only possible with realistic parameters, but also the importance of this
mechanism grows with the harmonic order, so that for sufficiently high-order harmonics the
conversion efficiency is no longer determined or limited by the coherence length, but by the
length over which the condition d¢ /dz = 0 is approximately satisfied.

In order to investigate how a single harmonic burst is built up, it is sufficient to consider
one single cycle of the driving field. Aslong as the instantaneous frequency of the laser pulse
remains constant, propagation of a selected field oscillation can be approximately described by
specifying how its amplitude and position in the co-moving system of coordinates depend on
the propagation distance. Thisis incorporated into the following ansatz:

AL(zt) = f(2)9(t—1(2), (15)
EL(zt) = —f(2)d (t—1(2)), (16)

where the electric field E| (z,t) is obtained from Eq. (15) by making use of Eqg. (3). Let us now
insert this ansatz into Eq. (14). Trgectories that significantly contribute to HHG start in the
vicinity of a peak of the electric field, where the ionization rate is highest. Therefore a change
of the amplitude of the laser field haslittle influence ontp, so that dt,/dzis approximately equal
to dtz/dz. With this approximation we obtain the following simple formula that determines
phase-matching conditions for a selected harmonic burst:

dp ... 2f'(2)
i =Q7'(2) - @ S(tr(2)). (17)
Perfect phase-matching is achieved when
2f'(z2) 1 Q

f(2 7(20 St(2) (18)
In analogy with NSPM, we refer to this regime as self-phase-matching (SPM).

Condition (18) is consistent with the well-known fact that high harmonics are generated most
efficiently when a gas jet is placed behind the laser focus [33]. Indeed, the plasma dispersion
and the Gouy phase shift increase the phase velocity of the laser pulse, so that t/(z) becomes
negative. In this case, Eq. (18) can only be satisfied if f/(z) < 0, that is, the amplitude of the
laser field must decrease during propagation. We have to recognize, however, that not only a
decrease of the laser intensity leads to f/(z) < 0, but also a change of the CEO phase of a
few-cycle pulse can significantly decrease the amplitude of a selected laser cyclein afew-cycle
pulse.

Let us now investigate the right-hand side of Eq. (18). Theratio Q quoff /S scales as the laser
frequency w_ = 2rmc/AL. For a monochromatic laser field, it is possible to show that only
trajectories for which 0.28 < Q/(Sw) < 2.2 can contribute to harmonics with a frequency
Q> %chtoff. A requirement that the phase-matched trajectory be a short one narrows this in-
terval yet further: 0.96 < Q/(Sw| ) < 2.2. Thus, as a rough estimate, condition (18) can be
satisfied in the upper part of the plateau region if

2f'(2)
f(@)
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For example, if a 0.75-um laser pulse ionizes 1% of atoms in a 100-mbar gas jet, then the
plasma dispersion alone leads to 7/(z) = 0.04 fs/mm. According to Eq. (19), the intensity of
the selected laser cycle must decrease by approximately 10% per mm of propagation. Such a
drop in intensity is often observed in HHG experiments and simulations.

Whenever Eq. (18) is satisfied, the harmonic output rapidly growswith z over adistance L ¢,
which we call the effective length of coherent harmonic build-up. This distance may be limited
by a drop of the SADR caused by a decrease of the laser intensity, but in most cases the main
limiting factor is dephasing caused by a non-zero second derivative of ¢(z) at a position zg,
where perfect phase-matching ¢’(zy) = 0is achieved:

0(2)~ 9(2) + 30 (2)(2~ )% (20)

Inthiscaseit is reasonableto define Lest by | [~ S(20) exp(i@(2)) dz| = Lest|S(20)|, which yields

2r 12
et = (m) | @)

The second derivative ¢” (zp) can be evaluated using Egs. (14), (17), and (18):

() '(20) 2f'(z0) ,
lz) f<z0>>‘w° ) 2 @

In order to estimate L, We neglect the second derivatives f”(z) and 7”(z) in the above
expression and assume that € > W,. Together with Eq. (19) thisyields

2 T \Y?
et o) (m) ' @)

Itisinstructive to compare L with atypical coherencelength L that is observed when the
decrease of the laser intensity does not compensate for the difference in the phase velocities. If
the amplitude of a selected oscillation of the laser field remains constant during propagation,
that is, f’(z) = 0, then the coherence length Lc = /(| 7'(z)|). The ratio of the two lengthsis
estimated as

o (20) = 27 () - 2 ()

L 40 1/2
T (—) ~ V@, (24)

T,
whereq = Q/ . isaharmonic order. For relatively low-order harmonics, L & and L are com-
parable, and the effort required to create conditions that satisfy Eq. (18) may not be justified.
For very high harmonic orders g > 1, the SPM-induced increase of the harmonic intensity can
exceed a non-SPM one by orders of magnitude.

4. Scaling of conversion efficiency with gas pressure

When coherent build-up of harmonic radiationis limited by the coherence length, the harmonic
output oscillates as the gas pressure is increased. In this case, the optimal gas pressure is the
one for which thelength of theinteraction regionis equal to the coherencelength. The situation
changes dramatically if the conditions for perfect phase-matching (SPM) are realized. Indeed,
combining Eq. (23) with Eq. (10), we obtain the total harmonic output as

n2 p
S(Zo)Lgif|? o< —2— o
| (ZO) eff| |T'(Zo)|2 11
C  Vp(zo)

2

(25)

)
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Fig. 4. Scaling of harmonic output with gas pressure p for A = 2.1um. Propagation of
the laser pulse was simulated in all spatial dimensions, HHG was simulated on axis only.
At small values of p the harmonic output grows quadratically with pressure. Due to SPM,

the overall output becomes pressure-independent at large values of p in agreement with
Eq. (26). Theinset shows the dependence of the cut-off energy on the propagation distance.

where p isagas pressure and v, is the phase velocity of the laser light. In jet experiments, the
gas pressure is usually high enough for plasma effects to play a significant role in the phase-
matching. Otherwise, if pisso small that free electronshardly affect the propagation of the laser
pulse, an increase of the gas pressure would increase the number or radiating dipoles without
compromising phase-matching, so that the harmonic output would increase proportionally to
p?. If the gas pressure is sufficiently large, so that plasma effects start to dominate, |t/ (z)|
becomes proportional to the concentration of free electrons: |7/(z)| =< ne [26]. In this case, the
harmonic output becomes independent of the gas pressure:

|S(z0) Left|? o< N2 /N2 = const. (26)

This is valid as long as Eq. (18) is satisfied at some point within the jet before the cut-off
energy drops below Q. This is illustrated in Fig. 4. Using the same laser pulse as in Fig. 1,
we simulated HHG for different values of p. Propagation started at the focus of the laser beam
and stopped after the vacuum Rayleigh length zgr = 1.24 cm. The overall harmonic output
(solid line) was calculated by integrating the harmonic intensity above 300 eV, while harmonic
output at selected energies was calculated within a 10-eV-broad Gaussian spectral window.
After an initial quadratic growth, the overall harmonic output becomes pressure-independent
for p = 1 bar. At the same time, a high gas pressure is detrimental to the harmonic intensity
at 600 eV. These harmonics cannot profit from the SPM due to the fast decrease of the cut-off
energy at the beginning of propagation.

5. Scaling of conversion efficiency with the laser wavelength

In this section we investigate the regime of moderate ionization rates when the efficiency of
HHG isnot limited by the ground-state depl etion. First of al, we haveto decide how to compare
HHG at a selected frequency Q for different |aser wavelengths. One obvious possibility isto fix
all the laser parameters except A_. However, in this case the ratio Qofr /Q Will vary with A,
Proceeding this way, we may end up comparing harmonics generated in the cut-off region with
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harmonics lying deeply in the plateau region. In our opinion, a fairer comparison is made by
fixing the cutoff frequency Q qtoff, Which is equival ent to the requirement that the laser intensity
be decreased with decreasing w, as wE. We also keep the number of cycles and the energy in
the laser pulse constant, increasing pulse duration as o, 1. Inthis case, the required decrease of
the laser intensity is achieved by increasing the waist of the laser beam as w[l/z.

The scaling of the HHG efficiency is determined by the interplay between the single-atom di-
pole response and the effective propagation distance L ¢, over which radiation from individual
atoms is added constructively. As o decreases, lower laser intensities are needed to generate
the same Qqyioff- 1N the tunneling regime [34], the quasi-static ionization rate is proportional to
exp [—%(2\/\/0)3/2/|E(t) |]. Therefore, the density of free electronsne rapidly decreases aslonger
laser wavelengths are used to generate harmonics, for a fixed Q ¢off. 0Onization is a prerequi-
site of HHG, but free electrons are a major factor limiting coherent harmonic build-up. There
are al so other factors important for the scaling of conversion efficiency with laser wavelength:
depletion of the ground state, spatial spreading of the free el ectron wave packet, spatiotemporal
reshaping of the laser pulse etc. Also, it has recently been demonstrated that scaling predicted
by models based on the strong-field approximation may differ from that obtained by a numer-
ical solution of the time-dependent Schrodinger equation [7]. Due to the complexity of these
effects, an accurate determination of scaling laws calls for numerical smulations. However, the
primary role is played by the dependence of Lghc|d(Q)|2 on the ionization probability, and in
this section we derive a rule-of-thumb scaling law, which roughly describes to which extent
an increase of Lt can compensate for the corresponding decrease of the single-atom dipole
response.

The magnitude of the contribution from a certain tragjectory can be estimated in the same
way that we used to estimate its phase: by applying the stationary phase method to calculate the
Fourier transform of the single-atom dipoleresponsed(t). In the plateau region, the dependence
of the source term (10) on trajectory parametersis given by

Na(tp)Na(ty ) T(tp)
(tr —to)3EL (t)2[S" (tr)|

If the depletion of the ground state is weak, ny(tp) and ny(t;) are approximately equal to the
initial concentration of neutral atoms n,. The term (t, —t,)2Ey (t,)? describes the spreading of
the electron wave packet during its propagation in the continuum, and I'(tp) is the ionization
rate at the appropriate moment of birth. Finally, S”(t;) = W,,(t) is the energy chirp of the
returning electron wave packet, which scales as the amplitude of the laser field Eg and limits
the time of emission at Q during a single recollision. Near the cutoff, where Wy ,(t;) = 0, one
can show that WY, ,(tr) has to be replaced with the second-order derivative W/, (t)]%/2, which
scales as (Egwy )%/ Taking into account that the travel timet, — ty, scales as oy %, we see that

152 o ML (tp) 05 3 (28)

|82 o<

(27)

in the plateau region of the spectrum, or
|87 o= N2 (to) 07Eq *[Eocan | %/° (29)

at the cutoff. When the cut-off energy is fixed, Eg =< @ and the polynomia frequency-
dependent scaling essentially drops out:

|| < N2T(to) oo °, (30)

where § = 0 at theplateau and 6 = 1/3 at the cutoff. Weignore this slow dependencebelow. All
frequency dependence has now been shifted into the ionization rate T'(t ), which very strongly
depends on Eg, the latter decreasing proportionally to @, .
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Fig. 5. Scaling law given by Eq. (32). The ionization rate of helium was calculated for a
2-cycle Gaussian laser pulse with a peak intensity adjusted to have a required value of the
cut-off energy Qgutorf- Only simulations with an ionization probability between 0.1% and
10% are shown in this plot.

The scaling of the length of coherent harmonic build-up can be deduced from Eq. (23). When
the phase-velocity of the laser light is mainly determined by itsinteraction with aplasma, 7/(2)
is proportional to ne/ w?, so that

ICERT
L oc . 31
o e () (31)

Here we used nal'(ty) =< @ e, @suming a moderate ionization probability (the number of ion-
ized atoms is proportional to the rate of tunneling ionization multiplied with the time during
which tunneling remains an efficient ionization channel).

Egs. (30) and (31) finally provide a scaling law for the harmonic intensity:

Iy o |82t o X (32)

H eff T(to)
Both the numerator and the denominator of the last expression decrease as the laser wavelength
AL isincreased, but if the laser intensity is simultaneously decreased in order to keep the cut-
off energy fixed, then I'(tp) in the denominator decreases exponentially, while the numerator
decreases polynomially. Longer wavelength radiation is indeed more sensitive to plasma dis-
persion, but the decrease in plasma density compensates for it, increasing the length L ¢ and
the overall conversion efficiency.

The scaling law given by Eq. (32) isillustrated in Fig. 5. As an estimation of the ionization
rate at the moment of birth I'(t,), we used the peak ionization rate of the half-cycle, within
which the cut-off trajectory of atwo-cycle Gaussian pulse is launched. Quasi-static ionization
rates [22] were used to calculate I'(t).

6. Summary

We investigated the role of propagation effects in the generation of soft X-ray harmonics by
few-cycle laser pulses. Our analytical theory, based on the Lewenstein model of HHG and
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supported by numerical simulations, reveals that increasing the wavelength of the driving field
brings several important opportunities for the generation of isolated attosecond pulses in this
spectral region: Conditionsfor ideal phase-matching (SPM) can be fulfilled even with moderate
ionization rates when the blue-shift is negligible. It is possible to tune parameters such that
only one attosecond burst benefits from this regime, in which case the intensity of the burst
may exceed the intensities of other bursts by orders of magnitude. Consequently, generation
of a single attosecond pulse in the soft X-ray region does not necessarily require a careful
extraction of the cut-off region. Also, the efficiency of generation of soft X-ray harmonics can
be improved by using a driving field with a longer wavelength. We hope that our theory will
serve as a guideline for future HHG experiments with phase-stabilized few-cycle mid-infrared
pulses.
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