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The Floquet quasienergy spectrum of argon in a strong laser field of 800 nm wavelength is calculated for
intensities up to 7 X 10'* W em™2, and beyond for some states, using a discrete complex basis set. Many of the
dressed excited states of interest shift nonponderomotively in complicated ways but keep an ionization width
narrow enough to produce sharp enhancements of above-threshold ionization (ATI) through Stark-shift-induced
resonances. The quasienergy map is compared to high-resolution ATI spectra for 120 fs Ti:sapphire pulses
[Nandor et al., Phys. Rev. A 60, R1771 (1999)]. The plateau enhancements happen at intensities where the
dressed ground state is in resonance or in the wing of resonances with dressed excited states. The resonant
dressed states are identified. In many cases, the same state is responsible for an enhancement of ATI in the low
as well as the high orders. No evidence is found for enhancements that are not concomitant with any curve

crossing and could thereby be interpreted as channel-closing enhancement.
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I. INTRODUCTION

The above-threshold ionization (ATI) spectrum of atoms
exposed to intense laser pulses normally decreases in mag-
nitude after the first few orders, levels off in a plateau, and
then drops to noise level [1]. The structure of the spectrum
can be readily explained by a simple classical model, the
“simple-man model”: the plateau is formed by photoelec-
trons that rescatter from their parent ion before escaping,
while those that do not rescatter (the majority) contribute
only to the low ATI orders [2]. It has been known from some
time that the emission of low-energy electrons is strongly
enhanced, and often completely dominated, by series of mul-
tiphoton resonances between the ground state and excited
states Stark shifted by the field [3]. More recently, detailed
measurements of ATI in argon and xenon have revealed that
the plateau part of the spectrum is also dominated by narrow
resonancelike structures appearing at specific intensities, at
least for pulse durations not shorter than those used in these
experiments (120 fs) [4—6]. High-precision calculations on
one-electron, three-dimensional models of argon and helium
have revealed that these enhancements occur at particular
intensities where the atom is in a state akin to a superposition
of the ground state and of one or several excited states,
and in which the electron, driven back and forth by the field,
has a high probability of recolliding with the ionic core and
being scattered in the polarization direction [6-13]. This
finding indicated that the plateau enhancements originate
from Stark-shift-induced resonances, like the enhancements
previously found in the low-energy part of the spectrum.
However, not all the resonant states were identified with
particular field-free bound states.

Excited states are ignored in the simple-man model and in
its semiclassical counterpart [1]. Instead of resonances with
excited states, the semiclassical calculations predict the exis-
tence of plateau enhancements at particular intensities where
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a multiphoton ionization channel closes due to the Stark shift
of the initial state with respect to the continuum threshold
[14]. These enhancements can be ascribed to photoelectrons
which linger for a long time in the vicinity of the core before
being scattered and ejected with a large drift momentum.
This mechanism differs fundamentally from the one outlined
above only in that ordinary Stark-shift-induced resonances
depend on an interaction between the initial state and a reso-
nant excited state, while channel-closing induced enhance-
ments do not. They have been found in full quantum me-
chanical calculations on the multiphoton detachment of
electrons from a zero-range potential, which does not support
any excited state [15]. They may have been observed in de-
tachment from one-dimensional potentials, too; however, it is
possible that these structures were ordinary Stark-shift-
induced resonances with light-induced states lying very close
to the continuum threshold [16]. Channel-closing enhance-
ments have been proposed as an alternative explanation of
the plateau resonances in rare gases: they would occur in this
case not when an actual multiphoton channel closes—none
have been found so far at these intensities—but when the
ground state crosses an effective continuum threshold lower
than the actual threshold [14].

The question of the origin of plateau resonances in rare
gases has remained topical, given the current interest in the
role played by the electron-core interaction in recollisional
processes [17] and for multiphoton processes in ultrashort
pulses. One may indeed wonder to what extent the dephasing
of slow electrons due to their interaction with the core might
affect the building up of channel-closing enhancements, and
how these enhancements and the resonances with excited
states evolve as the pulse duration is gradually reduced
[14,18,19]. A better understanding of plateau resonances in
long pulses would be useful on both fronts. In this work, our
main aim is to shed more light on their origin by comparing
existing high-resolution ATI spectra of argon to a newly
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compiled Floquet quasienergy map of this atom.

For relatively long pulses such as the 120 fs Ti:sapphire
pulses we are considering here, it is useful to analyze the
dynamics of the atom in terms of an interplay between
dressed states. These generalize the concept of stationary
states of an unperturbed atom to quasistationary states of an
atom exposed to a monochromatic laser field [20]. They are
described by state vectors of the Floquet form |W())=exp(
—iet/ i) | F(t)), where |F(f)) is periodic in time with the same
period as the field and €, the quasienergy, is complex for
bound states undergoing photoionization. Stark-shift-induced
resonances occur at intensities where the real part of the
quasienergy of the dressed ground state matches the real part
of the quasienergy of a dressed excited state within an inte-
ger multiple of the photon energy [21-24]. As has been dem-
onstrated in one-dimensional models [16], high-order ATI
can be enhanced by such resonances.

We calculate the quasienergy spectrum for a wavelength
of 800 nm and intensities up to 70 TW cm™2 (and beyond for
selected states). The quasienergies are obtained as complex
eigenvalues of the complex-rotated Hamiltonian represented
on a discrete basis of Sturmian functions and spherical har-
monics [24-27]. To the best of our knowledge, this is the
first comprehensive compilation of the Floquet map of a
complex atom in the visible or in the infrared [28]. We
present this spectrum in some detail, given that the wave-
length and the species are of experimental interest, that the
precise location of each crossing is important for identifying
plateau resonances, and that its main features are generic.
Many of the states shift in complicated ways through a
plethora of avoided crossings, changing character as the in-
tensity increases. The assignment of resonances to field-free
states is therefore fraught with difficulties.

Channel-closing enhancements should have no counter-
part in the quasienergy spectrum, since they do not involve
excited states. However, we find that all the plateau enhance-
ments observed in the experimental ATI spectrum and in the
time-dependent calculations are associated with quasienergy
curve crossings, albeit loosely in some cases. Even at high
intensity, the widths of the relevant resonant dressed states
are not so large that the resonance structures are washed
away.

The calculation of the quasienergy spectrum is outlined in
Sec. II. The results are presented in Sec. III, and conclusions
are drawn in Sec. IV. The low-energy part of the ATI spec-
trum at intensities between 50 and 66 TW cm™2 is discussed
in the Appendix.

II. THEORY

As in Ref. [6], we describe the atom by the one-electron
model potential

W(r)=[1+Ae B + (17 -A)e " Ir (1)

in atomic units, where A=5.25, B=0.97, and C=3.7131 for
the series converging to the 3p° 2P§’,2 threshold, and A=7.3,
B=1.15, and C=4.5823 for the series converging to the
3p5 ZP?,Z threshold. Apart from the deeply bound 1s, 2s, 2p,
and 3s states, which have no counterpart among the valence
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states of the real atom, and the 4s state, for which there is a
2% difference, the energy levels of the model practically
coincide with the centroids of the experimental fine-structure
multiplets [29].

We assume that the field is linearly polarized in the z
direction and write the Hamiltonian as

2
H) = Hy+ i SA0) 2 + < a2, (2)
m Jz 2m

In this equation, H,, denotes the field-free Hamiltonian of the
model atom, A(r) the vector potential of the field, and m and
e the mass and the absolute charge of the electron. We set
A(t)=(Fy/ w) sin(wt). Within the dipole approximation, the
term proportional to A%(f) has no influence on the photoion-
ization dynamics and can be removed from H(z) by a simple
gauge transformation [30]. In the following, we use the
transformed Hamiltonian

H'()=Hy+ih iA(t)a%. 3)

Apart for an overall intensity-dependent shift of all levels by
~U,, where U,=€’Fy/(4mw?), H'(t) has the same quasien-
ergy spectrum as H(t) [23]. (U, is the ponderomotive energy,
i.e., the cycle-averaged energy of a free electron with zero
drift velocity oscillating in the field.) The energy of a con-
tinuum state lying just above the ionization threshold is equal
to U, when calculated using H(z). It therefore varies with the
intensity. By contrast, this energy is 0 when calculated using
H'(7), because of the general shift of all energy levels by
—U,. The position of the ionization threshold defined by
H'(7) thus remains the same at all intensities. The real part of
the quasienergy of the high Rydberg states also remains (al-
most) constant as a function of the intensity, while the
real part of the quasienergy of the ground state shifts down-
ward by approximately —U,,. The effective binding energy of
the ground state thus increases with intensity. However, the
difference in energy between any two dressed states is the
same whether one uses H(t) or H'(z). The drift kinetic energy
of a photoelectron detached by absorption of N photons from
a state with quasienergy € is simply Re e+N7iw if € is
calculated using H'(z).

To obtain the quasienergies, we seek solutions of the
Schrodinger equation of the form [30]

\If(r,t) :e—iez/hE e_int]:N(l'). (4)
N

The index N characterizes the net number of real or virtual
photons absorbed by the atom. Making this ansatz and equat-
ing the terms oscillating as the same power of exp(iw?) in the
Schrodinger equation yields the following system of coupled
time-independent equations:

(6+Nﬁw—H())fN: V+‘7:N—1+V—*7:N+l' (5)

The operators V, and V_ are defined by the equation
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e Jd . )
ih —A(f)— = Ve + V_el, (6)
m 0z

Equation (5) must be solved for the harmonic components
Fx(r) and the quasienergy e. For a solution to represent a
bound state dressed by the field and undergoing photoioniza-
tion, the harmonic components must be regular at the
nucleus and must behave at asymptotic distances as superpo-
sitions of outgoing waves in the open channels and damped
waves in the closed channels [31]; namely,

Fn(r) ~ EfMNr_WM e mrly, r— oo, (7)
M

with yy,=me?/ (4meyh’ky,) and
ky =[@2m/t%)(e+ M h w)]">. (8)

The branch of the square root function is chosen so that
Reky >0 for Ree+tMhw>0 and Imky,>0 for Ree
+M#%w<0. These Siegert boundary conditions make the
quasienergy complex: If E is the energy that € reduces to in
the zero-field limit, A the ac Stark shift of the state, and I its
photoionization width, then e=E+A—il"/2.

We calculate the quasienergies by expanding the har-
monic components on a discrete basis of spherical harmonics
and complex radial Sturmian functions [24-26]. The result-
ing eigenvalue problem for the quasienergy and the coeffi-
cients of the expansion is solved by Arnoldi iterations. Spu-
rious solutions arising from numerical inaccuracies and
solutions representing approximate continuum states rather
than the relevant decaying bound states are eliminated by
ignoring the quasienergies that are not stable with respect to
reasonable variations of the parameters of the Sturmian func-
tions. (The Sturmian basis is inadequate for representing
dressed continuum states.)

III. RESULTS AND DISCUSSION
A. Quasienergy spectrum

All our calculations have been carried out for a field of
800 nm wavelength (Zw=1.55 eV). The spectra for the two
core symmetries of the excited states (J=1/2 and 3/2) are
very similar. The only important difference is that the energy
levels with J=1/2 are about 0.18 eV higher with respect to
the ground state, which has the consequence that the Stark-
shift-induced resonances between the dressed ground state
and most dressed excited states occur at intensities weaker
by about 3 TW cm™2 for J=1/2 than for J=3/2. However,
with rare exceptions, the energy of the photoelectrons emit-
ted at these resonances is practically the same for both
symmetries.

The J=3/2 spectrum between 0 and 70 TW cm™ is dis-
played in Fig. 1. Each dot represents a calculated quasien-
ergy. To facilitate the discussion of the results, each value of
Re € is plotted shifted upward by an integral multiple of the
photon energy, Nhw, with N chosen such that 0=Re €
+N#Aiw="1 w. Re € being counted from the ionization thresh-
old, the vertical axis of the diagrams gives the energy of the
photoelectrons emitted in the zeroth ATI order. As the basis
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set used in the calculation is not suitable for resolving the
dressed Rydberg states accumulating between —0.25 and
0 eV, modulo fiw, no results are presented between Aw
—0.25 eV (1.30 eV) and Aw+0 eV (1.55 eV). Dressed excit-
edstates that do not interact with the dressed ground state
under the dipole selection rules are not shown, and neither
are the dressed 1s, 2s, 2p, and 3s states. Due to numerical
instabilities, some of the quasienergy curves could not be
followed below or above certain intensities, at which they
seem to start or end abruptly.

Being deeply bound, the dressed ground state shifts little
in the field, apart from the downward shift by —U, intro-
duced by the removal of the term proportional to Az(;) from
the Hamiltonian. The solid straight lines indicate where the
points corresponding to this state would lie if its Stark shift
was exactly —U,. Its actual trajectory (i.e., the trajectory of
the dressed 3p,,-, state of the one-electron model) is traced
by the alignments of points closely following the solid lines.
All the other quasienergies pertain to dressed excited states.
The atom must absorb at least 11 photons to ionize from the
ground state in weak fields. As the intensity increases, the ac
Stark shift of this state lowers its energy with respect to the
continuum limit, with the effect that it passes under the 12-
photon ionization threshold at 21 TW cm~2. (That is, 11-
photon ionization becomes impossible and 12 photons are
required to ionize the atom.) Likewise, the atom passes the
13-photon threshold at 47 TW cm™ and the 14-photon
threshold at 73 TW cm™2. Each crossing of an ionization
threshold is accompanied by a change in the parity of the
Rydberg states the ground state can couple to within the di-
pole selection rules, and therefore by a change in the set of
the dressed excited states the dressed ground states can in-
teract with. The dressed states relevant between the 12- and
the 13-photon thresholds are shown in Fig. 1(b), while those
relevant below the 12-photon threshold or between the 13-
and 14-photon thresholds are shown in Fig. 1(a). The divi-
sion ensures that the curve crossings visible in these
diagrams all correspond to Stark-shift-induced resonances
between the corresponding dressed states.

More information about the crossings involving the
dressed ground state is provided in Table I. Columns (a) and
(b) of the table give the intensity at which each of these
occurs and the corresponding photoelectron energy in the
zeroth-order ATI peak (i.e., the horizontal and vertical coor-
dinates of these crossings in the diagrams). Column (c) gives
the energy width of the resonant states, I, at their crossing. It
is worth noting that a width of 0.05 eV corresponds to an
ionization lifetime #/T" of about 13 fs. Even at large intensi-
ties, many dressed excited states have a width of the order of
0.05 eV or smaller at their crossing with the ground state. If
populated at the resonance, these states may therefore with-
stand several optical cycles before being photoionized. Their
lifetime may seem surprisingly long, given that all excited
states of argon may decay by over-the-barrier ionization at
the intensities considered. However, one should keep in mind
that over-the-barrier ionization is not efficient if the laser
period is shorter than the orbital period (because the electron
is then unlikely to have enough speed to leave before the
electric field reverts), which is the case for all the excited
states important here.
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FIG. 1. Real part of the quasienergies of Ar in a laser field of 800 nm wavelength vs intensity. The atom is described by the model
potential for the J=3/2 core. The solid straight lines represent the trajectory of the dressed ground state in the absence of any nonpondero-
motive shift. Left-hand side: dressed states interacting with the ground state below 21 TW cm™2 and above 47 TW cm™2; right-hand side:
dressed states interacting with the ground state between 21 and 47 TW cm™2.

For each crossing, the field-free state that the quasienergy
curve of the resonant state reduces to in the zero-field limit is
specified in column (d), when known. For convenience, we
use these limits as labels identifying the various dressed
states. It should be noted, however, that the dressed states
often have a different character at high intensity than in weak
fields. This can be seen by comparing columns (d) and (e) of
the table. The latter identifies the partial waves that dominate
the wave function of the resonant state at the crossing inten-
sity [32]. For example, the state developing adiabatically
from the 7g state has a predominantly s character at its cross-
ing with the ground state at 26 TW cm™: its wave function is
dominated by a partial wave with /=0, which accounts for
51% of its norm at that intensity, while its most important
partial wave with [=4 only contributes 32% of its norm. (We
count the photon numbers N with respect to the dominant

harmonic component of the dressed ground state. Therefore,
the values given in the table also indicate the order of the
resonances with the various dressed excited states.) The
states of largest angular momentum—the 6k, 7h, and 7i
states—keep their character up to high intensities. These ex-
cited states also have a particularly long lifetime and follow
straight-line, almost horizontal trajectories in Fig. 1. (The 7i
state is visible at 1.27 eV in the right-hand side of Fig. 1,
although its quasienergy curve is partly hidden by other ex-
cited states. The other two states can be seen at about 1.16
and 1.26 eV in the left-hand side of the figure.) Their
momentum-space distribution is sharply peaked at p=0,
which explains why they couple relatively little with the
field. Some other states simply swap character in avoided
crossings, e.g., the 9s and the 7g, the 8s and the 6g, the 7s
and the 5g, and the 8p and the 7f. Low excited states tend to
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TABLE I. Details of the crossings visible in Fig. 1 between the
dressed ground state and the dressed excited states (J=3/2 core).
(a) Crossing intensity in TW cm™2. (b) Photoelectron energy at the
resonance, within the range [0, # w], in €V. (c) Ionization width of
the resonant dressed state I' in eV. (d) Adiabatic zero-field limit of
the resonant dressed state. (e) Composition of the resonant state (the
photon index N and the orbital angular momentum quantum number
[ of the dominant partial waves, and their contributions to the norm
of the wave function, in %). (f) Same as (b), but for the crossing of
the same dressed excited state with the dressed ground state
between 73 and 99 TW cm™2.

(a) (b) (c) (d) (e) (f)

25.6 130 0.014 2 N=11, =2 (79%)

26.0 128 0032 7g  N=11,1=0 (51%) 1.9
N=11, I=4 (32%)

26.0 127 0016 95  N=11,1=4 (46%) 127
N=11, 1=0 (34%)

26.2 127 00001 7i  N=11,1=6 (69%) 1.6

27.0 121 0022 7d N=11,1=2 (76%) 123

27.5 118 0046 8  N=11,1=0 (55%) 121
N=11, =4 (23%)

27.6 118 0034  6g N=11,1=4 (45%) 1.17
N=11, 1=0 (24%)

29.2 1.08  0.041 6d  N=11,1=2 (68%) 1.1

30.0 1.04 0070 75  N=11,1=0 (73%)  1.09

30.7 1.00 0049  5¢  N=11,1=4 (37%)  0.99
N=10, =3 (14%)

33.0 086 0097 54 N=11,1=2 (51%)  0.89

34.3 078  0.140 65  N=11,1=0 (58%)  0.69

40.8 039 0231 2 N=11,1=0 29%)  0.50
N=11, [=2 (15%)

44.1 0.19 0360 4d N=10,1=1 (15%) 0.1
N=11, 1=0 (10%)

51.7 129 0029 9  N=12,1=3 (68%)

52.0 126 0005 7h  N=12,1=5 (53%)

522 125 0038  7f N=12,1=1 (64%)

53.2 119 0048 8  N=12,1=3 (58%)

53.8 116 0005 6k  N=12,1=5 (34%)
N=11, I=4 (15%)
N=13, =6 (11%)

54.1 1L14 0062  6f N=12,1=1 (56%)

55.8 1.04  0.086 2 N=12, =3 (40%)

57.1 096  0.134  7Tp  N=12,1=1 (33%)
N=11, =0 (11%)

59.6 081 0400 6p  N=11,1=0 (18%)
N=11, 1=2 (17%)
N=12, =1 (17%)

60.5 075 0203 5f N=12,1=3 (13%)
N=11, =2 (12%)

64.5 051 0321  4f  N=12,1=1 (25%)

N=10, I=1 (11%)
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lose their zero-field identity even at moderate intensities. For
example, the dressed 6p state has a mixed p and f character
at its first crossing with the ground states, at 8.6 TW cm™2,
and no clear character at its second crossing, at
59.6 TW cm™2. The dressed 4f state, which is dominated by
I=1 partial waves when it crosses the ground state at
64.5 TW cm™2, has already acquired a p character at the rela-
tively low intensity of 10 TW cm™.

The dressed ground state is much more stable than the
dressed excited states considered here. Its energy width is at
most 5.5X 107 eV below 70 TW cm2, corresponding to a
lifetime of at least 4500 optical cycles. Because of this dis-
crepancy in energy widths, one can expect that all the cross-
ings it undergoes are direct in the real part of the quasienergy
[22,23]. This is borne out by the absence in Fig. 1 of avoided
crossings involving the ground state. However, we cannot
exclude that some of the crossings are actually avoided
rather than direct, with an unresolved energy gap of the order
of 5 meV or less. Physically, there is little difference be-
tween these two cases, because the variation of the intensity
in a realistic laser pulse would be fast enough for the atom to
jump diabatically across any energy gap of that width. Given
the speed at which the ground state shifts with respect to the
excited states, the two dressed states involved would then
interchange character within a negligibly small region of in-
tensity. Whether their crossing is avoided or not, the two
states may influence each other over the whole range of in-
tensity where they overlap in energy, with the dressed ground
state acquiring some of the character of the resonant state
and conversely. The resonances may thus affect ionization
from the ground state without transfer of population to the
dressed resonant state [33].

The changes in the wave function of the dressed ground
state between 54 and 70 TW cm™ are illustrated by Fig. 2.
The resonant states are dominated by their N=12 harmonic
component in this range of intensity, with the exception of
the dressed 6p state. Correspondingly, certain partial waves
of the N=12 harmonic component of the dressed ground
state are enhanced as it shifts through the width of the reso-
nant states. Note, in particular, the large increase of the f
wave around 60 TW cm™ and of the p wave around
64 TW cm™2. These increases are concomitant with the
crossings, respectively, of the dressed 5f state (which has a
dominant f character) and of the dressed 4f state (which has
a dominant p character). The width of the ground state and
the shift of the resonant states being both negligible, the
intensity width of each enhancement reflects the energy
width of the resonant state. Since ionization from the dressed
ground state may be enhanced in the whole range of intensity
where its quasienergy falls within the width of the resonant
state, the width of the corresponding resonance peak in the
ATT spectrum will be equal to the ionization width of the
dressed excited state, even without transfer of population to
the latter.

B. Resonances in the ATI energy spectra

We now examine the ATI energy spectra obtained
at 800 nm by Nandor et al. [6]. The pulses used in their
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FIG. 2. (Color online) Contribution of the /=1 (closed circles), 3
(open circles), and 5 (crosses) partial waves of the N=12 harmonic
component of the dressed ground state to the norm of its wave
function, in %. The range of intensity considered covers the last six
entries of Table I.

experiment had a duration of 120 fs. Their calculations were
done for 45-cycle flat-top pulses smoothly turned on over an
half optical cycle. An ATI spectrum was calculated for a
number of such pulses. These results were then averaged
over the spatial and temporal distributions of intensity of the
experimental pulses and over the two core symmetries of the
excited states, so as to yield theoretical spectra that could be
compared to the data. We concentrate here on the theoretical
spectra, as they reproduce all the features of the experimental
spectra but have a higher resolution. The photoelectron yield
is shown in Figs. 3-5 below, for three different pulse peak
intensities and for five consecutive ATI orders belonging to
the plateau part of the spectrum. For each order, the yield is
plotted as a function of the reduced energy, E,=E,~Sh o,
where E, is the photoelectron energy and S is the number of
excess photons (S=1 in the first order, 2 in the second order,
etc.) Photoelectron energies differing by integral multiples of
hw all correspond to the same value of E,, and E, varies
between 0 and fw.

The agreement between calculated and measured spectra
shows that the plateau resonances can be understood from
the response of the atom to a stationary field. It is therefore
meaningful to compare the results of Figs. 3-5 to the
quasienergy spectrum of Fig. 1. However, since most of the
relevant resonances overlap to some extent, the structures
they induce in the yield may vary from ATI order to ATI
order and may be more complex than simple Lorentzian
peaks. The profile of the resonances may also be affected by
the finite resolution of the calculation and by the averaging
over the distribution of intensity. In some cases, it may also
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FIG. 3. (Color online) Theoretical ATI energy spectrum for an
experimental 800 nm pulse of 44.5 TW cm™2 peak intensity, as cal-
culated by numerically integrating the time-dependent Schrodinger
equation [6]. Solid curves, from top to bottom: yield in the 12th,
13th, 14th, 15th, and 16th ATI orders. For clarity, each curve has
been shifted vertically by an arbitrary amount. The horizontal axis
is the photoelectron energy reduced to the interval [0, 7 w]. Adapted
from Ref. [35], with permission.

be slightly broadened by the difference in energy between
the two core symmetries.

Transfer of population between dressed states is possible
when the intensity varies [34]. We expect that the fast turnon
of the flat-top pulses used in the calculations of Ref. [6] left
the atom in a superposition of the dressed ground state
(mainly) and of the neighboring resonant states (to a small
extent). A resonance structure in the ATI spectrum may thus
originate primarily from ionization from one or several of
these dressed excited states. Alternatively, if there was little
or no transfer, it may originate primarily from ionization
from the dressed ground state. The Floquet map alone does
not offer much information about which of these two mecha-
nisms might predominate. However, it is likely that both pro-
duce similar resonance structures, since, as we have seen at
the end of last section, dressed states imprint their “image” in
the dressed ground state.

1. Low intensities

Let us first consider ionization in a pulse with a peak
intensity of 44.5 TW cm™ (Fig. 3). This field is strong
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FIG. 4. (Color online) As in Fig. 3. Here, the peak intensity of
the pulse is 66.1 TW cm™2. The dashed curve shows the yield in the
first ATI order (not to scale) [6].

enough that the ground state may be in resonance with the
dressed excited states shown in the right-hand side of Fig. 1.
(The states shown in the left-hand side can be ignored here
as emission in the 12th and higher ATI orders is negligible
below 21 TW cm™2.) The details of the relevant crossings are
provided in the top half of Table I.

The two most prominent features of the low-order ATI
spectrum in such relatively weak pulses are a narrow peak at
E.=1¢eV and a broad enhancement covering much of the
region below 0.7 eV [8,13]. (Here and in the following, all
energies refer to reduced energies E,. The structures men-
tioned are visible in several ATI orders.) The analysis of the
time-dependent wave function shows that the narrow peak
originates from a resonance with the 5g state [8,13]. The
same conclusion can be drawn from the quasienergy spec-
trum, as the maximum is centered at the energy expected for
electrons detached at the crossing of the dressed ground state
with the dressed 5g state. This peak is repeated at the same
position in all ATI orders but is less prominent in the high-
energy part of the spectrum. It is still well marked in the 12th
order and it gradually disappears in the higher orders. The
time-dependent calculations indicate that recollisional ATT is
unlikely for the 5g state at the intensities involved [8]. This
peak is best seen as a simple case of high-order, resonantly
enhanced multiphoton absorption, similar in mechanism to
the familiar resonance enhancements of low-order ATI.
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FIG. 5. (Color online) As in Fig. 3. Here, the peak intensity of
the pulse is 94.2 TW cm™.

More resonance structures are visible above E,=1 eV,
particularly in S=12 and 13. (The higher ATT orders fall well
beyond the cutoff of the energy distribution.) Most of these
structures can be referred to particular curve crossings, using
the data provided in Table I. Like the 5g peak, they probably
arise from nonrecollisional multiphoton absorption.

The broad enhancement below E,=0.7 eV in the low-
order spectrum has been assigned to a double resonance with
the 4p and 4d states accompanied by nonresonant ionization
[13,36]. It certainly occurs in a region of intensity where the
ground state interacts with two broad, overlapping dressed
excited states (Fig. 1, Table I). One, of unknown origin
crosses the dressed ground state at 0.39 eV in the J=3/2
spectrum and at 0.47 eV in the J=1/2 spectrum. The other
originates from the 4d state and crosses at, respectively, 0.19
and 0.29 eV. These two states participate in a sequence of
avoided crossings with large energy gaps, which might fur-
ther complicate the ground state’s ionization dynamics. Like
the first few ATI orders, the plateau part of the spectrum is
also marked by a conspicuous resonance peak in this range
of reduced energies. For S=12, the maximum of this peak
coincides within 0.01 eV with the reduced energy expected
for electrons detached at the crossing with the state of un-
known origin mentioned above. The width of this peak is
also consistent with the ionization width of this state. The
maximum shifts to smaller energies for S>> 12 but remains
within a range consistent with an enhancement primarily due
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to this dressed state. Given the width of this peak, the
dressed 4d state and nonresonant ionization might also con-
tribute. Resonance with the 4d state seems to modulate the
low-energy wing of this peak, around and below 0.2 eV, by a
broad enhancement for S=15 and 16 and by a crest-and-
trough Fano profile for S=13 and 14. There is clear evidence
for nonresonant ionization in the spectrum of the photoelec-
trons ejected at 90° from the polarization direction [12].
However, the importance of nonresonant ionization in the
direction of polarization is difficult to ascertain.

2. Middle intensities

The ATI spectrum at a peak intensity of 66.1 TW cm™2 is
presented in Fig. 4, for the same ATI orders as in Fig. 3 and
also for S=1 (the dashed curve). Ionization is sufficiently
stronger above 50 TW cm™ that the resonance enhance-
ments occurring at lower intensities are almost completely
masked by new enhancements occurring between 50 and
66 TW cm~2. The former only manifest by the barely visible
shoulders at E.=~0.35 eV, which for §=12 are the remnants
of the large peaks so conspicuous in Fig. 3 [37]. The atom
needs to absorb at least 13 photons to lose an electron from
the ground state, here, and the relevant dressed states
are now those represented in the left-hand side of Fig. 1.
The details of the crossings are given in the bottom half of
Table I.

While the low-order spectrum exhibits a number of nar-
row resonances up to close to E,=% w, the high-order spec-
trum is dominated by a large enhancement, between 0.4 and
0.8 eV, and by a few smaller peaks between 0.8 and 1.3 eV.
The large enhancement has its maximum a little below
0.7 eV in §=12, which is not inconsistent with a resonance
with the dressed 5f state. However, the maximum occurs at
lower energies in higher ATI orders and tends towards the
position of the crossing with the dressed 4f state. By con-
trast, the resonances with the dressed 4f and 5f states are
both individually visible in the first ATT order. This double
peak for S=1 evolves continuously into a single peak in
higher ATT orders, as can be seen from the full ATI spectra of
Ref. [6]. We therefore believe that these enhancements origi-
nate from these two Stark-shift-induced resonances, in the
low orders as well as in the high orders. Its significant drift
between the 12th and the 16th orders may seem difficult to
reconcile with a picture of ionization from dressed excited
states populated during the turnon of the pulse. However, the
electrons contributing to this enhancement are almost cer-
tainly emitted from the dressed ground state, not from
dressed excited states. Indeed, Muller and Kooiman [7],
when looking at the quasistationary state producing the pla-
teau electrons at intensities between the 4f and the 5f reso-
nances, noted that this state was decreasing, due to ioniza-
tion, by three parts in 10* at each optical cycle in the flat part
of the trapezoidal pulses used in their calculations. This de-
crease matches that of the dressed ground state and is four
orders of magnitude slower than that of the two resonant
states. We have seen above that the dressed ground state is
perturbed by the influence of the dressed 4f and 5f states
between the crossings as well as at the crossings. From this,
we surmise that the emission of plateau electrons can be
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resonantly enhanced even at energies differing somewhat
from those of the crossings. However, the recolliding wave
packets must also interfere constructively (with themselves
and with the rest of the wave function) for this to happen [8].
The interference is likely to limit the intervals of intensities
(hence, of photoelectron energies) over which strong emis-
sion takes place. As these intervals can be expected to be
slightly different in different ATI orders, there is no contra-
diction between the possibility of resonantly enhanced ion-
ization and the change in the position of the “4f-5f" peak.
The importance of population transfer to the resonant
dressed states depends on the pulse shape. It may be larger
for pulses used in actual experiments than for the flat-top
pulses used in the calculations. Nevertheless, given the ex-
cellent agreement between the calculated and the measured
spectra, we believe that population transfer does not play a
significant role for this particular plateau resonance in the
experiments of Nandor e al. [6].

The requirement of a constructive interference might also
make a same Stark shift induced resonances enhancing ion-
ization in certain ATI orders but not in others. An example of
such selective enhancements is found in Fig. 4. The two
peaks around 1.05 and 1.21 eV in the 12th and 13th orders
are consistent with resonances with a dressed state of un-
known origin, which crosses the ground state at 1.04 eV, and
with the dressed 8p state, which crosses at 1.19 eV. How-
ever, these two peaks decrease in importance for §> 12, at
the same time as two new ones grow at 0.96 and 1.14 eV.
Only the latter two show up in the 16th order. (We tentatively
identify these as resonances with the dressed 7p and 6f
states, since their positions coincide with the corresponding
crossing energies. As is noted in the Appendix, where the S
=1 spectrum is examined, three of these four crossings are
also clearly manifest in the low-order spectrum.)

3. High intensities

Part of the ATI plateau at 94.2 TW cm™~2 peak intensity is
shown in Fig. 5. The electrons detached between 60 and
70 TW cm™ are responsible for much of the large enhance-
ment below E =0.85eV. Far more are detached above
70 TW cm~2 than below 60 TW cm™2, with the result that all
the peaks above E,=0.85 eV are new resonances. Apart from
the exception mentioned below, the relevant dressed states
are the same as in the case of Fig. 3. We have calculated the
quasienergy of the states shown in the right-hand side of Fig.
1 beyond 70 TW cm™, up to their next crossing with the
dressed ground state. The photoelectron energy at each high-
intensity crossing is given in column (f) of Table I. The
crossing intensities are higher by about 52 TW cm™2 than
those specified in column (a) of this table.

Comparing the spectra at intensities intermediate between
those of Fig. 4 and Fig. 5 shows that the faint resonance
profile visible below 0.2 eV in the latter is due to ionization
between 70 and 73 TW cm™2 (for J=3/2). The ground
state is within the width of a broad excited state at these
intensities. Although they do not cross each other, the prox-
imity of this resonance makes it likely that it influences ion-
ization from the ground state and produces a structure in the
high-order spectrum.
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The two new significant enhancements below 1 eV seem
to be straightforward Stark-shift-induced resonances. One,
peaking at 0.70 eV, is superimposed on the 4f-5f peak com-
ing from ionization at middle intensities; the other peaks at
0.95 eV. These two new resonance change little in position
between S=12 and 16. In view of their position, they can be
ascribed, respectively, to the dressed 6s state and to a state of
unknown origin which crosses the ground state at 0.96 eV.
(This state appears at 30 TW cm™2, in the right-hand side of
Fig. 1, at too high an intensity to cross the ground state
below 70 TW cm™2. It is not mentioned in Table I.) Surpris-
ingly perhaps, the dressed excited state that produces the
large peak at E,~0.4 eV in Fig. 3 does not give rise to any
enhancement in Fig. 5.

The spectrum is more complex above 1 eV. This region
corresponds to intensities where the ground state crosses a
number of overlapping dressed excited states. The spectrum
changes significantly between S=12 and 16, with some of
the peaks shifting appreciably and new maxima developing
between them. These structures are difficult to assign to reso-
nances with particular dressed states in the absence of any
other information than their position. As in the case of the
4f-5f resonance at lower intensities, it is possible that sev-
eral resonant states are capable of enhancing the emission of
hot electrons in this region.

It is striking, if we compare Figs. 3-5, that the leftmost
major enhancement occurs at higher and higher reduced en-
ergies as the intensity increases. This implies that the lowest
resonant dressed excited states responsible for the emission
of hot electrons are higher and higher in the quasienergy
spectrum. This shift possibly originates in the growing am-
plitude of the quiver motion of the electron, which enables
electrons initially more and more distant to recollide with the
core. The recollision may involve electrons initially in a
dressed excited state; however, this does not need to be the
case since resonant states mix with the dressed ground state
over the whole interval of intensity where they overlap in
energy.

IV. CONCLUSIONS

In conclusion, we have calculated the quasienergy spec-
trum of argon submitted to an intense 800 nm laser field and
have related the plateau resonances to the Stark-shift-induced
resonances predicted by this calculation.

The quasienergy spectrum is complex, and a simple pic-
ture of states shifting linearly as the intensity increases is
incorrect for most of the excited states of interest. Many of
them have multiple avoided crossings with each other and
only a few can be identified with field-free excited states up
to high intensity. However, the ionization width of many of
the important dressed excited states is narrow enough to ex-
plain the sharp enhancements of high-order ATI observed for
pulses of long duration.

Our results support the interpretation of these enhance-
ments as arising from Stark-shift-induced resonances. They
occur at intensities where resonant excited states mix with
the ground state in the dressed-ground-state wave function.
Often, but not always, they coincide with a crossing between
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the corresponding quasienergy curves. We have found no
evidence for enhancements that are not concomitant with
a perturbation of the dressed ground state by one or several
dressed excited states. Such enhancements would likely be
channel-closing enhancements rather than Stark-shift-
induced resonances.

In many cases, a same resonant state seems responsible
for an enhancement of ATT in the low orders as well as in the
high orders. Because of the mixing, ionization from the
ground state can be resonantly enhanced without population
present in a dressed excited state. In particular, there is
strong evidence that the most intense plateau enhancement
below 70 TW cm™2, the 4f-5f peak, arises from ionization
from the dressed ground state, not from ionization from a
dressed excited state.

Below 40 TW cm™2, there seems to be little difference
between resonances in the low ATI orders and resonances in
the high ATI orders, apart from the magnitude of the en-
hancement. At these relatively low intensities, emission of
hot electrons can be ascribed to nonrecollisional multiphoton
absorption. Recollision is clearly important at higher intensi-
ties [7,8], and it seems that Stark-shift-induced resonances
often create conditions favorable for this process. Overlap-
ping resonances with similar potential for recollision are
likely to interfere with each other, which may explain why
there is no one-to-one correspondence between plateau en-
hancements and quasienergy curve crossings in certain re-
gions of intensity where the ground state sweeps through
multiple resonances. However, we still find sharp enhance-
ments associated with single, identifiable dressed excited
states well above 80 TW cm™. Some of the resonant dressed
states of interest are short lived at the relevant intensities—
for example, the dressed 4f and 5f states both have a lifetime
of less than two optical cycles between 60 and 65 TW cm™2.
Nonetheless, they affect the dressed ground state, as shown
by Fig. 2.

The analyses in Refs. [7,8,10] of the time-dependent wave
function reveals that at high intensity a remarkable bunching
of wave packets starts when part of the electronic density is
trapped in the Coulomb tail of the atomic potential, at about
3 a.u. from the nucleus. Furthermore, at intensities at which
the emission in the high ATI orders is particularly intense,
the wave function has maxima close to the nucleus, with
near-zero drift velocity, which produce bursts of high-energy
electrons upon backscattering on the nucleus. (For this to
happen, the resonant state should also be relatively low in the
spectrum and, at least at the intensities considered here,
should have an orbital angular momentum not larger than
3—see Table 1.) As will be reported elsewhere, this increase
of electronic density close to the nucleus also manifests in
the Floquet wave function, particularly in the partial wave of
lowest [ value of the harmonic component corresponding to
the order of the highest ATT peak in the plateau: The mean
radius of this partial wave shrinks to values below 1 a.u.. and
passes through a broad minimum at the intensities where the
emission of high-energy electrons has been observed [6]. The
part of the electronic wave packet described by this partial
wave is thus located close to the nucleus, where it can absorb
many photons from the laser field.
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APPENDIX: RESONANCES IN LOW ATI ORDERS

In this appendix, we identify the Stark-shift-induced reso-
nances manifesting in the low ATI orders at 66.1 TW cm™>
peak intensity. The photoelectron spectrum is represented by
a dashed curve in Fig. 4.

In view of their position, and in agreement with the wave-
function analysis [8], we interpret the tall peaks at 1.16 and
1.26 eV as due to electrons ionized at resonance with, re-
spectively, the dressed 64 and the dressed 7h states. Since
the ionization widths of the 4 series are much smaller than
the widths of the corresponding ATI peaks, it is likely that
neighboring resonances with the dressed 6f and 7f states
also contribute to these peaks. We identify the small peak at
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1.20 eV to the dressed 8p state, since it occurs at an energy
almost exactly equal to that expected for this resonance. The
doublet with subpeaks at 1.00 and 1.05 eV can be associated
with the two crossings at 0.96 and 1.04 eV, respectively with
a state of unknown zero-field limit but clear f character at the
resonance, and with the dressed 7p state. The crossing with
the dressed 6p state does not seem to induce any structure in
the low-energy spectrum. The broad peak centered at
0.50 eV develops on a background originating from ioniza-
tion below 45 TW cm™2. This peak and the one centered at
0.76 eV have the energies and the widths expected for reso-
nances with, respectively, the dressed 4f state (which has a p
character at the resonance) and the dressed 5f state (which
has f character at the resonance). The character of these reso-
nant states is echoed by the larger importance at the corre-
sponding crossings of the p and f partial waves of the n
=12 harmonic component of the dressed ground state (Fig.
2). It is also consistent with the time-dependent wave func-
tion of Refs. [8,13] having an off-axis component of p sym-
metry in the high-intensity wing of this double hump and of
f symmetry in the low-intensity wing.
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