(\ghh (\%()((, l)\i)/\ 3 (U

UCRL-JC-114310
PREPRINT

k Calculations of Population Transfer During
Intense Laser Pulses

Kenneth J. Schafer and Kenneth C. Kulander

HQCEIV’L",M;
OCT 14 1993
OSTI

This paper was prepared for submittal to the proceedings of the
Sixth International Conference on Multiphoton Processes
June 25-30, 1993
Quebec City, Canada

August 1993

‘Ti.isisa preprint of apaper intended for publication inajournal or proceedings. Since
changes may be made before publication, this preprint is made available with the
understanding that it will not be cited or reproduced without the permission of the
author.

OIS TRIBUTION OF THIG DOCUMENT IS UNLIMITED




Disclaimer

This document was prepared as an account of work sponsored by an agency
of the United States Government, Neither the United States Government
nor the University of California nor any of their employees, makes any
warranty, express or Iimplied, or assumes any legal Illability or
responsibility for the accuracy, completeness, or usefulness of any
information, apparatus, product, or process disclosed, or represents that
its use would not Infringe privately owned rights. Reference herein to any
specific commercial products, process, or service by trade name, trademark,
manufacturer, or otherwise, does not necessarily constitute or imply Its
endorsement, recommendation, or favoring by the United States
Government or the University of California. The views and opinions of
authors expressed herein do not necessarily state or reflect those of the
United States Government or the University of California, and shall net be
used for advertising or product endorsement purposes.




CALCULATIONS OF POPULATION TRANSFER
DURING INTENSE LASER PULSES

KENNETH J. SCHAFER and KENNETH C. KULANDER
Physics Department, Lawrence Livermore National Laboratory
Livermore, CA 94551 USA

1. Introduction

Recent experiments by several groups have examined the question of population
transfer to resonantly excited states during intense short laser pulses, in particular the
amount of population that remains “trapped” in excited states at the end of a laser pulse.1-5
In this chapter we present calculations of population transfer and resonant ionization in
xenon at both 660 and 620 nm. At the longer wavelength, the seven photon channel closes
at 2.5x1013 W/cm2, Pulses with peak intensities higher than this result in “Rydberg
trapping”, the resonant transfer of population to a broad range of high-lying states. The
amount of population transferred depends on both the peak intensity and pulse duration. At
620 nm there are numerous possible six photon resonances to states with p or f angular
momentum. We have done a large number of calculations for 40 fs pulses at different peak
intensities and have examined the population transferred to these low-lying resonant states
as a function of the peak laser intensity. We do not have room to comment upon the
resonantly enhanced ionized electron energy spectra that we also determine in the same
calculations.

Our calculations involve the direct numerical integration of the time-dependent
Schrodinger equation for an atom interacting with a strong laser field.6 The time-dependent
wave function of a given valence electron is calculated on a spatial grid using a one-electron
pseudo potential. This single active electron approximation (SAE)7 has been shown to be a
good approximation for the rare gases at the intensities and wavelengths that we will
consider.8 The SAE potential we use has an explicit angular momentum dependence which
allows us to reproduce all of the excited state energies for xenon quite well. Xenon has two
possible spin-orbit configurations when a single electron is excited, corresponding to a total
angular momentum of J=3/2 or J=1/2. We will concentrate on the J=3/2 channel in what
follows since its ionization potential, 12.15 eV, is 1.3 eV lower than that of the J=1/2
channel.

The pulses that we use have an intensity envelope given by cos2[7tt/21:p], Tp being
the full width at half maximum (FWHM). This pulse is very close to a Gaussian pulse of
the same FWHM, differing only for intensities far from the peak. It has the advantage of
being finite in duration (-tp < t < 1p), which allows for a precise determination of the final
state populations and ionization probabilities. We have compared it to the analogous
Gaussian pulses for several cases and have found it to be an excellent approximation. M ASTE R
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2. Rydberg Trapping

We first examine several pulses at a wavelength of 660 nm (1.88 eV). At this
wavelength the ponderomotive shift (/4@ 2 in atomic units) of the ionization limit brings
the top of the Rydberg series into resonance at Ies = 2.50 1013 W/cm?2. This seven photon
“channel closing” can bring many closely spaced Rydberg states into resonance each for a
short time during a pulse that has a peak intensity that exceeds /r¢s. At the end of a pulse
we project the final state wave function onto bound states of our xenon potential to
determine the amount of probability “trapped” in excited states. This population, which is
transferred resonantly during the pulse, assumedly does not have sufficient time to ionize
out of the excited states. This is quite plausible given the long lifetimes of the high-lying,
high £ states that can be accessed by seven photons from the Sp ground state. We can also
think of this, loosely speaking, as the creation of a “Rydberg wave packet” which spends
much of the time during the pulse at distances from the nucleus that are too great to allow
for efficient ionization.9-11 The ionized population can be defined as one minus the sum of
the ground state population and the trapped population.
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Fig. 1 The trapped/ionized ratio for 50 (filled circles), 100 (open squares) and 200 (open circles) fs
FWHM pulses at a wavelength of 620 nm.

Figure 1 shows the ratio of “trapped” to ionized population for several peak
intensities and three pulse widths. This ratio is close to zero for peak intensities (Ipeat) less
than /e, as expected. For Ipegi > Ires the ratio grows, and can be as much as one half. The
trapped population is found mostly in states with £ > 4 and quantum numbers n > 7.




Longer pulse widths result in more excitation and ionization, but a lower overall
trapped/ionized ratio. Eventually, as the peak intensity is raised and the channel closing
occurs earlier in the pulse, the ratio decreases since most of the ionization then occurs non-
resonantly. The detailed shape of the curve for each pulse width is quite complicated,
though the maximum in the ratio scales roughly as tp-2. This is quite plausible since both
the amount of excitation during the pulse as well as the ionization from the resonantly
populated Rydberg states scale as ~ Tp (i.€., the trapping probability is proportional to 'tp’l).
The structure in the curves may be indicative of interference between resonant excitation on
the rising and falling branches of the pulse, a subject we will return to in the next section.

3. Single State Trapping

Population can also be transferred resonantly to a single low-lying, relatively
isolated excited state during an intense pulse.l We have studied this process for 620 nm (2
eV) photons in detail using 40 fs pulses, a pulse width somewhat shorter than the
experiments of de Boor! but within current experimental capabilities. A total of 40 pulses
with peak intensities between 0.5 and 6.0 1013 W/cm2 were calculated.

At a wavelength of 620 nm, xenon has several six photon resonances in the range
of ~ 1-3 1013 W/cm2. These include the 6f, 5f and 4f states at I¢5 = 0.8, 1.1 and 2.0 1013
W/cm? respectively and the 8p at 1.4 1013 W/cm2, assuming that these states shift
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Fig. 2 The population remaining in several bound states at the end of a 40 fs pulse for 620 nm. Also
shown is the towal amount of ionization (open circles). -




ponderomotively. Other, lower lying states such as the 7p and 6s (five photons) come into
resonance at higher intensities and are not expected to have an ac Stark shift equal to the
ponderomotive shift. Fig. 2 shows the population remaining in each of these states at the
end of the pulse as a function of the peak intensity. Also shown is the total ionization
probability. The curves all show a similar shape, with the exception of the 6s which we will
comment on below. When Ipegi < Ires little population can be excited to the resonant state.
At Ipeak ~ Ires the probability to remain in the resonant state peaks, and for Ipeqx > Ires the
probability is smaller and shows oscillations with respect to Ipeqk. This is shown in more
detail for the 4f resonance in Fig. 3.
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Fig. 3 Population in the 4f state at the end of a 40 fs pulse (the heavy line is a spline fit to the
calculated points). The lighter curve is a two state RWA calculation.

We can use a simple two state model in the rotating wave approximation (RWA) to
explain the main features of Fig. 3.12 Consider a state that comes into resonance with the
ground state during a pulse that peaks at Ipeqk. The two states are connected by an effective
six photon Rabi frequency. The detuning from resonance is simply the zero field detuning
minus the ac Stark shift, which is proportional to the intensity if the upper state is assumed
to shift ponderomotively. For Ipeqk < Ires the detuning is always positive and very little
populatlon is transferred and hence little remains after the pulse. For Ipeak = Ires the
detuning is close to zero for a time proportional to T,2 leading to a relatively large
population transfer and, even allowing for ionization, population remains after the pulse.
For Ipeak > Ires the detuning is close to zero twice during the pulse for a time proportional
to ~ Tp. If the accumulated phase between the two resonant times is an odd multiple of pi,



for instance, then destructive interference occurs and the upper state population is zero, in
the absence of ionization. Of course there is loss from the upper state in the form of one
photon ionization, which is also proportional to the intensity in lowest order. This leads to
less than perfect cancellation between the two resonant amplitudes and so the minima in
Fig. 3 are not equal to zero. It is interesting to note that we observe oscillations in the upper
state population as a function of Ipeqx €ven though the population in the upper state is
always small compared to the lower state. This is because the oscillations come from the
interference between the two small amplitudes excited at the two resonant times. Although
the two state model gives a qualitative explanation of the oscillations, the RWA result
shown in Fig. 3, calculated for a reasonable set of parameters, is deficient in several
respects, indicating that the full calculation includes features not captured in the simple two
state RWA.

Oscillations in the remaining population are only visible when the lifetime of the
upper state is as long or longer than the pulse width. In Fig. 3 this is visible in the damping
out of the oscillations at higher peak intensities. In Fig. 2, the 6s state, which comes into
resonance at high intensity and which has a short lifetime owing to its low angular
momentum, shows no oscillations. This effect can be illustrated directly by comparing 40
and 100 fs pulses. As shown in Fig. 4, the longer pulse leads to more ionization and much
less trapping, as expected since the lifetime of the 4f state is expected to be shorter than 100
fs at a few times 1013 W/cm2, The remaining population shows no oscillations for the
longer pulse and continues to rise for Ipegr > Ires. Again, this behavior is qualitatively
reproduced by the two state RWA.

10! ™ T T T
T W :
> 10
=
ﬁ - —]
0
e
: 10-5_ /f/A )
1077 L | | | L
1013

Peak Intensity (W/cmz)

Fig. 4 Ionization (squares) and 4f population (circles) for 100 (filled) and 40 (open) fs pulses.
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