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The quantum-mechanical method developed earlier is applied to the four-photon reso-
nant ionization of Cs. Comparisons of the present calculations with the experiments by
Held et al. are given, and good agreement with the experiments is obtained. The appli-
cation of the present theoretical method to the six-photon ionization of hydrogen is indi-
cated.

Recently Held ef al.' published experimental results on the four-photon ionization of Cs by light of
frequency near that required to produce three-photon excitation of the 6f state. They found very rapid
variation of the transition probability with frequency and with incident intensity. This Letter describes
briefly a theoretical calculation which reproduces the experimental results on the two sides of the
resonance and at exact resonance. The calculation very near resonance is numerically complicated
and is being carried out. The main features are, however, already clear,

The method developed earlier®?® is used straightforwardly. The electron propagator in the presence
of the incident radiation field, including forward scattering processes, can be written in the notation
of I and II as
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The tilde denotes the renormalized quantity; IZ, (- Q) is the resonant part of H,, .(= ), the nonresonant
part being incorporated in the shifted energy E,. Use of this propagator leads to the four-photon ion-
ization amplitude in the form
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The factor E +w+ Q+ H,l ,,1( Q- w) is the energy denominator coming from the state after absorption
of three photons and when 17%,) = I6f) is particularly important. This term is therefore separated out:

Cozes()=A(E, )+ B(E, 1). ‘)

B contains all contributions other than the resonant one:

A(E, t)= (A/2m')f_:d9 et {(E+ Q)(Ess+ 4w+ Q)[Esf+ w+t Q""ﬁsf.ef(_ Q-w)}, (4)
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The quantity I?Bf_ef is obtained principally from the forward scattering process in which three photons
are emitted leading to 6s and then three photons are absorbed:

ﬁsf.ﬁf(_ Q)=_£2/(E65+3w+9)7 gZOCIS. (8)
The shifted energy g, can be written
Egp=Eof' +ivep 9
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where vy, is positive and comes from the imaginary part of the single forward scattering process 16f)
+w—|E)~Bf)+w. It is proportional to I=Nw/V, the laser intensity.
In units with Z=c =1, and measuring / in cm ™ (1 W/ecm?=1,058 x10*® cm "*%), the desired quantities

are*

Yer ™ ezﬂl[p(E)KE|’7l6f>12]E=Esf+wz 0.35x107%] cm™, (10)
(6f| e? 1n){n,le?n,)(n,ler|6s) |? . .
2=I3 2 2 3 3 zlo 6913 cm 2 (11)
¢ ":L-—;ns (Egy—w— E,,z)(EGf -2w-E,) ’
Eoo— Egg=Hgops' == (2.77X10722[+1.33 107472+ 8,2% 10"/ %) cm ™, (12)
Eo' = Egp=Hgpgp' = (0.72x107%2[+1.62X107*72+1,3 X10"721%) cm ™Y, (13)
(14)

B=B/A~0.021 cm.

The quantities A and B are

A(E, t)= z-z—:flf——f;—t-:}n——z 1 —exp(- izt — %'yeft)[cos%t- +<g£;+lﬁ£> sin%é] g, (15)
B(E, t)=[Be Bt J(E - Eg o+ 4w)Hexp[ - i(Eq + 4w - E)t]- 1}, (16)
where

z2=3[(E-Ey' - w)+ (E - Egy— 4w)], (1
N2= 01+ in,)% = (A = dye)* + 4E%, (18)
A=Ey - Eg -30, (19)
02= 582+ (ygy — 26 )2 E[A% + (g, + 26212+ A2 o 2+ 457, (20)

(21)

7)22:7712 - A2+76f2 - 42,

The transition probability is found by squaring the amplitude, summing over final states, and aver-
aging over the interaction time, which is the time spent by the atom in the focal volume. The velocity
is distributed according to v times a Maxwellian speed distribution. Finally the result is averaged

over the laser frequency width y,. Thus

P(t)= [dEp(E)|Cg 513, (22)
(P(w))=2M2(RT)? fo “dv v P(1/v) exp(- Mv*/2kT), (23)
(24)

P(a, 1)=y,/2) [ dx(P(w+x))/ (6 + 3y,?).
Off resonance the exponentially damped term in (11) can be neglected. Then
P(a, 1) = [414%(0)/ys KA + 36 (2+V2) P+ 3 80yem — 23 + 2V2)]}, (25)
with 7= (7MI2/8kT)"2. At resonance, A=0, (16) can be neglected, and (24) may be approximated by

P(0, I) =A% (0)7 /4y, (26)

In a log-log plot of P(A, I) for fixed A, the slope is given by

K=081logP(A, I)/5 logl. 27)

Let the effective interaction length 7~0.5X107® cm, T=1200°K, and I=1,4x10° W cm "2, then 7~10"2
sec. We find (25) has a minimum at A= -28 cm~'. Remembering A «<I? and Yes < I, we find the values
of K=8, 5.5, and 3.2 at A=-28, -60, and 30 cm~!, respectively. The ratio of the minimum to the
maximum calculated from (25) and (26) is found to be about 4 x107%, All these quantitative results are
in satisfactory agreement with experiments.' The functions P(A, I') and K are plotted in Figs. 1 and 2.

There are some features of the calculation just sketched of special interest. The intensity depen-
dence is not a simple fourth-power law as it would be far from resonance because the intensity enters

1284



VoLuME 30, NUMBER 26

PHYSICAL REVIEW LETTERS

25 Jung 1973

10° B (n,1)(sec™")

A Experiment

Calculation

12 8 4 0O -4 -8 -12 -16 -20 A/3

FIG. 1. Variation of four-photon ionization probability
P(A,I) as a function of the laser frequency detuning for
a given laser intensity I =1.4x10® W cm™?, assuming
the number of Cs atoms crossing the focal area to be
10° sec™!. The experimental points are taken from Ref.
1. The relative level shift between 6s of 6f levels is

found to be about 0.3 em™!.

the level shifts and widths. The minimum in the
transition probability comes from the interfer-
ence between the resonant and nonresonant am-
plitudes. It is near this minimum that the inten-
sity dependence is greatest. The form of the ex-
pression (15) for the resonant amplitude results
from the presence of three poles in the Q inte-
gration of this term. The form of (15) is much
like that of the Rabi formula for a two-level sys-
tem but is complicated by the presence of the
width y,, absent in the Rabi formula® where no
transition to the continuum is included. In the
case of six-photon ionization of hydrogen,® the
laser frequency is far from resonance with the
bare hydrogen levels, but the intensity-dependent
shifts cause the physical states to be near reso-
nance with the laser frequency at a sufficiently
high intensity. The method here indicated can
therefore be directly applied. The details will
given elsewhere.
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FIG. 2. Variation of the slope K as a function of the
laser frequency detuning. Minimum occurs at laser
frequency 9444 cm™!, K 2. Maximum occurs at laser
frequency 9452 em™!, K~8, I=1.4%x10° W ecm~2 as in
Fig. 1. The experimental points are taken from Ref. 1.

Because of the angular momentum of the reso-
nant state, the resonant contribution to the four-
photon ionization comes from transitions with A/
=+1, but with no definite Am required. Circular
polarization can be just as effective as plane po-
larization.
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