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The short-time behavior of atomic multiphoton-ionization profiles is investigated using simplified models of
the field and the atom. The importance of including many levels in the model atom, of spontaneous emission,
and of pulse shape are studied in detail. It is shown that the first two- of these have little influence on the
qualitative behavior of the short-time behavior of the resonance profile, but that the third, the pulse shape,
is critical in determining the time evolution of the resonance profile.

I. INTRODUCTION

In a recent article, Beers and Armstrong! (to
be referred to as BA) introduced a simplified mod-
el of resonant two-photon ionization which could
be solved exactly. One of the more interesting re-
sults obtained from this model had to do with the
time development of resonance profiles, that is,
dependence of the profile on the pulse length of the
ionizing radiation. It was found that under certain
conditions, the prominent aspects of the ioniza-
tion profile—the pronounced maximum and the in-
terference minimum—will not be observed.

However, there are a large number of effects
which are not included in this relatively simple
model of BA which might well affect its predic-
tions. In this paper, we investigate more accur-
ate models of multiphoton ionization incorporating
three improvements to the BA model which seem-
ed most likely to change the time evolution of the
resonant profile as predicted by BA. Specifically
(a) we treat explicitly an atom with more than one
intermediate state; (b) we examine the effects of
spontaneous emission from the intermediate reso-
nant state; (c) we study the effects of laser-light
pulse shape.

Since the predictions of the BA model usually
qualitatively meet and will be used as a reference
point in our study and discussion, we briefly re-
view that model’s main features and its predictions
concerning the time development of the resonance
profile.

The model of BA explicitly involved only two
bound states of the atom—a ground state |g) and a
“resonant” excited state |a). The effects of the
other “nonresonant” bound states of the atom were
introduced through an effective two-photon term
Hgr in the atom-field Hamiltonian. The field itself
was assumed to be initially composed of » photons
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" of energy w(#=1). The atom-field interaction was

abruptly turned on at ¢= 0 and off at ¢t=T; this cor-
responds classically to a rectangular pulse of ra-
diation of length 7. The solutions to this model
were found to be characterized by five parameters:
the detuning from resonance '

8= (Ey+nw)-[E,+(n-1)w]=E,+w-E,; 1)

the matrix element of the atom-field interaction
H,rbetween ground and intermediate states

H,=(g,nwlH,la, (n-1)w), (2)

where |g,nw) is an atom-field state in which the
atom is in the state |g), andn photons of energy w
are present, etc.; the rate of the ionization of the
intermediate state

v.=21|@, @ -Dw|H,JE, @ -2)w)P=21H, .,  (3)

where |E) is a state of the ionized atom plus a
photoelectron having total energy E; the rate of
two-photon ionization of the ground state through
all intermediate levels other than |a)

Ye= ZWl(g, nw |}L.ff|E’ (n —2)(.0.) |2= zw!HgE |2; (4)
and
q =H:a/77HgE Hy, . (5)

Using this model, it was found that for short
pulses the predicted resonance profile was quite
flat, with no sharp maximum at the resonance
position, and no deep minimum produced by inter-
ference between the ionization path |g)~|a)~|E)
and all other paths whose effects were described
by Hys. For longer pulses, the maximum began to
grow, and the interference minimum began to
deepen. The development of maximum and mini-
mum did not, however, generally proceed on the
same time scale. Both maximum and minimum
were seen to shift their position as they developed,
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with the minimum undergoing a quite substantial
displacement in the direction of the “resonant”
state |a).

The “characteristic time” for development of
the maximum was found to be 7,,,=1/|H,|; and
for the development of the minimum, to be 7,
=1/y,. In most cases, it was found that ionization
rates could be defined in the region of the profile
near the minimum, but that one rate

0:1=3v[ 1+ @y, + 6)%/(6%+4|H,,PP)] (6)

having only a very broad and shallow minimum
held for T«<7,.;,, and another rate

02=7 (26 + g7, /(46> + v2)] (n

having a sharp and deep minimum held for T>T .
If Hy, is evaluated using the lowest nonvanishing
order of perturbation theory, the cross ‘section 0y
is identical to that obtained using perturbation the-
ory. o, had also previously been obtained by Arm-
strong ef al.? using an analogy with autoionization
which was valid for y,> |H,,|,v,. The rate ¢, had
previously been obtained by Feneuille and Arm-
strong® for the case |H,,|>>y,,v, using a type of
perturbation approach. If y,>|H,|»>v,, or |H,|>y,
>>y,, then the region of the maximum could be de-
scribed by an ionization rate for times T>>7T nay.

In the following sections, we shall introduce the
more accurate models of photoionization, and in-
vestigate the effects on the time evolution of the
resonance profile brought about by the new effects.
incorporated into the models. In Sec. II, we con-
sider a model atom having several bound states
instead of only two; in Sec. III, the effects of
spontaneous emission from the intermediate reso-
nant state are investigated; and in Sec. IV, we
study the effect of pulse shape on the time evolu-
tion. We shall discuss our results in Sec. V, and
show that they can easily be understood in terms
of a competition between the “two-step” and “two-
photon” modes of ionization. In Sec. VI, we state
our conclusions, and the Appendix outlines an effi-
cient approach to numerically evaluating the time
evolution of the resonance profile.

II. MANY-LEVEL ATOM

In order to ascertain whether or not the results
of BA were produced by incorrect handling of the
“nonresonant” states, i.e., by introducing them
only through an effective two-photon Hamiltonian
H.:, we have introduced a model in which several
of the nonresonant levels are treated on an equal
mathematical footing with the resonant level. The
situation is'as indicated in Fig. 1: the model now
contains several intermediate states which can be
reached from the ground state by absorption of one
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“ionization AN
fimit H FIG. 1, Two-photon ion-
AF ization involving several
g n-fiw) ——— intermediate levels lay,
la.(n-e) ——— (n-1) w). The effects of all
2 Hyye other levels in the atom are
fo, (n~Dw) ——— introduced through the ef-
fective operator H.
Hae
Igvn"') '_J

photon, with ionization being produced by absorp-
tion of a second photon. The effects of all other
levels in the atom are still introduced through a
new two-photon operator H,;. We will discuss re-
sults obtained using three intermediate states

la;, e -1)w), i =1-3. However, calculations have
also been made using four and five intermediate
states, with no significant changes being observed
in the results.

Although for present purposes it is not absolute-
ly necessary to discuss the exact form of H, it is
convenient to do so in order to indicate how the
many-level model could be applied to calculations
involving real atoms, especially since the relevant
question usually arises when referring to the BA
model.

The complete Green’s function equation for this
problem can be written quite generally as

(&-H,-H,.)G=1, 8

where H, is the sum of the atomic and field Ham-
iltonians. Let us define the projector operators:

Q=1-lg,n)(g, )| -21 las, 6 ~1)w) (@, 2 ~1)o]

_ [ aBlE, -2 €, 6 -2)0] )
and
P=1-Q. (10)

We wish to consider the Green’s function equations
on the space left invariant by P.* In order to find
these equations, consider

Pz —Hy—Hp )(P+Q)Glg,nw)=|g,nw) (11)
and

Q(z—Hy-H ,;)(P+Q)G|g,nw)=0 (12)
which follow directly from (8)~(10). Solving the
second equation for @G one finds

1

QGlg,nw)=Q mQHAF PGlg,nw). (13)
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Inserting this in the first equation gives

P(z—Hy~Hxr —H p KHAF)PGIg’nw)=Ig’nw),

(14)
where

1

K=Q 2z =H,~QH\r @

Q. (15)

The effects of all the states of the atom not con-
tained in the space which is invariant under P are
then contained in the term H,z KH,r; we identify
this as

Hy(2)=H, KHy; . (16)

If the states left invariant by @ are truly nonreso-
nant, then H(z) will have only a slight dependence
on z in the regions of the poles of PG. Thus one
can approximate H(z) by its value near to one of
the poles, e.g., at z~E,+nw. We can then define
this as the effective Hamiltonian for our problem

HeffEHeff Z%Eg'f' nw)=HAF K(Z =E‘+nQ))HAF .

To make the many-level model completely mathe-
matically correct, one should further replace H,,
by )

Hpp +Hg

in the matrix elements used below, Egs. (20). We
shall not bother to do this, however, since in the
model problem we are considering these matrix
elements are simply parameters to be varied and
their explicit forms are unimportant.

Consider now the time-dependent Schrddinger
equation for this system.

(Hg+Hyp +Ho W (O)=HU(E)=i = 0(0), (an

where

§E)=aBgnw)+ 3 arOlas, (n= 1)

+ deaE(t)IE, 0 —-2)w). (18)

Inserting (18) into (17), one obtains the equations®

i6,(8)-W,a,®)= Z; H,0.@0)+i6()sk,g), (19)

where n,m=g,{i},{E}, with{i} being the set i
=1,2,3, etc. Whenm={E} the sum above becomes
an integral. Thes remaining quantities in (19) are
defined by ’

Hy= (g;nleAF lai: n-1)w),
HiE= (ais (n_l)leAFlE; (7""'2)(-0)7
HA'E=(g:"w|Heff|E, rn-2)w),

W,=E +n,w.

(20)

All other matrix elements of H are equal to zero.
The 6 functions in (19) reflect that the atom is in
the state |g,nw) at ¢ =0.

The coefficients in (19) are then Fourier trans-
formed using

a,(t)= —%J‘ G,(2)e =+ ")t 4z (21)
leading to the algebraic equations

(2 -Ap)G,(2)= 2: H,G;(z)+ JdEHgEGE (2)+1, (22a)

(¢ -A)Gi(2)=HygGyle)+ [ dEH,G4(2), (22b)
(2 =8 5)G 5 () =H 3G, (2) + Z;‘ HyGe), (22¢)
where ,

A, =W, -W,. (23)

Inserting (22¢) into (22a) and (22b), one obtains
(z W )i lgfi’)c,@) - }"j (H,’,-(z)—il/izfi—z))ci(z)ﬂ
(24)

(z —I/V{(z)+i1§(—z))ci(z) = Z_; <H,-‘,(z)—iﬁ"ziz—))6,,(z)

+(H{g(z)—'i Y—*xz—‘z))c,(z).

where
. |H, P
Wiz)=A,+® | dE s (25)
z-Ag
Yl(z)z 2‘”|H1E |2AE=g’ (26)
Hipe)-Hy 6 [ aptiatlen @7
z-A,
Vim@)=2THyg H iyl o s (28)

for I,m=g,1,2,3. If H, (all 1) is a slowly varying
function of E, then all of the parameters defined
in Egs. (25)—-(28) can be approximated well by re-
placing z by a value close to one of the poles of
G(z), e.g.,

Wi (2)=W;(z =A,)= W(W,-W,). (29)

It should be noted that the paraméters so defined
are still functions of photon energy w. We shall,
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for our model calculations, make the further sim-
plifying assumption that the parameters are also
w independent; a calculation involving a real atom
should, of course, take into account this w depen-
dence.® ) A

Unlike the case in BA, the system of equations
(24) is too complicated to be resolved analytically.
They can, however, be easily solved numerically
if approximations such as (29) are made. One then
inserts the resulting values of G, and G; in equa-
tions such as given by (21) to obtain the coeffi-
cients appearing in (18). The resulting probability
of ionization is given by

P(H)=1-|a ()P~ glag(nlz. (30)

Alternatively, one can back-transform Eqs. (24),
according to (21), to obtain

iaft)- (W;+W,—i121)a,(t)

- ;(H,’m-ﬂgy)amna«_)a(z,g) (31)

for I,m=g,1,2,3. These equations can then be
numerically integrated in time. This latter ap-
proach was found, however, to be considerably
less efficient than the algebraic solution of the
Fourier-transformed equations for large detunings
(see the Appendix).

A typical result obtained by the former approach
is shown in Fig. 2. The values in arbitrary units
of the parameters used were Hy;=H,;=1, y,;=0.01,
y:=v:3;=0.1, H;;=0, andy,=0.001. The levels g, a,,
a,, anda, are located at 0, 600, 800 and 850, re-
spectively. Obviously, for times T«1/|H,;|, the
profile is relatively flat with no distinct features.

T T T i T T T T

H.=1, izobe
i
¥, <0001
-
[ ¥a=¥ 78701

L
500 600 700 800 900

FIG. 2. Ionization probability vs frequency, for the
system of Fig. 1 and for a number of pulse lengths T.
H;i""}%l = 10 71{= 0-013 Yi =y{j =‘¥j = 001’ is j=1_3$ H:j
=0, and v,=0,001. The levels g, a=a;, b=a,, and c=ay
are located at the positions w=0,600,800, and 850, re-
spectively.

For times 1/|H, k<T<«1/y;, the maxima have clear-
ly developed, but the minima have not yet really
formed. It is clear that for times T«1/y;, the
minima are shallow and broad: and for times T
>1/v,, they are narrow and deep. In addition,

the position of the lowest minimum moves from

6~ -40 (for T<1/|H,|), to 5~ -10 (5 measuredfrom
a,) over atime period of the order of l/y,.. The mini-
mum observed for T > 1/v, is at the position which
wouldbe predicted by second-order perturbation -
theory.

In the region w<650, these results are quite sim-
ilar to those which would have been obtained from
the simpler BA model by treating a, as the only
excited bound state and absorbing the effects of a,
andag intoy, (as noted above, y, can be given an
w dependence). Similarly; other regions of the
profile could be reproduced by the BA model by
taking a, or a; as the excited bound state.

We will return to a discussion of these results
in Sec. V, where we will use a simple physical
picture to explain why the BA model and the many-
level model give such similar results for the time
evolution of the ionization profile. We shall also
present a simple approximation formula for P(t)
which describes the ionization profile of the many-
level atom well at all times T>>1/|H,;|.

III. SPONTANEOUS EMISSION

The effect of spontaneous emission on ionization
rates is generally simply to broaden out any sharp
features such as occur when an intermediate reso-
nance occurs. However, it is certainly possible
that spontaneous emission might affect the develop-
ment of resonance profiles in a more complicated
fashion. In this section, we introduce a model
which enables us to investigate the influence of
spontaneous emission on this development.

Spontaneous emission from an atom interacting
with a laser beam is very difficult to treat using
the quantized field approach of BA and the pre-
vious section.” It can, however, be handled in a
fairly straightforward fashion by studying the
evolution of the atomic density matrix if the fields
are treated semiclassically.®

Crance and Feneuille® (to be referred to as CF)
have introduced a two-level model of atomic photo-
ionization which is the semiclassical field analog
of the quantized field model of BA. The predic-
tions of the CF model were shown to agree exact-
ly with the predictions of the BA model when rac-
tangular pulses were used.® In this section we use
a modification of the CF model to investigate the
effects of spontaneous emission on the time depen-
dence of ionization profiles.

Because classical fields appear in the CF model,
one can use this model to set up a density matrix
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for the atomic states only. Rewriting Eqs. (9) of
CF using the notation of this article one finds

i6,,= (Eg—i %‘)aﬁe"“"(H;a -i zz“‘) a,+i6(t),  (32)

ida=<Ea—i3/2—“-)aa+e’i‘“t (_H;g—izgﬂ‘)ag, (33)

where w is now the angular frequency of the ap-
plied classical field.

Density matrix equations can be derived using
the definition ' '

Prnm Eana;:' : (34)

Spontaneous emission can be introduced into the
resulting equations in a straightforward way fol-
lowing the approach of Mollow and Miller.'® The
resulting equations are
fiau: —(7a+ r)paa—Yga @ _ZMH;M
Bee= —Ye Pee+ TPua =PV ag+ 21 Hey +5(2), (35)
¢ = ‘(P(‘Ya Yt r)/z +ud _( pgg+paa)73a/2,
h==0d—ply,+ Yet F)/Z—H:,a(p“—paa),

where |g) is the ground state of the atom, |a) the
intermediate state, and the off-diagonal density
matrix element p,, has been written in terms of
its real and imaginary parts:

e =0+, \ (36)

The quantities y,, v,, and I" are as defined above,
that is, the inverse lifetime of the excited state

|a) due to ionization, the inverse lifetime of the
ground state |g) due to ionization through all states
other than |z), and the inverse of the spontaneous
lifetime of |a) due to decays back to |g), respec-
tively. The detuning is defined in Eq. (1), and

H,.H
‘ =
H =Hp+® f dE "‘M,+2w-E’ (37
Yea=2MH g Hp,olp =Egr2wr ' (38)

H,, is the matrix element of p- A between atomic
states |g) and |a), etc.

Equations (35) cannot be solved analytically;
they were therefore solved numerically using tech-
niques similar to those used to solve the equations
of the previous section. That is, p,,, Pk, ¢, and
i were Fourier transformed, and the resulting
algebraic equations were solved for each value of
the parameters. An inverse Fourier transform
then gave immediately the values of p,,(¢) and
pge(t) (see Appendix).

A number of calculations were made for differ-
ent values of the parameters appearing in (35). In

particular, values of I' ranging from 1073, to 10y, .
were considered. A typical result is shown in Fig.

T

T

E 1 1 I 1
-40 -20

o+
N
o

FIG. 3. Probability of ionization of a two-level atom
including the effect of spontaneous emission from the
excited state. T is the pulse length., H;,=1,.7, =1,
Yg=0.01, v7,,=0.1. T is the inverse spontaneous life-
time of state la) due to decay to state ig).

3, where P(T) is plotted versus § for two values
of T. This figure was obtained withy,=1, y,=0.01,
Ye=0.1, and H,,=1. Comparison of the curves
with I'=1 and 10 to the one calculated for I'=0
shows that the main effect of spontaneous emis-
sion is to alter the shape somewhat for both maxi-
mum and minimum. However, we found that there
is no change in the time scale required for the
development of either the maximum (~1/|H,[) or
the minimum (~1/y,) from the values predicted by
BA. In particular, the location of the minimum
for T<«<1/y, and the location of the minimum for
T>>1/y, are almost independent of I'. Thus, for
nonzero I there is still a factor of 2 change in the
position of the minimum relative to that of the
maximum as pulse length increases.

From the numerical calculations; we ¢an obtain
an indication of the variation of the shape of the
ionization curve with T'. If |H,|>>y,, an increase
in T’ causes a relatively small decrease in P(T)
at the maximum, and a large decrease (on a log-
arithmie scale) in P(T) at the minimum. Ify,
>|H,,|, P(T) at the maximum decreases consider-
ably, and P(T) at the minimum increases with an
increase in T'.

We shall return to a consideration of the effects
of spontaneous emission in the discussion of Sec.
V, where we will consider why I'" plays such a
small role in the time evolution of the ionization
profile.

IV. PULSE SHAPE

The final variable which we have considered is
the pulse shape. Physical considerations, to be
discussed in the next section, led us to believe
that the important question concerning the pulse
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T —|

9 FIG. 4. Radiation pulse
shape under consideration.

le—

|

shape was whether or not the field was turned on
adiabatically. Adiabatically, in this case, was

felt to most probably mean that the field was turn-
ed on slowly compared to the Rabi oscillation of
the atom between |g) and |a). Far away from reso-
nance, of course, the Rabi oscillations have a fre-
quency |5|/2m. This situation would correspond to
one in which the “Fourier broadening” of the ap-
plied field produced by its turn on is less than the
detuning from resonance.

In order to investigate the influence of pulse
shape on the multiphoton ionization process, we
have used the CF model with the pulse shape
shown in Fig. 4. The parameter 7, which charac-
terizes the rise time of the pulse, was varied
from values 7<<2m/6,;, to values 7>>21/5,,;, where
Smin=qv,/ 2 is the value at which the minimum
occurs according to second-order perturbation
theory. ’

General aspects of the resonance profile pro-
duced by differing pulse shapes have previously
been studied using the CF model.® In the present
work, we are interested in a very specific aspect
of the profile—its evolution in time. As in the
previous sections, we shall concentrate on the
motion and magnitude of the interference mini-
mum.

One aspect of the results of this calculation is
indicated in Fig. 5(a), where we plot the position

T

8=16m

T T T TTI T T7TT

... Sudden
approximation

/2 (a)

minimum

8 . | ... odiabatic
approximation

position of the

0.5 g=167 ______sudden

“approximafion

0.3

0.2~

relative value
of the minimum

[ XN

0O | adiabatic_approximation
1 ol ol Ly
[oX] 05 5

7’

FIG. 5. (a) Position of the ionizationprofile minimum
VS 1= TOmin/ 2T, Smin=q7Y,/2; q is given by Eq. (5). Hy,
=10°%, v,=1, ¥,=0.1. 6 if the radiation pulse area. (b)
Relative value of this minimum (in units of y,) vs 7.

of the minimum versus n=78,,,/21 for H,,=103,
ve=1,7,=10"". The parameter 6 is the pulse area
of the radiation. In all cases, the pulse length 7
was much less than 1/y,, i.e., less than the time
required for the displacement of the minimum
when rectangular pulses are used.

For n<«1, the minimum is at 25_,; for n>1 at
Omin- The position of the minimum changes fairly
abruptly at n~0.6. That is to say, if n>1, the
minimum does not move in time, but rather will
always be at the position §;, predicted by pertur-
bation theory. Note that n=1 corresponds to a rise
time of the pulse 7=27/5,,,. Thus n>1 corre-
sponds to the pulse being turned on adiabatically
with respect to the Rabi oscillations.

In Fig. 5(b), we show the relative value of the
ionization probability at the minimum as a func-
tion of . Again, the results are essentially the
same: for n«1, the minimum is very shallow,
but at n~0.5, the minimum undergoes a sharp de-
crease in magnitude. This indicates once more
that the minimum produced for n>>1 is essentially
that which is predicted by second-order perturba-
tion theory.

One sees then, that the manner in which the
field is turned on can have a determining effect
in the time evolution of the multiphoton profile,
with the key criterion being whether or not the
field is turned on adiabatically. We will discuss
why this should be so in the next section.

V. DISCUSSION

A. Beers-Armstrong model

Since the results obtained above using the im-
proved models of multiphoton ionization have been
compared to results of the BA model, a thorough
understanding of the BA model will facilitate dis-
cussion of the results of the improved models.

If one uses perturbation theory to obtain approxi-
mate solutions of the density matrix equations for
the two-photon ionization of a two-level atom, one
finds that there are two paths which can be follow-
ed in going from p,,, the ground-state density, to
pgp the density of a continuum state. These two
paths are indicated in Fig. 6. The interactions

HE’ HuE'
Paa > 'Paz‘ PE'E'

R
'9a
pgq pgﬂ A
\\ o@
S Hga (3
He T sz‘_"—’pas_’pzs

FIG. 6. Paths through which ionization proceeds.
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la) FIG. 7. ac Stark level
shifting due to sudden turn-

E on of the field at t=0. H

|g) —emmem— - =H . The heavy lines
em—— 3 indicate population (sche-
matic).
o ¢

written above the arrows in Fig. 7 are those which
appear in the perturbation expression linking the
various elements of the density matrix. The upper
path is often referred to as a “two-step” process
since it involves moving population density from
|g) into |a) and then on into |[E*), i.e., it contains
the sequence pg, ~p,,~pzz-- The lower path is re-
ferred to as a “two-photon” process, since it does
not involve putting the atom into state |a), but rath-
er describes a roughly simultaneous absorption of
two photons which takes the atom from lg) to |E).
If one considers the dependence of p,, onE, one
finds additional differences between the two-step
and two-photon processes.!’ If the field is detuned
from the |g)~|a) resonance, then the former has a
maximum which conserves energy in the last step
|a)=~|E*). If the power broadening of the interme-
diate state |a) and its lifetime due to ionization
are taken into account, the latter process has its
main maximum such that energy is conserved in
the overall transition |g)~|E). Thus if we consid-
er only the main contributions from the two-step
and two-photon processes, we find that E#E” when
energy is not conserved in the first step |g)~la).
Of course, in a complete, rather than a perturba-
tion, solution of the density matrix equations for
two-photon ionization, these paths are not so clear-
ly separable. However, we shall find it convenient
to retain this nomenclature when discussing the
results which are given in the previous sections.
Let us first consider the BA model, and the rea-
sons why there is a shift in the shape and location
of minima of the resonance profile predicted by
that model. An understanding of this will make
our subsequent discussions much more straight-
forward. In the BA model, there are additional
paths between pg, and p,,, shown in Fig. 6, which
involves the matrix element H,,. Transitions pro-
duced by H,, must be energy conserving in the pro-
cess |g)—~|E) since H,; is obtained from perturba-
tion theory. There is therefore possibly an inter-
ference introduced into the two-photon process by
the presence of H,,, e.g., between the indirect
path pep=p,z=~pgr and the direct path p,p—~pgg, both
of which have the same beginning and ending points.
This is indicated schematically in Fig. 6. That is

to say, an expression for p,, obtained using per-
turbation theory will reflect the interference be-
tween the contributions of the two processes.
Namely, there will be a contribution to p,, from
the indirect path of the form aH,zp,;, anda con-
tribution from the direct path of the form BH . p, .
Depending on the parameters involved, these two
terms may make contributions to pz, either of the
same or of opposite signs. However, the presence
of a direct path produced by H,, should not signifi-
cantly affect the upper two-step path since the
maxima of the contributions from these two paths
do not coincide in energy. We shall show below
that the mathematical predictions of the BA model
are explained very well by this interpretation.

Expanding Egs. (13) and (14) of BA in a power
series in 1/5 and keeping only the lowest-order
nonvanishing terms involving either H,,/6 orv,/5
we find an approximate form of P(t) which is valid
for large |8|>>|H,,|,v, and times t>1/|5]|:

P(t)%l —(ngalz/éz)eXp(—yat)—(l __le|2/52) e Gt, (39)

where

2y,
(1+ 26) 2r|H

+.._n_.u‘l
Hep

]
(40)

and §;=E,+w-E;. The second term on the right-
hand side of Eq. (39), (|H,,P/6%)exp(-v,t), is ap-
proximately equal to p,(t), as can be shown, ina
rather tedious way, using the BA model to calcu-
late |U,(#)|?=p,,(t), and then making an expansion
valid for the conditions given above. This term
thus corresponds to the contribution to the total
ionization probability from the two-step process.
There are obviously no interference effects pres-
ent in this term. However, the third term on the
right-hand side of Eq. (39) clearly does show in-
terference effects (in ¢) produced by the presence
of H,p; it is this final term which approximately
describes the contribution of the two-photon pro-
cess to the total ionization probability. The final
form given above for ¢ follows if second-order
perturbation theory is used to evaluate H,,. It is
obvious from this expression that ¢ is just the
ionization rate which is obtained from lowest non-
vanishing order perturbation theory.

In obtaining Eq. (39), we have dropped rapidly
oscillating terms of the type sind? and cosét.
These terms are very important for ¢ close to
zero, since the cosst term assures that p,,(0)=0,
and the sindt term dominates the rise of p,,(t)
from zero to the value |H,,[F/6%. However, the
combination of these terms tends to average to
zero for times t>|5].
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For pulse lengths T<1/y,, both exponentials in
(39) can be expanded to give

P(T)X(|H /8%y, +0]T. (41)

The quantity in brackets above is just the transi-
tion rate o; of BA taken at large 5. When T>>1/y,,
but «1/0, exp(-y,T)~0, and

P(T)=¢T (42)

o is, of course, just o, of BA taken at large 5.
The ionization profile for T<1/y, is therefore seen
to be produced by a term with a sharp minimum
(0) superimposed on a term which is smoothly
varying in §; for T>> l/ya, the smoothly varying
term disappears.

As indicated above, the value of p,,(¢) builds up
very rapidly after = 0 (in a time 1/|5]), and then
effectively decays away with a lifetime 1/y,. We
can interpret this rapid buildup as having been
produced by the sudden turn-on of the field. The
magnitude of the increase in p,,, |H, P/ 8% is just
that which is necessary to conserve the total en-
ergy of the afomic system when the levels are
suddenly ac Stark shifted by the applied field (Fig.
7). The excited state |a) then decays via ioniza-
tion without having its population further replen-
ished since the field is tuned far from resonance.
Thus, for large |5|, except for the population pro-
moted to |a) by the turn on of the field at =0, the
atom must decay predominantly via a two-photon
process which displays sharp interference effects.

B. Many-level model

By making a perturbation expansion valid away
from all resonances of the Green’s functions for
the two-photon ionization of a many-level atom,
one easily finds the approximate ionization prob-
ability

P(t)=1-27 Z‘E‘gg—*ﬁ \2 exp(—vy;t)

H,H,. |2
~(1~ Zgit 4B ) -0t
( 2174‘:‘ 3 et (43)
where
2
o=2n |Z£€gﬁzl . (44)
i i

In Eq. (43), 1/y; is the ionization lifetime of the
ith state. Comparison of (43) with (39) shows that
the profile predicted for the many-level atom will
show a time evolution which is qualitatively the
same as that of the two-level BA atom. In particu-
lar, one can expect to see interference minima
which move and change their shape in time.
Whether or not the predictions of (43) for a par-
ticular minimum are quantitatively similar to

those of Eq. (39) depends on whether or not in the
region of that minimum one term dominates the
sum
~ H,H,.|*
2 I—‘g——‘ﬁ exp(= 7;t)
1

for all ¢ such that this sum is of the order of ¢.
This condition is obviously necessary since ¢ in
(43) is identical to ¢ in (39); that is, the usual
second-order perturbation cross section. In gen-
eral, one can expect one term to be dominant in
(43) if the region of the minimum is much closer
to one level than to any of the others. This “gen-
erally” will not, of course, be true if the matrix
elements into or out of this state are unusually
small.

C. Spontaneous emission

Equations (35) can also be solved approximately
for large §; the resulting probability of ionization
is quite similar to that given in Eq. (39). Of
course, the coefficients |H,[?/5% must be replaced,
but the new coefficients show only a weak depen-
dence on I" and are given to-a fair approximation
by |H,,P/ (52+3T?). This approximate form is ex-
act as I'=0, and is off only about a factor of 2 in
the region of §,,;, when I'=10y,. The value of ¢ al-
so changes, but again, the changes are small.

The main difference between the solutions to Eqgs.
(35) and (39) is that exp(—y,t) is replaced by
exp[—(y,+T)t].

Following the arguments of Sec. VA, one might
then expect that the changes in the shape and posi-
tion of the minimum would in this case occur with
a characteristic time 1/(y,+T). This, however, is
not correct, as can easily be shown if we consider
Eq. (39) withy, replaced by y,+T:

P@)=1 -[l—%&gf exp[—(y,+ D)t]+ (1 _|_H;2¢|_2>e- °th . (45)

This equation should provide a fairly good approxi-
mation if &>T, |H,,|,7,. Once again, we are in-
terested in the variation of P(¢) in the region of
Omin- Let us consider an extreme case where
exp[—(y,+T)t] rapidly decays away, leaving the
expression

P)=1-(1-|H,P/8%) e % t>1/(y,+T). (46)
Expanding the exponential, one obtains
P(t)=|H,,P/6*+ot+.... 47)

In the region around §_; , the first.term in this
series has the magnitude ve/vq- The second term
is approximately equal to y,t except very near to
Ominn Where it has a sharp minimum. Thus the
smoothly varying (in §) first term in P(f) will dom-
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inate the probability in the region around 5 ;, until
t>1/y,. The situation is thus qualitatively as in

the BA model, and one observes a minimum which
moves and changes its shape on a time scale 1/y,.

D. Pulse shape

If the reasoning of Sec. VA is correct, the mov-
ing minimum observed in the BA model is, in ef-
fect, produced by the nonadiabatic turn-on of the
driving field. If the field is turned on adiabatical-
ly, there will be no populating of |¢) at £=0 due to
the turn on of the field. Furthermore, for large
detuning, there will be no population promoted to
|@) by the field for ¢>0. Thus there will be no
superposition of cross sections such as occurred
in Eq. (39) which leads to the short-time behavior
of BA.

The calculations discussed in Sec. IV fully sup-
port this interpretation of the BA results. That is,
the transition rate abruptly changes to the second-
order perturbation rate when the rise time of the
pulse is approximately equal to 1/8nn, the criter-
jon for an adiabatic turn on of the field.

VI. CONCLUSIONS

We have made a number of improvements to the
BA model, and have considered the effects of these
improvements on the predicted short-time behav-
ior of two-photon ionization. In particular, we
have considered the effects produced by treating
more levels of the atom explicitly, by introducing
spontaneous emission, and by the shape of the
pulse. The first two of these changes in the model
cause no qualitative changes in the predictions of
BA; the last of these effects was shown to be of
critical importance. We have discussed the rea-
sons why these improvements in the model either
did or did not significantly effect the predictions,
and showed that the results can be interpreted as
a competition between two-step and two-photon
modes of ionization. We note that this discussion
indicated that for short time periods, the two-step
process could be quite important even when the
first step was considerably detuned from reso-
nance. This is in contrast to a conclusion of Che-
botayev'! reached by an analysis based on time-in-
dependent perturbation theory alone.

These calculations imply that either the type of
minimum in the cross section predicted by
Feneuille and Armstrong® or the phenomena of a
moving minimum® should be observable in prin-
ciple. However, in practice, both of these will
be extremely difficult to observe due to the re-
quirement that the field be turned on fast with re-
spect to the inverse of the detuning from resonance
at the minimum.
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APPENDIX

We outline here the numerical procedure for
efficiently calculating a,,(¢),m =g,{i} in Eq. (18)
via their Fourier transforms G,,(z).

"Equation (25) can be written as a matrix equa-
tion:

AG=(A-z1) G=B, (A1)
where
W;—i'yg/z H;a"i'yea/z e
A= | Hog=ive/2 Wi—iy,/2 = | ;

(A2)

N

1ty
il
1}
1
Q @
a

.e

The solution of (Al) will be formally given by

_ det\él;n neB

Gn= detid] - (a3)

The determinant in the denominator can be ex-
pressed as a function of the eigenvalues of matrix
A:
. i
det|A |=det|A-z1|= H y=2). (A4)
i=1
Consequently the Fourier transform Eq. (21) of G,,
will be

)=~ [ :° dz e-*zt(c,,,(z) / II G )) . (A5)

i=l

where C,,(z) is the determinant of the matrix ob-
tained from A by replacing its m column with ma-
trix B. - ’
The evaluation of (A5) is immensely facilitated
by the use of the theory of residues; namely,
since we are considering only ¢>0 the integral in
(A5) is equal to the contour integral along the path
shown in Fig. 8. The latter integral is then equal
to —2mi X (the sum of residues of the integrand func-

" tion). This sum includes only the eigenvalues A;

with Im2;<0; it turns out that all the eigenvalues
of A possess this property.
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Imz

R R, rez FIG. 8. Integration con-
tour for Eq. (A5).
1>0
R— ®©
Thus
a, @)= Z (C (\p)exp(— z)\kt)/( 1) H ()\‘_)\k)>

(a6)

We note here the distinct advantages of this
method of evaluating «,,(¢) versus the widely used
direct integration of Eqs. (31): (a) In dealing with
a realistic problem one may have to treat large '
detunings of the order of 0-1 eV, 1 eV~10'® gec™
(z=1). The experimentally typical pulse durations

are 1 psec-100 nsec. In solving Eq. (31) with 5~1
eV one then deals with oscillating factors with
phase 6t=10°-10". In order to follow such oscilla-
tions one should need 10*~10° integration steps
for each value of §. This would require prohibi-
tively large time even for a- medium size com-
puter. (b) With such a number of steps the possi-
bility of overwhelming roundoff errors is intro-
duced to the degree of doubting the significance

of the results. (c) The necessary computation
time is proportional to the pulse duration in the
direct integration case, whereas independent of it
in the present approach. (d) One can see more
transparently the various contributions to the
ionization probability, especially through the
roots A, whose imaginary parts are the “effective”
ionization lifetimes of the respective levels.

The present procedure is similarly applied to
Eqs. (36) by solving the algebraic system of equa-
tions of the Fourier transforms for p,,, p.., ¢,
and y.
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