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Absorption properties of a system consisting of two autoionizing states coupled strongly either by
internal interactions or by external fields are investigated. The autoionizing states may themselves
correspond to those induced by laser fields as in resonant multiphoton ionization. The analysis is
based on the density matrices and incoherent processes like spontaneous emission and radiative
recombination are included. Optical susceptibilities exist in a number of special cases for autoioniz-
ing transitions. Exact results for such optical susceptibilities are obtained. Explicit numerical re-
sults for susceptibilities, corresponding traditionally to strong-field inverse Raman effect, are given
with a view to recent work on dc-field-coupled autoionizing states and on laser-induced autoioniza-
tion. The behavior of both absorptive and dispersive parts is discussed for a range of parameters.

I. INTRODUCTION

The physics of bound-continuum transitions has been
studied in a number of ways. In particular, optical ab-
sorption studies’’? have played a key role in the under-
standing of the autoionizing transitions. The susceptibili-
ty Xqp(w), as is well known, yields information on both
line positions and linewidths. According to the linear
response theory, X can be written formally in terms of the
eigenfunctions | ;) and the eigenvalues E; of the
system’s Hamiltonian
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where |1,) (|4;)) is the ground state (initial state) of
the system. Counter rotating terms have been ignored
from (1.1). The summation in (1.1) is over all the discrete
and continuum states of the system. The susceptibility
can be evaluated from the knowledge of exact eigenfunc-
tions and eigenvalues. Shore® has developed a scattering
matrix approach for the calculation of X,g. For a single
autoionizing state | a) lying in a structureless continuum
| E), evaluation of (1.1) leads to
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Here I' is the rate of autoionization and g is Fano’s asym-
metry parameter. For simplicity we have ignored the vec-
torial aspects of the dipole matrix elements. From (1.2)
one has?
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Optical absorption profiles which are proportional to ImX
coincide with the Fano profiles' which give the pho-
toelectron spectrum. This is expected since in the absence
of any other relaxation effects, the total rate of absorption
of energy from the field must be equal to the rate of pro-
duction of photoelectrons of energy equal to the incident
photon energy. The real part of X gives the dispersive
properties® of the bound-continuum transitions. Results
like (1.2) have been extensively used in the study of au-
toionizing transitions. However, in view of the activity
over the last decade, generalizations of (1.2) are warranted
in several directions as detailed below. Some generaliza-
tions, such as to the case of several outgoing channels* in
the vicinity of an autoionizing resonance, exist. Spontane-
ous emission opens up additional channels. Line profiles
are also complicated by the fact that electrons in the vi-
cinity of the ion can recombine to yield a neutral atom
and a photon. Furthermore, the autoionizing state can de-
cay via spontaneous emission. It was seen earlier™® that
the radiative recombination process depends on, among
other things, the asymmetry parameter q. Smaller values
of g lead to considerable radiative recombination. It is
not a priori clear if the radiative decay can be accounted
for by replacing the energy E, by the complex energy.
Calculations show that the radiative recombination makes
the situation quite complex as we now have a bound state
interacting with two continua (electron and photon) which
themselves are also interacting. It may be borne in mind
that now ImX and the photoelectron spectrum will be dif-
ferent as part of the absorbed energy is used in creating
the spontaneously emitted photon.

Recently a number of experiments’~!® have reported
autoionization when some of the autoionizing states are
strongly mixed either by a dc electric field or by the spin-
orbit interaction. The important outcome of these experi-
ments is essentially the inhibition of the autoionization,
i.e.,, pronounced narrowing of the autoionization line
shapes under certain conditions on the field strengths,
spin-orbit interaction, etc. A theoretical study of these re-
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sults!! will require the calculation of the absorption pro-
files for a system of states which are strongly coupled and
which decay by autoionization.

The susceptibility for these situations can be calculated
from the knowledge of the eigenfunctions and eigenvalues
of the system’s Hamiltonian in presence of a dc electric
field. We will present simplified models where such sus-
ceptibilities can be calculated in closed form.

Another class of physical phenomena concerns multi-
photon ionization in strong fields. Here an autoionizing-
like structure can be induced by a resonant laser!’—!°
field. Such laser-induced structures can considerably
modify the efficiency of a nonlinear optical process such
as harmonic generation.!® The influence of such struc-
tures can be investigated in terms of the susceptibilities.
For example, experimental results!” on the rotation of
plane of polarization of light passing through cesium
beam can be understood either in terms of a third-order
susceptibility or equivalently a first-order susceptibili-
ty'#!” of an autoionizinglike structure. A study of
resonant two-photon ionization in strong fields using the
autoionizationlike formulation will require the knowledge
of intensity-dependent X. The spontaneous emission
could be quite important for laser-induced continuum
structures.

One can also consider optical mixing of an autoionizing
state and a bound state by a strong field of frequency w.
The strength of such a mixing can be varied by both am-
plitude and frequency of the external field. Such a mixing
has been the subject of many investigations.!®~2? Here we
discuss how such mixing of states can be probed through
an absorption experiment. The probing is to be done by
using a transition starting from a bound state which is
different from the one which is strongly mixed by the
external field. For these problems optical susceptibilities?
will depend on the strength of the mixing field in a non-
perturbative manner.

In this paper we calculate intensity-dependent optical
susceptibilities for a model system. The model is general
enough to describe many of the situations mentioned
above. In Sec. II we discuss the model and the dynamical
equations describing the model. Calculations are done in
the density matrix framework as we account for both ra-
diative decay and saturation effects. Exact solutions for
various elements of the density matrix are given. In Sec.
IIT general expressions for the susceptibilities are given.
Various limiting cases corresponding to weak fields are
discussed in Sec. IV. We also comment on the form of
the Raman susceptibility. In Sec. V we give details of the
susceptibility relevant for probing the behavior of strongly
coupled bound-continuum transitions. Numerical results
for a range of parameters are presented. In the traditional
language of nonlinear optics, Sec. V essentially calculates
the susceptibility for the inverse Raman effect.

II. MODEL FOR INTENSITY-DEPENDENT
SUSCEPTIBILITIES

For a system interacting with external fields, the Ham-
iltonian becomes time dependent and in general it is not
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possible to think in terms of the eigenvalues and eigen-
functions of a time-dependent Hamiltonian. There are,
however, situations in which, by suitable canonical
transformations, the strong-field part of the Hamiltonian
can be made time independent. Hence we consider the
specific model schematically shown in Fig. 1. The model
is general enough!! to handle the very many situations
mentioned in the Introduction. The state |a) is the au-
toionizing state or it can be a laser-induced structure as in
multiphoton-ionization problems. We take the state | f)
as the state from which the physical phenomena are
probed, i.e., for most problems we will assume that the in-
itial population is in state | ). The state | i) is a bound
state outside the continuum which is strongly coupled by
the laser with frequency @, and amplitude €;. The cou-
pling of the state | i) with the structured continuum can
be thought of as producing another autoionizing structure
in the continuum and thus the same may also be looked at
from the point of view of probing the two strongly cou-
pled autoionizing states.

The Hamiltonian for the model system of Fig. 1 can be
written as

Fanodiagonalization

Canonical
Transformation to

Rotating frame

| E) is the
unperturbed flat continuum, | E) is the structured continuum,
and €;,w; gives the amplitude and the frequency of the ith laser.
After canonical transformation, the state | i) appears as anoth-
er autoionizing state. The wavy lines represent the radiation de-
cay of the structured continuum | E ).

FIG. 1. Schematic diagram of the model system.
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The interaction Vg, is the configuration interaction and v
is the interaction with the applied fields with amplitudes
£1,€, and frequencies w;,w,. The field €, will be a probing
field and need not be laser field. It can, for example, be
the synchrotron radiation®* in the vacuum-uv region.
The part Hy represents the radiative decay of the au-
toionizing states and the radiative recombination.
Without Hy terms some aspects of the above Hamiltoni-
an have been previously considered. For example, Deng
and Eberly?* investigated the effects of the laser strengths
on the photoelectron spectra. Lami and Rahman?® used a
similar Hamiltonian in studies of predissociation of mole-
cules. Previous studies’*?® essentially concentrated on the
population distributions, whereas in the present work we
examine the macroscopic coherences or the induced polar-
ization in the system. This leads to the possibility of the
system giving rise to coherent generation of radiation.
Our work also accounts for, in a systematic manner, the
radiative effects. It may be added that it is the same di-
pole matrix element which governs the strength of the
laser transition and the radiative decay and thus the radia-
tive decay should be important at least for problems in-
volving excitations by weak fields.

Optical susceptibilities can be evaluated from the
knowledge of the off-diagonal density matrix elements
like pgi,par,pEf»> €tc. For the model (2.1), the density ma-
trix elements pgy, €tc., can be calculated to all orders in
the strength of the fields at ; and w,. For obtaining the
density matrix elements, we will use the methods used by
Agarwal et al.?? (Papers I and II) for the case 7, r=0. We
work in a representation in which configuration interac-
tion is diagonal, i.e., we work with Fano states | E). On
removing the fast time dependence from the Hamiltonian
and treating the radiative-decay terms in the usual
manner,?® the density matrix equation becomes

3 . Vi
—aftl = —i[H ,p]— -zi(Ai*A,.p—zA,-pA,TerA,TA,-)
14
— L afap—24spaf+pafap) . 2.2)

Here H_,;, represents the coherent interactions with laser
fields,

Hen= [Ag | EXE |dE + [ (vg | E){i | +H.c.)dE

+ [er |EYf | +H.c)dE+A; | F)S |,
(2.3)

where in terms of Fano parameters g;, gy, and the au-
toionization rate one has
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Here b(E,a) represents the overlap between Fano state
and the autoionizing level

b(E,a)=(a |E) . (2.5)

The incoherent terms in (2.2) correspond to the radiative-
decay processes
3

waj . .
3 J =l’f M
c

vi=+d} 2.6)
The operators A’s are essentially dipole moment operators
connecting the Fano states and the bound states |i),

| f),ie.,
A;= [dE |i){E |Bg, ,
Ar= [dE | f)(E | Cg, .

Thus all the effects of the radiative coupling between the
unperturbed continuum | E) and the autoionizing state
| @) and the states |i) and | f) enter through the opera-
tors A; and A;.

The solution of (2.2) will be obtained by following the
same method as in paper I. The method developed in I
relies on the fact that in the absence of radiative-decay ef-
fects, one can work with the wave functions and this sim-
plifies the problem considerably. We thus introduce auxi-
liary matrix o defined by

(2.7

Oap=Valp » (2.8)
¢i=—fdeUEi¢E ,
Yp=—i [dE v —iAsuy
¢'El=‘-iAElll’El'—iUElﬂ/’i—ivElflbf

~ Lt [dEB; (Bese

——Yii [dECE (Crats - (2.9)

Using (2.8) and (2.9), the equation for o can be written as
o=Lo, (2.10)

where the form of L can be written down from (2.9).
In terms of the operator L and the operators G and



35 ABSORPTION SPECTROSCOPY OF STRONGLY PERTURBED .. .

G'Y) defined by

G“’=Z2ide1deBglaBEa |E\){E | +H.c. ,
Ny 2.11)
G‘f’=7fde1deC§1aCE,, |E\){E | +H.c.,

we can write the basic equation (2.2) as

%%:Lp+ 1Y G T+ | £ 1T,

I =Tr{p(t)G'?}, I'V)=Tr{p(t)G} . (2.13)

Let 0?(d") be the solution of (2.9) subject to the initial
condition ¢¥; =1, ¢y=¢p=0 (Yy=1, ¢; =1 =0) and let
p(0) be the incoherent superposition of the states | i) and

£,

(2.12)

@ =p i) | +pP | I . (2.14)
The solution of (2.12) can be written as
P( t)___a.(i)(t)p(i)+0.(f)(t)p(f)
ftd (i)( )I(i)( )
+J, o' (t —7 T
+a Dt —)IN()] . (2.15)

The unknown terms from the right-hand side of (2.15) can
be eliminated as follows. We introduce matrices 7%f de-
fined by

T8(1)=Tr[o'(1)G'P] . (2.16)

Note that the first (second) superscript a (f3) refers to the
initial conditions (the state to which spontaneous emission
takes place). From (2.15) we obtain equations for the La-
place transforms (denoted by carets) of various functions,

p(i)

p(f)

l_f-vii _fﬁ f(i) j‘w‘i fﬁ
7 (2.17)

_pi T\ g s

1-T4

Thus the calculation of p,g(t) involves the following steps:
(1) solution of (2.9) and then the construction of the ma-
trices 0'/(¢),0'/(1); (2) calculation of 7°F [Eq. (2.16)]; (3)
calculation of I'?, I'Y? [Eq. (2.17)]; (4) calculation of the
Laplace transform of p obtained from (2.15), i.e., from
P2)=6Dp DT 46 (p N +TV) . (2.18)

For a steady-state result it is sufficient to know the La-
place transforms. For example the probability of finding
an electron with energy E is given by

p(E)= tl_i’tngE(t)
= limzﬁEE(z)
z—0
:[p(i)+f(t) ]0_(1) )
+pP+T V010 () (2.19)

Here ogg() is the steady-state value of ogg(z) and
1'90), TY(0) are assumed to exist. Off-diagonal matrix
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elements are similarly obtained.
present the solution of Egs. (2.9).
trices are given in the Appendix B.

It should be borne in mind that the coherent interaction
(2.3) also describes the autoionization produced by two
strongly coupled autoionizing states. As discussed in Ref.
11, the matrix elements U,; gives the strong interaction be-
tween two autoionizing states. Thus this alternate physi-
cal situation should be kept in view while dealing with re-
sults like (2.18) and those in subsequent sections.

In Appendix A we
Solutions for T ma-

III. INDUCED POLARIZATION
AND INTENSITY-DEPENDENT OPTICAL
SUSCEPTIBILITIES

The total induced polarization P for our model system
is given by

P(1)=Tr[p(1)d]
= [dtpr(e "“VdE

+ fdfgprf(t)e

The matrix elements of p are to be obtained from the solu-
tion of the dynamical equation (2.2). In Eq. (3.1) the first
term gives the response at w,; whereas the second term
yields the response at w,. The steady-state response can
be obtained if

li i (t)dE, ,
Jim fd,EpE,( )d Jim fdepEf(t)dE

YR 4e.c. (3.1

exist, otherwise one can calculate the transient response.
The dipole matrix elements can be expressed in terms of
the functions Bg, and Cg, given by (2.4)

Vig=—dig €1=0;4 B, »
N (3.2)
veg=—dsp-€,=07Cpq .
Ignoring vectorial properties of the matrix elements, we

can define the transient susceptibilities X'"(¢,w;),X" (t,w,)
by

X(”(t 0)1 fU,EpE, )dE/E] ,

fvapEf t)dE/EZ

It should be borne in mind that w; (w,) is the field acting
on the transition |i)<«>|E)(|f)<>|E)). These suscep-
tibilities can be obtained in terms of 3’s of Appendix A.
From (2.18) we have

fﬁg;(z)u,-EdE (p 4T @) fc’r‘(é, z2);zdE

(3.3)
X t,0,) =

+(pP+IY) [6 8 2vpdE , (3.4)
which, on using the relation
f&gi(Z)UiEdE= fow e % dt f UiEG'E,'(t)dE
= [, e "dt [vippp(tyf (DdE
= [T e mato i), (3.5)

simplifies to
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[ Pe2wigdE=(p?+1?) [ 7 e~#dtd{" 0yt (1)
+p P +T) [ 7 e=de o0y (o) .

(3.6)
On substituting (3.6) in (3.3) we get the expression for the
transient susceptibility

Q (i)(z,a),)

= fomdt

zt ~ . . .
e . [[p(i)+1(z)(z)]q)(ln(t)d}i_z)*(t)
€1

+p P +T D)1 () * (1)} .

(3.7)
Similarly one can derive
X D(z,0,)
0 —zt . ~, . R .
- fo dt eEg {[p(1)+1(l)(z)]q)(zl)(t)w(fl)*(t)
+pV+1 V(@] (g * (1)) .
(3.8)

Transient susceptibilities can be explicitly evaluated by us-
ing the solutions given in Appendix A. No approximation
on the strength of either the field €, or &, needs to be
made.

The steady-state response denoted by X'(w,), X' (w,)
can be obtained from (3.7) and (3.8) in the usual manner.
The existence of the steady-state response depends on the
structure of the roots of det(l + m). Since the time
dependence of ¢¥’s and ®’s is governed by the complex
zeros of det(l1 + m), we will see that nonzero steady-state
susceptibilities do exist in a number of cases of interest
treated in Secs. IV and V. If the fields ¢; and &, pumping
the two transitions are quite strong, then the system is ex-
pected to ionize completely in the long-time limit t— oo.
In such a case the system is unlikely to show any coher-
ence, i.e., pg;(1)—0 as t— . We will therefore consider
the situation when the field acting, say, on the transition
| i)<>|E) is of arbitrary magnitude but the field ¢, is
weak. In other words, the behavior of the strongly cou-
pled system of states | i), | E) is probed by a weak field.
This is indeed the way in which most experiments are typ-
ically done. For example, recent experiments’~!° probe
strongly coupled autoionizing states (coupled either by dc
field or by spin-orbit interaction) by another weak field.
Thus one essentially needs to know X'"(w,) to all orders
in the field g; but to zero order in g,. It should be remem-
bered that the field £, may be either an external field or an
internal field.

IV. WEAK-FIELD SUSCEPTIBILITIES

In this section we examine the form of the susceptibility
in the limit of weak fields. We present results for the
linear susceptibility and Raman susceptibility. These sus-
ceptibilities enable us to interpret the elements of the ma-
trix m [Eq. (A10)] in a transparent way.
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A. Linear susceptibility X'”(®;) and the element m,

Consider the case when the field ¢, is absent and initial-
ly the system is in state | i), (p’=0, p'"=1). We calcu-
late X'” by ignoring the radiative decay of the state | E ).
Since vgr =0 and since the radiative decay is ignored the
matrix m becomes scalar with m,;£0. From (A8) and
(A9) we have

A (i im ~s
&= 1 (i)

- my
j— , i =Z
1+m11

- l+m“

1

1 4.1

To obtain susceptibilities, these are to be used in (3.7), i.e.,
in the equation

A~ o —zt . .

X z0)=— [ dt—e?._rdﬂ”(t) (1) 4.2)
The linear susceptibility is obtained by evaluating

@, (1)1} (¢) to second order in £;,. From (A10) we see that
my; ~0(Q;), ie., O(e}) and hence we can substitute

S~ —imyy, Yi()~1 4.3)
to get
~ im
X z,00)=—- (4.4)
€]
)2
_ L
2i |dig-gq | ? qi 1
81 4 _Z+1_ia ql

r

where (A10) has been used. Thus the element my, gives
the transient linear susceptibility associated with the tran-
sition | i)<>|E). A number of linear and nonlinear ab-
sorption experiments can be interpreted in terms of the
steady-state susceptibility which has the simpler form?’
.2
1— L
2i |dig g |? gi 1

X +— |
eil l—ia g/

X“)((U])-_—

(4.6)

which leads to the well-known absorption profile.
Similarly the element m,, of the matrix m is related to
the transient susceptibility at w, associated with the tran-
sition | f)<> | E),
X Nz, 0,) = 1m222
€

(4.7)

z=z-—iAf

Note that the usual two-photon ionization to a flat contin-
uum can also be studied'? in terms of the susceptibility
X9 if we identify the intermediate state with the autoion-
izing state | a). Here I is to be identified with the rate
of ionization of the intermediate state.

B. Raman susceptibility and the element m,;

The Raman susceptibility can be obtained by calculat-
ing X Y(z,w,) to second order in ¢, and to zero order in &,
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assuming that initially p'?=1, p’=0. Under these con-

ditions (3.8) reduces to

X Nz,0,)= (4.8)

Y (1)

where the product (I>(2i)z/z(f')' is to be evaluated to order
Q;Qf. From (A8) and (A9), ¥’s and ®’s are known to be

dV—_ _;| "
2 14+m 21
—imZ]
T (A4m)(d4+my)—mpmy,
N 1 i 4.9)
VP =(z+id) " A +m)y

We also see that m;~0(V'Q;Qf), m; ~0(Q;),
my, ~0(Qy). Therefore, for the calculation of the Ra-
man susceptibility it is sufficient to use
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Thus m,, is connected directly with the probability am-
plitude of finding the system in the state | f) given that it
was in the state | i) at t=0. Similarly m, is connected
with the probability amplitude of finding the system in
the state | i) given that it was in the state | f) at t=0.

Elements such as m3,my4 are connected with the radi-
ative decay of the Fano state and this is shown in Appen-
dix C.

C. Effect of radiative decay processes on linear
susceptibility X'(w,)

We next consider how the susceptibility (4.6) is modi-
fied due to spontaneous emission from excited states.?
We need to compute ®,(¢)y] (¢) to second order in g;, zero
order in €, but keeping the elements m 3, etc., nonzero as
¥:70, ¥£540. In the limit of weak flelds (i.e., to order €3),
recycling effects do not contribute (I'V'=1 A= =0). Using
(4.2) and the results from Appendix A, calculations show

&(zi)g—imﬂ, 1;_(/!) —(z +1A/‘) le . that
J
2 L2
LESY [ U ) B PR S SO
G i qizﬂl r qi qf qi i
X Dep) = -2 — : (4.10)
2 g Y(in—ia+il,)
T
where P=2q;+4A,,
2
2 2 Yr qi
_ < =g} —n+—-+|1——" | , (4.13)
a T (Cl)l Ea) ’ Q qi n+ r a5
VR W £ S N L AT e
rq? Tg’ ° ¢ |Tg; Tqp |’ ) The absorption profile has the same form as that dis-
cussed by Shore.’ Parameters of the profile are now expli-
1 vi v yiv 1 1 2 citly given in terms of the system parameters. Similar
n=— |1+ 4 1 —'ZL _— considerations yield the modifications in the Raman sus-
L4 r r r 9 4 ceptibility due to the nonvanishing of y; and y.

The expression for X'//(w;) is obtained from (4.10) by in-
terchanging the indices i and f and by replacing a by
(2/Twy+Ef—E,).

In the limit of large g— « (radiative recombination
now negligible), one has a symmetric profile with a width
(C'+vy;+7vy). For finite g the lines are asymmetric. Note
also the asymmetry of the line with respect to the decay in
two channels, i.e., with respect to y; and y,. Figures 2
and 3 show the dependence of the imaginary and real
parts of X' on the radiative-decay processes. The struc-
ture of the absorption profiles is similar to Fano profiles
with radiation damping [as computed in I, Eq. (4.8)]
though they are not identical because y;’s#0. The imagi-
nary part of (4.10) can be expressed in a more instructive
form,

. Q; &
ImX“)(a)l):L—z'— 1+“—’;—t%1 , (4.12)
2 gy n°+a

where

V. EFFECT OF STRONG COUPLING BETWEEN
TWO BOUND STATES | i) AND |a)
ON OPTICAL ABSORPTION

We now consider the intensity-dependent effects in op-
tical absorption. We will calculate the susceptibility
XYYw,) which will depend on all powers of the electric
field at w,, i.e., X'"(w,) will give the linear response of the
system consisting of two strongly coupled bound states
which decay via either autoionization or field-induced
ionization. In addition we assume that the state can decay
via spontaneous emission. For this purpose one has to
compute quantities such as v; and ®; to second order in
g, i.e., to order Q) but to all orders in (2;. The calcula-
tions are rather clumsy and hence we will present the re-
sults for various quantities needed in the evaluation of

XYAw,). Introducing the parameters p'”, u'’ defined by
) ro, 172 ro, 12

n=g; , p=qp | —F (5.1)
Vi Yr
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S5 4

ImX

FIG. 2. Absorption profiles proportional to ImY'(w,) as a
function of detuning §=(2/T')(E;+w,—E,) for g;=1, q;=2,
a=1 and for different values of the radiative decay parameters

(@ vyi/T=y,/I'=0, () y;/I'=0.1, y,/I'=0, and (c)
7:/T=0.1,y,/T=0.1,
we find that
D, N,
det(1+m)~'=D~(z)— —— LB (5.2)

2D? (z+ilAg)
Here D’s are defined in terms of the matrix m,

D(z)=(14+my,)

(O
+(m33+m33m44—m34m43)ll+y72—— )
(5.3)
|
) Q.
e2— |la+A, —i 17—{—-—'—} t;—i—aA,,—-—'qi2 1+Lf—
Y r
T
Zi:—‘lz—(iii-—a)

These roots are known from I and were shown earlier to

determine the structure of the spontaneous-emission spec-
21

trum.?’ Various ¥’s and ®’s are found to be
(P
() ppma ()3
- , 5.6
VD= G rinpm O 6.0
D))
& ip i me T ()3
=40 , .
D (2) Y ((u')’) (5.7
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FIG. 3. Effects of radiative decay on the dispersion charac-
teristics (Rex'”’) of autoionizing states for same parameters as in
Fig. 2.

+may .

@), ()
r
D] =(m33m44—m34m43) ‘1"‘%‘

On simplification D (z) reduces to

E—+—1—ioz
r

_zr

1
D~ (z) >

/Wz—z Nz—2z_), (5.4)

where ¢ has been defined earlier [Eq. (4.11)] and z. are
the roots of the equation

1 7] . 20, o
_— —1 (an— =0,
ar " qi
(5.5)
TN 1 Du;T
Y] (2)= - - :
4 (z4ily) 2D(z +iAy)
+o((uM*, (5.8)
. in’rp
&V(z)=— L L o)) . (5.9)

T 2D(z+iAj)
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On using (5.4) and (A 10) we find that ®5(¢) has the struc-
ture

(1) =Ae’+ +Be” " . (5.10)

The roots z+ are known from I where it was shown that
Rez, <0 as long as y;,y55<0. For a realistic system y’s
will never be zero though they may be negligibly small
and hence

lim ®(1)=0.

t— o0

(5.11)

It may be added that the two limits y—0, t— « do not
commute. Physical ordering of limits obviously should
correspond to lim,_,olim,_, .. The functions <I>(2f ' and
1//(ff)(t) have oscillating contributions in addition to the de-
caying contributions and hence in the steadP' state only the
oscillating terms will contribute. Since <I>2f (1) is already
of order u'f ? it is therefore sufficient to take

YD) =e N (5.12)
Using (5.9) and (5.12) we obtain the result
/"D (—ihy)
. (% iy H 1 —1ay (N4
tlln:o ¥ (0@ (1) 2D(—id,) +0((u'’")?) .
(5.13)

The steady-state susceptibility can now be obtained by us-
ing (5.11) and (5.13) in (3.8),

in ' 'rD(—iAy)
2D(—iAj)e3

XN wy)=[p"+1(0)] (5.14)
The function T ’(0) now needs to be calculated to zero

order in Q;. Equation (2.17) gives the function 7. Set-
ting Q=0 leads to (cf. Appendix B)

T/H—0, Tfi=0 (5.15)
and hence
FO_piRit (1 _ Ty (5.16)

The nonvanishing elements T T are obtained from
(B2) and (B3),

A 0,0°% 1o * _Q*
zy+z, zi+4+z_ z,+z_ z_+z_
(5.18)
2
PiZFZII;'l (Z—Zi)P,
—>Z4+
5 (5.19)
Qi:—I:z]iT (z—2z4)Q .
—Zt

Thus P, (Q+) are the residues of the function P(Q) at
the poles z4,

172

(0
r mays
P= 2 D) ° (5.20)
172
0= r p' N myymay —msgmys+ms3) (5.21)
T2 D(z) ’ )

A. Probing of laser-induced continuum
structure—optical mixing of a bound state
and an autoionizing state

Our final expression for the intensity-dependent suscep-
tibility is given by (5.14) with 1) determined by Egs.
(5.16)—(5.21). This will now be used for sjpecific applica-
tions. The frequency dependence of X'Y(w,) is deter-
mined by the roots of D(—iAf) which depend on the
coupling between |i) and | E), i.e., on the strength of
the field one and the frequency w;. The susceptibility
xY w,) acquires a doublet structure, the resolution of the
doublet depends on E;, w;, and the g values of the transi-
tions.

From (5.14) we find that X'(w,)=0 if p/'=0, p'¥' =1,
and if spontaneous emission is negligible. The Raman
susceptibility is zero if the radiative decay of states is
negligible and if the transition |i)<«>|E) is strongly
pumped. The susceptibility X(w,) is nonzero for
p'=1, p"=0 even if y;~y;~0. In the conventional
language this situation corresponds to inverse Raman ef-
fect.

In the limit y;=y;=0, we can obtain a much more
transparent expression for the intensity-dependent suscep-
tibility X'”(w,). On simplification Eq. (5.14) leads to

F(0)=2 P P PLP_ PP, P_pP*
- * * * * ’
zy+z, zi+z_ z,+z_ z_+4z_
(5.17)
J
q 2
X(f)(w ): lrﬂf qi
25% (8—e NE—€e_)
T
where

2
8= (E;+w;—E,) .

We now present numerical results for the dependence of
XY on the intensity Q; and the radiative-decay parame-

(5.23)

, (5.22)

ters. The typical dependence on these parameters is
displayed in Figs. 4—8. Figures 4 and 5 give the behavior
of the imaginary and real parts of X'/’ when the radiative
decay is negligible. The real (imaginary) part of X is typi-
cally dispersive (absorptive) in nature. Figures 4 and 5
show the very narrow resonance in optical absorption cor-
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FIG. 4. Absorption profiles (proportional to Imy'’) for two
strongly coupled autoionizing states for y;/I'=y,/I'=0.001.
Different curves are labeled by the values of ;. The scale on
the right corresponds to the curves on the right side of the cen-
tral line. The behavior in the region where there is a minimum
is not shown though the minimum values are nonzero.

responding to system parameters such that

Q,:1+£ .

qi

(5.24)

This spike is well known'®*!? in related studies on the

spectrum of photoelectrons obtained by strong field-
induced autoionization. Figure 6 shows the sensitiveness
of the optical absorption on the tuning of the field. For
the problem of two strongly coupled autoionizing levels,
Figs. 4 and 6 show how the absorption can differ depend-
ing on the relative location of the two autoionizing levels.
Note the presence of two interference minima in Fig. 6.
Deng and Eberly?* have discussed the presence of two
minima in the photoelectron profiles when both the tran-
sitions are strongly driven. Figures 7 and 8 give the
behavior of absorption profiles and dispersion profiles for
nonzero y values.

B. Two strongly coupled autoionizing states either
by dc field or by internal interactions

Recent experiments’~!° on the inhibition?® of autoioni-

zation are essentially connected with a real root of the po-
lynomial (5.5) for certain values of the coupling between
the two autoionizing states and the relative separation be-
tween the two states. We now obtain explicitly the result

24
RA
20
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16
4107
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05 105
8
103
4
101
>
= {-01
-4+
1-03
._8 L
41-05
)
{-07
16+
{-08
-20 t+
{-11
-4 -3 -2 -1 0 4 8 12

FIG. 5. Dispersive properties of the susceptibility X'//(w,) for
two strongly coupled bound states for same parameters as in
Fig. 4.

for the situation discussed in Ref. 7. The state |i) is a
real autoionizing state. We assume that its autoionization
is negligible, i.e., we take the limit Ug;—0. The parameter
a now becomes the relative separation between two au-
toionizing states. The dc field connects the states |i)
and | a). Let Qg be the strength of such interaction, i.e.,
405

2 (5.25)

Qo
We can obtain the intensity-dependent susceptibility for
the situation of Ref. 7 by taking the limits!'
Q;—0, g;— o, Q;q7=const=0, (5.26)

in the expression (5.22). The relevant susceptibility is then
found to be

_iTQy [(8—a)(8+2g +igf)— Qo]

X w,) , (5.27)
RCORP (6—e,)(6—¢_)

where € are now given by the solution of
e2—[a—ile—Qy—ia=0. (5.28)

We can now study the behavior of X'(w,) as a func-
tion of dc field strength ;. We show some typical results
in Figs. 9 and 10. The general behavior of ImX" is in
agreement with the observations reported in Ref. 7. The
imaginary part of the susceptibility (5.27) is identical to
the expression for the photoelectron profiles as calculated
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FIG. 6. Same as in Fig. 4, but the strong field is tuned dif-
ferently, a= —3. Other parameters are chosen to be Q;=2,
gi=1, gy=2. For brevity we show the behavior in different re-
gions. The two curves join continuously.
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FIG. 7. Absorption profiles for the same values of the pa-
rameters as in Fig. 4, except now y,/I'=y,/I"=0.05. The ac-
tual values for the curve marked =2.0 are twice that shown.
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FIG. 8. Dispersion characteristics of the intensity-dependent
susceptibility X(w,), for y;/T'=y;/IL=0.05. The other pa-
rameters are the same as in Fig. 5.
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§

FIG. 9. Imaginary part of the dc-field-dependent susceptibili-
ty XY [Eq. (5.27)] for two coupled autoionizing states. Curves
are marked by the values of ), Other parameters are taken to
be gs=5, =0.03.
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18

12

FIG. 10. Dispersive properties of the dc-field-dependent susceptibility for the same parameters as in Fig. 9.

by Agarwal et al. [Ref. 11, Eq. (8) with y,=0]. This is
expected since, in the absence of the radiative decay, any
absorbed energy must result in photoionization.
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APPENDIX A: EXPLICIT CALCULATION
OF THE AUXILIARY MATRICES o

In this appendix we present the solution of Egs. (2.9) so
that the matrix o can be constructed. On taking Laplace
transforms of Egs. (2.9) and on formally solving for v;,
Y assuming that 1z(0)=0, we get the equations

{[;i:z—ltp,-(O)—iz‘lde oEdE (AD)

A~

Br=(z+iA) W0 —i(z +iA)) " [dE v} e, (A2)

~ 4 A
bg,+ 3 [dEK(E)L{(E)yg

i=1
= —iK{(E);(0)—iK,(E|)Ys(0) . (A3)
Here the functions K and L are defined by

K\(E)=vg[z(z +iAg)]7!,
L](E):UE,':U,'E y

K2(E)=UEf(Z +l.AE)7l(Z —f-l.Af)_l >

Lz(E):UEf,

172 (A4)
K;(E)= % (z+iAg)'BE,

1/2
L3(E): ﬁ BEa s

2

1/2
K (E)= % Cr.(z+iAg)~ 1,

172
Lap= ||

The integral equation (A3) can be solved analytically as it
involves a separable kernel. In terms of 4 X4 matrix m
defined by

m;= [ L{E)K(E)dE , (AS)
one finds that ¢ is given by

Ue=—i 3 K;EN(1+m)i' 90+ (1+m)5'$,(0)] .

’ (A6)

As discussed in Sec. IIT the calculations of the polariza-
tion also involve the quantities ¢ defined by
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;= [L(E)xdE . (A7)
Using (A3) one finds the solution for ®’s,
A m m
=i || ¢;(0)—i | —2— . (A8
j i Tom }A!d:,( ) 111+m ‘2¢f(0) (A8)
J j
We can rewrite 1’/;,~,$ ¢ in terms of s as
U=z [(0)—i®,],
(A9)

Vr=(z +iAp) [P0 —iD,] .

The structure of the m matrix depends on the energy
dependence of the matrix elements vg;, i.e., it depends on
the structure of the continuum. For a flat continuum vg;
can be taken to be energy independent. However, for our
system the continuum described by Fano states | E) is
not flat, though the original continuum [described by
| E)] is flat. Equation (2.4) gives the resonant structure
of the matrix elements. We assume that Ug; are approxi-
mately energy independent. Calculations then lead to the
following results for the various elements of m:
m11=im33 |dier|?,

Yiz

2 2
My =———""——"my, |ds € ,
22 '}’f(z+iAf) 44| fa 2|
) 1/2
mp= |— | (dig-€)mzz=myz,
Yi
2 172
Moy= | — (dfa~£2)m44:m42(z+iAf),
Yr
1/2
2 msy
my= |— (dig-€))msg=myz )
i 43
1/2
2 . my3
Mmyoyy= |— (dfa'Ez)m43=m32(Z+lAf)'_“,
Yr ] msq

2 may (A10)

Vv @ +isg)

myi, ——"—‘(d,'a ‘81)(dfa '52)

2
my =(d; g Ndsyo€y) ——=my; ,
21 ia "1 fa €2 zm 43
Ry
1—-L
m i 9 + 1
B="5 2 |
r | 2z 2
LI qi
F+ a
2
1— -+
2 v o1
2 b
r 2—1f+1—fa s
R | R
VYiYr 4i 9 1
Mm3a=my3= T 2z
?+l—ia 997

2 27 2T |
a=“i::(a)1-—-Ea), Q= r |Uet'|2’ Qf= r U€f|2 ’
(A11)
2 2
q ar
[ diver|?= |5~ | [dpeen|*= | =5 | O
(A12)

The parameter Q;({f) is a measure of the strength of the
transition from the state |i) (|f) to the continuum of
states | E) caused by a field with amplitude €; (g,). It is
the rate of ionization (measured in units of I") of the level
| i) due to the applied field with amplitude €;. In Sec. IV
and Appendix C we show how various element of m cor-
respond to the elementary processes among the unper-
turbed states of the system. Note that the elements of m
are already in terms of the matrix elements of various in-
teractions between the Fano continuum |E) and the
states |i) and |f). More explicitly, one has the rela-

tions of the form
. | vE; lsz
] m — I -
zl«)n})Z n(@) ll—{l}) f (z4+iAg)

. | vgi | *dE
= IUEaiiz—leT .

(A13)

APPENDIX B: CONSTRUCTION OF T MATRICES

We now use solutions from Appendix A to construct T’
matrices as defined by (2.16). Let ¥'© () be the solu-
tion for the functions i corresponding to the initial condi-
tion ¥;(0)=1, ¥,(0)=0 [¢(0)=1, ¢,;(00=0]. Thus the
superscript on functions such as ¥ and ® will indicate the
initial condition. From (2.8) one then has

oSO =YW (1), 0L5(1)
=y * (1) . (B1)
The T matrices then acquire a factorized form, for exam-
ple,

Tii(t) = ”7 [dE, [dEBS Br,otiy ()+c.c.

Vi : :
= 7’ JdE\BS 0% (1) [ dE B, yi(0) +c.c.

y 172 2
=5 | JeEBrufn)| +ec.,
which on using (A4) becomes
T()=2| [dE Ly(EX{(1)|?
=2|®80)|?, (B2)

where (A7) has been used. Similarly other T matrices are
obtained,

T =2 |0 (1) |2, T ()=2|d(1)|?,
TH (=210 (1)|2. (B3)
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For completeness sake we record d),g s, ;s as obtained
from Egs. (A8) and (A9),

V= _; |- | V= _; | B4
a l[1+m l a ! 1+m a2 ’ ( )
v=z""0+min!, $=G+ia) A +m)n',

PP =z +ir) A +m)z', §V=z""14+m)5' . (BS)

APPENDIX C: BUILD UP OF POPULATION
IN THE GROUND STATE AND THE ELEMENT m;

In order to see the physical meaning of the matrix ele-
ments m 3, etc., let us consider the case of only the radia-
tive decay of the Fano state in the absence of any exciting
field, i.e., we set 1;(0)=1,(0)=0, ¥£(0)5£0, Q;=Q,=0.
For simplicity we also set y,=0. Then using (2.2) we
find that the population in the state | i) builds up accord-
ing to

Yi
piiz—zl_del dezBElaBEzapEzEl“f—C.C- N (Cl)

where pg g, is to be obtained from the solution of the

equation
PE,E,=—I(E\—E;)pg g, — ‘7;“ de BE o Brapee,
— Y. [dE By Bipr, - (€2)
) 2 1
Equation (C2) admits a solution of the form
pElEz(t)=¢E1(t)¢;52(’) , (C3)
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where
; , Yi
Vg, = —iE g, — —2— [ B# oBrUrdE . (C4)
We next introduce the function f(¢) by
f(= [dE Bg,¢g(1) (o)

Using (C4) we find the Laplace transform of the function
f(),

f ¢'E O)BEa
(z +iE)

(C6)

The rate of change of the population in the ground state
can be expressed in terms of f(¢),

pi=vil f(1)|? (€7
From Eq. (AS) we also have
2
Yi |BE,‘1 |
M= ' TiA, (C8)

From (C6) and (C8) it is evident that the time dependence

of f(¢) is determined from the zeros of 1+ m3;, with
m 33 computed with w;=0, i.e., from
—1
2z 2 Vi Yi 2i
Zo_ZE-N1+=5| h+2E -2
r r Fq, r qi

(C9)

This thus establishes the importance of m;; in the prob-
lem of the radiative decay of the Fano state | E ).
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