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A general theory of laser-induced quantum beats introduced in paper I is extended to include the effects of
sequential laser excitation by several lasers for atomic systems either free or subjected to external static
fields. A detailed study is made of the dependence of the quantum beat signal on the polarizations of the
exciting laser pulses and detected spontaneous emission. The theory is applied to the echelon excitation of
sodium nD Rydberg states. An analysis of the Zeeman beats produced by excitation in an external magnetic
field suggests new ways to measure the fine-structure interaction constant of the Rydberg levels.

I. INTRODUCTION

In paper I' we considered the dynamical aspects
of atomic excitation by a single-pulsed laser and
the variations of the quantum-beat signal as a func-
tion of laser intensity. Specific saturation effects
resulting from stimulated emission from the exci-
ted atomic states during passage of the laser pulse
and light-induced level shifts were studied in de-
tail. There still remain to be discussed those
geometrical aspects of the laser-induced quantum-
beat effect concerned with the polarizations of the
exciting light pulses and the detected fluorescence.
It is well known that the modulation depth and phase
of the beats are strongly dependent on the direc-
tions of these polarizations.

In this article we discuss the polarization de-
pendence of the quantum-beat signal for the gene-
ral case of laser excitation in echelon (i.e., se-
quential excitation by more than one laser) starting
from a nonoriented atomic ground state. The ex-
perimental significance of this stepwise excitation
process is that it permits one to reach highly en-
ergetic atomic states lying close to the ionization
limit (Rydberg states). Depending on the number
of sequential excitations, states of either odd or
even parity can be populated regardless of the
ground-state parity. In order to bring out clearly
the physical principles involved, we will discuss
in detail the simplest case of two-laser excitation.
Our theory, however, is expressed in a formalism
easily generalized to include more complex cases.

This article is divided into two main parts. In
the first part we derive general expressions for
the angular dependence of the quantum-beat signal
in the absence of external static electric or
magnetic fields. In order to separate clearly the geo-
metric problems associated with the polarizations
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of the laser and fluorescent light from the com-
plicating features of laser saturation, we will con-
sider first the linear or weak-pumping approxima-
tion. We have shown in paper I that this approxi-
mation is generally quite satisfactory. The gene-
ral theory that we develop will be applied to the
specific case of sodium atoms sequentially excited
into the nD levels via the intermediate 3P, ,, level.
This example is of particular experimental interest
because of the inverted ordering of the D fine
structure and has been recently studied in much
detail by laser-induced quantum-beat spectro-
scopy.? We will also analyze this experiment using
the full rigor of the general theory to show what
modifications in the weak-pumping approximation
result from laser saturation.

In the second part we extend the theory to in-
clude the effects of external static fields on the
quantum-beat signal. The results of this calcula-
tion suggest new experimental methods for mea-
suring internal interaction constants of Rydberg
states.

II. SEQUENTIAL LASER EXCITATION IN THE ABSENCE
OF EXTERNAL FIELDS

A. Determination of the quantum-beat signal in the
weak-pumping approximation

In Fig. 1 is shown a general level diagram of a
four-level atom illustrating the echelon excitation
and quantum-beat detection processes. Two time-
delayed laser pulses of polarization ¢, and &,, re-
spectively, bring the atom from the ground state
0 to the excited state 2 via the intermediate state
1. As a consequence of the coherent population of
the sublevels of 2, the intensity of the light (de-
tected with polarization ¢,) resulting from the sub-
sequent transition from 2 to f will be modulated.
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FIG. 1. Schematic diagram for two-laser echelon
excitation. ¢, and €, characterize the polarization of
the laser pulses. Quantum beats are observed on the
Jy-J; transition with a polarization &, .

The atom is not subjected to any external fields.
The energy-level structure, therefore, depends
only on the angular momenta of the different sub-
states. In what follows we consider only internal
interactions of the type LS in order to calculate
the fine-structure quantum-beat signal. Hyperfine
structure is assumed to be negligible. Each level
i (i=0,1,2, f) is labeled by the orbital angular
momentum L ;, the total electron angular momen-
tum J;, and the projection 7, of the total momen-
tum on some arbitrary axis to be specified later.
S is the spin angular momentum common to all the
states. The results derived in this section can be
easily generalized to include hyperfine structure
by substituting L;—~J;, S—I1. We will not consider
in this article the more complex case where fine
and hyperfine structures are of the same order of
magnitude. '

The notation describing the partial-density ma-
trix of each electronic manifold is a simple ex-
tension of that introduced in paper I. ¢} is the
partial-density matrix of level 7 immediately fol-
lowing laser excitation from level i — 1. For the
nonoriented ground state we write '

-
0-()""PO’

where P, is the projection operator onto the ground
state. We further assume that the duration and
spacing of the successive optical pulses are very
short in comparison to the Bohr precession periods
within the various levels. Each excitation is there-
fore essentially instantaneous and all excitations
occur essentially at the same instant. No signifi-
cant evolution of the quantum states takes place
during the excitation processes.

Given the above circumstances, the density-
matrix equations (I6a) and (I6b)® of paper I solved
in the weak-pumping approximation can be used to
give the partial-density matrix ¢} in terms of the
partial-density matrix of the previous level 0 ;:

0i=k{(+ )P, DP; 05 P €% BP.‘, (1a)

where

dt’

R&P (o) = f Ty (1b)

Equation (1) allows one to deduce o} from og and
o, from o;. Knowledge of o} yields the quantum-
beat signal through use of Eq. (I1).

For even a relatively simple atomic system such
as that of an alkali atom, there is a multiplicity
of sublevels all of which may contribute to the
quantum-beat signal. The explicit determination
of this signal would be a rather formidable task
were it not possible to circumvent tedious series-
summations through use of irreducible tensor
operators.* The simple rotational properties of
these operators allow one to write the signal as a
sum of a small number of terms each having the
angular dependence of a spherical harmonic or of
a product of two spherical harmonics. We there-
fore introduce for each level i a base of irreducible
tensor operators

Ji .l’iTl:,; = Z' (Zki+ 1)1/2(_1)J;-M;

m, mi

Jikid;
X [T ym W T im)| — (2)

Each of these operators acts only within the ith
manifold of states and only between J; and J}.
This leads to the following expression for the time
evolution of 7i7iT4i:

exp(-i3Cyt/x) 77t T4 exp(+i3,t /%)
=exp(-iw',i‘,',rt) "iJiT’;:j. (3)
The tensor operators obey the following orthogon-
ality relation
Tr {JJ' Tﬁ J”J"'T::*} = GJJ,,GJ,J,,,\GWGW. 5 (4)

and transform under rotation according to the
characteristic equation

G(9,6,7) "I THEN9,0,0)= L RED Twirki. (5)
Z;

A compact expression for the quantum-beat sig-
nal which clearly exhibits its geometric properties
is obtained by expanding the partial density matrices
and the detection operator [Eq. (I2)] in the base of
irreducible tensor operators. We consider first
the partial density matrix o} representable as

7i= X afisr s, (62)
where
- -
aili=Tr{o} 7171k}, (6b)

For the nonoriented ground state we have
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Equation (1), which expresses 0% in terms of
031, leads to a linear relation between the coef-
ficients a of level ¢ and those of level i — 1
ALK M P Het e AL
The explicit expression for the transformation co-
efficients A will be given and discussed shortly.

A derivation of this expression can be found in Ref.
5. These coefficients obey the selection rule |ki
~ k.| <2 and the symmetry relation

J J J 3 J =Jid54 i
(kiiqi kjlqu(s))* kjqujAk;qgi(i*). (8)

For the case of two-laser excitations the a coef-
ficients of the state 2 are obtained from the re-
cursion relation (7) and the ground-state density
matrix (6¢):

azzzq';'z = kél)(+ oo)k(()Z)(-p )

1 . . , )
X3 G AR AL @)

(9)

We now consider the expansion of the detection
operator 64,(¢,) given in paper I as

O4et=Pyéq" DPse¥ - DP, (10)

in the base of irreducible tensor operators:
baet=D Basat SETHE. (11)

Examination of Eq. (1a) and (11) shows that 6, is
related to P, the projection operator onto the final
state f, by a linear relation of identical mathe-
matical form to the one connecting o; to 0. The
expression for the g coefficients is therefore im-
- mediately deducible in terms of the known A co-
efficients:

,,,é J’z"—(zJ +1)1/2 IEAZ (). (12)

The quantum-beat signal I(¢,) adopted from Eq.
(15) can be written as

I(gd)=Tr{PZe-iscot/ho.;e+i:}cot/h9§et}e-rt. (13)

By combining the tensor expansions of 64, [Eqgs.
(11) and (12)] and of o} [Egs. (6a), (6b), and (9)],
the symmetry relation [Eq. (8)], the orthogonality
relation [Eq. (4)], and the field-free time develop-
ment of the irreducible tensors [Eq. (3)], one ob-
tains the following multipolar form for the quan-
tum-beat signal:

1=k =)
XZ JfJ_fA-ngz (g*) JZJZAJlJl(A )JIJIAJOJO(g )

-iw

x[(@J; +1)(2T,+ )] 2e 278 et (14)

The mathematical structure of this expression is
actually quite simple. There is a sum over prod-
ucts of three A coefficients which, from right to
left, characterize the three successive transitions
undergone by the atoms during the course of the
experiment: excitation from level 0 to level 1,
excitation from level 1 to level 2, and decay from
level 2 to level f. Each A coefficient contains the
entire angular dependence of the corresponding
transition.

The amplitude of the modulation at each fre-
quency w, ;s is obtained by summing over the re-
peated 1nd1ces in Eq. (14). The sum over the ten-
sor orders k, and k, is restricted by the selection
rule Ak, <2 to include only the values 0, 1, and 2.
The sum over the component index g; ranges from
—k; to +k; in integral steps. The sum over the
angular momenta J,, J;, J;, and J; is determined
by each experimental situation. In the case that
the first laser pulse has a spectral bandwidth A,
greater than the fine structure of levels 0 and 1,
one induces transitions from all the levels J, to
all the possible levels J; of the intermediate state.
If the fine structure in the state 0 or 1 is greater
than 4,, then only certain of the J,-J, transitions
are induced and the summation is accordingly re-
stricted. Likewise, only those quantum numbers
dJ; are included for which the appropriate radiative
decay transitions are detected.

B. Angular dependence of the Signél

In this section we discuss the polarization de-
pendence of the A coefficients in order to obtain
an explicit expression for the angular dependence
of the beat signal. We restrict our study to linear
and circular polarizations. The polarization of an
electric field can be completely characterized by
the Euler angles 6, ¢ of the unit vector which
specifies the direction of field oscillation (for
linear polarization) or the axis of field rotation
(for circular polarization). (See Fig. 2.) If 6=¢
=0 we refer to the polarization as one of three
“principal polarizations”: 7 if € is linear along
the 0Z axis, and o, or o_ if € rotates in the X0Y
plane counterclockwise or clockwise, respective-
ly.

In the case of a principal polarization the A co-
efficients, derived in Ref. 5, take the following
form:
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’AJ i-1 i-l(Q) ( 1)2(L‘+S)+1( 1)(J "Ji)( l)ki-l-qi-l-oia

m ki 441 LIS

X[(2k;+1) (2R, +1)(27,+1)(2J} + 1)(2J ., + 1)(2J]_, + 1) /2

L. 1L;

i=1

ia S Jy YT S I}

L, 1L,

1 1 1

X Z (2x+1)<1 1 x><x ki ki Ty Jig Riop e (15)
=0z Qi =@ 0/\0 -g;, q;/(J: Ji K
T
The index Q; is equal to 0, +1, or —1 if the excita- the Euler angles 6,, ¢; is easily deduced from the
tion polarization is respectively 7, or o_. A coefficients for the principal polarizations by
[} 0 the Kronecker 0 symbol, expresses the making use of the rotational properties of the irre-
fact t]hat the excitation is rotationally invariant ducible tensors. This is accomplished by carry-
about the 0Z axis and therefore cannot couple ing out two rotatlons A first rotation ®(¢,,0,,0)
tensor operators Tf, with different g. The various on the operator T', Ryl brings €, into the direction of
3J and 6J symbols impose certain selection rules. 0Z thereby makmgi it a principal polarization. We
In particular the 3J, can now define the polarization component @, and
1 1 % use the known coeff1c1ents A(Q ) to characterize
(Q —Q 0) ’ the passage from T 1-1 toT : A second rotation

®(;,0,;,0) on the T"t returns the polarization &;
to its initial posmon The final expression for
A(€,) obtained by these rotational transformations
(x Ry k i) is

0 -q,, q;)° 7

J s J
kiag Aki-lqi-l (Qf’ 0is & )

is nonzero only if x=0,1,2. This restriction, ap-
plied to the other 3J,

leads to the previously mentioned selection rule
lki_l —ki]$ 2 characteristic of electric dipole &) 1 Fior T

transitions. Finally, utilization of the symmetry ZR (¢4,6,,0) { Aki 11,, 1@y)
properties of the 3J, 6J, and 9J symbols leads to
the following symmetry property of the A coeffi-

cionts: X[R*(p,,0, 00D . (7
To illustrate angular dependence explicitly, we
,a Iig i-ll':i;l(Q )= '-1;: ;lA,‘:qu'( -Q,). (16) replaced the notation A(€,) by A(Q,,6,,0,).
A general expression for the quantum-beat
The above relation is recognized as a special case signal is obtained by combining Eqgs. (14) and (17).
. of Eq. (8) since A is real for a principal polariza- The signal is independent of the choice of the 0Z
tion. axis although a judicious choice could simplify
The expression for the A coefficients in the gen- the mathematical form. We take, for the moment,
eral case of arbitrary polarization €; defined by " 0Z parallel to €2, i.e., 0,=¢,=0. This leads to

I =P+ )@ (+2) Y [(2,+ 1)(2J; +1)]2/2e 7275t o-Tt ‘rf'rfA"sz( Q)

- )

><[ (k2) (‘Pw 645 0)]( 1) :22;722A1{11q~;1 (QZ)R::% (¢1’ 0,, 0) :110J1AJ0J0(Q1) . (18)

L

Q,, @,, and @, are equal to 0, +1 depending on C. Application to sodium nD Rydberg states
whether the corresponding polarization is linear
or circular. The angular dependence of the signal The general expression, Eq. (18), for the quan-
is entirely contained in the rotation matrix ele- tum-beat signal issued by an atom subjected to a
ments R;’:g) which are proportional to spherical two-step laser excitation process is algebraically

harmonics. complex and its geometrical properties not easily
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FIG. 2, A unit polarization vector is specified by
the Euler angles of the axis of (a) electric field oscilla-
tion (for linear polarization) or (b) rotation (for cir-
cular polarization). The sense of rotation about an
axis is given by the right-hand rule.

inferred. To illustrate some of the physical ideas

" contained in this expression we use it to discuss
a recently performed experiment on the nD 'Ryd-
berg states of the sodium atom.?

In Fig. 3 are shown the specific excitation and
detection processes under consideration. Two-
laser pulses excite the atom from the 3S,,, ground
state to the nD;,, ,/, excited states via the in-
termediate 3P,,, state. Since the fine-structure
interval in the 3P level (17 cm™) is much larger
than the spectral bandwidth of the lasers (~1 em™),
it is possible to select only one of the P-level
fine-structure components. The fluorescent radi-
ation upon which are superposed the quantum beats
is detected for the D to 3P transition. The de-
tection is made without a monochromator and
therefore transitions to both the Py, and P, ,
states are detected. In summary, we must there-
fore employ in Eq. (18) the following angular-mo-
mentum quantum numbers:

3 3 3
Jo=3; Jy=di=3; JyJp=2and3, J;=3and 3.
In the case of linear excitation and detection

polarization, evaluation of Eq. (18) leads to the
signal (in arbitrary units)

I=I,+1, coswggt, (19a)
where

1,=148.148

+66.369 [4(3 cos?6, - 1)]+14.814 % (3 cos?6, - 1)]

+63.703 [ (3 cos?6,-1)][3 (3 cos?s, —1)]
+105.333 sin26, sin26,cos(¢p, - ¢,)
+67.333 sin’g, sin®g, cos2(¢, — ¢,) , (19Db)
and
I,=37.333[3(3cos?g,-1)]
- 26.666 [ 3 (3 cos?9, -~ 1)][3(3 cos?g, - 1)]
-38.666 sin20, sin26,cos(¢, — ¢,)
—8.666 sing, sin®g,cos2(¢p, - ¢,) . (19¢)

2 D 372
7 D 52
2
1 P3/2
P12
1
0 S 172

FIG. 3. Level diagram for the echelon excitation of
sodium D Rydberg states from the 3S,,, ground state
via the 3 Pg/, intermediate state.

The frequency wyg characterizes the fine-structure
splitting in the nD level.

Table I summarizes the values obtained for I,
I,,, and the modulation depth n,=1,/I, for different
polarization configurations. We disregard for the
time being the last column of the table. The first
two lines and last three lines in the table corre-
spond, respectively, to the cases of parallel and
perpendicular laser polarizations. For each of
these two excitation configurations there are va-
rious simple configurations of detection polariza-
tion.

An examination of Table I immediately reveals
several important facts. First is a verification of
the relations

L(1)+21,(11)=0,
I(II)+1,(IV)+I,(V)=0,

(20)

which express simply that the quantum beats van-
ish when, for each excitation configuration, sig-
nals of three orthogonal polarizations are detected
simultaneously. This result is characteristic of
all experiments in which the signal is sensitive to
nondiagonal elements of the atomic density matrix
(the coherence terms). To observe these coheren-
ces there must be a privileged detection polari-

" zation. The detection of all polarizations gives a

signal sensitive only to the populations of the ex-
cited states. Neither quantum beats nor level
crossings would be detected under such condi-
tions.

In order that the sum rule, Eq. (20), be satisfied
it is necessary that the quantum beats undergo a
180° shift in phase when one passes from configu-
ration I to II, or from configuration III to IV or V.
This is a very useful experimental property in that
it allows one to verify that observed modulations
are indeed of atomic origin. Moreover, the mea-
surement of the difference of two signals in phase
opposition enhances the beat contrast by eliminat-
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TABLE I. Coefficients I, I,,, of the signal- and beat-modulation depth n for various polar-
ization configurations, in the case of fine-structure quantum beats of the nD states of Na in-
duced by stepwise laser excitation. Two values of n are given. 7, corresponds to the weak-
pumping case; ng corresponds to the strong-pumping limit. I and I,, values given in the
table result from the weak-pumping limit calculation.

Polarization
configuration Value of 6, ¢ I, I, Mo o Ts
Iy ! 0;=¢1=0 293.035 10.666 3.64% 3.64%
€1 €5 €4 04=¢z=0
ot ) — 0;=y=0 97.926 —5.333 —5.44% —5.44%
€ € €4 0,=7/2, $pg=0
I .. I 1 0,=7/2, ¢;=0 175.259 50.666 28.90% 30.98%
€4 € € =dg=0
T 0,=0,=7/2 190.815 —42.666 —22.36% —22.65%
€ & € P1=b3=0
v €4, 0y=0,=1/2 56.148 -8.00 -14.24% -16.19%
€4 € $1=0, Ppg=7/2

ing a major part of the nonmodulated portion of the
signal as well as experimental noise.

" A second point demonstrated in Table I is that the
quantum-beat modulation depth is very sensitive
to the polarization configuration of the exciting
pulses. The configuration with €, perpendicular
to &, leads to greater beat contrast than with &,
parallel to &,. Given the complexity of this exam-
ple, resulting in part from the large angular mo-
menta involved, the physical interpretation of this
result is not evident. One can, however, find a
similar correlation between the polarizations of
successive pulses by studying a much simpler -
system. In Fig. 4 are schematic diagrams for the
sequential laser excitation of an atom from a J=0
ground state through a J=1 intermediate state to
a J=1 final state. The application of a magnetic
field would lift the degeneracy of the J=1 magnetic
substates and lead to Zeeman quantum beats in the
emission from the final state. For this system we
consider the results of different laser polarization
configurations.

We suppose initially that €, and €, are parallel.
There are two possibilities of interest: ¢, and &,
parallel to the axis of quantization specified by the
magnetic field (7 polarization) or ¢, and ¢, perpen-
dicular to the quantization axis (o polarization). As
shown in Figs. 4(a) and 4(b) the selection rules
Am =0 for 7 polarization and Am =x1 for ¢ polari-
zation lead after two-laser excitations to popula-
tion of a single final substate (J=1, m=0) and con-
sequently to no quantum beats.

We next suppose that ¢, and &, are mutually or-
thogonal. There are again two cases of interest:
&, or ¢, parallel to the quantization axis. As shown

in Figs. 4(c) and (4d) the appropriate selection
rules lead in both cases to a coherent population
of two final substates (J=1, m =+1) and conse-
quently to quantum beats. For this example the
beats are in fact 100% modulated if one detects

. . o J=1 .
A
]
]
| /\
. . o J=1 . oJ=1
I J=0 . J=0
(a) (b)
=1 . . J=1

XD 5
\wc ry ] o coner s I
. ° J= .

\/.

(c) (d)

FIG. 4. Ilustration of correlation between the genera~
tion of quantum beats and the polarization configuration
of the exciting laser pulses for a simple atomic system.
@) €1”€z||z (b) (€1|| 52)-'-2, ) (€11&y); &z, @)

L €y); €,]l2, where €, and €, are the laser polarizations
and 2 is the axis of quantization.

[ SS— Y
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the signal with ¢ polarization [see Eq. (113b)].

This simple example shows clearly that the rela-
tive orientation of the two excitation polarizations
is very important and that greater beat contrast
occurs for crossed polarizations. Although the
experimental example of the sodium »D levels is
more complex, this same conclusion remains qual-
itatively valid.

D. Effects of laser saturation in some simple cases

We now consider how laser saturation affects
the results of Sec. IIC. To do this we will deter-
mine as an example the exact quantum-beat sig-
nal of the sodium nD levels for the polarization
configuration III (see Table I). This configuration
corresponds to the greatest modulation depth cal-
culated within the framework of the weak pumping
approximation.

In Fig. 5 is a diagram of all the levels involved
in the excitation and decay processes with the cor-
responding transition matrix elements labeled.
The polarization of the first laser pulse is per-
pendicular to the quantization axis 0Z (polariza-
tion 0); the selection rule Am;=+ 1 is therefore
applicable. From each sublevel of the 3S,,,
ground state there are two sublevels of the 3P,,
intermediate-state excited:

38, /5(m; = +3)= 3Py (my=~3, +3) ,
38, sp(my = -3)- 3P, n(my == %, +3).

Each of these two pairs of P,/ sublevels is com-
pletely uncoupled from the other. The total sys-
tem, at this point, can be regarded as a combina-
tion of two independent three-level systems such
as treated in paper I, Sec. IIIA. As the sum of
the transition probabilities a2 +b% is the same for
the two three-level systems, the density matrix
of the system in the intermediate 3P,/, state is in-
dependent of the saturation parameter of the first

-5/2 -32 V2 V2 ¥2 5/2 =32 -2 12 32
x x x x x x x x
x x x x x x x x
% L] 2 a ; b’2 a b2
2 ) a b, ay |b
x x x x x x x x
"
b !

(@) ()

pulse [see Eq. I16) and the discussion following].

The second laser pulse is polarized parallel to
the quantization axis (polarization 7); therefore
the selection rule Am,; =0 is applicable. From
each sublevel of the 3P,,, intermediate state one
excites one sublevel (of the same m;) in each of
the two nD fine-structure components:

3P,y (my) = nDspp(my ), nDg p(my)

For this excitation the resulting atomic system
can be regarded as four independent three-level
systems.® From symmetry considerations it is
evident that the transition matrix elements are the
same for excitation out of 3P, (m, =+ 3;) likewise,
for excitation out of 3P, (m; == ).

We have, therefore, only two distinct and inde-
pendent three-level systems. The signal is ob-
tained by doubling the contribution determined for
these two systems. As shown in Fig. 5 the corre-
sponding excitation matrix elements are a,, b, for
the first system and a’,, b; for the second.

To obtain the signal we must consider the transi-
tion matrix elements for spontaneous emission to
the 3P levels. [See Figs. 5(b)and 5(c).] Transi-
tions to the level 3P,,, can originate from the
my;=+ 3 sublevels of nD,, and #D,,, with respect-
ive amplitudes a, and b,, or from the m;=+3% sub-
levels of nD;,, and nD,,, with respective ampli-
tudes a,, b;. Transitions to the level 3P, can
originate only from the m, =+z sublevels of nD,, ,.
This amplitude is designated c,.

The exact quantum-beat signal follows from the
analysis given in paper I, Sec. IITA:

I =2a%KD (+00)K2(+0 )(al +b% +2a2b2 cosw g t )e™ Tt
+ 2520 (+00 )k @ (+e0)

Iz 14 72y 12 ”2 2 =Tt
X(ay* +b,% +2a,?b,? coswpgt +a?c2)e™ ", (21a)

where

FIG. 5. Detailed level
diagram, showing excita-
tion and decay transition-
matrix elements, for the
two-laser echelon excita-
tion of sodium D Rdyberg
states. (a) The first ex-
citation leads to two un-
coupled three-level sys-
tems. The second excita~
-3P 32 tion leads to four uncoupled
| 3P 12 three-level systems. (b)
- Decay to the 3P/, level
leads to four uncoupled
three-level systems. (c)
Decay to the 3P/, leads
to two uncoupled two-level
(c) systems.

-2 12
_nD 32

-nD 522

c2 |c2

~3Sv2
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1
2(a% +57)

Ao (-7 o 5535

kgl)( +oo)=

k?“”ﬁm

x[l—exp(—j::” dt’—z,l—fg%%g) )] y
4O () g ey

x[l—exp(—[@ at’ 2(“(5(%5-3} s

(21b)

with a2=3b2=0.75; bZ= 4a2—8><10' ; c2=50a,?
~11.11 10'2 b'2— 12 X102, The ratio [kf,z’(+ oo)]/
[£!® (+e)] depends on the saturation parameter.
If S=T/T,<1, then

k(z)(+°°) _
ke @ ()
If T/T,>1, then
(2)(+°°) rz +b'2
RIP () a2+b2

We see in this case that the beat signal depends on
the saturation parameter of the second laser ex-
citation. The numerical evaluation of the signal
in the limit of strong pumping, leads in this case
to an amplitude modulation of 30.99%. This is to
be compared with 28.90% predicted by the theory
in the weak -pumping approximation. The effect

of laser saturation in this case is seen to. be prac-
tically negligible. The last column of Table I
gives, for the five polarization configurations, the
value 7, of the beat-modulation depth in the case
of strong pumping. Comparisonwith the weak-pump-
ingparameter 7, tabulated in the adjacent column
shows that in all cases the effects of saturation
are either null or extremely small.

III. QUANTUM BEATS PRODUCED BY SEQUENTIAL

LASER EXCITATION IN THE PRESENCE OF AN
EXTERNAL FIELD

A. General expression for the beat signal

In the preceding sections only couplings internal
to the atom (e.g., fine or hyperfine structure)
were responsible for the time evolution of off-
diagonal elements of the excited-state density ma-
trix (i.e., the precession of the analogous class-

ical electric dipole moment) leading to the appear-
ance of quantum beats in the decay radiation. We
now generalize our theory to include the inter-
action of the atom with an external static electric
or magnetic field. The external field lifts the
degeneracy of the different magnetic sublevels of
a given fine-structure or hyperfine-structure com-
ponent thereby giving rise to new beat frequencies.
The beats observed under these conditions permit
one to measure important atomic parameters such
as Landé g factors of polarizabilities.

To determine the time evolution of the atomic
system we add to the field-free Hamiltonian 3¢,
the Hamiltonian of the external interaction JC,,
whose specific form differs according to whether
an electric or magnetic field is involved. In the
case of coupling to a magnetic field ﬁo, ¥,y in the
absence of hyperfine structure can be written for
a basis of states |nLS) as -

scex=-ﬁ%lﬁ(i+z§), (22)

where 5 is the Bohr magneton. In the case of
coupling to an electric field E, 3Cex can be written
as an effective Stark Hamiltonian:

E D |n'Ldm»n'L'I'm'|E D
By~ E iy ‘

(23)

To simplify the following analysis we let the di-
rection of the external field and not the polarization
€, determine the quantization axis 0Z. We assume
that the external field is switched on adiabatically.
The eigenstates of the Hamiltonian 3¢ +3Cex, de-
signated |Jm ),,, evolve continuously from the eigen-
states |Jm,) of the field-free Hamiltonian. The
time evolution of an atomic system can be deter-
mined once one knows the eigenvalues EF, = of
the Hamiltonian 3C, +3Cex and the projections
(JImy I;J’m,y)u of the perturbed eigenvectors on
the base of field-free eigenvectors. If, as is as-
sumed here, the electric or magnetic interaction is
invariant under rotation about 0Z, the following
relation is applicable:

<Jm.l I{J'm.r '>ex <Jm.r IJ m.r)cx .

meJ ’
We suppose that the diagonalization of 3C; +3Cex
has already been effected by standard techniques,
and now consider how one uses these results to
generalize the quantum-beat signal, Eq. (18).
We reconsider the analysis leading tothe multi-
polar expansion of the signal and record below the
step at which the hypothesis of no external fields
was employed to obtain explicitly the beat fre-
quencies
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22 47171 1 Adodo
X kzqum!.(ez)quleo (€,). (24)

Tr= )y [(2k,+1)(2k; + 1)]1/2(_1)Jé’-"'”z-'"’<

Iy ks

-m q,

[Use of Eq. (3) for the time evolution of the irre-
ducible tensor operators in the above equations
leads immediately to Eq. (14).] To include the
external field we now replace 3C, by 3¢, +3Cex in
Eq. (24) and employ the definition of Tz to evaluate
explicitly the trace Tr:

Jz”l >< Jz k2 le ) (25)
m=qz) \-m' g, m'—q,

X(Jz"m l e-(Zco+3€ex)t/h,szrxJz/m/_qz ,e+i( Ko +¥ex)t /R |J2'”m— q/2> .

Sincem, remainsa good quantum number, we have m=m’, and g, =¢, .

By introducing the closure relations

of the |Jm ;) base and recognizing |Jm,),, to be an eigenvector of 3¢, +3C., We obtain the following

compact form for the quantum-beat signal:

1=KV (+0)k() (+0)[(20, +1)(2J; +1)]*/2 exp[~i(wFn— @$in -4, )] €xp (= T't)

TFIf ATST4" (2% Vo Vo - Tod% Iy I A T
X of TATEVE (&x ) TS 1727 (g, 07, m) T2 AN
kaz A 22 Ry

a3 Roag
where

"y .’ J'
TEVE 19278 (7,07, m)
kgay k2a2

?
1:11A673Jo(g1) ,

(26a)

=Z[(2kz+1)(2k2'+1)]1/2‘(—1)"2"”2‘2’“(‘]2” ke I )(J ka Iz >

X Jym ]Jm>exex(‘]m lszXJém —qzlJ,m —q2>ex x'm —q21J;”m ~q5) -

There now appear in the signal terms modulated
at frequencies corresponding to energy intervals
between the different sublevels |Jm,),,.

The mathematical form of Eq. (26a) can be given
a simple physical interpretation. The A coeffi-
cients describe from right to left the different ex-
citation and detection processes. The Tcoefficients
describe the processes of evolution within the
excited state. These coefficients appear only be-
tween A(€,) and A (€, ) because only state 2 has the
time to evolve and it is this evolution that leads to
the observed quantum beats. If the laser pulses
do not follow each other in a time short compared
with the time evolution of state 1 (as we have as-
sumed throughout this analysis), the above form-
alism allows one to take this into account in a sim-
ple manner. One inserts between A(g,) and A(§,)
coefficients of the form Te*”“*, where A¢ repre-
sents the time interval between the two pulses.

B. Application to a particular case: Zeeman beats in the
nD levels of sodium

We reconsider now the echelon excitation of
sodium #D Rydberg states in order to examine the
effect of a magnetic field on the quantum-beat
signal. For the sodium atom, S=3; therefore
J=L+3 =% or § for the D states. The matrix

—Mm gy M—(q, -m g, m-— g,

(26b)

effecting the transition from the field-free eigen-
states |Jm,;) to the perturbed eigenstates |Jm ;)
decomposes into submatrices of order 1x1 or
2%x2,

For |m, [ =L+%, |Jm,). is an eigenvector of
¥, +3ex and one has without any further calcula-
tion
[L+3,L+3)=|L+5,L+3)

=|L,S,m, =L, m, =3)
,L+%9—L_%>ex = lL+%!—L_%>
=,L,S9mL=—Lyms =°'%> . (27)

The eigenvalues follow immediately from the ex-
pression for ¥ex, Eq. (22) and from Eq. (27)

Wiz H=sALzw(L+1) (28a)
with
W == gBy/70 . (28b)

For |m,|< L -3} one must diagonalize a 2x 2
matrix for each value of m;. Introducing the
angles 6,,(w,) defined by

|A [[IUL +1) = (m +3 )m — 3)]*/2
w°+Am

tan6,,(w,) =

’

(29)
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with
0 SBm(wo) <7

we can express |Jm,),, in the base |LSm  mg)
by means of a simple rotation:

[L+3, M) =cos[30p(we)] [m~ 3, 3)
+sin[ 30, (wo)] [m +3, -3) (30a)
|L -3, m)ex==5in[30m(w,)] [m -3, 3)
+€08[30,(w)] [m+3,-3) . (30b)

In the above equation it is understood that L =2,
S =3, and only m,, mg are therefore explicitly
shown in each vector |LSm ,mg).

Since |Jm,) is obtained in the same manner for

J

witi/2,m=—3A+wom £ L [(Am+w R +AXL(L +1)= (m+3)(m —3)) ]

Figure 6 shows the variation of the energy levels
as a function of the applied magnetic field B,.

Since the perturbed eigenvectors and eigen-
values are now known, the quantum beat signal,
Eq. (26), can be completely determined. We per-
formed this calculation numerically for the dif-
ferent Bohr precession frequencies of the system;
the results are summarized graphically in Fig-
ures 7-9 for the respective experimental con-
ditions of zero field, weak field (w, < A), and
strong field (w, > A). The polarization configura-
tion is one for which €, €,, and ¢, are parallel to
each other and perpendicular to B,.

For the case of zero field (Fig. 7), one obtains
a beat frequency corresponding to the fine-struc-
ture level separation wypg =34 with a very weak
modulation depth as expected. (See Table I, case
I.)

In the case of a weak magnetic field (Fig. 8), the
fluorescence is modulated primarily at the fre-
quency 2.4 ugB, which corresponds to twice the
Larmor frequency of the D, ,, level. (The Landé
factor is g, =1.2.) The calculation shows that in
this case the signal is particularly sensitive to the
Am, =2 coherence in the D, ,, level. [See arrows in
the low-field region of Fig. 6.] The contributions
of other coherence terms (either within the D,
level or between the D, ,, and D;,, levels) evolving
at different frequencies are very weak.

The measurement of Zeeman beats in a weak
magnetic field therefore provides directly the
Landé g factor of the D/, level. In the case of a
strong magnetic field (Fig. 9), the analytic form
of the signal is

wo.=0, we have immediately
|L+%, MYy, =085 [0n(wo) = 8,(0)] | L +3,m)
+8in 4[0,(we) = ,(0)] | L - 3,m) ,
(31a)
[L =3, Moy ==8in % [0,(wy) = 6,(0)] | L+5,m)
+C083[0p(wy) = 0,(0)] |L -5, m) ,
(31b)
with
L-3<m<L+%.

The eigenvalues corresponding to the basis vec-
tors |[Jm,),, are easily shown to be

1/2

(32)

|
0 1 2

] »
3 we/A

FIG. 6. Energy variation of the nD sublevels as a
function of the external magnetic field. Arrows indicate

the expected quantum-beat frequencies in the regions
of low field and high field.
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e 2T =25 A
LF ©

0 T ' :

e

FIG. 7. Theoretical zero-field quantum-beat signal.

I=198.15+105.55 cos(A#) cos(2w,t) . (33)

The signal therefore consists of a carrier wave

at the frequency 2w, =2u zB,/# modulated at the
frequency A corresponding to the fine-structure
interaction parameter. The two frequencies ap-
pearing in the signal are indicated by arrows on the
high-field region of Fig. 6. A simple interpretation
can be given to this result in terms of the class-
ical vector model. For a high magnetic field the
angular momenta L and § are decoupled and one
observes essentially the free precession of the
orbital angular momentum about the magnetic
field. This explains the appearance of the Larmor
frequency 2 ,B,/% inplaceof 2.4u ,B,/% . One must
also take into account, however, the contribution
of the diagonal part Am;mg of the fine-structure
Hamiltonian AL +§. This acts as a perturbation
adding to the applied field the small internal

field B’=Amg/uup, which may be positive or nega-
tive according to the sign of m;. There are there-
foretwo Larmor frequencies 2y ;B,/7 = (2 3/% ) B,
+(A/2pp)]. The sum of two cosinusoidal terms at

LF

LF

0 1T, t

FIG. 8. Theoretical weak-field (wg <A) quantum-beat
signal.

these frequencies gives the frequency dependence
of Eq. (33):

cos[ (2 5/7)(By+A/2p.p)t]
+cos [(2u5/7)(By—A/ 20 p)t]
=2 cos(At) cos(2u /B )Bt) .

The above quantum-beat experiment suggests a
new way to measure the fine-structure interaction
constant. Instead of measuring the beats in zero
field, one applies a strong field to decouple I. and
S and measures the frequency of the envelope of the
Zeeman beats (Fig. 9). As seen from the par-
ticular case treated here, there is a marked en-
hancement in the signal-to-noise ratio.

IV. CONCLUSION

The theory of laser-induced quantum beats in-
troduced in paper I has been further developed to
include the effects of echelon excitation by several
lasers for field-free atomic systems as well as for
atoms subjected to external static fields. A de-
tailed study was made of the dependence of the

FIG. 9. Theoretical
strong-field (w,>>A) quan-
© tum-beat signal.
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quantum-beat signal on the polarization configura-
tion of the exciting light and the detected fluo-
rescence. The use of spherical tensor operators
permitted one to show the explicit angular de-
pendences of different multipolar contributions to
the signal. When evaluated within the framework
of the linear or weak-pumping approximation,

the signal was expressible in a mathematical form
easily interpreted in terms of the different excita-
tion and detection processes involved and easily
generalized to include any number of laser excita-
tions. Application of the theory to systems of ex-
perimental interest showed in the case of two-

laser excitation that greatest amplitude modula-
tion of the fluorescence occurred for orthogonal
laser polarizations. A reexamination using the
rigorous results of the general theory showed that
laser saturation effects modified the weak pump~
ing calculation to a very small extent. The analy-
sis of Zeeman beats produced by echelon excita-
tion of sodium xDRydberg states in the presence
of a magnetic field led to a new experimental idea:
the measurement in high magnetic field of the
frequency of the envelope of the quantum-beat sig-
nal as a means of determining the fine-structure
interaction parameter. '
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fActually, there exist in the Py, level off-diagonal
density-matrix elements between the m ;=3 and m ;
=—% substates and between the m ;=~% and m ;
=§— substates. We neglect this throughout the analysis.
This is justified because the second laser excitation
of 1 polarization couples these density-matrix elements
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These coherence terms will not be detected, however,
since the detected fluorescence is also 7 polarized and
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