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Angular Distribution of Fluorescence from Photoionization-Produced He* (n=2)
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C. Denise Caldwell
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and

D. L. Ederer

Radiation Physics Division, National Bureau of Standards, Gaithersburg, Maryland 20899
(Received 30 June 1986)

We report the first measurement of the angular distribution of the 304-A He* (n=2) radiation fol-
lowing photoionization. This distribution reflects the alignment of the ion, which is related to the frac-
tion & =a(2p,kd)/l6c(2p,ks)+ o(2p,kd)] of d component in the electron wave. The experimental angu-
lar distributions correspond to alignments of —0.62 +0.03 and —0.62 * 0.02 at photon energies of 65.5
and 66.5 eV, respectively. These translate into ratios £=0.25 %+ 0.04 and 0.25 = 0.03, in good agreement

with close-coupling calculations.

PACS numbers: 32.80.Fb

The helium atom is to the two-electron problem what
the hydrogen atom is to the one-electron problem. Be-
cause of the simplicity of the interaction term, effects of
electron-electron correlation are much more readily
available theoretically. Experimentally, the ease of han-
dling helium, together with the development of new tech-
niques, has led to numerous and better results for param-
eters associated with photoionization, where correlation
effects are highly pronounced.! Experimental results are
available for the total photoionization cross section,? the
partial photoionization cross section leaving the ion in
the n=2 state,>"% the n=2 subshell branching ratio
R =0(2p)/o(2s),” and the n=2 photoelectron asym-
metry parameter®=!! B. Of these quantities R and § are
the most sensitive to finer details of the electron-electron
correlation.

To date no experimental determination is available for
the complementary parameter to B, namely, the align-
ment A of the resulting He' ion.'? According to Fano
and Macek,!? the alignment may be parametrized in
terms of the distribution of angular momentum j as

Smo(m)Bmf—j(j+1)]
JU+1) Xmoi,m;)

Ao(j) = (1)

’

where j is the total angular momentum of the excited
state of the ion and o(m;) is the partial cross section for
production of the m; sublevel of that state. In the helium
photoionization channel leading to production of the ion
in the 2p 2Py, level the outgoing electron wave will con-
sist of both s and d components. The alignment will be
determined by the relative proportion of each of these
components. The fractional amount of d wave can be ex-
pressed in terms of the partial cross section for each com-
ponent by'* &=0(2p,kd)/[c(2p,ks)+c(2p,kd)]. As
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LS coupling may be presumed to be valid, the connection
between Ag and £ follows from Eq. (1) by application of
the transformation

o(j,m;)) =Y, | (,mp;s,mj—my| jm;)| 26(1,my).

The symbol (I,ml;s,mj—mlljmj> is a Clebsch-Gordan
coefficient, and o(/,m;) is the partial cross section for
production of the my; sublevel of the orbital angular-
momentum state /. The result for /=1 is'?

Ao(F)=—%+ 3¢ Ao(3)=0. ()

For photoionization leading to production of the n=2
final state three open channels exist. In the angular-
momentum representation we write these as (2s,kp),
(2p,ks), and (2p,kd), where the first entry refers to
properties of the bound electron and the second to those
of the continuum electron. Within this basis there are
five real parameters making up the density matrix for the
system, the three diagonal elements plus two relative
phases 6;; and 8,3 between the channels. From the n=2
cross section and the ratio R we obtain two relationships
among the diagonal elements. From the alignment we
obtain &, the third quantity necessary to evaluate all
three diagonal elements independently.

Ideally, we would like to extract information about two
diagonal elements and one phase from a measurement of
B for the 2p state. However, this is difficult in the case of
helium, as the interpretation of B from experiment is
closely linked to the value of R. Because of the small en-
ergy splitting between the 2p and 2s states (14 GHz),
photoelectrons which leave the ion in the 2p state cannot
be resolved from those which leave the ion in the 2s state.
Thus the total B is a sum of two contributions, B, corre-
sponding to production of the 2s state, and B, corre-

© 1986 The American Physical Society



VOLUME 57, NUMBER 18

PHYSICAL REVIEW LETTERS

3 NOVEMBER 1986

sponding to the production of the 2p state of Het,ie.,

_0(Q2s)Bys + o(2p)B2p
o(2s)+o(2p)

From symmetry arguments it is known that B, =2; how-
ever, because of the small energy splitting, a result for
B2p can only be obtained by folding into the analysis a
theoretical or experimental result for R. Nevertheless,
B2, has been measured®~!! as a function of energy above
the n=2 threshold, and a combination of B, with the re-
sults for £ can be used to obtain a value of the phase
difference 833.

For the case of production of Het(n=2) the align-
ment is much easier to interpret from experiment than is
B. This comes about because the alignment is a property
of the 2p state alone, and the influence of the 2s state can
be removed experimentally. The 2s state is metastable to
photon decay (r=1.9 msec), and fluorescence from the
2p state (z=0.1 nsec) can be isolated from eventual 2s
quenching. This fact was utilized by Woodruff and Sam-
son’ for measurement of the ratio R. As alignment infor-
mation for helium is obtained from the fluorescence emit-
ted by the excited-state ion as well, the influence of the
2s state can be subtracted.

Generally, alignment measurements have been carried
out by determination of the degree of linear polarization
of the fluorescence. However, since the fluorescence
from the 2p state of He™ lies in a region of the spectrum
where an efficient measurement of the polarization is ex-
tremely difficult, we determine the alignment from the
angular distribution of the fluorescence. The radiation
which we observe is that at 304 A from the process

He(152'So)+hv(E > 65.4eV)— Het(n=2)+e ",

3)
Het (2p 2P j332) — He* (15 28 ) + h V(304 A).

The anisotropy in the fluorescence is parametrized in
terms of the alignment A4, according to
dl !

Al g e LI () (14+3Pcos20) b, (@)
dQ / 8 2j—1

|

dl/dQ=+IoQ2p)[1+ 35 Ae(3) {1+ (1540(3)P/[540(3) +48]1)cos26} +1o(2s),

where 6 is the angle that the detector makes with the
quantization axis, and it is assumed that the population
of the j =3 fine-structure level is twice that of the j =+
fine-structure level. The term 7¢(2s5s) comes from the
fraction of the ions left in the 2s state that are quenched
by collisions with neutral helium atoms.2?

For the two excitation energies, 65.5 and 66.5 eV, nine
sets of measurements were taken, each for thirteen angles
between —90° and 90°. Five separate runs were used to
calibrate the background as a function of storage-ring
beam current, ionizing radiation energy, and detector an-

where /g; is the total fluorescence from the state j and P
is the linear polarization of the ionizing radiation.

For these first measurements we chose two photon en-
ergies near threshold, 65.5 and 66.5 eV. We did this be-
cause for some time a controversy existed between the re-
sults of close-coupling calculations'® and many-body cal-
culations!” for the ratio R at threshold. At the time of
this writing, this difference has been largely resolved in
favor of the close-coupling results by the most recent
measurements’~'! of R and B.

The experiment was carried out with the high-through-
put toroidal grating monochromator'® in beam line 1 of
SURF-II at the National Bureau of Standards. Light
from the monochromator passes through a thin-film
aluminum filter, then, after emerging from the exit slit,
falls onto a pseudobeam of helium effusing from a capil-
lary. Gas pressure is measured with an ionization gauge,
and the reading is corrected for the low efficiency of
response for helium. The 304-A fluorescence is detected
at right angles to the ionizing beam with a proportional
counter!® separated from the main chamber by a second
Al filter 1000 A thick. The angular distribution is mea-
sured by rotation of the interaction chamber about an
axis lying along the direction of incidence of the syn-
chrotron beam. The entire chamber rotates on a special-
ly constructed UHV rotary flange which is a modifica-
tion of a design by Silverman.?’ Vacuum changes during
rotation are of the order of 4x10~° Torr, and the angu-
lar position of the detector is reproducible within 1°. The
quantization axis is along the direction of linear polariza-
tion of the synchrotron light.

The angular-distribution measurements reported here
were carried out with a helium pressure of 2x10™*% Torr
and 60 Torr of methane in the proportional counter.
Typical counting rates were on the order of 10-20
counts/sec, with a signal-to-background ratio of 1:1. The
polarization of the synchrotron radiation was measured
with a single-gold-mirror reflecting polarimeter?! in-
stalled in the experimental chamber after the helium
measurements were finished.

For our experiment the equation for the angular distri-
bution of the fluorescence follows from Eq. (4) and takes
the form

(%)

[

gle. A measurement below threshold was then subtracted
from the total signal at each energy point in order to get
a true fluorescence intensity. The data were further nor-
malized with respect to the storage-ring beam current. A
function of the form x(1+acos28) was fitted to the ex-
perimental points, with x and a as parameters. To sub-
tract Io(2s) from Ao, the fluorescence at 0° with and
without an applied electric field was measured, and from
the known branching ratio®!! the fraction of 2s ions
quenched was obtained. It was found that 5% of the total
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TABLE I. Results for the alignment and partial-wave ratio £&. The normalized |m;| =+, and |my| =0,1 sublevel populations

are also shown.

Energy Ao & 2P3/, populations my; populations
(eV) Meas. Calc.? Meas. Calc.® mj==+3 my=xt+ my=7%t1 my; =0
65.5 —0.62+0.03 —0.61 0.25+0.04 0.26 0.056 +0.008  0.494+0.008 0.075*0.012 0.85%0.02
66.5 —0.62+0.02 —0.59 0.25%+0.03 0.29 0.057£0.007 0.443%£0.007 0.075%0.007 0.85%0.02

3This number was calculated with the results from Ref. 24 using Eq. (3).

bReference 24.

signal without electric field came from the collisional
quenching of the 2s ions.

From the measured angular distributions and the fit
parameters a and x we obtain the alignment at the two
energies of interest. Our results are given in Table I.
The experimental angular distribution and theoretical fit
for the photon energy of 66.5 eV are shown in Fig. 1.
The errors quoted reflect both statistical fluctuations and
systematic errors in the background subtraction. Also
shown in Table I are the values of & obtained from Aq via
Eq. (2).

By combining the results for & with those for R, which
we obtain by extrapolating the experimental and theoreti-
cal curves’ to threshold, we calculate the normalized di-
agonal elements of the density matrix. In addition, from
the values of &, together with reported results of the 2p
asymmetry parameter ,62,,,’0 we can determine the rela-
tive phase 853.'* The results for the diagonal elements of
the density matrix and the phase 8,3 are shown in Table
I1. As these parameters are determined by extrapolation
of the experimental results, we do not quote errors, as we
do not know the error to associate with the extrapolation.

The alignment given in Table I reflects the population
distribution of the j =—§-, m; sublevels of the ionic state,
which, for helium, are equivalent to the partial cross sec-
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FIG. 1. Angular distribution of fluorescence following pho-
toionization at 66.5 eV. Circles represent the experimental
points with associated errors, and the solid line represents the
fit x(1+acos20). At this energy the curve is given by
1(8) =49.5(1 —0.162co0s28), for P, =0.86.
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tions for production of the m; state. [See Eq. (1).] As
indicated earlier, the partial cross sections for the produc-
tion of the m; sublevels are related to those for produc-
tion of the my;; =0 and mj;; = 1 1 sublevels of the state of
total orbital angular momentum /;=1 of the ion. For
ionization with linearly polarized radiation, the projec-
tions of the states of angular momentum of the ion are
opposite to those for the photoelectron; i.e., o(my; =0)
=o(mp,=0) and o(my=x1)=0c(m,=+F1). We
have calculated these distributions for the ionic state and
included them in Table I as well.

We see that production of ionic states with orbital an-
gular momentum m; =0 is preferred. There are two con-
tributions to the populations of the mj; =0 sublevel. The
dominant contribution comes from the ejection of s-wave
photoelectrons while the other comes from the ejection of
photoelectrons in d waves with projection my, =0. Popu-
lation of the my; = % 1 states only arises as photoelectrons
are ejected in a d wave. Production of just s-wave pho-
toelectrons should lead to a maximal alignment of the
system; i.e., Ao=—0.80. The d-wave contribution
reduces this value, and our result of 4g= —0.62 indicates
that the amount of d wave in the outgoing electron wave
is considerable.

An analysis of the dipole coupling term?® of the
electron-electron interaction shows a large mixing of the
angular-momentum channels at the energies we have
chosen. Ojha®* has calculated the contribution of the d
wave using a close-coupling quantum-defect analysis. He
finds a total component of 26%. This result is in excel-
lent agreement with the experimental data, providing
another proof of the validity of the close-coupling calcu-
lations for this process.

We have demonstrated that the alignment measure-
ment is an excellent probe of the helium photoionization

TABLE II. Parameters of the n=2 density matrix.

Energy
(eV) o(2s,kp)® o(2p,ks)® o(2p kd)? 823°
65.5 0.24 0.61 0.15 0.14
66.5 0.25 0.60 0.15 0.52

2By combination with the values of R obtained by extrapolation of the
experimental results of Ref. 7.

bBy combination with the values of Bap obtained by extrapolation of
the experimental results of Ref. 10.
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leading to He* (n=2). We have reported here results for
only two energies, while information for other parameters
associated with the photoionization process is available
throughout the energy region from the n=2 to the n=3
ionization limits. Of particular important as regards
correlation should be the 3s3p resonance at 69.9 eV. The
continued analysis of the alignment at all energies up to
the n=3 limit is currently being planned. More impor-
tantly, however, as the 2s state can be separated from the
2p state, an alignment measurement in the presence of an
external electric field may provide a means by which the
second relative phase 812 can be experimentally deter-
mined.
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