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Abstract

In the asymptotic region o (large hyperradius), the two-electron contin-
uum wave function presents formally a logarithmic phase term corresponding
to the electron-electron interaction. The idea of this contribution is to include
this phase into a Convoluted Quasi Sturmian (CQS) basis whose elements al-
ready behave asymptotically as an outgoing (incoming) six-dimensional spheri-
cal wave. With an appropriately introduced phase factor, the new CQS possess
an asymptotic form very close to the formal one, and hopefully constitute a suit-
able set of basis functions for the three-body Coulomb continuum wave function
representation in the entire space. As demonstrated numerically by solving a
first order (e, 3e) non-homogeneous Schrédinger equation in a two-channel case,
a considerable improvement of the convergence rate is observed with a simple
two-parameter form of the introduced phase factor.

Keywords: Ionization of atoms; three-body Coulomb continuum; three-body
wave function asymptotic behavior

1 Introduction

The continuum spectrum of three charged particles is notoriously difficult to describe.
In atomic or molecular ionization problems imposing cumbersome boundary condi-
tions, the wave function should obey constituents of these conditions of primary math-
ematical and numerical difficulties. Besides, the long range nature of the Coulomb
interaction implies solving Schrédinger equation on relatively large spatial domains
and hence requires to use large basis sets and a high computational cost. Ideally, such
a domain should be extended up to the boundary of the asymptotic region where all
three particles are well separated. In real calculations, however, the domain size is
not known in advance, even though the general boundary condition form has been ob-
tained in Ref. [1]. As a general rule, the convergence rate of basis function expansion
reflects its capacity in building up adequately the intricate asymptotic behavior.
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For the sake of simplicity, hereafter we consider the two-electron continuum asso-
ciated with the problem of two electrons with coordinates r; and ro escaping in the
field of a nucleus of charge Z. Such a state may arise as a results of a single or double
ionization of atoms or molecules by a charged projectile or by a photon.

A few ab initio methods (see, e. g., the review [2] and Introduction of Ref. [3])
have been and are being developed for constructing numerically three-body contin-
uum wave functions. Two of them convert the ionization problem into an inhomo-
geneous differential equation with a spatially confined driven term, equation that
is solved within a finite size box. The exterior complex scaling (ECS) method [4]
makes it possible to solve the problem without explicit use of the asymptotic form of
the wave function by recasting the original problem into a boundary problem with
zero boundary conditions. An interesting extension of ECS to the case of long-range
Coulomb interaction has been proposed in Refs. [5-7]. The generalized Sturmian
approach [8,9] makes use of an expansion in terms of products of two single-particle
generalized Sturmian functions with Coulomb outgoing-wave boundary conditions set
at the box border; the angular coupling builds up a three-body scattering solution
with a hyperspherical wave front in the 2y region where all inter-particle distances
are large. On the other hand, within the convergent close coupling method [10-12],
the ionization problem is treated using a finite set of square integrable single-particle
functions; in this case, accurate boundary conditions need not be imposed. Alterna-
tive approaches are provided by the Coulomb—Sturmian separable expansion [13,14]
and the J-matrix [15,16] methods which deal with the wave function in the entire
space using the Laguerre basis representation; the two-electron continuum problem is
transformed in this case into a Lippmann—Schwinger equation with a kernel which is
generally non-compact, and thus the validity of these approaches may be questionable.

In this contribution, we would like to put forward an alternative approach to the
two-electron continuum representation in the entire space. The key idea is to use a
basis set of functions with asymptotic behavior as close as possible to the formal one
in the Qg region [1,17]. Our principal goal is to show that the adequate asymptotic
property leads to an acceptable convergence rate for expansions in such a basis.

The proposed basis set contains two ingredients. First, it uses two-particle func-
tions named Convoluted Quasi Sturmians (CQS) in Ref. [3] behaving asymptotically
as a six-dimensional outgoing (incoming) spherical wave. This means that, contrary
to pure products of single-particle functions, the basis functions already possess intrin-
sically some three-body features. However truncated expansions in CQS functions fail
to converge satisfactorily. The reason behind that is the lack of an important term

in the large hyperradius (p = r?+ T%) domain, the Coulomb logarithmic phase

corresponding to the inter-electronic interaction. This brings us to the second ingre-
dient, which is the introducing — from the outset — of an appropriate phase factor
into the basis set. The modified CQS functions possess an asymptotic behavior closer
to the formal one, and lead to a considerable convergence improvement in numerical
results. We have already mentioned that, when dealing with the Coulomb three-body
scattering problem, we do not know a priori the size of the finite domain in which
one needs to solve the corresponding driven Schrodinger equation. With the modified
CQS basis, we know however that the functions satisfy the equation in the asymp-
totic region €y, and thus the size of this domain is determined by the range of the
‘perturbation’ operator (at least of its basis-independent part) induced by the phase
factor.
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As we focus on the region 2y, we consider as a numerical test case the double
ionization channel of helium atom in kinematical conditions measured experimentally
[18]. In our previous paper [3] we analyzed the feasibility of the proposed approach
within the Temkin-Poet framework. Here we extend the study by including higher
partial waves. We first investigate the compatibility of introducing the phase factor
when using truncated expansions to solve the Schrodinger driven equation in the
entire space. Then, we use a simple two-parameters form of the introduced phase
factor to demonstrate that a satisfactory convergence rate can be achieved indeed.

Atomic units (7 = e = m, = 1) are used throughout unless otherwise stated.

2 Problem statement

The first order treatment of ionization of atoms can be recast into a driven differential
equation with a square integrable inhomogeneity. For example, in the case of the
double ionization of helium by photon impact or by impact of a fast charged projectile,
the inhomogeneous Schrodinger equation takes the form

B = A] @01, r2) = Wrir1,r2) 00y, 12), 1)
where F = 1 + 2 is the energy of the two ejected electrons with coordinates rq

and ro, OO )(rl,rg) represents the ground state of the helium atom, and the three-
body helium Hamiltonian is given by

. . . 1
H=H,+Hy+ —, (2)
12
. 1 2
Hi=—=-A, ——, i=1,2; 3
J 2 J T J ( )
r12 = |r1 — ro| denotes the relative inter-electronic distance. In the case of high
incident electron impact energy, the perturbation operator is given by [9,19]
T 1 Am iq-r iq-r
Wfi(rl7r2):Wq2( P (4)

where k; and ky are the momenta of the incident and scattered electrons, and
q = k; — ky is the transferred momentum. The solution ®() with outgoing wave
boundary condition, contains all information on the scattering dynamics.

In this section we examine the solution of Eq. (1) for given quantum numbers

(L, M) in the space of CQS functions f;f,%ﬁ) 3],
By r
[nilinalo; LM) o = iz (Biry,ra) Virle (i) 1), (5)

T1ir2

where the bispherical harmonics are given by

Vihi(Fr k) = > (Gimaloms |LM) Yeym, (£1) Yegms (B2). (6)
mi+mo=M

The radial CQS functions Qfﬁlﬁf) satisfy the inhomogeneous equation

Pl (1) Y2 (r2)

[E — - hb} Qelb(i)(E T1,T2) =
rira
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where o2 e )
- 1 1 +1 2
I _Zz
= 20r2 2 2 r’ (8)
and )
U (r) = [(n+ 1)2e41] 2 (2br) e L2 (20r) (9)

are square integrable Laguerre basis functions with a scaling parameter b. A number
of properties of these CQS functions have been obtained in Ref. [3]. For example,
they can be expressed as a convolution integral of two single-particle Quasi Sturmian
functions [20]; using Green’s function, the radial CQS can be expressed through a
contour integral which is useful for deducing the leading asymptotic behavior at large
hyperradius p:

1
VEp

X exp {z {kp — B1In(2p171) — B2 In(2par2) + o¢, (p1) + 00, (p2) — 1@12"‘52)} } ;
(10)

8 in
QLB ) ~ \/;6 7 Sniey (1) Sty (P2)

Where a is the hyperangle tan(a) = ro/r1; k = V2E, p1 = kcos(a), p2 = ksin(a),
B = =2, By = =2 and o4(p) = Arg[['(¢ + 1 +iB)] is the Coulomb phase shift. S,¢(p)

is the sme-hke J-matrlx solution [21] [an explicit expression can be found, e. g., in
Ref. [3], Eq. (14a)].
Assuming that the outgoing solution of Eq. (1) can be expanded as

(I)(Jr) (I‘l 1‘2 Z Z CL(elb) |TL1€17’LQ£2,LM> (11)
El 22 Onl no= =0

we find the formal asymptotic expression

O (ry, 1) =~ A (f1,12) p5—1/2 exp {i[kp — 1 1In(2p171) — B2 In(2p2ra)]}, (12)

A A 2 2 i
Am””—fa@aVi&mww
0+l
X Z yLII\t;[z I'lar2 exp{i |:Ugl(p1)+gl2(p2)_M]}

2
£165=0

Z 07[1‘17?222 ni1f1 (pl) Snzfz (pQ)' (13)

ni,no= =0

The leading asymptotic behavior of the two-electron continuum wave function is
known [1,17] to include the Coulomb phase corresponding to the inter-electronic
interaction 1/r12,

1
P%mJQZ—%Em@M% (14)

Expression (12) clearly does not contain such a phase. As observed within a Temkin—
Poet framework [3], this failure leads to a lack of convergence for the proposed CQS
basis. The remedy proposed in Ref. [3] for the S-wave case is extended here to higher
partial waves.
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3 Two-electron continuum representation

In order to describe better the two-electron correlation in the continuum, in particular,
in the )y region, we propose a solution of the form

o) (ri,r9) = W) g+) (r1,r2), (15)

where the leading asymptotic form of the phase W is given by Eq. (14). Assuming o)
to be properly expandable in terms of the CQS functions (5),

5(+)(r1,r2): Z Z 6‘51(7[;12@2) |n1€1n2€2;LM>Q, (16)

01,02=0 n1,n2=0

the expression (15) is hereafter referred to as a two-electron continuum (TEC) repre-
sentation of the solution.
Substituting ®(*) (r1,rs) in Eq. (1) by Eq. (15), we obtain

|:E — ffl — ffg + ﬁ:| ‘AI;(JF) (I‘l, 1‘2) = eiiw(rl"m) sz ‘I)(O) (I‘l, I'Q), (17)

where the operator

~ g 1
L= [8nW+ DW= 5 (VW) + (VW)

1
+1 [(vhw) ' vh + (VT2W) ' VT2] - T_, (18)
12

can be eventually treated as a perturbation. Using the gradient operator expres-
sion [22],
ro 1

V,=-—+ -Vaq, 19
rar+r @ (19)

we present the operator (18) as

~

L=U+V, (20)

where

~ g 1
U= 3 B0 W+ B, W] =5 (Ve WP + (Vo W)’

1 1
+i [_ (VHW) ’ le +— (szw) ’ sz ) (21)
™ T2
5 Iy 0 Iro 0 1
V=i (VW) D+ (VW) - 2 arJ — (22)

The operator U acts only on the bispherical harmonics, and it can be easily verified
that it is a short-range potential. Concerning the operator V, the phase W in the
asymptotic region is given by Eq. (14), an hence at large p

1 r ri2
Vi W~ 7 {72/) [1+41n(2kp)] — @pln (Qkp)}, (23)

1
VW —— {r—Qp [1+1In (2kp)] + %pln(zkp)}. (24)
12
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Moreover, using the asymptotics of the radial CQS functions (10), we obtain (j = 1, 2):
O mtimat; ~ ik |nyinats;
a_rj In1ling 2,LM>Q ~ zk; |n1l1ne 2,LM>Q, (25)

Finally, by applying the operator (22) to Eq. (5) and taking into account Egs. (23)
and (25), we conclude that V acts upon these basis functions as a short-range potential
that vanishes faster than p~! in the limit p — oo. Thus the operator (18) may be
treated as a perturbation and therefore the expansion (16) of the solution in our TEC
representation is expected to converge.

The following issue has to be taken into account. Although the use of the phase
factor allows one to take care of the Coulomb potential 1/ri2, we cannot employ
Eq. (14) directly because singular terms 1/73, and 1/r3, appear in Eq. (21). However,
this difficulty can be easily circumvented by using in both the Hamiltonian and the
phase factor a truncated multipole expansion,

Vip = Aff <%> Py(x), (26)

A=0 >

2., .2 2
I vy (27)
2r1 1o

instead of 1/r12. In Ref. [3] we considered only the A = 0 case (Temkin—Poet model).

4 Two-channel case

As an illustration, we compare below the functions ®*) and &) by solving the

inhomogeneous Eq. (1). More precisely, we consider the truncated expansions of <I>§;r)

and E)g\f) containing N x N terms and compare their convergence rate as IV increases.
For test purposes, we consider the case of zero total angular momentum, L = M = 0,
and, for simplicity, we retain in the partial-wave expansions in Eqgs. (11) and (16)
only two bispherical terms Y3} and Vi}. Hence it is sufficient to retain the first three
multipole terms in Eq. (26).

We solve Eq. (1) with the initial helium ground state wave function in the driven
term given by the product of hydrogen functions (with Z. = 2 — 5/16), and we
set E=0.791 (i. e., 20 €V) and ¢ = 0.24, as in one of the Orsay experiments [18] (see
also Ref. [19]). The scale parameter of the CQS basis is chosen to be b = 0.6.

Consider first the expansion

N1
o\ (rr,m) = 3. Y CLL, Inalnat; 00),. (28)
€=0,1 n1,n2=0
With the help of Eq. (7) we rewrite Eq. (1) as

N-1
1 1 R
Z Z Crin [@ [n1lngl;00), — - [n1lnal; 00>Q] =W @O (ry,12), (29)

£=0,1 n1,n2=0



242 A. S. Zaytsev, M. S. Aleshin, L. U. Ancarani and S. A. Zaytsev

WA @A O-A;-O-AL

-
1 =
— * -~ / \/'\' u
g 327 &y 5168 " W W m
] N\ o N W §
= * - o e
B o -
S M ‘\0*0 — oo
= 24 ‘e . Lo D\‘:"':"‘:‘\D*U’E'Drij‘iﬁf&wﬁiﬁza
N . ‘\ o N,
%0 \’/ Y 00’;“ ~z | . / . /
I < . /%4
ko] 1,6 fod \ ) / N
=] 4 > -0, S 0.84¢ >
= L 000% 06000000 ST
- i O . 4 S OO
< o8- ""\<.> < <>/<><><> ©000669 oe
% " =
g LTI 0,41 \00/
Elggn
0,0 {pg-me-8-0 - R T T T T T
16 18 20 22 24 26 28 30 32 34 36 16 18 20 22 24 26 28 30 32 34 36
N N

Figure 1: Convergence of the amplitudes A% (filled symbols) and gfv (open symbols)
for « = 7 and £ = 0,1. We present separately the results for the arguments Arg (Afv)

and Arg (gf\,) (left panel) and absolute values ‘Af\,’ and ’gf\,‘ (right panel).

where the coupled Laguerre basis functions

Wi (r1) 2 (r2)

. Vi (1, 2). (30)

|n1£1n2€2; LM>L =

We obtain a matrix equation for the coefficients CY, . (see, e. g., Ref. [23]) by pro-

jecting Eq. (29) onto the basis set (30) and making use of the orthogonality relation
1
L<n/1€/1nl2fl2, LM| R |n1€1n2€2; LM)L = 571/1711 §n/2n2 (Sgllgl 6@/2@2. (31)

The asymptotic behavior of the proposed solution is given by Eq. (12) where the
amplitude

ARy, 1) = Y AR Vi6(E1,52) (32)
£1=0,1

is expressed in terms of partial amplitudes

2 8 ir . _ .
A = V7 T e i) +oulp) —71)
N—-1
XY Cping Snae(p1) Snae(p2). (33)
77,1,77,2:0

The amplitudes A% for a = 7 and £ = 0,1 are shown in Fig. 1 as functions of N

(filled symbols). A poor convergence of both the argument Arg (Afv) and the absolute
value ‘Af\,’ clearly demonstrates a limited practical usefulness of the expansion (28).
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Consider now the solution ®*) in the TEC representation given by the truncated
expansion

&)( I‘l,rg Z Z Cmn2|n1€n2€ 00> (34)

£=0,1 ni,n2=0

Upon substitution into Eq. (17) we find

> Z [— [n10nst;00), + L [n1€nst; 00) }cﬁm

£=0,1 n1,m2=0
— o W(r1r2) VA[/fl- o) (ri,r2). (35)

This equation should be solved in the same manner as Eq. (29) to obtain the expansion
coeflicients Cﬁ s

We have seen how the leading asymptotic form of the phase W given by Eq. (14)
determines the features of the operator (18) acting on the CQS basis functions in
the region Q. There is no need to reproduce precisely the r.h.s of Eq. (14) since it

is asymptotical. On the other hand, we have to ensure the regularity at the origin
of the L operator representation. Apart from this constraint, we are free to modify

properties of L at moderate distances by including higher order terms in W with
the aim to optimize the basis set. We use the following phase parametrization (note,
various other parametrizations can be also explored):

rir2

W(I‘l,rg) = k

u=1/a2+1%, s=+/c+p? (37)

where real positive parameters a and c¢ are introduced to avoid singularities at the
origin (for simplicity we set ¢> = a). We have also introduced a real parameter d that
allows one to improve the convergence rate of expansion (34). The results presented
below are obtained with a =5 and d = —4.75.

Let us now come back to the proposed truncated expansion (34). The asymptotic
behavior of ;Iv)g\;r) is still given by Eq. (12) with the amplitude A (1, #2) which should
be calculated using Eq. (32) where the partial amplitudes Afv should be replaced by

— 5 [In(2ks) + d] (% 2Pi(x) + (TZ2)2P2(96))7 (36)

~ 2 8 in  _ .
Ay = M\/;“ kY2 exp {i [oe(p1) + oe(p2) — ]}

X Z n1n2 nlf pl) Sﬂ2f(p2)' (38)

ni,n2= 0

The convergence behavior of /lev is shown in Fig. 1 (open symbols). As expected,
the rate and smoothness of convergence are considerably improved by the TEC repre-
sentation. This result demonstrates numerically that the inclusion of an appropriate
phase factor into the basis functions is able to adequately absorb the leading asymp-
totic effect of the electron-electron interaction.
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5 Summary

In our previous publication [3], we have proposed the phase factor method as a new
approach to double ionization problems represented by the three-body driven equation
with a square integrable inhomogeneity. Specifically, we tried to solve the S-model
equation describing the fast electron impact double ionization of helium by expanding
the solution in terms of the so-called Convoluted Quasi Sturmian functions. Since the
asymptotic behavior of these functions is inconsistent with that of formal Coulomb
three-body continuum states, the CQS basis cannot represent the solution in the entire
space. Even worse, we have found out that our solution diverges as the basis size
increases. In order to circumvent this failure, and thus to improve the convergence
rate, we have suggested equipping the basis CQS functions with the phase factor
corresponding to the inter-electronic interaction. Within the S-wave framework, this
strategy has been demonstrated to be successful.

In this paper an extension of the phase factor approach of Ref. [3] to arbitrary
angular momenta is proposed. Since the phase factor is intended to account for the
inter-electronic Coulomb interaction, it is natural to use the same truncated multipole
expansion of 1/r15 in the generalized phase as employed to approximate this poten-
tial in the Hamiltonian. We examine the validity of our modified CQS approach in a
two-channel case by constructing a suitable formula for the phase. The inclusion of
higher order terms in 1/p in the leading asymptotic behavior, results in a significant
convergence acceleration of the calculated amplitudes. We also demonstrate the con-
vergence rate of the solution expansion to be rather sensitive to the phase behavior
at moderate distances; optimized parameters (only two in our case) can therefore
improve the efficiency of the basis. We expect the CQS basis combined with the pro-
posed phase method to provide an efficient tool for the studies of full (e, 3e) processes
as well.
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