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In this presentation, we wish to provide an overview of the spectral features for the self-adjoint Hamiltonian of the
three-dimensional isotropic harmonic oscillator perturbed by either a single attractive d-interaction centered at the
origin or by a pair of identical attractive J-interactions symmetrically situated with respect to the origin. Given that
such Hamiltonians represent the mathematical model for quantum dots with sharply localized impurities, we cannot
help having the renowned article by Briining, Geyler and Lobanov [1] as our key reference. We shall also compare
the spectral features of the aforementioned three-dimensional models with those of the self-adjoint Hamiltonian
of the harmonic oscillator perturbed by an attractive ¢'-interaction in one dimension, fully investigated in [2, 3],
given the existence in both models of the remarkable spectral phenomenon called ”level crossing”. The rigorous
definition of the self-adjoint Hamiltonian for the singular double well model will be provided through the explicit
formula for its resolvent (Green’s function). Furthermore, by studying in detail the equation determining the ground
state energy for the double well model, it will be shown that the concept of “positional disorder”, introduced in [1]
in the case of a quantum dot with a single J-impurity, can also be extended to the model with the twin impurities
in the sense that the greater the distance between the two impurities is, the less localized the ground state will be.
Another noteworthy spectral phenomenon will also be determined; for each value of the distance between the two
centers below a certain threshold value, there exists a range of values of the strength of the twin point interactions
for which the first excited symmetric bound state is more tightly bound than the lowest antisymmetric bound state.
Furthermore, it will be shown that, as the distance between the two impurities shrinks to zero, the 3D-Hamiltonian
with the singular double well (requiring renormalization to be defined) does not converge to the one with a single
d-interaction centered at the origin having twice the strength, in contrast to its one-dimensional analog for which
no renormalization is required. It is worth stressing that this phenomenon has also been recently observed in the
case of another model requiring the renormalization of the coupling constant, namely the one-dimensional Salpeter
Hamiltonian perturbed by two twin attractive d-interactions symmetrically situated at the same distance from the
origin.
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1. Introduction

In this work, we wish to further extend our previous research on various types of
point perturbations of Schrodinger Hamiltonians with or without harmonic confinement (see,
e.g., [2-11]) to the physical models utilized to describe three-dimensional quantum dots.

This presentation will try to be an expansion of the detailed spectral analysis carried out
in [1], in the sense that, after briefly reviewing in Section 2 the findings of [1,9] for the case of a
three-dimensional quantum dot with a single impurity consisting of a point interaction centered
at the origin, we are going to investigate in Section 3 the model with two twin attractive point
impurities symmetrically situated with respect to the bottom of the harmonic confining potential.
In Section 2, by analyzing the behavior of the new energy levels created by a point perturbation
as functions of the parameter labeling the self-adjoint extensions, physically characterized by
being proportional to the inverse scattering length (see [1,4]), we are going to stress the analogy
of the presence of the so-called “level crossings” between the newly created eigenenergies of
bound states with a given symmetry and those of the unperturbed harmonic oscillator unaffected
by the singular perturbation pertaining to bound states having the opposite symmetry. We will
also underline the difference between this three-dimensional model and the one-dimensional
one, studied in [2,3], in which the harmonic oscillator is perturbed by a so-called §’'-interaction,
whose quadratic form is given by the expression |0') (¢'].

The first step in the investigation outlined in Section 3 will necessarily be the rigorous
definition of the self-adjoint Hamiltonian representing the energy operator for our model. This
will be achieved by first introducing the usual ultraviolet energy cut-off and then making the
coupling constant dependent on the cut-off itself in such a way that the typical cancellation of
divergences will take place in the norm-resolvent limit once the cut-off is removed.

Once the explicit expression of the resolvent (Green’s function) is obtained, its poles
will provide us with the eigenvalues (energy levels) for the three-dimensional harmonic oscil-
lator perturbed by singular interactions (3D quantum dot with point impurities). The noticeable
difference between the bound state equation pertaining to the model with a single impurity
centered at the origin (described in Section 2) and the one for the singular double well is the
inevitable absence of the simple expression containing the ratio of Gamma functions enabling
us to study all the eigenvalues on an equal footing. Although it is still possible, at least con-
ceptually, to carry out the analysis of the entire discrete spectrum, the operational task is made
quite challenging by the fact that the equation for an eigenvalue pertaining to a bound state with
a given symmetry may not be used for the eigenvalue pertaining to the next upper bound state
with the same symmetry without the modifications needed to cancel the inevitable appearance
of divergences, a procedure outlined in [2,8-11] in the case of the other aforementioned models.

As a consequence, we have necessarily restricted our task to a rather detailed description
of the behavior of the lowest lying eigenvalues (energy levels) of the spectrum with respect to
the variations of the two key parameters of the model, one labelling the self-adjoint extensions
of the operator (or its reciprocal) and the other one given by the distance between either impurity
and the origin.

Given that the findings of our analysis in Section 3 are unavoidably linked to some
possible avenues of future research, we refrain from anticipating them in an abbreviated fashion
at this stage, as they will be summarized in detail in Section 4, the final section in which
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the most important conclusions will be drawn and some perspectives for future work will be
sketched.

2. The three-dimensional isotropic harmonic oscillator perturbed by a single attractive
point perturbation centered at the origin

We wish to start our analysis by revisiting the model used in [1] to describe a 3D-
quantum dot, namely the three-dimensional isotropic harmonic oscillator perturbed by an at-
tractive point perturbation. The spectroscopy of such a Schrodinger Hamiltonian was also fully
investigated in [9] under the restriction of having the impurity, that is to say the point pertur-
bation, situated at the origin. Hence, the Hamiltonian was given by the self-adjoint operator
making sense of the heuristic expression (see [9]):

1< 2 ’ 3
Hz = Hy — B0(%), Hy= = —— 2l = Ya;+ = 2.1
B 0 B (Z‘), 0 2;( dl'?—i_xl) p a; a +2 ( )
(a; and its adjoint being the usual annihilation and creation operators associated with H)).

The eigenfunctions of H,, the Hamiltonian of the three-dimensional harmonic oscillator,

can clearly be expressed in terms of those of their one-dimensional counterparts, namely:

Although, in this case, the radial symmetry of the model could obviously be exploited,
as was done in [1], we adhere to the Cartesian framework used in [9] in view of our prospective
investigation of the model in which H, is perturbed by two attractive deltas. Before moving
forward, it is crucial to notice that the function:

o0

(Ho— E)70,) =)

|7|=0

W,7(0)
(1271 + 3 — E)

Vs (7) (2.2)

is square integrable. In fact, by considering without loss of generality only negative values
of F, by means of Parseval’s identity, we obtain the following estimate:

N V35:(0) N ¥34(0)

< - =
(12 + 2 - B)" ~ 52 (200 + ) (200 + 1) (205 + 1)*°

ST RO N R
[Z (2n + 1/2)2/3] =%

n=0

|7i|=0

(2.3)

taking into account the well-known pointwise decay of the harmonic oscillator eigenfunctions
(see, e.g., [12,13]), precisely that lim n'/*4,(x) < co, for any fixed .
n—oo
As was shown in [9], using the coupling constant renormalization procedure, Hg is
rigorously defined (for any [ different from zero) by means of its resolvent, namely:

By — (i gy (Ho BN = B0

-1 _ 0o \Ilgﬁ(o)
B = B\ Xm0 () (ar3-2)

for any negative £ below Ej (), the ground state energy (lowest eigenvalue) of Hjg, that is to
say the first root of the equation:
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= N v3:(0)
Cr nzo (127 +3) (127 + 3 — E) 2.5)

as was done in [9] (and in similar contexts in [2,8, 10, 11]), the series on the right hand side
of (2.5) can be recast as an integral. This can be achieved by taking advantage of two crucial
properties that will be exploited throughout this work: the well-known integral relationship
between the resolvent and the semigroup of any semibounded operator for any E below the
lowest point in the spectrum (see, e.g., [14] page 204), as well as the fact that the integral
kernel of the semigroup of the three-dimensional harmonic oscillator is perfectly separable
(see [1] page 1278), such that (2.5) reads for any F < 3/2:

( Et _
7r3/ 2 % t, (2.5a)

or equivalently,

- = / 1_6 o Yt (2.5b)

By means of a simple change of variable inside the latter integral, (2.5b) can be rewritten as an
integral over a bounded interval (involving Mehler’s kernel):

!
-1 _ 1 £2 ( P - 1)
L= 0/ (1 - 52)% d€. (2.5¢)

By setting o = 1/5 and

~ 1—¢3 I'(3/4)
ap =Byt = / cdE = =~ (.107585,
TR et T T
(2.5¢) can be further transformed into:
F ]
a— oy = 5 dg. (2.5d)

\/_ 1-eyp

In perfect analogy with what was done in the aforementioned articles, the integral on
the right hand side can be converted into a ratio of Gamma functions as follows:

G-
(-5

It is crucial to realize that (2.5e¢) holds also to the right of £ = 3/2, enabling us to
determine all the eigenvalues and not only the ground state energy. Of course, our analysis in
this work is entirely consistent with what was observed in [9] (see the final remark in [2] as
well). The graph of the ground state energy as a function of the extension parameter o« = 1/
is shown below (Fig. 1). As is evident, Ey(a) — 3/2 as a — +o0.

Qp — X =

(2.5¢e)
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F1G. 1. The ground state energy of the 3D-isotropic harmonic oscillator per-
turbed by an attractive point interaction situated at the origin as a function of the
extension parameter o« = 1//3

At this stage, it might be worth recalling that the corresponding bound state equation for
the one-dimensional Hamiltonian:

bla) = e = 3 (=3 +2*) = ZW) @)

defined rigorously by means of its resolvent in two different ways in [2,3], is instead:

rE-3) ['(3/4)
P—a=2-—4 27 P =2 = 0. . 2.
o o) T (% - %)7 o I(1/4) 0.675978 (2.6)

Conversely, the corresponding bound state equation for the one-dimensional Hamiltonian is:

b = 3 (—a + ) =20 = 5 (4 + ) — M) (o),

taking account of the obvious identity in the sense of quadratic forms between the d-interaction,
namely the quadratic form |0) (|, and the so-called d-potential (whose quadratic form is in-
stead (-, d-)), reads:

2.7)

(see [2,8,15]).

The fact that (2.7), unlike (2.5¢) and (2.6), involves only the coupling constant is a
clear manifestation of the fact that A(\) can be easily defined by means of the KLMN theorem
(see [16]) without the renormalization required for the other two models.

The higher energy levels are even more interesting, as they exhibit the phenomenon
called “level crossing”. As was pointed out in [2] (see also a similar remark in [9]): “as a

consequence of the presence of the point perturbation acting only on states with zero angular
20+ 1) (20 + 2)

3
momentum, the -degeneracy of the eigenvalue Fo = 2| + 3 gets lowered by

one due to the emergence of the simple eigenvalue generated by the perturbation. Such a
simple eigenvalue, regarded as a function of the extension parameter o, does cross the next

lower unperturbed eigenvalue Ey_ 1 = (21 — 1) + 2
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As can be seen in Fig. 2, it is quite noteworthy that all these level crossings take place
exactly at a = oy (approximately equal to 0.107585), adopting the renormalization used in [9].
As was stressed in [2]:

“by using instead the alternative renormalization (3.6), the location of all the level
crossings would be exactly &'®) =0, leading to the graph shown in Fig. 4(a) of the aforemen-
tioned paper by Briining, Geyler and Lobanov”.

-2k 1 1 1 ’ 1
-3 -2 -1 Ju] 1

F1G. 2. The ground state energy and the next two symmetric eigenenergies of
the 3D-isotropic harmonic oscillator with an attractive d-perturbation situated at
the origin as functions of the extension parameter o = 1//3

The very same phenomenon observed in [2] for the one-dimensional Hamiltonian A(«),

for which all the level crossings take place exactly at a = ozélD) (approximately equal to

0.675978) using the renormalization (2.4a) of that paper, is to be regarded as being even more
remarkable. Citing again our considerations in [2], it can be stated that:

“from the point of view of the structure of the spectral curves representing the eigen-
values (energy levels) as functions of the extension parameter and neglecting the degeneracy of
the three-dimensional eigenvalues, the harmonic oscillator perturbed by the point interaction
considered here (|0'(x)){(8'(x)|) seems to be a more legitimate one-dimensional counterpart
than the delta distribution as the latter bears no resemblance of the 3D-level crossing involving
eigenstates of different symmetry. Having stated that analogy, an important difference must
also be pointed out: whilst in the case of the perturbed isotropic oscillator the eigenenergy
of the simple eigenvalue created by the point interaction (emerging out of a degenerate level
with an even value of the total angular momentum) can cross the next lower unperturbed level
(having an odd value of the total angular momentum) beyond a certain threshold of the key
parameter of that model, something of an opposite nature occurs in the one-dimensional model
being studied here: each perturbed odd eigenvalue can fall below the next lower unperturbed
even eigenvalue beyond a certain threshold. As a consequence, the symmetry of the ground
state wave function can change in the case of a sufficiently strong §'-interaction (the ground
state wave function being given by an odd function discontinuous at the origin)”.

The spectral features of the Hamiltonian for our perturbed isotropic oscillator described
in the previous remarks can be visualized in the above graph (Fig. 2) displaying the new ground
state energy FEp(c) and those of the two symmetric bound states Es(«) and Ejy(a) which
emerge from the 7/2 and 11/2 levels as a result of the perturbation and are confined inside the
intervals (3/2,7/2) and (7/2,11/2), as functions of the extension parameter, as well as their
level crossings with the unperturbed antisymmetric states £ = 5/2 and E = 9/2. Both of these
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occur, as anticipated above, at @ = o (approximately equal to 0.107585). It is worth reminding
the reader that the degeneracy of £ = 7/2 has been lowered to five and that of £ = 11/2 to
fourteen.

3. The three-dimensional isotropic harmonic oscillator perturbed by two twin
attractive point perturbations symmetrically situated with respect to the origin

We wish to continue our analysis of the three-dimensional model by considering the
heuristic Hamiltonian:

Higzy = Ho — B[6(F — %) + 0(Z + To)], & = (20,0,0), x> 0. (3.1)

As pointed out in the final remarks in [17] (see also the references therein), the model
with a singular double well has been increasingly utilized in the recent condensed matter theory
literature “since, in combination with a cubic nonlinearity, it leads to a particular type of the
nonlinear Schrodinger equation for Bose-Einstein condensates (Gross-Pitaevskii equation)”.

By essentially mimicking what was done in [2,9], we can start by performing the
standard ultraviolet cut-off and making the coupling 1 = p(¢,5) > 0 dependent upon the
related upper limit 0 < ¢ < +oo for the energy, which leads to the introduction of a perfectly
defined self-adjoint Hamiltonian:

¢
Hypay = Ho—p(6,8) Y W) [Up(F0) Ui (o) + Up(—To) W (—0)] (T, (3.2)
|1]=0,|m:=0

which implies that for any sufficiently negative £ we can write:
Hi iy — B =(Ho — B)V2{T — (e, B)[|(H§ — B)/2(, —30)){(H — B) (=, )|+

[(HG — BY7V2(, 30) ) ((HE — B)™ (70, )] b(Ho — B)'.

(3.3)
Therefore, in order to explicitly write the resolvent of the left hand side of (3.2), it is
crucial to determine the inverse of the operator inside the curly brackets on the right hand side
of (3.3). We wish to remind the reader that the expression of the resolvent given by the inverse
of (3.3) is known as Tiktopoulos’ formula, commonly used in dealing with perturbations of
semibounded operators (see, e.g., Theor. VIIL.25 in [18]). It is worth noting that in the latter

expansion of the resolvent the crucial role is played by an operator of the type:

(A+D)7V2A, - AA+T)"Y2 A>0,
which is isospectral to the more widely investigated Birman-Schwinger operator (see, e.g., [19,
20] in the case of perturbations of the negative Laplacian in one dimension). In perfect analogy

with what was done in [7,11,17], it is possible to rewrite the operator of rank two inside the
square brackets on the right hand side of (3.3) as follows:

|(HS—E)_1/2(',—50>> <(HS—E> 1/2 Z }_’_’ HZ 1/2 f >< Hé 1/2 )‘ —
2| | = )2, 7)) (S — )@, |+u# m;W )MU%—@JW%JW

(3.4)
where

¢
1 = Wi () .
(Hf — EY;Y2(2,7) = Z 21370 7 Uoz (),
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4

¢2n1+1(5f0)¢2n2 (0)¢2n3 (0)
=0 (2n1 + 2no 4+ 203 + 5 — E)

1/2 2anl-&-l (17)1/}2712 (y)@ban (2) )

which implies their mutual orthogonality.
By essentially mimicking what was done in the aforementioned papers, it is rather

straightforward to obtain the algebra for the powers of the rank-two operator on the right hand
side of (3.4):

{2 [|(H§ — E);'2(-, %) ){(Hy — E); (%, )|+
] — By (G - B )]} =

2m+l{ [(HE — B); (@0, %)) ™ [(HE — B)7V2(,8)) (HS — E);V2(&, )| +
W%—BQ@MMWK%—EmW@%»W%—EJW%JG,Qﬂ
given that:
Wi () B
H(Hg—E)sl/Q H = ﬁz_: ﬁgjg = (Hg—ELl(foafo)’

and similarly for the square of the norm of (Hg — E);Sl/ 2 (Zo,-). Hence, the inverse of the

operator inside the curly brackets of (3.3) can be written as a new rank-two operator:

: A Or 12
e — (HE = B). (T %)’(Hg_E)s (. 20) ) (Hy — ), (@.)| +
_ - (3.6)
1 - -
(He E)_l (f ‘f ) ’(Hg - E)a51/2 ( ’ _»0>><(H£ E)a51/2 (foa >‘
(65 as 0, L0

Therefore, the inverse of the operator on the left hand side of (3.3) is:

(Hipay — E) ' = (Ho— BE) ' +
1

— (H§— B) . (70, )
1

~ (H{ - E),. (&, 7o)

|(HE = B). (@0 ) ((HE - B) (@0, )|+

_1
2u(¢,8)

-1, -1,
1 (5 = B), (.70) ) ((HE = B), (70, G
2u(£,8)
At this stage, we need to thoroughly investigate what occurs when the ultraviolet cut-off
gets removed, that is to say the behavior of (3.7) as £ — +-o0.
As a consequence of the simple estimate:
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(Zo, -) will converge in the Hilbert space norm to the

276
-1

0~ ),
(3.9)

it is immediate to realize that (H ¢
\IJQ $o —
n \Ilgﬁ(l')

Z 27|+ 2 - E

(HO_ES .l’o,
|7i[=0

The latter convergence implies in a straightforward manner that the rank-one operator

(15— ) (7)) ((H = B), (@,1)],

will converge in the trace class norm to the following
((Hy — E), " (-, %) ){(Ho — E); " (Zo.-)|-

following:

Similarly, it follows that:
‘(HOZ o E);sl <'7 fo>><(H£ - E);sl <fO7 )‘ — |(H0 - E);sl ( fO)><(HO - E);sl (xOJ
0

1/2 w2n1+1 (x)w2n2 (y>¢2n3 (’Z)

with
= 1/}2711-&-1 (xo)%nz (0)1/}2”3( ) (310)

(HO_E)as (.Io,f) = s
|ﬁ|:0 (2711 + 2712 + 2n3 + 5 E)
Therefore, the only problem caused by the removal of the ultraviolet cut-off is the
divergence of the series inside each denominator in the second and third term on the right hand
side of (3.7). However, we still have the freedom of choosing the /-dependence of u(¢, ) in
such a way that the typical “cancellation of infinities” may take place. Let us set:
¢
1 1 v2.(0)
—+ 2n (3.11)
Wt.5) B lZ 2] + 3
or equivalently:
—1
wu(l, 1+ . 3.11b
it is clear that

=0
in [2,3,9, 17],

In perfect accordance with the use of the term “attractive”
(¢,8) > 0 for the large values of ¢ involved in the limit, regardless of the sign of 5. This
makes the singular interaction attractive because of the presence of the negative sign in the

second term in (3.2). Hence, for any £ < 3/2:
¢ ¢
1 y -1 . 1 1 w20 gq To)
_ _E = 1 Z E E il 3.12
2#(575) ( 0 )s ($0,$0 ﬁ 9 = ﬁ % —I—% B’ ( )
and
1 y -1
_ _ E — — —
a3y~ (o™ Py (o0
¢ ¢
Z|2 |+ |Z:02n1+2n2+2n3+g—E’ '

(as will be seen shortly, considered separately, the latter expression is well defined for any

E <5/2).
By taking advantage of the integral representation for the resolvent of the three-dimensional
harmonic oscillator for any F' < 3/2, that is to say the aforementioned Mehler’s kernel, as well
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as of the explicit expressions of the symmetric and antisymmetric components of the integral
kernel of the semigroup for the one-dimensional harmonic oscillator established in [11], the
limit of the right hand side of (3.12), as £ — 400 can be written as:

1

1
11 ¢ ¢ B
ﬁ + 973/2 / (1— 52)3/2615 - / (1— £2)3/2 ¢ | =
0

0 e - (3.13)
1 1 1 51/2 [1 _ g—E <e*"”017+§ + e*xoﬁﬂ
R b
0
Similarly, for any £ < 5/2, the limit of the other denominator is given by:
1 51/2 — (e—mg% . e—x%%ﬁ)]
27T3/2 / By d¢ < o0, (3.13a)
0

taking into account that, as pointed out in [11], we have:

— P ol 4 _2%
£ 1(6 Po0Tre — ¢ 70T >—>4x0,

as £ — 0, which implies that ¢/2~% (e—zéi—;é —e ”C%rg) has an integrable singularity at 0,
as long as F < 5/2.

Hence, for any xy > 0 and any £ < 3/2 (resp. E < 5/2), the difference of the two
divergent series on the right hand side of (3.12) (resp. (3.12a)) yields a finite limit. Then, it is
not difficult to prove that, as a consequence of the first resolvent identity, the same holds at any
other point away from o (Hy).

Therefore, the norm resolvent limit of (3.7) after removing the ultraviolet cut-off is given
by:

[(Ho — E), " (-, ))((Ho — E), " (&, )]
0

(Ho—E)"" +

(3.14)

1 ¢ \I/%FE(O) ‘ ,lvb%nl-i-l ($0)¢§n2( )¢%n3( )
52 Z|:2n1+2n2+2n3+——E
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In particular, for any F < 3/2, we have the following integral representation:

}(Ho - E);l (.73‘;’0)><(H0 _ E)gl (7, )
: 1 /1 o [1 —¢ (Wg%g 4o

ﬁ + 973/2 (1—¢&2)32
0

(Ho— E)"' +

il

N————

[
N
Iy

((Ho — E),. (-, %0)){(Ho — E), (%,")

263 2m3/2
0

By essentially mimicking the proofs used in some of the above-mentioned papers [2,9,
17], it can be rigorously shown that the latter operator is indeed the resolvent of a semibounded
self-adjoint operator for any F below FEy(3), the lowest zero of the denominator in the second
term in (3.14) and (3.14a). Furthermore, the explicit form of the resolvent clearly implies its
analyticity in norm in close proximity to 0 (since we have an analytic family in the sense of
Kato, see [14,21]) as a function of f.

The results obtained so far can thus be summarized in the following theorem.

Theorem 3.1. The rigorous Hamiltonian of the three-dimensional isotropic oscillator,
perturbed by two identical attractive point interactions situated symmetrically with respect
to the origin at the points £%y = (+x0,0,0), xg > 0, making sense of the merely formal
expression (3.1), is the self-adjoint operator Hg z,, whose resolvent is given by the bounded
operator (3.14). The latter is the limit of the resolvents (3.7) (of the Hamiltonians with the
energy cut-off defined by (3.2)) in the norm topology of bounded operators on Lo(R*) once the
energy cut-off is removed. Furthermore, Hg 3, regarded as a function of (3, is an analytic
family in the sense of Kato.

Of course, unlike the Hamiltonian analyzed in Section 2, we can no longer hope to have
the bound state equation expressed in terms of a ratio of Gamma functions.

Nevertheless, since the limit of the difference of the divergent series appearing in the
first (resp. second) denominator of (3.14) gives rise to a smooth multibranch function of the
energy parameter, with its vertical asymptotes given by the symmetric (resp. antisymmetric)
eigenvalues of the unperturbed Hamiltonian, we can rely on the findings of [8-11] to have it
expressed in terms of an integral that will have to be suitably modified for each single level in
order to avoid the unpleasant appearance of divergences.

Remark. In perfect accordance with what was observed in [10] for the analogous
one-dimensional model with a single point impurity centered away from the origin, and in [11]
for the model having a pair of twin impurities symmetrically situated with respect to the origin,
it is worth pointing out that whenever the location of the impurities coincides with a node of
an eigenfunction for the one-dimensional harmonic oscillator (here we are obviously excluding
the trivial case xy =), then the corresponding eigenenvalue will not be affected at all by the
singular perturbation. In other words, if

Yom, (0) =0, 9 >0 (respectively 1y, 11(x9) = 0),
then

Vo (T), M= (m1,ma,mz)  (resp. Yam,+1(T)V2m, (Y)V2ms (2)t)



Spectral properties of a symmetric three-dimensional quantum dot . . . 279

belongs to the kernel of the first (vesp. second) rank-one operator in (3.14) and the corre-
sponding eigenvalue

3 5
|2m| 4+ 5 (resp. 2my + 2mso + 2ms + 5)

will stay in the spectrum with its original multiplicity.
Hence, for any F < 3/2, the equation determining the ground state energy is given by:

L 154/2[5—E:<6—x35£ 4_€—ﬂ%%%§> _.1}

Z = o / e de. (3.15)
0

By setting o = 1/3 and

1 : <€—x3%§ + 6_:8%%) — &2

+ _

ag (xg) = 5 / TETDEE dé < oo, (3.15a)
0

the equation can be exactly recast in a manner that is completely analogous to (2.5d), that is to
say:

N ) (e—w%%é + e—w%%>
s / de. (3.15b)

a — Qg (l‘o) = 372 (1 _ 52)3/2
0

The graph for the solution of the above equation, i.e. the ground state energy as a function of
the extension parameter, is shown below in Fig. 3 for zy = 0.2.

0.a

0.4h

1.0

1.5

F1G. 3. The ground state energy for the 3D-isotropic harmonic oscillator per-
turbed by a pair of identical attractive point interactions symmetrically situated at
a distance x(y = 0.2 from the origin as a function of the extension parameter

a=1/8

Similarly, the equation determining the energy of the lowest antisymmetric bound state
for any £ < 5/2, namely:

R I S A
%:ﬁpjgmkEGo+ - ﬁ 4%, (3.16)
0
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after setting

. 1 (e—zg% _ e—x%%) 1/2
ag (o) = 5 0/ (DL dé < oo, (3.16a)
can be recast as:
L b (eVE ) (e—w%% _ e—x%i#)
a —ag (20) = 73 / SLE dé. (3.16b)
0

The graph for the solution of the above equation, representing the energy of the lowest anti-
symmetric bound state as a function of the extension parameter, is shown below in Fig. 4 for
Ty = 0.2.
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F1G. 4. The energy for the lowest antisymmetric bound state of the 3D-isotropic
harmonic oscillator perturbed by a pair of identical attractive point interactions
symmetrically situated at a distance xy = 0.2 from the origin as a function of the
extension parameter o = 1//3

By further exploiting the technique developed in the aforementioned papers [8-11] to
obtain cancellation of the divergences as we move to the right of £ = 3/2, we can also study
the equation determining the second symmetric bound state energy.

Given that:

1U30) WA

l l
1 < W2(0) W2 (7))
- lim =y —2i 21t 3.17
273/2 3/2-F ik 2|le2ﬁ\+§ Zlyzﬁ\Jrg—E » G17)
and
w3(0) [ e VR(0) 1
0 1 T e
0 _ 1/2d 0\0 /1/2Ed
o 7 [ e T = S [ erra
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the equation determining the second symmetric bound state energy is given by:

1

1 2—382 2 1 1/2 1 — 23/2_1
1_ e N /f [(1-¢%) }d§+
B (3/2—E)w3/2  3md/2  r3/2 (1— £2)3/2
0
| e [emhUnO/050) 4 e 110/00) _ geri(1 — g2y

0
Since the quantity

e~ 0(1-0/(1+6) 4 o~23(1+6)/(1-§) _ 9,—3 (1- 52)3/2

behaves like c£? + O(£*) in the region to the right of the origin, it is quite evident that the
numerator inside the second integral on the right hand side of (3.18) has an integrable singularity
at the lower limit of integration for any F < 7/2, that is to say the third eigenvalue of the
unperturbed 3D-isotropic harmonic oscillator. One can immediately notice that both integrals
on the right hand side of (3.18) diverge as & — 1_. However, by rewriting their sum as:

) /1 €172 {(1 P g [geﬂ% (1— €2)%? — e—280-9/0+8) _ 67m3(1+s>/(175>] }

dg
73/2 ~ 2\3/2 ’
J (1-e)
it is a bit tedious but straightforward to check that:
g1/2 {(1 @y g [ge—w% (1 - €2)*? — emwd-9/0+8) _ e—w8(1+£)/(1—5)} }
— Lg < 00,

1—¢&2
as £ — 1_, which implies the integrable nature of the singularity at the upper limit of integration
and, therefore, the cancellation of the two divergent quantities on the right hand side of (3.18).
Hence, for any 3/2 < E < 7/2, the equation determining the second symmetric bound state
energy can be recast as:

1 2e~% 2 1

B (3/2—E)m2  3x3/2 T

L g1/ {(1 _ 52)3/2 _¢E |:2€—m(2) (1- éf2)3/2 _ o 73(1-0)/(14€) _ e—x%(l—i—f)/(l—f)]}
(1-¢)"?

The latter equation can be further transformed into:

d¢. (3.18a)

S —

2e~% ) 1
a—af ‘

()= GR-B)7  3r o~
[ L ¢1/2 {(1 @y B [26713 (1— €2)%? — e~e80-9/0+8) _ 67x3<1+5>/<175>} }
0

(1-g2)*? o

1
/ — e~ 23(1=6)/(1+6) _ a3 (1+6)/(1-€)

/
J (1-&)"

Figure 5 shows the plot for the counterpart of Fig. 2 for o = 0.2 with the five lowest
eigenvalues, namely Fy(«), Ei(a), Es(«) (clearly omitting their dependence on z to make the

dg] . (3.18b)
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notation less cumbersome), the new eigenenergies created by the pair of twin point interactions,
in addition to 5/2 and 7/2, whose degeneracy has now been lowered to two and five respectively.

-0.2 -0.1 0.0 o1 0.2 03 0.4

F1G. 5. The ground state energy and the next two eigenenergies created by two
identical attractive J-perturbations situated symmetrically at the same distance
from the origin, xy = 0.2, as functions of the extension parameter o = 1/

It is worth stressing that, in addition to level crossings of the same type as those
encountered in the aforementioned articles [1,9], which occur in the case of a single J-impurity,
involving the new eigenvalues created by the point perturbations and the eigenvalues of the
unperturbed harmonic oscillator preserved under the perturbation due to their degeneracy, two
further level crossings of a new type involving F;(«) and Ex(a) (the two new energy levels
created by the singular double-well perturbation above the ground state one), can be observed
at the values ay (approximately equal to —0.126478) and a3 (approximately equal to 0.309201).
It seems rather remarkable to us that, for such a small value of the distance x, there is a
range of values for the extension parameter «, namely the interval (aws, «3), inside which
Es(«a) < Ei(a). In other words, when the coupling is sufficiently strong (taking account of
the fact that o = 1/B) and the distance between the two centers is sufficiently small (this
point will be made more precise shortly), the second symmetric bound state created by the
singular perturbation can become more tightly bound than the lowest antisymmetric bound
state. Furthermore, the energy level created by the perturbation at oy (resp. «s) is doubly
degenerate, since Ey(as) = Ea(ag) (resp. Ey(as) = Ea(as)).

In addition to the value oy (approximately equal to 0.356236), where Fs(a) = 5/2, it
is also worth including the value «; (approximately equal to —0.198151) where E)(a) = 3/2,
even though £ = 3/2 is no longer an eigenvalue. Then, the spectral features displayed in Fig. 5
can be summarized in Table 1.

Next, we will show how an increase in x affects the energy levels considered before. As
clearly shown by the comparison between the graph of the ground state energy as a function of «
in Fig. 6 for o = 0.4 and its analogue in Fig. 3 for o = 0.2, we have Ey(«;0.2) < Ep(c;0.4)
for any a.

Although we cannot strictly use the definition of “positional disorder” given in [1] for
the 3D-isotropic quantum dot with a single impurity because of the presence of the vector
—Xo in our model, we, nevertheless, believe that the concept is still valid in the sense that
the greater the distance between the two impurities is, the less localized the ground state will
be. It might be worth noting that this is in full agreement with our findings in some of the
aforementioned papers [7,11,17] on one-dimensional singular double wells (see also [10]).
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TABLE 1. The ordering of the five lowest eigenvalues over the corresponding
five intervals of the extension parameter for zy = 0.2

a < a Eo(a) < Ey(a) < 3/2 < Ey(a) < 5/2

o << Eo(a) <3/2 < Ey(a) < Exy(a) < 5/2

as < a<ag Eo(a) < 3/2 < Exy(a) < Ey(a) <5/2

az < a <oy Eo(a) < 3/2 < Ei(a) < Ey(a) <5/2

ay < « Eo(a) <3/2 < Ey(a) <5/2 < Ey(a) < 7/2

L L L L L L
-0.2 a0 0.2 0.4 06 ] 10

F1G. 6. The ground state energy of the 3D-isotropic harmonic oscillator perturbed
by a pair of identical attractive point interactions symmetrically situated at a
distance xo = 0.4 from the origin as a function of the extension parameter

a=1/p

The graph of the lowest antisymmetric eigenvalue created by the singular double well
when the separation distance becomes xy = 0.4 is also provided below (Fig.7).

We now wish to provide the analog of Fig. 5 for g = 0.3 (Fig. 8).

As can be clearly seen in the plot, a remarkable change in the energy spectrum has
now occurred: for any value of the extension parameter we have FE)(a) < Es(«), that is
to say, the new energy levels created by the double well perturbation completely avoid each
other, borrowing the terminology used in articles such as [22] on the spectral phenomenon
called “level repulsion” or “avoided level crossing”. Of course, we still have the level crossing
between Fs(a) and 5/2, the antisymmetric eigenvalue of the 3D-isotropic harmonic oscillator
whose degeneracy has now been lowered to two by the perturbation.

The threshold value of z(, denoted by X; in the following, can be determined by ob-
serving that for that particular value, the two spectral curves Fj(a, X;) and Fs(a, X;) must
have the same value as well as the same partial derivative with respect to the extension parame-
ter a. Hence, X, is the second coordinate of the point representing the solution of the following
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1 1 1 1 1
-0.5 a0 0.5 10 1.5 2.0

F1G. 7. The energy for the lowest antisymmetric bound state of the 3D-isotropic
harmonic oscillator perturbed by a pair of identical attractive point interactions
symmetrically situated at a distance xy = 0.4 from the origin as a function of the
extension parameter o« = 1//3
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F1G. 8. The ground state energy and the next two eigenenergies created by two
attractive J-perturbations situated symmetrically at the same distance from the
origin, 2o = 0.3, as functions of the extension parameter o« = 1//3

system:

Ei (o, x0) = Ex(a, xp); 31
), o, (3.19)
9o 1(a, 7g) = Dar 2 (v, o).

For any fixed value of the distance z, the function E;(«, zo) with domain given by the
entire real axis and range (—oo, 5/2) has its inverse given by a1 (E, zo) with domain (—o0, 5/2)
and range equal to the entire real axis.

Similarly, if we restrict Es(a, o) to the domain (—oo, a*| and range (—oo,5/2|, with
Es(a, xg) = 5/2, its inverse function is as(E, z) with domain (—o0, 5/2] and range (—oo, a].
Both functions can actually be written in terms of explicit integrals and functions:

21+

7T3/2 / (1 . €2>3/2
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2¢~ % 2 N 1 y
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L g1/2 {(1 A o [ge—xa (1 — €2)%% — e—eB01-9)/0+8) _ e—x3<1+f>/<1—e>] }
(1-¢)*?

OéQ(E, 'IO) -

dg

0

(of course, we could alternatively use (3.16b) and (3.18b)).

Consequently, also taking into account the well-known theorem on the derivative of
the inverse function, instead of obtaining X; by solving the system (3.19), it is easier from a
computational point of view to derive its value by solving the system:

a1 (B, z0) = az(E, x); (3.19a)
. a

0 0
8_Ea1 (E, Z‘o) = a—EOéQ(E, Io).
The numerical solution of (3.19a) is the point with coordinates £ = F; (approximately
equal to 2.29949), x( = X; (approximately equal to 0.2339644), where both functions «; and as
attain the value «; (approximately equal to 0.0829). The plot of the tangential contact between
the two spectral curves for xy = X; is provided below in Fig. 9.
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F1G. 9. The curves of the two eigenenergies F;(«, X;) and Eq(«, X;) (X, being
approximately equal to 0.2339644) intersecting each other tangentially at @ = o
(approximately equal to 0.0829)

Hence, what has been seen regarding the three different spectral configurations for the
two energy levels Fj(«a, ) and Fs(«, ) can be summarized by means of the following
Table 2, which clearly shows the role played by the threshold value xq = X;.

The table thus makes our earlier statement written below Fig. 5 more precise: for
any xy < X, there exists an interval (cs(xg),as(xg)) (using the same indices used above)
of values for the extension parameter « (or equivalently of its reciprocal () for which
Es(a,zp) < Ei(a,z0). In other words, as the values of |a| in that range are rather small
(c2(0.2) approximately equal to —0.126478 and «3(0.2) approximately equal to 0.309201 in our
previous example) and the corresponding values of |3 are large, such a singular configuration
of those two eigenvalues (energy levels), characterized by having the second excited symmetric
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TABLE 2. The three possible configurations involving the two energy levels
Ey (o, z0) and Ey(«, o) as the distance parameter x varies

two distinct intersections between
El(Oé, [L‘()) and EQ(O[, CL’())

xo = X; = 0.2339644, | one tangential intersection between
a; 22 0.0829 Ey (o, zo) and Fs (v, xp)

xo < X3 = 0.2339644

no intersection since

20 > X, = 0.2339644 Ey(a, z0) < Bs(av, )

bound state more tightly bound than the lowest antisymmetric one, can only occur by shrink-
ing the distance between the two impurities below the threshold and raising their strength.
Moreover, it can be seen that the interval expands as x shrinks to zero.

Therefore, it might be fair to say that a wider separation of the two zero-range impurities
makes the structure of the spectrum more similar to that of the unperturbed isotropic harmonic
oscillator. As a matter of fact, it is not difficult to convince oneself that, for any fixed value
of the coupling 3 (or, equivalently, of the extension parameter /), the denominators of both
rank-one operators in (3.14) or (3.14a) are bound to diverge as xy — +oo. Hence, the resolvent
of our Hamiltonian will approach that of the 3D-isotropic harmonic oscillator in the limit
x9 — +00. As a result, that is in perfect agreement with its one-dimensional counterpart
established in Theorem 2.2(a) in [11].

However, a sharp contrast with the one-dimensional model occurs for the opposite
limit analyzed in Theorem 2.2(b) in [1I]. In fact, by noting that the right hand sides of both
(3.15) and (3.16) become divergent as xy — 0., it is clear that the lowest eigenvalue of our
Hamiltonian will decrease without any lower bound as the distance shrinks to zero. Therefore,
in sharp contrast with the one-dimensional case, we cannot expect in the limit x; — 0, to
obtain the operator studied in Section 2 with the strength of the point interaction doubled. It
might also be worth reminding the reader that, as is well known to Quantum Chemistry students,
three-dimensional interactions with a nonzero range do not manifest this singular behavior as
the distance between the two centers shrinks to zero, as the classical textbook example of Hy
smoothly approaching He™ in the limit R — 0 clearly shows (see [23-25]).

The same singular spectral phenomenon has been recently observed in [17] where an-
other model requiring a renormalization procedure, that is to say the one-dimensional Salpeter
Hamiltonian with a double well of identical attractive point interactions, was investigated. Our
spectral finding in this work confirms the general conjecture formulated in the above-mentioned
paper that, when we deal with point interactions requiring the renormalization of the coupling
constant (either because of the higher dimension or because of the different kinetic term), we
must inevitably give up “the intuitive idea that in the limit (xro — 0.) the eigenvalue should
approach the ground state energy pertaining to a single delta with double strength”.

In analogy with what was proved in [17], it will be shown in a forthcoming paper
that the only possible way of obtaining the expected behavior in the limit also in the case
of the operator investigated in this work is to make the coupling constant p(¢, 5) used in the
renormalization procedure suitably dependent on the separation distance z.
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4. Conclusions and perspectives

After reviewing the spectral features of a three-dimensional isotropic quantum dot with
an attractive point impurity situated at the origin (the bottom of the confining harmonic po-
tential), a model investigated in papers such as [1,9,26], the model in which a pair of twin
attractive point impurities gets inserted into the 3D-isotropic quantum dot has been studied by
first defining in a rigorous manner the self-adjoint Hamiltonian representing the energy operator
for such a model. Since the energy eigenvalues are given by the poles of the resolvent, its
explicit expression has enabled us to start the spectral analysis of the model. Although the
bound state equation no longer has the simple expression involving a ratio of Gamma functions,
as was the case in the presence of a single impurity centered at the origin, it is still possible to
carry out, at least conceptually, the required spectral analysis.

Here, we have restricted our task to a rather detailed description of the behavior of
the lowest lying spectrum eigenvalues (energy levels) with respect to variations of the two
key parameters of the model, one labeling the self-adjoint extensions of the operator (or its
reciprocal) and the other one given by the distance between either impurity and the origin.

The important spectral phenomenon called “positional disorder” singled out in [1] (see
also the references cited therein as well as [10]) in the case of a single point impurity located
away from the origin retains its validity in the sense that the more separated the twin impurities
are the less localized the ground state is.

In addition to the level crossings involving the spectral curve of each new singular
perturbation-created eigenenergy and the next lower eigenvalue of the unperturbed harmonic
oscillator (still present in the spectrum because of its degeneracy), another seemingly more
noteworthy spectral phenomenon occurs. There exists a threshold for the separation distance
between the twin impurities, above which, the spectral curve Es(a, z), representing the energy
of the second symmetric bound state, lies entirely above E(«,zy), the curve pertaining to the
energy for the lowest antisymmetric bound state. Below that threshold, there exists a range of
values of the extension parameter, which is physically characterized by being proportional to the
inverse scattering length, over which Fs(«, xy) < Fy(a, xp), implying the existence of two new
types of level crossings. From the point of view of what could be called “spectral engineering”,
the latter implies that the second symmetric bound state can become more tightly bound than
the lowest antisymmetric bound state provided the separation distance is below the threshold
and the extension parameter is sufficiently small. At the threshold value we have shown the
existence of a single tangential intersection between the two spectral curves. As a consequence,
the narrower the separation between the impurities is, the wider the aforementioned range is.

The current analysis could be further extended to the next higher eigenvalues to explore
the existence of other distance thresholds leading to level crossings of the new type.

It has also been pointed out that, in full accordance with the findings of [17] for another
singular double well model requiring renormalization of the coupling constant, and in total
contrast to those of [11] for the one-dimensional counterpart of the model studied in this note,
not requiring the renormalization procedure, the limit of our Hamiltonian as the separation
distance shrinks to zero is not given by the Hamiltonian of the 3D-isotropic quantum dot with
a single point impurity centered at the origin having twice the strength. It is our intention to
prove in a forthcoming paper that the expected behavior in the limit can be achieved by making
the coupling constant used in the renormalization procedure also dependent on the separation
distance.

Finally, we also intend to extend our investigation to the two-dimensional counterpart of
the model given the growing relevance of that dimension in Nanophysics, as attested by some
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contributions to the relevant literature, such as [27-30]. Of course, as can be seen in the case
of the 2D-isotropic quantum dot with a single impurity, fully studied in [31], some logarithmic
divergences, which are typical of two-dimensional Quantum Mechanics, are inevitably bound to
arise.
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1. Introduction

Boundary triples and their Weyl functions are efficient and frequently used tools in the
extension theory of symmetric operators and the spectral analysis of their self-adjoint extensions.
Roughly speaking, a boundary triple consists of two boundary mappings that satisfy an abstract
second Green’s identity and a maximality condition. With the help of a boundary triple, all
self-adjoint extensions of a symmetric operator can be parameterized via abstract boundary
conditions that involve a self-adjoint parameter in a boundary space. In addition, the spectral
properties of these self-adjoint extensions can be described with the help of the Weyl function
and the corresponding boundary parameters. We refer the reader to [1-5] and Section 2 for
more details on boundary triples and their Weyl functions.

The main objective of this note is to provide and discuss boundary triples and their
Weyl functions for self-adjoint Schrodinger operators in L?(R") with -interactions of strength
a € R supported on a compact smooth hypersurface C that separates R™ into a smooth bounded
domain §2; and an unbounded smooth exterior domain €2.. In an informal way, such an operator
is often written in the form

Asa = —A — ade, (1)
where ¢ denotes the J-distribution supported on C. A precise definition of the self-adjoint
operator A;, in terms of boundary or interface conditions is given at the beginning of Section 3
below; see also [6,7] for an equivalent definition via quadratic forms. Schrodinger operators
with d-interactions are frequently used in mathematical physics to model interactions of quantum
particles; we refer to the monographs [8] and [9], to the review article [10] and to [6, 11-25]
for a small selection of related papers on spectral analysis of such operators.
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Let Agee be the usual self-adjoint realization of —A in L?(R") and let A;, be the
self-adjoint operator with J-interaction on C in (1). We consider the densely defined, closed
symmetric operator S = Apee N As, in L2(R™) and its adjoint S*, and we construct a boundary
triple {L*(C), Ty, "1} for S* and a self-adjoint parameter O;,, in L*(C) such that

Apee = S™ [ ker [y and As o = 5" | ker(I'y — O5,1).

Although it is clear from the general theory that such a boundary triple and a self-adjoint
parameter O;, exist, its construction is not trivial. Our idea here is based on a coupling
of two boundary triples for elliptic PDEs which involve the Dirichlet-to-Neumann map as a
regularization (see [26-28]), the restriction of this coupling to a suitable intermediate extension,
and certain transforms of boundary triples and corresponding parameters. These efforts and
technical considerations are worthwhile for various reasons. In particular, if v and M denote the
~-field and Weyl function corresponding to the boundary triple {L?(C),T,T';} (see Section 2
for more details), then it follows immediately from the general theory in [3,4] that the resolvent
difference of Ape. and A;, admits the representation

(Asa =N = (Afee = A) L= 7(N) (050 — M(N) (A

for all A € p(As,.) and belongs to some operator ideal in L*(R") if and only if the resolvent
of ©;, belongs to the analogous operator ideal in L?(C); see Theorem 3.5. As a special case,
the Schatten—-von Neumann properties of the resolvent difference of Ay and A;, carry over to
the resolvent of ©;,, and vice versa. Moreover, the spectral properties of As, can be described
with the help of the perturbation term (©s, — M (\))~!. We mention that in the context of
the more general notion of quasi boundary triples and their Weyl functions from [29,30] a
similar approach as in this note and closely related results can be found in [6,31]; we also refer
to [27,28,32-37] for other methods in extension theory of elliptic differential operators.

2. Boundary triples and Weyl functions

In this preparatory section, we recall the notion of boundary triples, associated y-fields
and Weyl functions, and discuss some of their properties. For a more detailed exposition, we
refer the reader to [1-5,38].

In the following, let $ be a Hilbert space, let S be a densely defined, closed symmetric
operator in $), and let S* be the adjoint operator.

Definition 2.1. 4 triple {G,1y,T'1} is called a boundary triple for S* if G is a Hilbert space
and Iy, Iy : dom S* — G are linear mappings that satisfy the abstract second Green's identity

(S*f.9)s — (f,5°9)s = (P'1f,Tog)g — (Tof, T'1g)g
for all f,g € dom S*, and the mapping T := (I'y,I';) " : dom S* — G x G is surjective.

Recall that a boundary triple {G, "o, I";} for S* exists if and only if the defect numbers
of S coincide or, equivalently, S admits self-adjoint extensions in §J. Moreover, a boundary
triple is not unique (except in the trivial case S = S*). The following special observation
will be used in Section 3: suppose that {G, Ty, 1} is a boundary triple for S* and let G be a
bounded self-adjoint operator in G; then {G, I, I} }, where

(1) (o 7)) &

is also a boundary triple for S*. Recall also that dom S = ker 'y Nker I'y and that the mapping
O Ag =S5 {f edomS* :I'f = ([of.If)" €6} (3)
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establishes a bijective correspondence between the closed linear subspaces (relations) in G X G
and the closed linear extensions Ag C S* of S. In the case when © is (the graph of) an
operator, the closed extension Ag in (3) is given by

A@ =S r ker(F1 - @FQ) (4)

It is important to note that the identity (Ag)* = A+ holds and hence Ag in (3)—(4) is self-
adjoint in § if and only if © is self-adjoint in G. It follows, in particular, that the extension

Ay = 8" [ ker I Q)

is self-adjoint. This extension often plays the role of a fixed extension within the family of
self-adjoint extensions of S. We also mention that © in (3) is an unbounded operator if and
only if the extensions Ay and Ag are disjoint but not transversal, that is,

S=AcoNA, and  Ag+ A, C S, (6)

where F denotes the sum of subspaces. Note that this appears only in the case when G is
infinite-dimensional, that is, the defect numbers of S are both infinite.

The next theorem can be found in [39]. Very roughly speaking, it can be regarded as
converse to the above considerations. Here, the idea is to start with boundary mappings defined
on the domain of some operator 7' that satisfy the abstract second Green’s identity and some
additional conditions, and to conclude that 7" coincides with the adjoint of the restriction of 7’
to the intersection of the kernels of the boundary mappings. Theorem 2.2 will be used in the
proof of Lemma 3.1.

Theorem 2.2. Let T be a linear operator in %), let G be a Hilbert space and assume that
[o, 'y : domT — G are linear mappings that satisfy the following conditions:

(1) there exists a self-adjoint restriction Ay of T in § such that dom Ay C ker I'y;
(i) ran(Ty, ;)T =G x G;
(i) for all f,g € domT' the abstract Green's identity
(Tf.9)s — ([ Tg9)s = (I'1f.Tog)g — (Lo f,T'19)g
holds.
Then S =T | (kerI'g NkerT'y) is a densely defined, closed, symmetric operator in $) such
that S* =T and {G,Ty,1'1} is a boundary triple for S* with the property Ay = S* | ker[y.

In the following, we assume that S is a densely defined, closed, symmetric operator in
$ and that {G,Ty,['1} is a boundary triple for S*. Let Ay = S* | kerI'y be as in (5) and
observe that the following direct sum decomposition of dom S* is valid:

dom S* = dom Ay + ker(S* — \) = ker [y + ker(S* — \), A € p(Ap).

It follows, in particular, that Iy [ ker(S* — A) is a bijective operator from ker(S* — \) onto G.
The inverse is denoted by

Y(A) = (To T ker(S* = X)) 7", A€ p(Ao);

when viewed as a function A\ — ~(\) on p(Ay), we call v the 7-field corresponding to the

boundary triple {G, 'y, I';}. The Weyl function M associated with {G,T'g,I";} is defined by
M(A) =Ty(A\) = Ty (T [ ker(S* = A) ™, A€ p(Ay).

It can be shown that the values M ()) of the Weyl function M are bounded, everywhere defined

operators in G, that M is a holomorphic function on p(Ay) with the properties M(\) = M(\)*

and that Im M () is uniformly positive for A € C*, i.e. M is an operator-valued Nevanlinna or

Riesz—Herglotz function that is uniformly strict; see [2].
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3. Schrodinger operators with J-interactions on hypersurfaces

Let ©; € R™, n > 2, be a bounded domain with C°°-smooth boundary C = 0f2; and
let Q, = R™\ Q; be the corresponding exterior domain with the same C'*-smooth boundary
0, = C. In the following, f;|c and f.|c denote the traces of functions in €2; and €., respec-
tively; if filc = felec, we also set flc = file = fe|c. Moreover, 0, filc and 0, f.|c denote
the traces of their normal derivatives; here we agree that the normal vectors v; and v, point
outwards of the domains, so that, v; = —v,.

In the following, let o # 0 be a real constant and consider the Schrodinger operator with
a o-interaction of strength a supported on C defined by

Aé,oaf = _Af7
. ilc = JelC; 7
dOmAJ,a = {f = (}2) S H2(Q@) X H2<Qe)7 Oéf‘c jgcf’ffa f ’C} ’ 7

According to [6, Theorem 3.5 and Theorem 3.6] the operator As, is self-adjoint in L?(R™) and
corresponds to the densely defined, closed sesquilinear form

a&,a[fv g] = (va Vg) (L2(Rm))n - a(fle g|C)L2(C)a

domas,, = H'(R").
Observe that the normal derivatives of the functions in dom As;, may have a jump at the
interface C or, more precisely, that f € dom As, is contained in H?*(R™) if and only if
Oy, file = —0,. felc. We also recall that the essential spectrum of the operator A;, is [0, 00)

and that the negative spectrum consists of a finite number of eigenvalues of finite multiplicity;
see [6,7]. In the following, we fix some point 7 such that

1 € p(Asa) N (—00,0). ®)
In Proposition 3.3 below, we specify a boundary triple {L?(C),Ty,T';} for the adjoint of
the densely defined, closed, symmetric operator
Sf=—-Af, dom S = {f € H*(R") : flc =0}, 9)
such that the free or unperturbed Schrodinger operator
Apeef = =Af,  dom Apee = H*(R"),

corresponds to the kernel of the first boundary mapping I'y. Note that the operator A;,, in (7) is
a self-adjoint extension of S and that the defect numbers dim(ran(S Fi)*) are infinite. Hence,
the abstract considerations in Section 2 ensure that there exists a self-adjoint operator or relation
O such that
As o = 5" | ker(I'y — O5,1%). (10)

The parameter ©;, and further properties of the operator A;, will be discussed in Lemma 3.4
and Theorem 3.5 below.

Some further notations and preparatory results are required before Proposition 3.3 can
be stated and proved. Consider the densely defined, closed, symmetric operators

Sifi = —Afi, dom S; = Hg(Qi)’

and
Sefe = —Afe, dom S, = H7 (),
in L*(€);) and L?(€2.), respectively. Their adjoints are given by the maximal operators

Sifi=—Afi, dom S; = {fi € L*(%) : —=Af; € L*(%)},
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and
S*f. = —Af., dom SF = {f. € L*() : —Af. € L*() },

where the expressions —Af; and —Af, are understood in the sense of distributions. It is
important to note that H?(Q;) and H?(2.) are proper subsets of the maximal domains dom S}
and dom S}, respectively, and that the symmetric operator S in (9) is an infinite-dimensional
extension of the orthogonal sum S; @ S., which is also a symmetric operator in L*(R") =
L2(%) @ L2(£2,). Recall from [27,40] that the trace maps admit continuous extensions to the
maximal domains (equipped with the graph norms):

dom S} 3 f; — file € HY2(C),  dom S} 3 f; — 0, filc € H*?*(C),
and
dom S* 3 f. — f.|c € HY?(C), dom S* 3 f. + 0, fo|c € H32(C).

Furthermore, consider the self-adjoint extensions AP and A? of S; and S,, respectively, corre-
sponding to Dirichlet boundary conditions on C:

AP f, = —Af;, dom AP = H}(Q;) N H?*(Q),
and
APf. = —Af., dom AP = Hy(Q.) N H?(1,).

Since AP and AP are both non-negative, it is clear that 7 in (8) belongs to p(AP) N p(AP), and
hence, we have the direct sum decompositions

dom S} = dom A + ker(S; —n) = (Hy () N H*(Q)) + ker(S; —n) (11)
and
dom SF = dom AP + ker(S: —n) = (Hy () N H*(2)) + ker(S: — 7). (12)
We agree to decompose functions f; € dom S} and f. € dom S} in the form
fi= P+ £ and  fo=f0+fl, (13)

where fP € dom AP, f]! € ker(S; —n), and fP € dom AL, f7 € ker(S* —n).
In the following, we often make use of the operators

=

1
L= (=Ac+1I) and = (-Ac+ 1)1,

where A¢ denotes the Laplace-Beltrami operator on C. Both mappings ¢ and ¢!

as isomorphisms

are regarded

1 1
L: H*(C) — H2(C) and v HYC) — H2(0)
for s,t € R, and also as operators that establish the duality
(v, 571¢)L2(C) = (¢, ¢>H1/2(c)xH71/2(c)

for ¢ € HY?(C) and ) € H~'/?(C), when the spaces H'/?(C) and H~'/?(C) are equipped with
the corresponding norms. Note also that .~ can be viewed as a bounded self-adjoint operator
in L?(C) with ran:~* = H'/?(C) and that ¢ with domain dom: = H'/?(C) is an unbounded
self-adjoint operator in L*(C) with 0 € p().

Now we have finally collected all necessary notation to state the first lemma.
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Lemma 3.1. Let S be the densely defined, closed, symmetric operator in (9). Then the adjoint
S* of S is given by

SUf=-Af,

dom S* = {f = (}CZ> € dom S} x dom S}, file = fe|C}- (14

Further, let

Yof =¢'fle and  Yif =—u(0, fP)c + 0u fPlc) (15)
for f=(fi, f.)" € dom S* and with fP, fP as in (13). Then {L*(C), Yo, Y1} is a boundary
triple for S* with the property AP @& AP = S* | ker T\,
Proof. The assertions in Lemma 3.1 will be proved with the help of Theorem 2.2. To this end,
we set

Tf: _Afa
domT = {f: (JJZZ) € dom S} x dom S, file = fe\c},

and consider the boundary mappings Yo, T; : domT — L?(C) in (15). First of all, we note
that item (i) in Theorem 2.2 is satisfied with the self-adjoint operator Ay = AP & AP since
for any function f = (f;, f.)' € dom(AP @ AP) ¢ H?(Q;) x H%*(Q.) one has f; € dom S},
fe € dom S¥, and f;|c = fc|c. In order to see that the mapping

Gi’) :dom T — L*(C) x L*(C) (16)

is surjective, let ¢, € L*(C). Since the Neumann trace map is surjective from H2(;)NHJ ()
onto H'/2(C) and from H2(Q.) N H}(.) onto HY?(C), there exist f? € dom AP and fP €
dom AP such that 9, fP|c = 0,, fP|c = —2.7'¢ € H'/?(C). Next, we choose [ € ker(S; —n)
and f7 € ker(S' — ) such that f/'lc = f7¢ = wp € H~Y2(C), which is possible by the
surjectivity of the trace map from the maximal domain onto H~'/2(C); cf. [27,40,41]. Now, it
is easy to see that f = (f2 + f, fP + f1)7 € dom T satisfies

Tof = L_1f|c =¢ and T,f= —L(amfiD|c + al/efech) =1,
and hence the map (16) is onto. Next, we verify that the abstract second Green’s identity
(Tf,9) 2@y — (f; T9) r2@ny = (Tof, Yog)rze) — (Yof, T19) 2y, frg € domT,  (17)

holds. For this, it is useful to recall that Green’s identity for f; = f2 + f and g; = g” + g/
yields

(S;fh gi)LQ(Qi)_(fia S;gi)LQ(Qi)

D D (18)
- <fi’C7ayigi |C>H—1/2(C)><H1/2(C) - <al/1fz ’C’gi|C>H1/2(C)><H—1/2(C)’
and for f, = fP + f7 and g. = g” + g in the analogous form
(S:feage)LQ(Qe)_(fea S:ge)LQ(Qe)
(19)

D D
= <fe‘C>aucge |C>H—1/2(C)><H1/2(C) - <auefe ‘C’ge‘C>H1/2(C)><H—1/2(C)'
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Since T is a restriction of the orthogonal sum S} & S and filc = fele, gilc = ge|c for
f,g € domT, we conclude from (18) and (19) that

(Tf, 9)r2@ny — (f, T9)L2@mn)

= (S} fi» 9i) 2y — (fis S 98) L2y + (5% fes 9e)12(00) — (fer Sige)r2(00)

- <fi|c7aVigiD|c>H—1/2(C)><H1/2(C) - <al’ifiD’C7gi|C>H1/2(C)><H—1/2(C)
+(fe

= ([fle. 0v.9lc + 8V695‘0>H*1/2(C)><H1/2(C) — (On S + a”efeD‘C’g‘c>H1/2(C)><H*1/2(C)

= (7 fles 100097’ le + 0092’ 1e)) 1oy = (00 e + 00l ale) 1ogey

= (=10u fle + 00 f1e), 7 gle) poge) = (' Fles —1(00g e + 0092 l0)) 2

= (Yif. Yog)r2e) — (Yof, T19) 120

holds. Thus, (17) is shown and item (iii) in Theorem 2.2 is satisfied. Hence, Theorem 2.2
implies that the symmetric operator

D D
Caazxﬁge ‘C>H—1/2(C)><H1/2(C) - <8Vefe ‘C’ge‘C>H1/2(C)><H—1/2(C)

S:=T1 (ker Ty Nker ;) (20)

is densely defined, closed and its adjoint coincides with 7". We show that S coincides with the
symmetric operator S in (9). Note first that Theorem 2.2 also implies that

AP @ AP =T | ker Y. 21)

Both operators, S and S, are restrictions of the operator in (21). We now let f = (f;, f.)" €
dom (AP & AP) = ker Ty. For such f, we have

feker Ty <= O,.filc+0,.fede=0 <= fecHR") <= fcdomS.

Thus, S =3, Now, the remaining statements in Lemma 3.1 follow immediately from Theo-
rem 2.2. O

Next, we specify the Weyl function N and the ~y-field ¢ corresponding to the boundary
triple {L*(C), Yo, Y1} in Lemma 3.1. It is clear from the definition of Ty that the v-field acts
as follows:

¢(\): L*(C) — L*(R™), © = fr A€ p(AP) N p(AD) = C\ [0, 00),
where f = (fix, for)' € H?() x H3(Q.) satisfies —Af;x = Afin, —Afer = Mo and
fi,)\’C = fe,,\\c = L.

In order to specify the Weyl function N, we recall the definition of the Dirichlet-to-Neumann
maps D;(A) and D.(\) associated with the Laplacians on €2; and €2, respectively. Note first
that for ¢,v € H~'/2(C) and X € p(AP) and p € p(AP) the boundary value problems

_Afz:)\fu f1|C:SO and _Afe:Ufea feIC:'QD
admit unique solutions f; x» € dom S and f., € dom.S;. Hence, the operators
D; _1/2(N) firle = 0u, firle, domD; _12(\) = H*(C), (22)

and
De,—1/2<,u)fe,u|c = avefe,A’Cv domDe,—1/2(N) = H_l/z(c)a (23)
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are well defined, and map H~'/2(C) into H3/>(C). We have used the index —1/2 in the
definition of the Dirichlet-to-Neumann maps in (22) and (23) to indicate that their domain is
H~'/2(C). For the following, it is important that the restrictions

Di(N) firle = 0y, firle, dom D;(\) = H'(C),

and
De(p) feule = Ove feule, dom D, () = H'(C),
of D; _1/2(\) and D, _1/2(p) to H'(C) are densely defined, closed, unbounded operators in
L*(C) that satisfy )
D;i(\)* = Di(A) and D(n)* = De(fn)

for all A\ € p(AP) and for all u € p(AP), respectively. For A € p(AP) N p(AP) = C\ [0, 00), it
is convenient to introduce the operators

871/2()\) = Di,71/2(>\) + De’,l/g()\) and g(/\) = Dz()\) + DE(A) (24)

Furthermore, the restrictions of D; _1,2(\) and D, _12(u) to H*?(C) will be used. These
restrictions are denoted by D; 5/2(\) and D, 5/2(p), respectively; they map H 3/2(C) into H'%(C),
and as above the index 3/2 is used to indicate that their domain is H>/?(C).

Lemma 3.2. Let S be the symmetric operator in (9), let {L*(C), Yo, Y1} be the boundary triple
for S* in Lemma 3.1 and fix 1 as in (8). For \ € p(AP) N p(AP) = C\ [0, 00) the operators
E_12(N) in (24) have the property
ran(E_12(\) — E_12(n)) € HY*(C) (25)
and the Weyl function corresponding to the boundary triple {L?(C), Yo, 1} is given by
N()\) = _L(8_1/2<)\) - 8_1/2<77>)L, A E C\ [O, OO)

Proof. Let X € p(AP) N p(AD) and let fy = (fin, for) € ker(S* — ). Then fi\|c = foalc and
according to (11)—(13) we have

D D
fix = fix + fi\ and fex = foa+ 1y

where f1 € dom AP, f, € ker(S; —n), f2, € dom AP and f!, € ker(S; — 7). Hence, it
follows with the help of f;\|c = f;&’c and fe,|c = fZ y|c, and the definition of the Dirichlet-
to-Neumann maps that

(E_1/2(N) = E_1j2()) e o f
= (Di—1/2(N) = Dy —1/2(n) + De—1/2(N) = De—1/2(n)) Frle
= Di—1/2(N) firle = Di—1/2(n) fil\|e + De,~1/2(A) feple = De—1/2(n) fo 5l
= 0y, firle = Ou fil\le + Ove ferle — Ou. [ le
= 0y, (fir = [\ le + v (fer — f23) Ic
=0y, [Olc + auefel,)ﬂc

(26)

and hence
—1(E1/2(N) = E_1po () To fr = —1(0 fRle + Ou f2 ) = Tifa

Also, the inclusion (25) follows from (26) since f € H*(€;) and [P, € H?(Q.), and hence,
O fB e + 0u. fP\lc € HY*(C) in (26), and for any

(NS dom 8_1/2<)\) = dom 8—1/2(77) = H_1/2(6)7
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there exists fx = (fix, fen)' € ker(S* — ) and f, = (fi, fen) € ker(S* —n) such that

firle = fexle =0 = finle = fenle
|

In the following proposition, we provide a boundary triple for S* such that the operator
Afee corresponds to the first boundary mapping. For this, we modify the boundary triple in
Lemma 3.1 in a suitable manner.

Proposition 3.3. Let S be the densely defined, closed, symmetric operator in (9) with adjoint
S* in (14), and let €(n) = 1E(n)t. Then, €(n)~" is a bounded self-adjoint operator in L*(C)
and {L?*(C),Ty,T'1}, where

FOf = Lilf‘C + 6(77>71’/<8v1‘fzp‘c + 8VefeD|C) and Flf = _[’(al/ifiD‘C + avefeD|C)> (27)

is a boundary triple for S* with the property Agpe. = S* | kerT'g. For A € C\ [0, 00) the Weyl
function corresponding to {L*(C),T,T'1} is given by

M\ = —L(E,l/g()\) - 5,1/2(77))L(I + G(n)_lL(E,l/Q()\) — 5,1/2(77))L).

Proof. First, we show that &(n)~! = ~'&(n)~ '+~ is a bounded self-adjoint operator in L*(C).
Observe that £(n) = D;(n) + D.(n) is injective. In fact, we assume that £(n)p = 0 for some
¢ € H'(C), ¢ # 0. Then, there exists f,, = (f/, f7)" € ker(S* — n) such that f,|c = ¢ and
hence
0=_2&Mme=EMmfule =Di(n)fi'le + De(n) [l = 0. flc + O [ le- (28)

Together with f|c = fJ|c, this implies that f, € dom Agee and hence ker(Agee — 1) # {0}.
This is impossible, as < 0. Thus £(n) is injective. It follows from [6, Proposition 3.2 (iii)]
that £(n) is surjective. Hence, £(n)~! is a bounded self-adjoint operator in L*(C). Since ¢
is also a bounded self-adjoint operator in L*(C), it is clear that €(n)~! = .~ 1&(n) "1t is a
bounded self-adjoint operator in L*(C).

Now, let {L*(C), Ty, Y1} be the boundary triple in Lemma 3.1. Note that the boundary
mappings ['y and I'y in (27) satisfy:

(2)=(0 ) (%)

Hence, it follows that {L?(C), Ty, "1} is a boundary triple for S*; see (2) in Section 2. Again,
we let N denote the Weyl function corresponding to the boundary triple {L?*(C), Yo, T1}. It is
not difficult to see that the Weyl function corresponding to {L?(C),Ty,T';} is given by

MO =N (I —€m'™NN) ™, AeC\[0,00).

Hence, the form of the Weyl function M follows from Lemma 3.2.
It remains to be shown that Ag.. = S* | ker 'y holds. Assume that for some f € dom .S*
we have

T fle + €))7 (0 £ e + 0 f]e) = 0. (29)
As ker £_1/5(n) = {0} (this can be seen as in (28)), this is equivalent to
ErppMfle + (O flle + 00 fle) = 0.
Furthermore, since
E_12M) fle = Di—12() fi'le + De,—12(n) fle = v fi'le + O fle
holds for f decomposed as in (13), we conclude that (29) is equivalent to
O fle + v f2le + 0u fP e + 0u. fP1c = 0,
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which in turn is equivalent to

aui.fi|C + 8uefe|C = 0.
Therefore, f € ker 'y if and only if f € dom Agee. O

Our next goal is to identify the self-adjoint parameter O;,, such that (10) holds with the
boundary triple in Proposition 3.3.

Lemma 3.4. Let S be the densely defined, closed, symmetric operator in (9) with adjoint S*
in (14), and let {L*(C),Ty,T'1} be the boundary triple in Proposition 3.3. Then

Osa = t(Di3/2(n) + Desja(n) — Of)b<f — €(n)""u(Dizj2(n) + Degsa(n) — @) L) -

is an unbounded self-adjoint operator in L*(C) such that the Schrédinger operator As, in (7)
corresponds to Og,, that is,

Asa = 5" T ker(I'y — ©;,1). (30)

Proof. We make use of the fact that the boundary triple {L?(C), Ty, Y} in Lemma 3.1 and the
boundary triple {L?(C), T, T} in Proposition 3.3 are related via

Lo="To— &)1, and r, =7y, (31)
and we also make use of the operator
Asa = t(Dissa(n) + Desja(n) — a)e, dom A, = H*(C). (32)
Our first task is to show that
Aso =5 [ ker(Ty — As o Yo) (33)
holds. In fact, f € ker(Y; — A5, Yo) if and only if f € dom S* and

U(Disj2(n) + Despa(n) — a) fle = —1(0n [P le + 0u £ ),

where fle € domD; 3/5(n) = dom D, 32(n) = H*?*(C), together with elliptic regularity, also
implies that f = (f;, f.)" with f; € H?();) and f, € H*(Q.). With f decomposed as in (13)
we have

(Dz’,3/2(n) + De,3/2<77) - Oé)f‘c = 8V1fzn|C + al/efen’C - Oéf’C-

Therefore, f € ker(Y; — AsYo) if and only if f = (f;, f.)" € dom S* with f; € H?(€;) and
f. € H*(Q.) and

O flc + Ou fle — afle = = (00, fPlc + Bu. fPe),
and the latter can be rewritten in the form

8Vifi|c + al/efe|C = af|C'

We have shown (33), and as A;, is a self-adjoint operator in L*(R™), it follows that As,, in
(32) is an unbounded self-adjoint operator in L?(C).
Next, we consider the operator

Osa = Asa(I — €(n) Asa) ™’ (34)

on its natural domain; note that ker(/ — &(n)~'As,) = {0} as otherwise €(n)p = Asap
for some non-trivial ¢ € H?(C), which is a contradiction to o # 0. Now, we assume that



300 J. Behrndt, M. Langer and V. Lotoreichik
f € ker(I'y — ©45,0g). Then, (31) and (34) yield

Tif —AsoYof =T1f — Aso(Lo+ E(n) ') f
=T1f = Asa(To+ E(n)~'Ty) f
=T1f = Asa(To+ €(n)'Os.10) f
—Tof = Asa (I + €(n) " Asa (I — €() Asa) )Tof
=T1f = Asa (I — €()As0) 'Tof

= F1f - @6,aF0f
=0,

and hence f € ker(Y; — As,Yo). The converse inclusion is shown in the same way and
therefore

ker(F1 — @57041—‘0) = ker(Tl - A(S,aTO)
and thus the extensions

S* r ker(Fl — @5704F0) and S* [ ker(Tl — A(;’aTo),

coincide. Therefore, (33) implies (30). Since As,, is self-adjoint in L*(R"), it also follows from
(30) that O5,, is self-adjoint in L?(C). Moreover, as S in (9) coincides with the intersection of
Apee and A;,, that is, Apee and Aj,, are disjoint, and since Ap.. and A;, are not transversal,
one concludes that ©;, is an unbounded operator in L*(C); cf. (6). OJ

We are now able to obtain some immediate and important consequences from the pre-
vious considerations, well-known results for boundary triples and Weyl functions [3,4] and the
resolvent estimates in [6,42].

Theorem 3.5. Let S be the densely defined, closed, symmetric operator in (9) with adjoint S*
in (14), let {L*(C),Ty,T1} be the boundary triple in Proposition 3.3 with

Apee = S™ [ ker Iy,

and let v and M be the ~y-field and Weyl function corresponding to {L*(C),To,T1}. Further-
more, let ©;,, be as in Lemma 3.4 so that

A(S,a =5 r ker(Fl - @57aro).

Then, the following assertions hold for all X ¢ [0,00):
(i) A € 0,(As) if and only if 0 € 0,(O5, — M (X)),
(ii) A € p(As,) if and only if 0 € p(Oy — M(N));
(iii) for all A € p(As) the resolvent formula

(A5,oc - /\)_1 - (Afree - /\)_1 = 7(/\) (65,a - M(/\))_ 7(5‘)*

is valid, and the resolvent difference of As. and Apee belongs to the Schatten—von
Neumann ideal &,(L*(R™)) for all p > "*;

(iv) for all ¢ € p(Os,) the operator (Os, — &) belongs to the Schatten-von Neumann
ideal &,(L*(C)) for all p > 5+,
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We solve the Cauchy problem for the Schrodinger equation corresponding to the family of Hamiltonians H., ) in
L*(R) which describes a &’-interaction with time-dependent strength 1/~(t). We prove that the strong solution
of such a Cauchy problem exists whenever the map ¢ — ~(t) belongs to the fractional Sobolev space H 3/ 4R),
thus weakening the hypotheses which would be required by the known general abstract results. The solution is
expressed in terms of the free evolution and the solution of a Volterra integral equation.
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1. Introduction

In this paper, we address the generation problem for the family of time-dependent
Hamiltonians H.,;, where H, ), for any fixed real ¢, denotes the self-adjoint operator in LQ(]R)
describing a §’'-interaction of strength 1/~(¢) (see [1,2], [3, Chapter 1.4] and references therein).

Most of the literature on time dependent point interactions focuses on perturbations of
the free dynamics of the form of a Dirac’s delta time dependent potential. In three dimensions
time dependent J-interactions were studied in [4,5] and in [6] in relation with the problem
of ionization under periodic perturbations, see also [7]. In two dimensions, very recently,
the problem of the well-posedness was studied in [8]. In one dimension, this kind of non-
autonomouss Hamiltonians was analyzed in [9], see also [10].

It is well known that in one dimension, the family of point perturbations of the Laplacian
is richer than in two and three dimensions, and includes § and &' perturbations, as well as their
combinations. In this paper, we focus attention on the topical case of a time dependent ¢'-
interaction.

We remark that time-dependent d-interactions have a non-linear counterpart, see, e.g.,
[11-13] in three dimensions, and [14, 15]. More recently, a systematic study of the blow-up
in the one dimensional case was started in [16]. In one dimension, in particular, such models
find applications to the propagation of optical waves in Kerr media, or one-dimensional many
body systems, see, e.g., [17-20] and references therein. The problem of the derivation of
non-linear d-interactions from scaled regular dynamics was recently studied in one- and three-
dimensions [21-23].

Several results discussed in the present paper set the groundworks for defining the non-
linear point interactions of &'-type and for the study of the problem of their derivation from
scaled regular dynamics.
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We recall that the definition of /., is given by the theory of self-adjoint extensions of
the symmetric operator:

d2
H*=-A=-—3,  DH")=CR\{0}),
and, for any real , reads as follows:
d2
H) = -5, a0, n
D(H,)={¢y € L*(R):¢p=¢+qn, ¢ € X*, g€ C, ¢'(0) =g}, )

1
where n(z) := 3 sgn(x) and for any v > 0 we defined X" as the space of tempered distributions

with Fourier transform in L*(R, |k|*dk).

We remark that if f € X", then its Fourier transform might be a distribution as well.
Moreover, for v = m + o, with m integer and 1/2 < ¢ < 1, if f € X" then f € C™(R), see
Prop. 2.1 below. Hence, ¢ in D(H.,) is a C'(R) function and ¢'(0) in the boundary condition
is well defined.

The action of the operator 1, can be understood also by exploiting the decomposition
1 = ¢ + qn: this leads to

Hp(z) = —¢'(z), zeR 3)

When ~(t) is assigned as a real valued function of time, the domain D(H., ;) changes in

time with the boundary condition ¢'(0) = ~(¢)g. In contrast, the quadratic form corresponding
to H, is given by

Q,(v) = ¢'I* + vlal*,

D@, ={v e L*R):¢Y=¢+qn, p€ X', ¢eC},
and so ), has a time-independent domain. Thus, by the abstract results in [24] and [10],
assuming that the map ¢ — ~(¢) is differentiable, there exists an unitary propagator U, in
L*(R), continuously mapping D(H ) onto D(H)), such that ¥(t) := U, g1 is the (strong)
solution of the Cauchy problem:

d
Zafﬂ(t) = H,¥(t)

¥(0) = o € D(Hy () -

However, as the case of time-dependent self-adjoint extensions H, (corresponding to a J-in-
teraction) studied in [9] suggests, the quite explicit knowledge of the action and operator domain
of H, should allow one to solve the Cauchy problem (4) under weaker regularity conditions on
v(t). Indeed, as we show in this paper, this is the case and problem (4) has a strong, unique
solution whenever the map ¢ — ~(t) is in the fractional Sobolev space H**(R), a condition
weaker than the differentiability hypotheses required in [24] and [10]. Such a H** hypothesis
is the same required in the paper [9] in order to guarantee that the Cauchy problem for the
family H,) has a strong solution. However, in contrast to [9], here we make use neither
of sophisticated analytic tools (paraproducts) nor of abstract generation theorems (as the ones
provided in [24] and [25]); instead, following the same strategy as in the paper [26], we apply
a more direct approach which exploits definitions (1) and (2), providing a relatively explicit
expression for the solution of (4) with initial datum ¢y = ¢o + qon in D(H(0)):

“4)
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Y(t) = o(t) +q(t)n, (5)

o) = "0 — [ dsi(s)e 9, ©)
0
where t — ¢(t) solves the Volterra-type integral equation

t
4i (s)a(s)
t)—/— [ ds —— 7
R K= @
0
and the source term f; is defined as:

44 ZSA¢
Ry T

We shall prove the following well-posedness result:

with

Theorem 1. Let T > 0, v € H**(0,T), and set vy = v(0). Let o = ¢o + qon € D(H,,).
Then, for any t € [0,T), there exists a unique strong solution for the Cauchy problem (4) given
by Y(t) = ¢(t) + q(t)n as in Egs. (6) — (8). Moreover, the map t — H.,)Y(t) belongs to
C([0,T], L*(R)).

We briefly discuss the heuristic derivation of the solution. The solution of the Schrodinger
equation with /., as Hamiltonian satisfies the distributional equation:

0
() = (1) + (1), ©)
where ¢, is the first derivative of the Dirac delta-distribution. Let us assume, in the first part of
this discussion, that the source term ¢(¢) is an assigned function. Since 1" = d;, it is natural to
seek for solutions of the form (5). Setting ¥ (t) = ¢(t) + ¢(t)n in Eq. (9) gives the following

equation for ¢(t):

0 .

z§¢(t) = —¢"(t) — iq(t)n.

Eq. (6) follows directly from the Duhamel’s formula. Indeed by integration by parts, see
Section 2.3 (in particular Egs. (15) and (17)), one obtains the following equation for ) (t):

t

() = eBepy — i/ds q(s)e =I5 (9a)
0
This can be understood as Duhamel’s formula applied to Eq. (9).
The equation for ¢(t) is obtained by imposing the boundary condition ¢'(0) = ~q, using
Eq. (6) to compute the Lh.s. in the boundary condition. We postpone the details of the
calculation to Section 2.3. Here we note that the boundary condition turns the flow associated
to Eq. (9) into a unitary flow. In fact, one can show that:

CIwOI =21m )¢/ (0,1)
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d
Hence, if the boundary condition is satisfied, one has E”iﬂ(t) | = 0.

We remark that a function ¢ € D(H,) can be written as the sum of a regular and
singular part with both functions in L? by introducing a regularization parameter \. More
precisely, define:

e*\&kﬁ\

2/

The function G is the solution of the distributional equation Gy = dy + AG,. The domain
D(H.,) can be rewritten as

G,\(:c) = — A > 0.

D(H,) = { € L*(R) : ¢ = 61 + 4G}, o1 € HX(R), g€ C. ¢(0) = (7 + @M,

and the action of H, can be understood by the identity:

(Hy+ Ni(z) = =gi(z) + Ada(z),  wz€R,
see, e.g., [3]. Eq. (3) is obtained by taking A — 0.
We note that the charge equation (7) does not depend on A, it is easy to see that:

43 / zsAw )
\/ Vt—s ’
see Egs. (18) and (19) below. The equation for the regular part ¢, instead, does involve the
regularization parameter, precisely

t

or(t) = g — / ds (i(s) + Ag(s))e 95 G,
0

We note that, even if the regularization would avoid few issues with convolutions and Fourier
transforms, which must otherwise be interpreted in distributional sense, it makes formulae more
involved and introduces an unnecessary parameter. For those reasons, we decided to avoid it.

The paper consists of one additional section in which we prove Theorem 1.

2. Proof of Theorem 1
2.1. Notation and preliminaries

In what follows, C' denotes a generic positive constant whose value may change from
line to line.
We denote by v the spatial Fourier transform of ¢:

i) = [ dee (o)
R
The time-Fourier transform of f is denoted by F f and defined as:
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Fflw)= / dte ™ f(t) .
R
With these definitions, the Fourier transform of the convolution is:

(0% 6) (k) = D(k)o(k),
and similarly for the time-Fourier transform. .
In the following, we denote by U(t) the free unitary group e'’, we recall that its explicit
expression is given by:

i(z—y)>
e 4t

U(t)h(a) = / iy i),

R

which in Fourier transform reads:
U(£)(k) = e 1) k).
Proposition 2.1. For v = m + o, with m integer and 1/2 < o < 1, it results X" C C™(R).
Proof. In Fourier transform:
1 . o
£ = Fg) = o [ k(e e ),

:27r
R

We note that:

/ dk (k)™ (% — &) F(k)| <Cle — yI7 / K [k f (k)]

10
k<1 |k|<1 ( )
<Clx = y|7|f | 2, 2w an)-
Moreover:
/dk(ik)m(em—eiky)f(k) <C / dk |k|™| f (k)]
K>1 [k1>1 (11)
dk A
<c / i | Iy,
k|>1

Then, the continuity of f (m) follows from the bounds (10) and (11), and the dominated conver-
gence theorem. O

We will make use of fractional Sobolev spaces; for this reason we recall few definitions.
For any —oco < a <b < +oo and v € (0, 1), we set:

1/2

oy = | [ asas TN

’S _ 8/‘1+2u

a,b]?
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which is sometimes referred to as Gagliardo (semi)norm of f. The space H"(a,b), for —oo <
a<b<+4ooand v € (0,1), is the space of functions for which the norm

Wz (apy = 1 f 1 L2ap) + [flav(an)
is finite. To define the space H"(a,b) for v > 1 not integer, one sets v = m + o, where m is
an integer and o € (0,1). Then H"(a,b) is the space of functions such that f € H™(a,b) and
™ e H(a,b).

Remark 2.2. Note that, for v € (0, 1) there exists a constant C,, such that:

flavwy = CollF flle2r,jwpzv dw)s

for any f € X", this is a direct consequence of Plancherel’s theorem (see [27], Proposition
1.37). This identity, together with Prop. 2.1 implies that, for all » > 1/2, and a and b finite, if
f € X" then f € H"(a,b), and, consequently, it belongs to H*(a,b) for all 0 < pu < v. Also, if
f € L*a,b) and f € X", then f € H”(a,b), and, consequently, in H*(a,b) for all 0 < p < v.

We recall that, for —oo < a < b < +oo, the space L*(a,b) can be identified with
H°(a,b), and L*(R) can be identified with X°.

For the norms, we shall use the notation || - || = || - || L2(w).

We denote by I the operator:

)
]f(t)_ﬁofd e (12)

We shall use the following results which establish the regularization properties of the
operator [.

Lemma 2.3. Let v > 0 and T > 0. Assume that [ € X" and has support in [0,T), then
If c Xl/+1/2.

Proof. The integral kernel:
_1e@
VTV

where O is the Heaviside function, is a tempered distribution and

1 (Vi 1 .
FAw) = W (7@(&)) + 7 (O(—w) + z@(w))) :

Let f € X". The convolution of A and f, If = A« f, is a tempered distributions and
Flf=FAFf, see, e.g., [28, Th. 14.25]. Then,

A(t)

I [ RFLF < CIL- PFAL

We recall the following technical lemma:

Lemma 2.4. Let —00 < a < b < oo and let f € H"(a,b) with v > 0. Define

o= {16 1 el

i) If0<v<1/2 then f € H'(R).

0 otherwise.
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i) If 1/2 < v < 3/2 and f(a) = f(b) =0, then f € H"(R) .

For the proof, see for example [29, Th. 11.4], see also [30, Th. IIL.3.2].
We shall also use the following:

Proposition 2.5. Let pn > 1/2 and 0 < v < p. If g € H"(a,b) and [ € H"(a,b) then
fg € H"(a,b).

For the proof we refer to [30].
2.2. Well-posedness of the charge equation

In this section, we study the well-posedness of the charge equation (7).
We start with the following lemma, which gives the regularity properties of the inhomo-
geneous term in Eq. (7):

Lemma 2.6. Let ¢y € X2, then (U(-)py)'(0) € X3/,
Proof. Since ¢), € L*(R), one has that the distributional identity:

z(x u)2

(1) / )

shows that (U(t)¢,)’ € L*(R). By using the Fourler transform, one has that:

2
R

By splitting the integral in dk for £ > 0 and £ < 0, and by using the change of variables
k= +/w for k>0 and k = —y/w for k <0, it follows that:

(U(H)d0) (0) = = / 4G (k).

z' dw

(U(t)o)' (0) = \/—

it (Gh(Ve) + G(—v) )

Hence:

F (U)o 0)) (@) = 5-=0(=) (Sh(+/=2) +3h(~v=0))

where © denotes the Heaviside function. To prove that F ((U(-)¢0)'(0)) € L*(R, |w|%dw), it is
enough to note that

Il 157 (U ()do) O) I < ClI - 16511 = CIII - Pooll,

where we used the change of variables k% = w. OJ
We are now ready to prove the main result of this section.

Lemma 2.7. Let T > 0, v € H**(0,T), and set o = 7(0). Let vy = ¢o + qon € D(H,,).
Then, Eq. (7) admits a unique solution q € H5/4(0, T).

Proof- We split the proof in two steps: first, we prove that there exists a unique solution
q € L?(0,T), then, by a bootstrap argument, we show that such solution belongs to H>4(0, 7).
We start by step 1. We use several results from the monograph [31]. We set:
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and rewrite the equation as:

t

o) = o) - [ skt 5)a(s) (13)
0
This is a linear nonconvolution Volterra equation to which we can apply the results in [31, Ch.
9]. We start by noticing that for any finite interval J C R™, k(t,s) is a Volterra kernel of type
L?, more precisely:

kIl L2y == sup //dsdt\h(t)k(t,s)g(s)] < ClIM2 Y ooy
||h||L2(J)§1J 7
||9||L2(J)§1

Hence, the interval [0,7] can be divided into finitely many subintervals J; such that
[|E|||2(s;y <1 on each J;, and, as a consequence of Cor. 9.3.14 in [31], one has that k
has a resolvent of type L? on [0,7]. By applying Th. 9.3.6 of [31], we conclude that Eq. (13)
has a unique solution in L*(0, 7).

We can now proceed to the second step of the proof, which consists in showing that such
a solution belongs to H*/4(0,T'). By Lemma 2.6 and Rem. 2.2, one has (U (-)¢,)'(0) € H”(0,T)
for all 0 < v < 3/4. We set:

Q) =q(t) =g  and  F(t) = VA(U(t)$o)(0) —v()a(t)  te[0.T].

We denote by Q the function obtained by prolonging Q to zero outside [0, T'] and remark that the
claim Q € X" implies Q € H"(0,T) for all 0 < i < v, see Rem. 2.2, therefore ¢ € H"(0,T).

By the charge equation (7), the identity () = IF' holds true for a.a. ¢t € [0,7], here [
is the operator defined in (12). Since, by Prop. 2.5, F' € L*(0,T) we can define ' € L*(R)
by extending it to zero. Then, by Lemma 2.3, Q = I[F € X'/2, hence, Q € H1/4(0,T) and
q € HY40,7).

We can repeat the argument. We start with the observation that now we know that
F € HY*0,T) and conclude that ¢ € H**(0,T). Here, we use Lemma 2.4-i) to claim that
F e HY*(R) which in turn implies F' € X4,

To conclude the proof, we must slightly adjust the argument above. So far, we have
proved that ' € H**(0,T'), moreover we know that F(0) = 0, because the boundary condition
#5(0) = 70qo holds true by assumption. Define F* : [0,27] — C by reflection of F' about
t = T. We have that F*(0) = F*(2T) = 0. We define F* : R — C by extending F* to zero
and use Lemma 2.4-i7) to claim that F* € H**(R), and, consequently, I € X**. Reapplying
Lemma 2.3, we conclude that ¢ € H>/*(0,T). O

2.3. Proof of Theorem 1

The function ¢(t) defined by Eq. (6) exists and is unique for all ¢ € [0,7]. Next we
prove that ¢(t) € X2, Let us rewrite Eq. (6) as:

o(t) = U(t)go + o(2),

where we set:
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t

() =~ [ dsa(s)e - o) (14)
0
One has that U(t)¢y € X2, because U)ol 2w, jkaar) = |]<;30||L2(R7‘k‘4dk).
We are left to prove that ¢ € X?. We recall that the Fourier transform of 7 is the

distribution —2 PV z (where PV stands for principal value). We have that:

t 2
~ 1 —ik2(t—s) -
6O ey =5 [ b | [ dsem 090
R 0
. , 9 (14a)
1 1 ws .
=5 dw w? /dse q(s)| < Cllqllgrraor-

0 0

Here, the inequality follows from the same argument used in the proof of Prop. 3.3 in [23].

Next, we prove that ¢(t) = ¢(t) + q(t)n € L*(R). Since ¢(t) € C'(R), see Prop. 2.1,
and 7 is bounded, 1 (t) € L} .(R). Hence, it is enough to prove that (1 — )i (t) € L*(R), where
X is the characteristic function of the interval [—1, 1]. In the definition of ¢(t), see Eq. (6), we
use the identity:

/ds q(s)U(t — s)n = q(t)n — qU(t)n — /ds q( )%U(t — s)m,
which gives: i '
00) = U0+ [ dsals) 20— s)n (15)

0

Since U (t)yy € L*(R), we are left to prove that the second term at the r.h.s., times the function
(1 — ), is also in L*(R). We note that:

,L‘(T*y
et
Uit)n)(z)= [ d
(U (t)n)(x) Y \/mn(y)
) , . (16)
1 1 '7/2 -y2
== dye's — [ dye'st
2 \/Amit / Y / Y
From which, we get:
9 1 1 oz a2 iVtd e
—(U(t = —————¢'%t = —|————¢'"xu,
8t< ()77)(%) 2 /47rz't3/26 ‘ T T dte ‘
We remark that the first equality can be understood in distributional sense as:
0 , _ .
5, (U@ = iU@)n)" = iUE)n") = i(U(1)%), (17)

from which, one deduces that Eq. (15) is equivalent to Eq. (5).
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This then gives:

t

t
1 s
/ dsgls) o (Ut = 5)n) (a) = \/% / s qs)VE— 5 e
0 0
1 | s L[ als)
) 22 . joa? q(s oz’
— ) —— _ Yar — — 1(t—s) _ 1(t—s)
\/;x doVte's /dsq<s) Poser Z/ds N=rh

0 0

We gained a factor 1/x which gives the bound:

t

0 .
(1= [ dsa(s) 50t = 9| < € (lallimon + lilom) <€t 0.7

0

Next, we prove that the boundary condition ¢'(0) = ~(¢)q holds true for all ¢ € [0,7]. From
Eq. (16), we obtain:

WO 0 = —=. 19)
hence
! = '(0) — s—l (s
9100 = 0w 0) - [ s s (5.

0
We apply the operator 7, defined in (12), and use the charge equation (7) to obtain

(16/(0,-)) (£) = (I(U(-)¢0)'(0)) (£) — \/%(Q(t) —q) = (Ivg)(®),

which implies the boundary condition. Here, we used the identities:

t

1 and I2f(t):/dsf(s). (19)

0

O = o e L
() () ﬁo/dmﬁ

By Eq. (3), to prove the continuity of the map ¢ — H. ;v (t) in L*(R), it is enough to
show the continuity of ||¢”(¢)||. As the continuity of U(¢)¢, is obvious, we just need to show
that:

2

lim || (¢ + 8) — ot —0.
550 Bt +0) = o(t) L2(R,|k4|dk)
By Egs. (14) and (14a), this is reduced to show that:
t+5 2
lim [ dk k> / dse ™" 34(s)| =0.
6—0
R t

For the proof of this statement, we refer to the proof of Prop. 3.3 in [23]. 0
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We review the main results of our recent work on singular perturbations supported on bounded hypersurfaces. Our
approach consists in using the theory of self-adjoint extensions of restrictions to build self-adjoint realizations of the
n-dimensional Laplacian with linear boundary conditions on (a relatively open part of) a compact hypersurface. This
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1. Introduction

In a recent paper [1], the complete family of self-adjoint elliptic operators with interface
conditions assigned on a hypersurface in R"” was realized. Derived from the abstract theory
of selfadjoint extensions of restrictions developed in [2-5], our approach leads to Krein type
formulae for the resolvent difference between the perturbed operator and the corresponding free
selfadjoint model with domain H?(R™). This is a relevant point for the interface perspective of
studying the scattering problem. Moreover, while some sub-families of extensions (mainly those
concerned with the § or ¢’ interface conditions) have been largely investigated by using quadratic
form or quasi-boundary triple techniques (see [6-25]), for others models presented in [1], and
in particular those concerned with local interface conditions of Dirichlet and Neumann type, a
rigorous analysis was not previously given.

The aim of this report is to provide a shortened introduction to this analysis, giving the
essential information about the construction of our models in the case of singular perturbations
of the n-dimensional Laplacian with interface conditions. In this framework, we recall the basic
results needed to construct the whole family of singular perturbations and then focus on the
explicit examples of “global” and “local” Dirichlet- and Neumann-type boundary conditions.
For the detailed proofs, we refer to [1].

After recalling in Section 1 the main properties of the trace maps and the layer operators
related to the surface I', we introduce our model in Section 2 through the symmetric operator:

N =AT{ue H*R") :ul = (v -V)ull =0}, (1)

where v denotes the exterior unit normal on I'. The self-adjoint realizations of the Laplacian with
boundary conditions involving linear relations between lateral traces on I, or on a relatively open



316 A. Mantile, A. Posilicano

part 3 C I', are defined as selfadjoint extensions of A°. The general construction provided in
[2-5] allows us to define these extensions as singular perturbations of the free Laplacian operator
defined by dom (A) = H?(R"). In this framework, the perturbed operators are parametrized
through couples (II, ©), where II is an orthogonal projector on the Hilbert trace space H*/?(I") @
H'Y2(T') and © is a self-adjoint operator in the Hilbert space given by the range of II. In
Theorem 3.1 and Corollary 3.5, we define this family of extensions in terms (II, ©) and give the
corresponding Krein-like resolvent formulae, while their spectral properties and the conditions
for the wave operators existence and completeness are given in Theorem 3.3. The connection
between this abstract parametrization and explicit boundary (or interface) conditions is the main
issue concerned with this approach. In Section 3 we consider this point in the particular cases
of the Dirichlet and Neumann conditions on I" and on ¥ C I'.

2. Preliminaries

Let 2 C R™ be open and suppose its boundary I' = 02 is a smooth (n — 1)-dimensional
compact manifold. In this case, H® (2), s € R, is defined by H*® (Q2) := {u|Q : v € H* (R")},
u|€2 denoting the restriction of u to 2 and H*(R") denoting the usual scale of Hilbert-Sobolev
spaces on R" defined by Fourier transform. The Sobolev spaces of L?-functions on I, next
denoted with H* (I"), are defined by using an atlas of I" and the Sobolev space on flat, open,
bounded, (n — 1)-dimensional domains (see e.g. [26, Chapter 1], [27, Chapter 3]); H*(T")
identifies with the dual space of H* (I'); (-,-)_, , denotes the H~*-H* duality. Considering the

Riemannian structure inherited from R™, the space H*(T") identifies with dom((—Ar)*/?) with
respect to the scalar product:

(6, Q) ms(ry 1= (N0, A°0) oy, A= (=Ap +1)V2, )

being Ar the self-adjoint operator in L?(T") corresponding to the Laplace-Beltrami operator on
the complete Riemannian manifold I' (see e.g. [26, Remark 7.6, Chapter 1]). According to
this definition, A" is self-adjoint in H*(T") with domain H*""(I") and acts as a unitary map
A" H* (') — H* " (T).

For a bounded open domain €2, we set: 2 = Q and Q, = R"\(Q, while v denotes the
outward normal vector on I' = 9€). The domain of the maximal Laplacian in L?({2.) is next
denoted by:

LA (Qy) :={ue L*(Q): Aue L* ()} (3)

and we define:
LA (R™\I) := L3 () & LA (Q4) - 4)

We also pose:
H*(R™\I') := H* (Q_)® H® () . (5)

The one-sided, zero-order, trace operators y(]—L act on a smooth function u € C*® (ﬁi) as
viu = u|l', where |l is the restriction to I'. These maps uniquely extend to bounded linear
operators (see e.g. [27, Theorem 3.37]):

1

% €BH (Qx), HT2I), s> (6)
The one-sided first-order trace operators are given by viu := v - 76: (Vu); from (6) there
follows:
3
1 EB(H (), H (1), s> (7

2
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Using these maps, the two-sided bounded trace operators are defined according to:

1 1 _
Yo : HY(RNAL) = H72(), qo(u- @uy) = 5(us +79u-), ®)
3 1 -
T - H® (Rn\r) — H? 2(F) ) '71(“— S u-‘r) = 5(,7;'_“-1— + 71 U’—) ) (9)
while the corresponding jumps are:
_1 _
ol : H* (R™T) — H*2(T),  [y0](u- @ uy) i= 75 us — 7 -, (10)
S n 5—§ —
(i) + H*(RM\D) = H72(D), [n](u- ©uy) =1 up —ypu-. (11)
By [26, Theorem 6.5, Section 6, Chapter 2], the maps 73 and 7;" can be further extended to:
Yo € B(LA (), H™'2 (1), (12)
and \
i € B(LA (Qw) H 2 (D)), (13)
thus producing the extended jumps maps:
o] : LA (R™\D) = H2(T), - [fol (u- @ us) = 3wy — Fp e, (14)
. n _3 . . .
) s LA (RMD) = HO3(D), [ (ue @) o= Ay — Ay ue (15)

In what follows, the n-dimensional free Laplacian is defined by dom(A) = H? (R™). This is
a selfadjoint and negatively-defined operator with: o (A) = 0, (A) = (—00,0], and for all
z € C\R_ it follows that:

(~A+2)"' e B(H(R"), H*"? (R")) (16)

Given an open and bounded smooth domain (2, the single and double-layer operators related to
(—A + 2)”" and to the surface I' = 99 are defined for any z € C\R_ by:

(SL.¢, u) r2mny i= (¢, 70 (A + 2) " ) 3230, (17)

<DLz80> U)L?(R") = <<P7 §a! (—A + 5)_1 u>—1/2,1/2 . (18)

Due to the mapping properties (6) — (7) and (16), these relation define bounded maps on
H=32(T") and H~'/2?(T"), provided that z € C\R_; we have:

SL.eB(H3?(),L*(R"), DL,eB(HY*(),L*R")). (19)
The integral kernel of (—A + 2)~", z € C\R_, is given by:

1 \/E n/2—1
K.(x—y)=—|—"—— K, /o — , R >0,
e =g () Ko (Ve al) o RevE
where K, denotes the modified Bessel functions of second kind of order «. This is a smooth
function for x # y and the relations (17) and (18) give:

SL.o(e) = [ K.(0=1) o) doe(y), = ¢T and o€ L2(D), (20)
and
DL.g(x) = / v(y) VK- (x —y) ) dor(y), r¢Tandgpe D), Q1)

where or denotes the surface measure. In particular, one has (see [27, eqgs. (6.18) and (6.19)]):
Ve ¢l ASL.¢p(x) = 2SL.¢(x), ADL.p(x)=zDL.p(z), (22)
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from which, we obtain
SL.eB(H32(), L4 (R\I)), DL,eB(HY*R"\I'), L4 R"\I)) ; (23)
in particular, the representation:

LA (RND) = {u=1uo+SL.¢+ DL.p, up € H*(R") , 9@ p € H > ()@ H ()},
(24)
holds for any z € C\R_ (see [1, Lemma 4.2]). In the following, we choose z = 1 and set

SL:=SLy, DL :=DL,. (25)
3. Singular perturbations supported on hypersurfaces.
Let 2 C R", be open and bounded with smooth boundary I' and denote:
v H(RY) = HP(D) @ HA(T),  yu:=0u®nu. (26)

The singular perturbations of the free Laplacian supported on I' are next defined as the selfad-
joint extensions of the closed symmetric operator:

A=A ker (), 27)
where
ker (7) = HS (Q4) @ H3 (), Hi () i={uy € H* () : Y5 us =jusr =0} . (28)
The corresponding adjoint coincides with the maximal Laplacian in R™\T, i.e.
(&)= A Ly (Q4) & LA (Q-) - (29)
Using the alternative representation given in (24), we have:
(A°)'u = Aug+ 2 (SL,p+ DL.p) . (30)

Moreover, (A°)* and the distributional Laplacian are related by the identity (see e.g. in [28,
Theorem 3.1]):

(A”)*u = Au — [1]uor — [Yo]u 0,6r . (31
Here, for f € H=*(I"), for and f0,0r are the distributions supported on I" defined by:
(f 5F7X> = <fa 70X>7s,s ’ and (f 8V5F7X) = - <f7 ’71X>7s,s : (32)
In particular, taking f = 1, for any x € C5° (€2) one has:
(1.0 = [ x(a) dor (2) (3)
and
(0,01, x /8,,)( ) dor (z) . (34)

Let us recall that v belongs to B (H 2(R"),H3*(T') @ H'*(I)), is surjective and has a kernel
dense in L?(R") [1, Lemma 4.1]. Hence, the approach developed in [2-5] applies to our
framework and allows us to construct all self-adjoint extensions of A°. For generic elliptic
selfadjoint operators with smooth coefficients, this strategy has been implemented in [1] to
which we refer for the detailed proofs. The auxiliary operators (G, are next defined by the
duality:

(Gobu) pagny = (67 (=A+2) Tu), E€eHPPM) @ H (), ue L*(RY) . (35)
for all z € C\R_. From (17) — (18) it easily follows that:
G.eB(H P eH '*(I),L*(R"), G.(¢®¢)=SL.o+DL.p.  (36)
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In what follows, we set:
G:=G,, G(p@®yp)=SLp+DLy. (37)
With this notation, the adjoint (A°)* is rephrased as:
dom (&)) = {u=u+G(p®¢), up€ H*(R"), @ pe H**(I)o H ()} s
(Ao)" =Aug+G (9@ p) - E39§
We introduce the map: M, = v (G — G.) whose action on H=%/2(T') @ H~'/2(T) is explicitly

given by:
’YO(SL_SLZ) WO(DL_DLZ)
M, = : 40

From [1, eq. (2.6)], it results that:
M, eB(H**() e V*(T),H?T) e H/(T)) . (41)

In what follows,

I 72 (D) @ H'/? (D) — H*? (D) & H'Y?(T) (42)
denotes an orthogonal projector on the Hilbert space H%/2(T') @ H'/? (T'),
' H*2 ()@ H V2 () — H*2 (D)@ H V2 (I) (43)
is the corresponding dual projector and
© : dom (©) C ran (II)" — ran (1) , (44)

is selfadjoint in the sense of the duality, i.e.. © = ©’. In this framework, the selfadjoint
extensions of A° are parametrized by the couples (II, ©). In particular, adapting [1, Theorem 2.1
and Lemma 4.9] to the present framework, there follows:

Theorem 3.1. Let I1 : H3? (') ® HY? (') — H3/?(I') @ H'? (") be an orthogonal projector
and © : dom (©) C ran (II)’ — ran (1) selfadjoint. Any self-adjoint extension of A, is of the
kind AH,@,
Ape = (45)
| {u=wuo+ SLp+ DLy, up € H*(R") , ¢ ® ¢ € dom (O) : Ilyug = O (¢ D ) } .
The set:
Zne ={z€ C\R_ : © + IIM.II' has a bounded inverse}, (46)

is not void, in particular, C\R C Zn e C res(Ane) and for any z € Zn e the resolvent of
An e is given by the Kréin type formula:

(Ao +2) 'u=(-A+2) " u4+ GIT (O + IMIU) ' TIy (A +2) "u,  (47)
where G, and M, are defined in (36) and (40) respectively.

Remark 3.2. Let us notice that the II" appearing in (47) act as the inclusion map II’ : ran (II)" —
H=3/2(T') @ H='/2(T"). This means that one does not need to know II' explicitly: it suffices to
know the subspace ran (II') = ran (II)'.

The next result gives information on the spectrum and scattering of Ap . For the proof
of such results, we refer to [1, Lemma 4.9, Corollary 4.12 and Remark 4.14]. Let us remark that
hypothesis (49) below typically holds in the case of global boundary conditions, i.e. assigned on
whole boundary I', while hypothesis (50) typically holds in the case of local ones, i.e. assigned
on an open part X C I
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Theorem 3.3. 1) Suppose:

dom(©) C HY (D) @ H™(T), & > —g, 6 > —%. (48)
Then,
Oess(Ame) = (—00,0].
2) Suppose either:
dom(©) C H2(I') & H2 (), (49)
or
dom (f5) € H**(T') & H3(T), (50)

holds, where fg is sesquilinear form associated to the self-adjoint operator in ran(Il) defined
by © := O(A* @ A). Then:

Oac(Ame) = (—00,0], (51)
and the wave operators:

Wy :=s- lim e #Amecita Wy :=s- lim e #AetAnep
t—+o0 t—+o0

exist and are complete, i.e. the limits exists everywhere w.r.t. strong convergence, ran(\Wy) =
L*(R™)4e, ran(Wi) = L*(R™) and W} = W4, where L*(R"),. denotes the absolutely con-
tinuous subspace of L*(R™) with respect to Ane and P,. is the corresponding orthogonal
projector.

Remark 3.4. Let us notice that the apparent discrepancy between the indices in the two con-
ditions (49) and (50) is due to the fact that the first one applies to operators acting between
the dual pair (ran(II)’, ran(II)), whereas the second one regards sesquilinear forms in the space

ran(IT). When written in terms of ©, condition (49) reads as dom(©) C H%(F) @ Hg(F).

Under hypothesis (49), it is possible to introduce an alternative description of Ay g
(see [1, Corollary 4.8]):

Corollary 3.5. Let Ay g be defined according to Theorem 3.1 with © fulfilling (49). Define
Bg := 0 + IIyGII' : dom(©) C ran(Il") — ran(1). (52)
Then:
dom(Ape) = {u € H*(R™\I) : [y]u € dom(©), lyu = Be[y]u}, (53)
where [y]u := (=[m]u) & ([vo]u), and
(—Ape +2) ' = (—A+2)"' =G.II'(Be — WG IT) "Iy (=A+2)"", 2€ Zne. (59)

4. Dirichlet and Neumann boundary conditions on > C I

In this section, we apply our results to self-adjoint adjoint realizations of the Laplacian
with Dirichlet and Neumann type boundary conditions on > C I'. For proofs and more details
on such realizations, we refer to [1, Sections 5 — 6]. In particular, by the results given there,
hypothesis (49) or (50) hold for the models considered here, namely: (49) is satisfied in the
case of “global” boundary conditions (i.e. assigned on the whole I'), while (50) holds in the
case of ”local” boundary conditions (i.e. assigned on X C I').

In the following, given X C I" closed, we use the definition:

H5% () :={¢ € H*(T') : supp (¢) C X}. (55)

Given X C I relatively open with a Lipschitz boundary, we denote by IIy the orthogonal
projector in the Hilbert space H*(T'), s > 0, such that ran(Ilx) = Hs.(T')*. One has ran (I1§,) =
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HZ*(T). Moreover, we use the identifications [y, (I')" ~ H*(X) and HZ*(T) ~ H*(X)". In

particular, by the former, the orthogonal projection Ilys; can be identified with the restriction map
Ry : H*(T') —» H*(X), Rx¢ := ¢|X%.

4.1. Dirichlet boundary conditions

The self-adjoint extension Ap corresponding to Dirichlet boundary conditions on the
whole I is given by the direct sum Ap = Af @ Af , where

AG, =AT{ue H* () ygu=0}. (56)
Since:
dom (A&) @ dom (Ag_) = {uc H*R™\I) : [vo]u = 0, yu = 0}, (57)
with the parametrization introduced in Corollary 3.5, this corresponds to the choice II(¢p® ¢) :=
¢ @ 0, and Bg = 0. Hence, from (31) we get:
Apu = Au — [y1]udr .

Moreover, using the identity: (y0SL,)”! = P, — P, where P* denote the Dirichlet-to-

Neumann operators for )1 respectively (see e.g. [1, equation (5.4)]), one has, for any z € C\R_,
(~Ap+2) ' =(=A+2) " F SLAPF — P )y (—A+2)". (58)

Now, we turn to Dirichlet boundary conditions supported on a relatively open part > C I’
with Lipschitz boundary. We denote by Apy the self-adjoint extension corresponding to the
orthogonal projector defined by I1(¢ @ ¢) := (IIxp) ® 0 = (¢|X) © 0 and to the self-adjoint
operator O(¢ & ¢) := (—Opx¢) & 0:

Ops - dom(Ops) C HS () — HY*(S), Opsé = (10SLo)|T, (59)
dom(Opyx) := {¢ € HZV*(D) : (SLo)|E € HY?()}. (60)
By Theorem 3.1 and (31), one has:
Apsu = Au — [J1]uds, (61)
dom(Aps) = {u € H'R") N LA(R™I) : [%1]u € dom(Opx), (you)|X =0}, (62)
C {u e H'R") N LARMD) : (g u)|T = (3 w)[ =0, ([]u)T° =0} (63)

and
(—Aps +2) " = (=A+2)7" = SLITy (Re0SL.IT5) ' Reyo (A +2)7" . (64)
4.2. Neumann boundary conditions

Let us consider the self-adjoint extension corresponding to Neumann boundary condi-
tions on the whole T'; this is given by the direct sum Ay = AJ @® A{ , where:

Ay, =AT{ue H* () :7ju=0}. (65)
Since:
dom (A&) @ dom (Ag_) ={uc H*R™"\I) : [11]u = yu =0}, (66)
with the parametrization introduced in Corollary 3.5, this corresponds to the choice II(¢p® ¢) :=
0 ¢, and Bg = 0. From (31), it follows that:

Ayu = Au — [yluv-Vor,

and, denoting with QT the Neumann-to-Dirichlet operators for Q. respectively, the relation
(mDL.)™' = QF — @7, (see e.g. [1, equation (5.7)]) yields, for z € C\R_,

(~An+2) "' = (A +2) "+ DL(QF — Q) (—A+2)7" . (67)
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Next, we turn to Neumann boundary conditions supported on a relatively open part ¥ C I’
with Lipschitz boundary. We denote by Ay y the self-adjoint extension corresponding to the
orthogonal projector defined by II(¢ @ ¢) := 0@ (Ilxp) = 0 & (p|X) and to the self-adjoint
operator O(¢ & ¢) := 06 (—Onxp):

Oyt dom(Ony) C H*(D) = HYVA(E), Onsp = (1DLy)|Z, (68)
dom(Oy,x) = {p € HL*(T) : (;1DLy)|S € H*()}. (69)
By Theorem 3.1 and (31), we have:
Aysu = Au — [Yoluv-Viy, (70)
dom(Ays) = {u € H'R"\X) N LAR™\I) : Folu € dom(On5), [Fi]u=0, (51u)|X = 0}
(71)
C{ue H'R"\E)NLARND) : (11 u)[S = 3w =0, (Mu)[E" =0} (72)
and
(—Ans+2) " =(=A+2)"" = DL.ITy (Re DLIIE) ™ Reyy (A +2)7" . (73)
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Analytical solutions for the Stokes equations in a cavity bounded by two confocal semi-ellipses and two line
segments are derived here. The exact solution for the stream function, in the form of a Fourier series, is obtained.
Eddy structure is described for different boundary conditions.
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1. Introduction

Micro- and nanoflows are new fields of nanotechnology. Flow through nanostructures is
known to have many interesting unusual peculiarities [1]. Particularly, one observes a phenom-
enon analogous to superfluidity [2], the dependence of viscosity on the nanotube’s diameter [3]
and other such effects. The theory of nanoflow is not well-developed. There are only a
few works suggesting theoretical explanations for these phenomena (see, e.g., [4-6]). It has
been shown that hydrodynamic equations should be modified for nanoflows [7], but the Stokes
approximation is appropriate due to the smallness of the Reynolds number [8].

The most interesting question is about the eddy structure for nanoflow. The information
about it can be used for several nanophysical and nanochemical applications. Particularly, it was
shown experimentally that there is a separation of a fluid’s components in nanochannels [9].
Among other reasons, it is related with the existence of eddies. One observes component
separation within an eddy due to differences in the components’ densities. As a result, this
property opens the way for the creation of a chemical nanoreactor. Namely, due to component
separation, the reagents needed for some chemical reaction are collected within some local
domain inside the eddy. Correspondingly, one has strong localization of the chemical reaction
in this domain only. We have the opportunity to use this phenomenon, only if we can predict
the eddy structure for different system parameters. Particularly, if the flow is induced by the
boundary condition, we require information about the dependence of the eddy structure on the
boundary conditions.

One can mention that similar processes take place in non-autonomous phases [10]. It is
interesting to note that the analogous mathematical problem also present in geophysics [11].

Stokes flows in various domains were studied by analytical methods in many papers.
There are a number of works describing the flow over a rectangular cavity [12-18]. The
solutions for the Stokes equations for the annular cavities were investigated in [19-25]. Stokes
flow in regions partially bounded by segments of ellipses was considered in [26,27]. Corner
eddies in the Stokes flow problems were studied in [28-30].

In the present paper, we describe the Stokes flow in a horseshoe domain formed by
two semi-ellipses and two segments (Fig. 1). The flow is induced by inhomogeneous boundary
conditions. We investigate the eddy structure for different boundary conditions. Although the
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investigation was inspired by the nanoflows problem, the result concerns the classical Stokes
flow problem.

2. Problem formulation and solution

Let us consider Stokes flow in a cavity bounded by two confocal semi-ellipses, S
and S, and two line segments, AB and C'D (Fig. 1). Flow in the cavity is induced by the
velocities Vj,, and V;, at S; and Sy respectively. On segments AB and C'D, we assume
free-slip conditions.

FIG. 1. The domain in the Cartesian coordinates. (—d,0), (d,0) are the ellipse foci

In the 2D case, the Stokes equations can be reduced to the biharmonic equation for the
stream function V:
AT = 0. (1)

We make the transformation of the cavity to the elliptic coordinates system:
x = dcos(&2) cosh(&y), y = dsin(&)sinh(&).

The Laplace operator takes the form:

1 0? 0?
A= 2 52 T )
d? (cosh®(&) — cos?(&)) \9&F 083
Our domain transforms to a rectangle on Fig. 2. Semi-ellipses S;, S in elliptic coordinate
system will convert to segments &; = &gy, & = o2, ™ < & < 27

‘51 A

Son
So

F1G. 2. The domain in elliptic coordinates
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Let us consider the following chain of equations:

AV = U, 2)
AW, = 0. 3)
The boundary conditions for stream function are:
U(1,0) =0, W(&,m) =0, &i <& <& “4)
U(o1,&) =0, W(2,&) =0, 7<& <27, (5)
0*U 0*U

6_522|§2:7r =0, a—ggkz:% =0, & <& <o (6)

10V 10W
Ea—gl(fmafz) = Vs, (&2), EO_&(SOQ’&) =Vs, (&), 7 <& <2 (7

Lame coefficients are: he, = he, = h = d\/ cosh?(&1) — cos?(&;).
The function ¥q(&1,&2) in (3) can be found by standard separation of variables (for
calculations we take m terms):
Uy =) (e + cope™) sin(kéy). )

k=1

We derive a solution of Eq. (2) in the form of the Fourier series:

3

U(€1,62) = ) Wi(&)sin(kés), 7<& <2r ©

k=1

_ 1 1 _
Uy (&) = az1es + age " + —(ay; + 0121)51651 - g(@n + ag)ére &

8
—|—i(a —q >63§1 —|—i(a —a )6—351
39 11 13 39 21 23
_ 1 B 1
U1 (&) = agre™ ae k§1+m(al’k_alvk—2)e(k 2)€1+16(1 + k) (a1 p—ar pro)e" D5
1 1
16(1 — k) B e A - “kE2D0 > 9
+ 16(1 — k) (Cl2,k: Qg g 2)6 + 16(1 n k) (az,k az,k+2)e ) =

Formula (9) is a general solution of equation (1). Each function W;(&;) depends on the
coefficients from sets ay, az, as, as. Here, a; = ay1...a1(n—2), @2 = a21...02(n—2), A3 = A31...a3p,
a4 = Gy1...a4,. We then need to find coefficients aq, as, as, a4 to satisfy the boundary conditions
for the stream function. Conditions (4),(6) are satisfied for arbitrary values of the coefficients
ai,as, as, 4.

We now denote Wy (aq,as,as,ay) by Wik(&). Condition (5) leads to the algebraic
relations between coefficients:

Wik(ar, ag, az, aq)le, =g, =0,
Uy (a1, as, as, aq)le, =g, =0, k=1..n.

(10)

The first condition in (7) takes the form:

Z %‘I’lk Sin(k§2>|§1=£o1 = ‘/top(£2>d\/COSh2(£01) — COSQ(&).
k=1
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Let us consider the function in the right hand side as a Fourier series:

Z o uwsin (k€2 ey =eor = Z(J,g1 sin(k&s), (11)

where

Cii = 67%01 /Vtop §2) \/COSh (€01) — cos?(&2) sin(k&a)dy.

The coefficients C; can easily be found numerically. The means of calculating C}o for the
second condition in (7) is analogous. Thus, condition (7) can be represented as an algebraic
relation between coefficients:

0
%‘I/lk(alkaa%aa3kaa4k)|§1:§m =Chi, k=1...n (12)

1

0
a_gl\lllk(alkaa%,a3kaa4k)|§1:§og =Cl, k=1...n. (13)

As a result, coefficients ay, as, as, as are the solutions for a system of linear equations. This
system includes the sets of equations (10) and some equations from the sets (12), (13).

3. Discussion

The expression for stream function (9) has been completely defined above. If we fix
ellipse half axes and vary the velocity of the moving part of the boundary, we can obtain
different pictures of the flow. The following figures shows fluid streamlines for different
velocity functions at S; and S,.

For all the examples described below, the ellipse half axes are a = 0.4; b = 0.12 for S
and a = 0.86; b = 0.76 for S,.

n 3n/2 o & n 32 m S

i L i 1 1 1 L 1 i I i
-1 08 06 04 02 0 02 04 06 08 1

FIG. 3. Velocities on S; and S, have opposite directions. Functions V},,(&2) and
Viot(§2) do not change sign. We have no separation points at the boundary. The
whole domain is a single vortex region
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V 1 Vlwl1

7 32 2 5 7 302 m S

1 08 06 04 02 0 02 04 05 08 1

FIG. 4. Functions Vg, (&) and Vs, (&,) do not change sign. We have no separation
points at S7 and S,. Velocities on S; and S, are in the same direction. We obtain
separation points at segments AB and C'D. The domain is divided into two
subdomains. On the centerline (z = (), we obtain two stagnation points (at these
points the fluid is totally stationary), we compare that with [20]

V,

top

Vo

S
O - v w =2 o ® o~

T 32 m &g i 3n/2 m &

4 08 06 04 02 0 02 04 06 08 1

FIG. 5. Function Vg, (&) changes its sign. We obtain two separation points at
S1. Function Vs, (&;) doesn’t change its sign. We have no separation points at
Sy. The velocities at the corners of S; and Sy are in the same direction. We
obtain a single separation point for each segment, AB and C'D
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4. Numerical analysis

We construct the solution of Eq.(1) by a finite-difference method. The discrete expres-
sion for the biharmonic equation, using forward finite difference method, has the form:

200 — 8(Wy + Wy + Wy 4+ Uy) + U5 + Uyt

+Wg + Uyy + 2(Wg + Ug + Wyp + Wyp) = 0.

The stencil for the finite difference scheme is shown in Fig. 6. The node with number 0
corresponds to a stream function node for which the biharmonic equation is formulated.

F1G. 6. Stencil nodes numbering

We calculate the relative errors with L; norm and estimate the quality of numerical
solution. The dependence of the relative error £ via the grid step d for Fig. 4 is shown in
Fig. 7. The positive slope confirms the convergence of the algorithm.

42, log(E)

log(d)

-1.8 -1.55 -15 -1.45 -1.4 -1.35 -1.3 -1.25

F1G. 7. Error norm via the grid resolution (logarithmic scale)
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5. Conclusion

We obtained exact solutions for the biharmonic equation for the stream function of the
Stokes flow. We fixed the geometrical parameters of the domain and varied the boundary
conditions. Doing so allowed us to change the flow structure drastically. This could open up
opportunities for controlling flow structure by external actions.
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We consider a model of point-like interaction between electrons and bosons in a cavity. The electrons are relativistic
and are described by a Dirac operator on a bounded interval while the bosons are treated by second quantization.
The model fits into the extension theory of symmetric operators. Our main technical tool to handle the model
is the so-called boundary triplet approach to extensions of symmetric operators. The approach allows explicit
computation of the Weyl function.

Keywords: Dirac operator, bosons, operator extension, boundary triplet, second quantization.

Received: 13 January 2016

1. Introduction

The problem of electro-magnetic field’s influence on an electron’s spectral and transport
properties has attracted great interest from physicists due to its importance both from funda-
mental and engineering viewpoints (see, e.g., [1] and references therein). It is important to find
solvable models to describe this phenomenon. We present a simple model in the framework of
extension theory of symmetric operators. The electro-magnetic field can be described classically
or it can be quantized. Using a classical description, such a model was proposed in in [2]. The
case of quantized electro-magnetic field is more complicated. As an example of this type of
model, we can mention [3], [4]. In the present paper, we suggest a model of point-like inter-
action between a relativistic fermion (the Dirac operator) and bosons (infinite matrix operator
in the Fock space). We use the boundary triplet approach to describe extensions of symmetric
operators (see, e.g., [8-13,15]).

In the following, we consider a particular example of point interaction for a quantum
system {®, Dy} with a quantum reservoir {¥, 7'}, where Dy denotes the self-adjoint Dirac
operator defined in the Hilbert space ® = L*(A, C?), where A = (a;b), and T is the so-called
boson operator defined in the Hilbert space ¥ = I5(Ny). Before introducing the operators, let us
slightly specify the approach.

At first, we consider a system consisting of a quantum system {®, Dy} and a quantum
reservoir {¥,T'}. This system’s composed Hamiltonian is given by the self-adjoint operator:

which acts in £ := ® ® . In order to describe the interaction, we restrict the operator D
to a densely defined closed symmetric operator D and consider the densely defined symmetric
operator:

L=D®I:+Ip®T, (1.1)



Dirac operator coupled to bosons 333

with dom (L) = dom (D) ® dom (7"), where:

2

(Df)(x) := —ic%@aﬁ(az)#—%@agf(a:), x €A, (1.2)

f € dom (D) := W,?(A,C?) = {f € W(A,C?) : f(a) = f(b) = 0}.

0 1 1 0
o1 = (1 0) and o3 := (0 _1).

T denotes a boson operator in the Hilbert space ¥ = I5(Ny) such that:

Tg: T{Sk}kGNo = {kfk}k’ENov
€= {&}ren, € dom (T) == {{&}nery € 12(No) : {k& Fren, € lo(No)}.

To construct self-adjoint extensions we use the boundary triplet approach. Notice that there
are extensions which do not correspond to any interaction between both subsystems. From the
physical point of view it is very important to obtain those extensions which realistically describe
point interactions.

Here,

(1.3)

2. Preliminaries
2.1. Linear relations

A linear relation © in H is a closed linear subspace of H @ H. The set of all linear
relations in 7 is denoted by C(H). We also denote by C(#) the set of all closed linear (not
necessarily densely defined) operators in 4. Identifying each operator 7' € C(H) with its graph
gr (T), we regard C(H) as a subset of C(H).

The role of the set C| (H) in extension theory becomes apparent from Proposition 2.3.
However, it’s role in the operator theory is substantially motivated by the following circum-
stances: in contrast to C(H), the set C(#) is closed with respect to taking inverse and adjoint
relations © ' and ©, respectively. The latter is given by: O~ = {{g, f} : {f, g} € ©} and

o — {(lf) (W) = (b, K) for all <£) E @}.

A linear relation © is called symmetric if © C ©* and self-adjoint if © = ©.

2.2. Boundary triplets and proper extensions

Let us briefly recall some basic facts regarding boundary triplets. Let A be a densely
defined closed symmetric operator with equal deficiency indices ny(A) := dim(My), N, =
ker (A* — z), z € C, acting on some separable Hilbert space $).

Definition 2.1. B B
(i) A closed extension A of A is called proper if dom (A) C dom (A) C dom (A*).
(ii) Two proper extensions A', A are called disjoint if dom (A’) N dom (A) = dom (A) and

transversal if in addition dom (A") + dom (A) = dom (A4%).

We denote by Exta the set of all proper extensions of A completed by the non-proper
extensions A and A*. For instance, any self-adjoint or maximally dissipative (accumulative)
extension is proper.
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Definition 2.2 ( [11]). A triplet IT = {H, Ty, "1}, where H is an auxiliary Hilbert space and
[y, : dom (A*) — H are linear mappings, is called a boundary triplet for A* if the “abstract
Green’s identity”,

(A*f7g) - (faA*g> = (Flf,rog) - (F0f7rlg)7 f?g € dom (S*)v (21)
is satisfied and the mapping I" := (I'o, ;)" : dom (A*) — H @ H is surjective, i.e. ran (I') =
HoH. 0

A boundary triplet IT = {#H,[,,I';} for A* always exists whenever n (A) = n_(A).

Note also that ny(A) = dim(#) and ker (I'y) Nker (I'y) = dom (A).
With any boundary triplet II one associates two canonical self-adjoint extensions A; :=
S* [ ker (I';), j € {0,1}. Conversely, for any self-adjoint extension Ay = S; € Extg there
exists a (non-unique) boundary triplet IT = {#, 'y, 'y} for A* such that Ay := A" [ ker (I'p).
Using the concept of boundary triplets, one can parametrize all proper extensions of A
in the following way.

Proposition 2.3 ([9,13]). Let Il = {H, [y, 'y} be a boundary triplet for A*. Then the mapping:
Exty 3 A — I'dom (A) = {(Tof, [1f)7 : f € dom (A)} =: © € C(H), (2.2)

establishes a bijective correspondence between the sets Exta and C (H). We write A= Ag if
A corresponds to © by (2.2). Moreover, the following holds:

(i) Ag = Ae~, in particular, Ag = Ae if and only if ©F = O.

(i) Ae is symmetric (self-adjoint) if and only if © is symmetric (self-adjoint).

(iii) The extensions Ag and Ay are disjoint (transversal) if and only if there is a closed
(bounded) operator B such that © = gr (B). In this case (2.2) takes the form:

Ap 1= Agr(p) = A" | ker (I'y — BT). (23)

In particular, A; := A" | ker(I';) = Ae,, j € {0,1}, where 0, := <{7(?l}> and

O, = ( {70{}) = gr (0) where O denotes the zero operator in H. Note also that C(#) contains

the trivial linear relations {0} x {0} and H x H corresponding to A and A", respectively, for
any boundary triplet II.

2.3. Gamma field and Weyl function

It is well known that the Weyl function is an important tool in the direct and inverse
spectral theory of Sturm-Liouville operators. In [8, 9], the concept of Weyl function was
generalized to the case of an arbitrary symmetric operator A with n (A) = n_(A4) < oc.
Following [9] we briefly recall basic facts on Weyl functions and Gamma fields associated with
a boundary triplet II.

Definition 2.4 ( [8,9]). Let IT = {H,Ty,I'1} be a boundary triplet for A* and Ay = A* |
ker (Tg). The operator valued functions v(-) : p(Ag) — [H,H] and M(-) : p(Ay) — [H]
defined by the following:

v(z) = (Lo ‘ﬁz)_l, N, = ker (A" —2) and M(z) :=T1v(2), z¢€p(Ay), (2.4
are called the Gamma field and the Weyl function, respectively, corresponding to the boundary
triplet IT.
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Clearly, the Weyl function can equivalently be defined by:

M(Z>F0fz :Flfz; fz Emz, Zep(Ao)

The Gamma field +(-) and the Weyl function M (-) in (2.4) are well defined. Moreover, both
v(+) and M(-) are holomorphic on p(Ag) and the following relations:

Y2 =T+ (z= A —2) )0, =€ p(A), (2.5)
and

M(z) = M(Q)" = (= O(Q)"v(2), 2 € p(Ao), (2.6)
hold. Identity (2.6) yields that M(-) is [H]-valued Nevanlinna function (M(-) € R[H]), i.e.
M(-) is [H]-valued holomorphic function on C. satisfying:
(M (2))

Im(z)

It also follows also from (2.6) that 0 € p(Im(M (z))) for all z € C..

A Weyl function M(-) is said to be of a scalar type if there exists a scalar Nevanlinna
function m(-) such that the the representation:

M(z) =m(2)Iy, ze€Cy, (2.7)

M(z) = M(Z)" and >0, 2eCLUC_.

holds where 5 is the identity operator in #, see [5]. Obviously, M (-) is of a scalar type if
2.4. Krein-type formula for resolvents

Let IT = {H,Ty,T'1} be a boundary triplet for A*, M(-) and ~(-) the corresponding
Weyl function and Gamma field, respectively. For any proper (not necessarily self-adjoint)

extension Ag € Exta with non-empty resolvent set p(Ag), the following Krein-type formula
holds (cf. [8-10]):

(Ao —2)7" = (Ao — )7  =(2)(© = M(2))"'v"(7), =z € p(Ao) Np(de).  (2.8)

Formula (2.8) extends the known Krein formula for canonical resolvents to the case of any
Ag € Exta with p(Sg) # 0. Moreover, due to relations (2.2), (2.3) and (2.4) formula (2.8) is
connected with the boundary triplet II. We emphasize that this connection makes it possible to
apply the Krein-type formula (2.8) to boundary value problems.

2.5. Direct sum of operators

Let S, be a densely defined closed symmetric operator in a Hilbert space f_)n with
n(S,) = n_(S,) < oo, n € N. Consider the operator S := @S acting in §) = @jﬁn,
the Hilbert direct sum of Hilbert spaces §),,. By definition, JF) ={f =& fu: fn

Z || fu||* < co}. From this, it is apparent that:

n=1

=@s;,  dm(S)={f=a2fn€H: fuocdom(S}), Z\|S*fn]]2<oo}
=1
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Theorem 2.5 (Theorem 2.10 of [7]). Let I1,, = {H,,, ', I'7} be a boundary triplet for S, and
M, (-) the corresponding Weyl function, n € N. A direct sum 11 = &;° 11, forms an ordinary

boundary triplet for the operator S* = @ Sr if and only if

n=1

sup || M (i)[50, < 00, sup ||(Im(M;(i)) " [[pu,.- 2.9)

3. Weyl function computation

Let us describe the procedure to obtain all extension of the operator (1.1). Firstly, let us
consider symmetric Dirac operator, defined by (1.2). The adjoint operator D* appears as:

(D*1)(e) = —ieL o1 fl@) + S @ ouf(e), @€ A

dx 2 (3.1)
f € dom (D*) = WH2(A,C?).
The triplet [T, = {H", T TP}, HP = C?,
b () = L (B 50
O\ f 2 \fi(a) = fi(b) )~ (3.2)
D (fl) _ ic (f2(a) - fz(b)) .
Y\ e V2 \a(a) + f2(b) )

f € dom (D), forms a boundary triplet for D*. The Gamma field and the Weyl function are
given by:

1 cos(k(z)(z —v)) sin(k(z)(z — v))
D &y _ 1 cos(k(2)d) sin(k(z)d &1
77 (2) (52) NG Z_kl(z>sin(k(z)(a: —v)) ik (2) cos(k(z)(z —v)) (@) ) (3.3)
cos(k(z)d sin(k(z)d)
z € C4. Here,
k(z) = % 22 — %4, z € C, (3.4)

2
where the branch of the multifunction k(-) is fixed by the condition k(x) > 0 for x > %
2

2
Notice that k(-) is holomorphic in C\ {—%, %} . Furthermore,
k
ki(2) == ¢ (22, z e C. (3.5)
2+ 5
2 A
which is also holomorphic in C\ {—5, E} . The function k;(-) admits the representation:
L2
k1(2> = 22 ) S (C? (36)
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_a _ 2
where the branch of 2 is fixed by the condition 2 >0 for xz > © . We obtain
2+ 5 T+ 5 2
the following:
D
Doy _ (M (2) 0
M7 (z) = ( 0 mf(z)) , z€Cy, (3.7)
where
mP(2) == cki(2) tan(k(z2)d
;() 1(2) (())7 ceC.. (3.8)
my (z) := —cky(z) cot(k(z)d)
b —a b + a .. . (1) * D :
and d := 5 > V= . The self-adjoint extension D'" := D* | ker (I'y’) has the domain:
dom (DW) = {f € W'(A,C?) : fi(a) = fo(b) = 0}, (3.9)

while the extension D® := D* | ker (I'?) has the domain:

dom (D®) = {f € WY2(A,C?) : fo(a) = fo(b) = 0}. (3.10)

In the following, we denote elements of £ by f In particular, we use the notation:

f= (?) . fieL}(ALT), j=1.2 (3.11)
2
Let us construct the boundary triplet IT;, = {H* T'Z, flL } for L*.

Operator T' gives us spectral decomposition 7' = @, T, where T, — bounded self-
adjoint operator defined on T,,, T = @;7 ,T,,. Thus, operator L admits the representation:

L= @7010:0[177, == @ZO:OD & Ign + [@ X Tn

For each L, boundary triplet, the Gamma field and the Weyl function can be obtained easily,
as T, is bounded, see [6]. The problem is that the direct sum of boundary triplets, in general,
is not a boundary triplet. The typical approach to such a problem is a regularization procedure,
see [14]. However, in our case, the regularization is not necessary.

Theorem 3.1. The Weyl function M*(-) is given by:

D
Ly (mi(z=T) 0
M*(z) = ( 0 mP(z—1T))" z € Cy. (3.12)
Proof- We compute:
1
CP .=sup|mP(i—\)| <oo, and AP :=sup ——— < o0, 3.13
b L 7R b ) e
1
j = 1,2. This relies on the fact that sup |k1 (i — \)| < oo and sup ——— < 0.
AER rek [ki(i — A)|

Let us rewrite L,, = D + n, n € Ny which is a closed symmetric operator defined on
£, =9 ®%,. Notice that £ = &,2£, and L = P,z L,,. The triplet [1;, =1IIp ® Is, =
{7_[]:171,7 I‘é‘n7 Ff'n},

Hr =HP R, Tin=T0eIl;,, Ti"=IPelI, (3.14)
is a boundary triplet for L*, n € Z. The corresponding Weyl function M (-) is given by:
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D
Loy (mi(z—T,) 0
M*(z2) = ( 0 mP(:—T,)) neZ, zeCyg. (3.15)
Notice that:
Can = ||mf(z —T)| = )\suAp |mf(i -2 < C'jD <oo, j=1,2, (3.16)
which yields:
| M (i) || < max{C]},C3)} < max{CP,Cy} < <. (3.17)
Similarly, we verify:
15 ()71 < max{AD, AL} < max{A?, AP} < oc, (3.18)

where:

AP = |(mPG=T,))7 | = su -
R T R

j = 1,2. By Theorem 2.5, we see that [T} = @,¢zI1;, is a boundary triplet for L. In particular,
the Weyl function M*(-) is computed by:

D
<A} <oo, (3.19)

D J—
ME(z) = (ml (zO T) mg(ZO_ T)) . 2eCy. (3.20)

OJ

The considerations remain true if we use the boundary triplet of [7, Section 3.1].
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The most intensive X-ray diffraction peaks for three types of carbon allotropes are analyzed: i) temperature-annealed
nanodiamond powder (carbon “onions”), ii) multi-walled carbon nanotubes, iii) layers of epitaxial graphene. A re-
construction of the X-ray diffraction pattern using an intershell distribution, obtained by high resolution transmis-
sion electron microscopy, was compared to the XRD data. For a qualitative analysis of the diffraction profiles,
the method of convolution of Lorentzians (size broadening profile), together with a statistical consideration of
interlayer spacings (lattice strain broadening profile) were used. For the case of iii) the statistical distribution
reduces to a Gaussian and the method itself transforms to a best fit procedure of the classical Voigt function to the
experimental data. For cases i) and ii) and the high-resolution electron microscopy-reconstructed data, the method
fits the experiment better using either negatively or positively -skewed statistical distributions, correspondingly.
A model of particles with a spiral internal structure and with radius-dependent spacings between the successive
turns may explain experimental data for these cases. The data for epitaxial graphene allows different interpretations,
including fluctuations of lattice spacings caused by distortions of the valence bands and angles in the graphene
planes or by the formation of scrolls.

Keywords: graphene, carbon onions, carbon, multiwalled carbon nanotubes, X-ray diffraction.
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1. Introduction

A study of the internal structure of new allotropic forms of carbon is important for
the progress of materials science. In particular, obtaining information about the structure of
materials and, therefore, their degree of perfection, helps to outline the areas for their practical
applications. Thus, the study of structures that break the symmetry of graphitic planes is
important for better understanding the practical realization of “theoretic” graphene as a material
with a zero band gap and high electron mobility. In this paper, we present results of a qualitative
analysis of the most intensive diffraction peak for several types of carbon allotropes constructed
with sp?-bonded atoms [1-4].

Because of graphene’s unique geometry, there exists various possibilities for the mod-
ification of valence angles and bond lengths which change the structure; e.g. the Dienes
(Stone-Wales) rearrangement [5]. Moreover, carbon polyhedra assembled with sp? bonds play
an important role in the construction of nanoclusters having different shapes (e.g. carbon
spheroids and spiroids).

It is very well known that X-ray diffraction (XRD) is the standard method for crystal
structure analysis. However, allotropes such as graphene cannot be characterized by XRD
because there is only a single (002) plane. For formation of the most intensive XRD peak,
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similar to that for graphite, at least three planes are required [4]. Another problem with
new allotropes of carbon is a lack of symmetry of the XRD profiles for carbon “onions”, or,
more strictly, for “temperature-annealed nanodiamond powder” [1], and for multi-walled carbon
nanotubes (see, e.g. [2]). Here, we analyze the diffraction peaks for various carbon-based
materials that belong to the region of XRD angles where peaks corresponding to those between
(002) planes for crystalline graphite manifest themselves.

Usually line shape analysis of XRD peaks reduces to the realization of a best fit pro-
cedure for minimization of a functional, containing squares of sum of differences between
experimental data and the convolution of a size- (commonly a Lorentzian (Cauchy) function)
together with lattice strain broadening (commonly Gaussian) -profiles [6]. However, one may
consider the lattice-strain profile as a statistical distribution different for the normal law without
loss of generality. This statistical distribution can be asymmetric, e.g. negatively-skewed, as
was shown by us for carbon onions obtained in the course of temperature annealing of nanodi-
amonds [1]. Here, we will also show that the negatively-skewed distribution will fit the XRD
profile for multi-walled carbon nanotubes as well as for the carbon onions case. Moreover,
we will demonstrate that for the case of a lattice-spacing distribution of a single carbon onion
investigated by HRTEM [3], a statistical distribution with positive skewness will fit the exper-
imental data. When a Gaussian distribution is used in the convolution, the resulting profile is
termed Voigtian. Here, we will show that for the case of epitaxial graphite [4], a Voigt function
fits the experimental diffraction profiles quite well.

2. Experimental and methodology

We accurately digitized data presented in papers [1-4]. The technological parameters
of the manufactured samples are presented there. All XRD spectra were measured for CuKo
radiation.

2.1. Formalism

The intensity of diffraction V' as a function of double diffraction angle § may be written
in the following way:

oo

V() = / S(O)L(O — 0 — 6,)de. (1)

Where 6, is doubled Bragg’s angle, S(6) is a statistical distribution function, L(#) is Lorentzian
(Cauchy function):

2A wr,

Here, wy, is full width of the Lorentz’s contour measured at its half height, and A is a constant.

The parameter wy, is linked to Scherrer’s equation:
K\
D=——"766-— 3
wrcos(6y/2)’ ®)

and K is dimensionless constant that approximately equals to unity, 6,/2 is Bragg’s angle.
The equation (1) transforms to a Voigtian (Voigt function) when the function Ss(6) follows the

normal distribution (Gaussian) law:
b _92b
55(9) = —€ ) (4)
s
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where b = 41n(2)/wg and wg is full width of Gaussian contour measured at its half height. In
this paper, we also modeled another statistical function, asymmetric, S,. For its modeling we
used a double sigmoidal law in the following form:

1 1

Sa<9) = 0+ 21 11— T 5 _wi ) (5)
14 exp (— w22 ) 1+ w32

where w;, wo and w3 are parameters. For analysis of the intershell spacings in carbon onions
obtained by analysis of HRTEM images, we used a probe function which was selected empiri-
cally:

A — Ay
1+ exp (——M}f’"") |

(R(dr)) = A1 + (6)

where A;, Ay, 5, drg are parameters, (Rp.,) R(r) is the mean radius of the shell: (R(0r)) <
Ryax; Or is a distance between two adjacent shells; Ry, is the onion’s outer radius.
One may introduce a function representing the distribution of intershell distances, g(07):

glor) = LU, )

where (M (dr)) is the mean number of intershell distances dr appearing in the interval dér. On
other hand, the following equation is also valid:

(R(0r)) = (M(dr)) (or), ®)

where 07 is a mean intershell distance. One may calculate moments of the above distribution
function (equation (7)) in the following way:

or
(o) = [ gtoryasr, ©)
0T min
and
or
(or) = /(5rg((5r)d5r. (10)
0T min

Exploiting equation (8) and the assumption g(dr) ~ drg(dr), it easy to obtain the equation:

or 2

(R(or)) ~ / g(or)dor | . (11)

Tmin

Thus:

g(or) ~ . (12)
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2.2. Analysis of experimental data

2.2.1.  Annealed nanodiamonds and multiwalled carbon nanotubes. Figure 1 presents the XRD
pattern for temperature-annealed nanodiamonds [1]. It is negatively-skewed. We met a difficulty
finding a unique selection of the symmetric component for the results presented in the Fig. 1
and so used equations (1), (2) and (5) for a single negatively-skewed profile. The result of
the calculation is depicted by the continuous curve. Parameters were obtained by the least
squares fitting technique. The asymmetry of the internal structure of the onion may result in
the skewness. A sketch of the cross section of such an onion is presented in the inset. Such
kind of spiral onions were termed as carbon spiroids [7]. In the particular case presented here,
the radius of the spiral turn depends irregularly on the spacing between successive turns. The
principal role of such spiroidal particles in the formation of the XRD profile may reflect their
prevailing number in a comparison to ‘deal’ spheroids.

0.15 T T T T T T T T

o

i

o
T

0.05

V(6), normalised

10 15 20 25 30 35
0, degrees

0.00 : L

F1G. 1. The XRD profile for a powder of nanodiamonds transformed to onions by
annealing. The black squares and solid contour show experimental data from [1]
and the result of calculation with equations (1), (2) and (5) , correspondingly for
wy; = 0°, wy = 3.11°, w3 = 1.01°, wy, = 0.5°. The insert shows a schematic of
the equatorial section of a spiroidal particle (spiroid).

A slightly different situation occurs in the case of multi-walled carbon nanotubes. Fig. 2
shows XRD profile for the nanotubes. One may see the result of decomposition of the exper-
imental data [2] on two contours. One is asymmetric ([equations (1), (2) and (5)]; the curve
marked by number 1) and the second one is symmetric (Voigtian [equations (1),(2) and (4)];
curve 2). By analogy with carbon spiroids, we may term nanotubes contributing to contour (1)
as spirocylindroids. A sketch of the cross-section of a spirocylindroid is presented in the insert
to Fig. 2. In this case there is no principal role played by spiroidal particles to the XRD profile
which may reflect a contribution from ‘ideal’ nanotubes that is comparable with the contribution
of the spirocylindroids.

2.2.2. Carbon onions. Here, we interpret the experimental data from paper [1] where the
dependence of the distances between successive shells of the carbon spheroids are presented
as a function of the shell’s radius. The inverse function is portrayed in Fig. 3. For simplicity,
we kept symbols marking experimental points similar to ones presented in [1]. The full line
marked by number 1 represents data calculated with equation (6) and the triangles illustrate
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V(6), normalised

0, degrees

F1G. 2. The XRD profile for multi-walled carbon nanotubes. The black squares
portray experimental data from [2]; the curve marked by number 1 presents results
of calculation with equations (1), (2) and (5) with the following parameters:
wy = 0°, wy = 2°, w3 = 0.456°, wy, = 1°, A = 0.43. The line marked by
number 2 shows the calculation with equations (1), (2) and (4) for 6y = 25.75°,
A =0.178, wg = 0.87°,wy, = 0.633° (“ideal” nanotube). Curve 3 is the sum of
curves (1) and (2). The insert shows a schematic of the cross section of a
spirocylindroid.

equation (12). The full line connecting the triangles is the Gaussian approximation. Therefore,
the obtained distribution is symmetric. However, it is easy to see in Fig. 4 that after conversion
of the intershell distances to the double diffraction angles with the help of Bragg’s law, the
resulting dependence is no longer symmetric and is positively-skewed. This characterizes the
lattice strain function. To use the lattice strain function in equation (1), one has to shift the
argument values to the left, starting the new argument zero point from the position of the
maximum. The parameter w; was calculated using equation (3) using data of the diameter of
carbon onions from [3] and the CuKa radiation wavelength. The resulting convolution of the
lattice strain and Lorentzian profiles are presented in Fig. 4 by open circles. Such dependences
characterize the internal structure of the carbon onion. Obviously, while the area of larger angles
characterizes the central part of the onion, where some compression of the lattice spacings was
observed [3], the region for smaller angles characterizes its peripheral region. It is natural to
attribute such behavior to a spiroid with lattice spacings expanding from central to peripheral
area. It seems obvious to draw similar conclusions about the behavior of lattice spacings for the
cases considered above. However, the degrees of expansions are different. For cases of Figs. 1
and 2, the diffraction profiles are negatively skewed, meaning a faster drop of the function in
the smaller intershell distances region and a slower drop in the larger intershell distances region.
An estimation of Scherrer’s size for thermally annealed nanodiamonds and multi-walled
nanotubes (see captions to Fig. 1 and Fig. 2 and equation (3)), i.e. ~ 14 nm, indicates the
formation of relatively large clusters. These may appear for the case of thermally-annealed
nanodiamonds because this size is sufficiently larger than the mean size of pristine nanodia-
monds (~ 4 nm). The cluster enlargement may appear because of single cluster aggregation
to bigger particles. However we cannot extend this result to nanotubes because of a lack of
information about their origin. In this case of aggregation to the resulting “lattice strain” profile
may transform to statistics of lattice spacings in larger clusters with more complex structures.
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F1G. 3. The black squares give the experimental dependence of a shell’s radius
normalized to the external radius of a multishell carbon spheroid (carbon “onion”)
as a function of the intershell distances, as published in [3]. The continuous
line 1 represents an approximation of the experimental data using equation (6)
with the following set of parameters: A; = 0.19 + 0.03, Ay = 0.97 £ 0.03,
drog = 2.696 £ 0.016 A, 8 = 0.11 & 0.02 A. The triangles give results for the
calculation of the distribution function using equation (12); the full line shows
the Gaussian fit.

V(8), normalised

0, degrees

FIG. 4. The lattice strain function g(#) of intershell spacings for a carbon mul-
tishell particle plotted versus the diffraction angle is given by triangles after
conversion of the spacings to double diffraction angles by Bragg’s law. Circles
depict results of the calculation with equation (1) with the diffraction profile
from a shifted lattice strain function. Here, for calculation of the XRD profile,
the following parameters were used: 6, = 33.98° is position of the maximum and
the parameter w;, = 0.6° is calculated with Scherrer’s equation (3) for the actual
cluster diameter (see paper [3]).
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2.2.3. Epitaxial graphite. The experimental data for epitaxial graphite together with their fit
by a Voigtian function are collected in Fig. 5 [4]. One may see a good agreement between the
model and experimental data for all cases presented in Fig. 5. Two possible versions of graphene
flaks deformation are presented in the insets- sine and cosine types of distortions (the left inset
to Fig. 5) and formation of scrolls (spirocylindroids). A similar effect of transformation of
material from graphene to scrolls has been presented in paper [8]. The distortion of the graphene
planessymmetries results in the annihilation of their valuable properties such as zero effective
mass and high mobility of charge carriers. Fig. 6 shows the width of the lattice strain profile vs
substrate material and technology of deposition. One can clearly see that all grown layers are
distorted. The lesser distorted sample is graphite obtained by the thermal decomposition of SiC.
The parameter w; — 0 is only for the profile marked in Fig. 5 by by triangles. It means that
size of graphite fragment is large enough to be estimated by Scherrer’s formula (equation 3)
and the Voigtian transforms to a Gaussian. Only the lattice strain profile is available from the
experiment. Fig. 7 presents Scherrer’s diameter for a cluster of epitaxial graphite grown on
different substrates, calculated using wy, from the caption to Fig. 5.
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F1G. 5. A Voigtian fit of experimental diffraction profiles for epitaxial
graphite [4]. Different symbols stand for different substrates. The continuous
line presents results of the best fit. 1. The inverted triangles correspond to epi-
taxial graphite grown by CVD on the surface C' 6H-SiC: 6, = 26.42° + 0.002,
A =1.0940.003, wg = 0.814+0.01°, wy, = 0.601£0.01. 2. The inclining crosses
give the thermal decomposition of the surface C' 4H-SiC: 6, = 26.33 £ 0.002°,
A =1.0124+0.005, wg = 1.465 4+ 0.014°, wy, = 0.034 + 0.02. 3. The circles rep-
resent the thermal decomposition of the surface C' 6H-SiC: 6y = 26.51 +0.001°,
A = 1.07 £ 0.004, wg = 0.57 £ 0.01°, wy, = 0.465 + 0.01°. 4. Trian-
gles — CVD grown epitaxial graphite grown by CVD on substrate Si—-SiO,—Ni:
6o = 26.45 + 0.001°, A = 1.000 £+ 0.0004, wg = 1.04 £ 0.001°, w;, = 0. Insets
show two modes of deformation for the graphene planes: left — sine (cosine)
through formation of Dienes (Stone-Wales) defects and right — through formation
of spirocylindroids.
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F1G. 6. The parameter wg calculated by the best fit procedure from results
presented in Fig. 5 for different materials
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F1G. 7. Scherrer’s diameter calculated from equation (3) and parameters wy,
presented in the captions to Fig. 5 for different substrate materials and technolo-
gies

3. Conclusions

The estimations performed in this paper lead to two preliminary conclusions:

1. The spiroid-spirocylindroid model of a particle with interturn distances expanding from
center of the particle to its peripheral area fits experimental data for carbon onions and
multi-walled carbon nanotubes quite well.

2. Spiroidal models might not be unique.

3. XRD study reveals a distortion of the symmetry of graphene planes for the epitaxial-
grown graphite clusters.
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4. The distortions break the symmetry of graphene planes and, therefore, may affect nega-
tively charge transport properties.

5. A lack of profiles for a single graphene layer makes it difficult to standardize XRD for
this material.
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illuminated by a Laguerre-Gaussian (LG) light beam. The optical field in the near-field region is analyzed for
purely azimuthal LG beams characterized by a nonzero azimuthal mode number my,g. The morphology of photonic
nanojets is shown to significantly vary, depending the mode number and the scatterer’s characteristics. The cases
of negative index metamaterial and metallic Mie scatterers are discussed. We also discuss the symmetry properties
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the components of the electric field, being highly sensitive to the mode number, is found to be determined by the
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1. Introduction

The scattering of light and other radiation by particles has long been known to be of
crucial importance in a great variety of science and engineering disciplines. The problem of
light scattering by spherically shaped particles dates back to the more than century-old classical
exact solution due to Mie [1]. The analysis of a Mie-type theory uses a systematic expansion
of the electromagnetic field over vector spherical harmonics [2-5]. The specific form of the
expansions is also known as the 7—matrix ansatz that has been widely used in the related
problem of light scattering by nonspherical particles [4,6,7]. More recently, this strategy has
been successfully applied to optically anisotropic particles [8—13].

The Mie solution, in its original form, applies to the scattering of plane electromagnetic
waves by uniform optically isotropic spherical particles (the so-called Mie scatterers). For
laser beams, it is generally necessary to go beyond the plane-wave approximation and light
scattering from arbitrary shaped laser beams [14-18] has been the key subject of the Mie—
type theory — the so-called generalized Lorenz—Mie theory (GLMT) — extended to the case of
arbitrary incident-beam scattering [5, 19]. In such generalization of the Mie theory, the central
and the most important task is to describe the illuminating beams in terms of expansions over
a set of basis wavefunctions. In GLMT, a variety of methods were developed to evaluate the
expansion coefficients that are referred to as the beam shape coefficients (for a recent review
see Ref. [20] and references therein).

The central problem with laser beams is due to the fact that in their standard mathe-
matical form, these beams are not radiation fields which are solutions to Maxwell’s equations.
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Typically, the analytical treatment of laser beams is performed using the paraxial approxima-
tion [21] and the beams are described as pseudo-fields which are only approximate solutions of
the vector Helmholtz equation (higher order corrections can be used to improve the accuracy of
the paraxial approximation [21,22]).

Unfortunately, multipole expansions do not exist for such approximate pseudo-fields.
Therefore, some remodelling procedure must be invoked to obtain a real radiation field which
can be regarded as an approximation to the original paraxial beam.

The basic concept that might be called matching the fields on a surface lies at the heart
of various traditional approaches to the laser beam remodelling and is based on the assumption
that there is a surface where the actual incident field is equal to the paraxial field. Examples
of physically reasonable and natural choice are scatterer-independent matching surfaces such
as a far-field sphere [23], the focal plane (for beams with well-defined focal planes) [23,24],
and a Gaussian reference sphere representing a lens [25]. Given the paraxial field distribution
on the matching surface, the beam shape coefficients can be evaluated using either numerical
integration or the one-point matching method [23].

An alternative approach is to analytically describing the propagation of a laser beam,
which is known in the paraxial limit, without recourse to the paraxial approximation. In
Refs. [26-30] this strategy has been applied to the important case of Laguerre—Gaussian (LG)
beams using different methods such as the vectorial Rayleigh—-Sommerfeld formulas [27, 30],
the vector angular spectrum method [29], approximating LG beams by nonparaxial beams with
(near) cylindrical symmetry [26,28].

The nonparaxial beams are solutions of Maxwell’s equations and the beam shape coef-
ficients can be computed using the methods of GLMT. In recent studies of light scattering by
spherical and spheroidal particles illuminated with LG beams [31,32], the analytical results of
Ref. [28] were used to calculate the beam shape coefficients.

In this paper, the problem of light scattering from LG beams that represent optical
vortex laser beams exhibiting a helical phase front and carrying a phase singularity will be of
our primary interest. The topological charge characterizing the phase singularity and associated
orbital angular momentum gives rise to distinctive phenomena such as soliton generation [33],
entanglement of photon quantum states, orbital angular momentum exchange with atoms and
molecules (in addition to the collection of papers [34], see reviews in Ref. [35]), rotation and
orbital motion of spherical particles illuminated with LG beams [36,37].

In our calculations, we shall follow Refs. [10,38] and use the 7—matrix approach in
which the far-field matching method is combined with the results for nonparaxial propagation
of LG beams [29,30]. Our goal is to examine the near-field structure of optical field depending
on the parameters characterizing both the beam and the scatterer.

This structure has recently attracted considerable attention that was stimulated by an
upsurge of interest in the so-called photonic nanojets and their applications (for a review see
Ref. [39]). These nanojets were originally identified in finite-difference-time-domain simula-
tions [40,41] as narrow, high-intensity electromagnetic beams that propagate into background
medium from the shadow-side surface of a plane-wave illuminated dielectric microcylinder [40]
or microsphere [41] of diameter greater than the illuminating wavelength. There are several
potentially important applications for the photonic nanojets to detect and manipulate nanoscale
objects, subdiffraction-resolution nanopattering and nanolithography, low-loss waveguiding, and
ultra-density optical storage. These applications are reviewed in Ref. [39].

The layout of the paper is as follows: in Sec. 2, we outline our theoretical approach. The
analytical results for the beam shape coefficients of LG beams and the fundamental properties
of the far-field angular distributions are described in Sec. 3. The numerical procedure and the
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results of numerical computations representing the near-field intensity distributions and phase
maps of electric field components for purely azimuthal LG beams are presented in Sec. 4.
Finally, in Sec. 5, we present our results and make some concluding remarks.

2. Lorenz-Mie theory: Wave functions and 7-matrix

In this section, we introduce all necessary notations and briefly discuss how the proper-
ties of Mie scattering can be described in terms of the 7-matrix [2,4]. Our formulation closely
follows to the line of our presentation given in Refs. [10,38].

We consider scattering by a spherical particle of radius R, embedded in a uniform
isotropic dielectric medium with dielectric constant €.,.,q4 and magnetic permeability fi,.q. The
dielectric constant and magnetic permittivity of the particle are €, and j,, respectively. For a
harmonic electromagnetic wave (time—dependent factor is exp{—iwt}), the Maxwell equations
can be written in the following form:

kv xE="H, (12)

ik'V xH="E,

i

i {med, r> R, (1b)

D, r< R,

where Nmed = 1/€med/imea 18 the refractive index outside the scatterer (in the ambient medium),
where r > R, (i = med) and k; = kmed = Nmedkvac (kvac = w/c = 2w/ is the free-space
wave number); n, = /€1, is the refractive index for the region inside the spherical particle
(scatterer), where r < R, (1 = p) and k; = k), = npkyac.

The electromagnetic field can always be expanded using the vector spherical harmonic
basis [42]. There are three cases of these expansions that are of particular interest. They
correspond to the incident wave, {Ej,., H;,.}, the outgoing scattered wave, {Eg.., Hsa} and
the electromagnetic field inside the scatterer, {E,, H,}:

E, = Z[&SQME%? (pi, T) + ﬁﬁL)Nﬁz(pi, f‘)}, a € {inc,sca, p} (2a)
jm
H, = nl/lul Z[ (a)NEm (pl7 ) B ]m(ph )]7 (2b)
im
(o) A\ 1 () _ (@) (m) (=
M, (pi, £) = ik; "V x N, = 2 (Pi)Y (1), (20)
a Ly — @ j(] + 1) « 0 e)/x
N (pis ) = =ik ' V7 > ML = 22— 2% p) Y (8) + D2 () Y5 (), 29)
. med, « € {inc,sca} (@) jj((l)p)’ @ = Inc
i= .2 (pi) =qh;(p), a=sca, (2e)
b, a=p

jj(Pp), a=p

where p = pmed = kmea?, pp = kpr = np, and n = n,/nymeq is the ratio of refractive indexes
also known as the optical contrast; Df(x) = 2~ 0,(zf(x)).
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According to Ref. [10], the spherical harmonics can be conveniently expressed in terms
of the Wigner D—functions [42,43] as follows:

YO () = Ny /V2{D)_(#)ey(t) — DIy (F) en (i)} (3a)
Yﬁ@)zNﬂviuﬂ:mmeA@»+Dﬂ<ﬂe+@», (3b)
Y (#) = N;DJY o(f) eo(F) = Vi (£)E, N = [(2) + 1) /4n]'/?, (3c)

where Y](m , Y(e and Y( ) are electric, magnetic and longitudinal harmonics, respectively;

e (r) = :F(ex( ) £ iey (T ))/\/5 e.(F) = 0 = (cosfcos ¢, cosfsinp, —sinb), e,(t) = ¢ =
(— sin ¢, cos ¢, 0) are the unit vectors tangential to the sphere; ¢ () is the azimuthal (polar) angle
of the unit vector r = r/r = (sinf cos ¢, sinfsin ¢, cos ) = ey(r) = e,(r); f(r) = f(p,0).
(Hats will denote unit vectors and an asterisk will indicate complex conjugation).

Note that, for the irreducible representation of the rotation group with the angular number
j, the D-functions, D/ («a,[3,7) = exp(— zmoz)dgw(ﬁ) exp(—iuy), give the elements of the
rotation matrix parametrized by the three Euler angles [42,43]: «, [ and ~. In formulas (3) and
throughout this paper, we assume that v = 0 and D/ (t) = D/ (¢,6,0). These D-functions
meet the following orthogonality relations [42,43]

47

i (D7 (3
(D4 8) D () = 325 D D @

2w g

where ( f); = / do / sindé f(r). The orthogonality condition (4) and Egs. (3) show that a

set of vector spherlcal harmonics is orthonormal:

(Y (#) - YD ()5 = g 0y G ©)

jm

It can be shown [38] that the vector spherical harmonics (3) can also be recast into the
well-known standard form [44]:

Y (8) = nLY,, = —it x Y, (6)
YO ) = njr VY, = —it x Y, 0y =[G+ 1)), (7)

where 0, stands for a derivative with respect to = and Y}, (1) = Yj,,(¢,6) is the normalized
spherical function; L is the operator of angular momentum given by:

iIL=1XxV =¢@ady— 9 [sinf]10,. 8)

The vector wave functions, MS’;) and Nﬁz, are the solenoidal solutions of the vector
Helmholtz equation that can be derived (a discussion of the procedure can be found, e.g., in
Ref. [45]) from solutions of the scalar Helmholtz equation, (V? + k?)y(r) = 0, taken in the
form:

O — 2 k)Y j(®), my =[G+ 1))V, ©)

where zj(.a)(x) is either a spherical Bessel function, j;(z) = [r/(2%)]/%J;11/2(x), or a spherical

Hankel function [46], hgm)(l’) = [W/(Qx)]l/QH](}rf/)z( )-
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In the far field region (p > 1), the asymptotic behavior of the spherical Bessel and
Hankel functions is known [46]:

705D (p), # DIy (p) ~ explip) /p. (10)
(=i 15 (p). (=i D (p) ~ exp(~ip) /p. (1
7 55(p), 7 Djj(p) ~ [exp(ip) — (=1)7 exp(—ip)] /(2p). 12)

So, the spherical Hankel functions of the first kind, h§1)(p), describe the outgoing waves,

whereas those of the second kind, hgz) (p), represent the incoming waves.
Thus, outside the scatterer, the optical field is the sum of the incident wave field with
(inc)

2,7 (p) = j;(p) and the scattered waves with z(sca (p) = h§-1)(,0), as required by the Sommerfeld

radiation condition. The incident field is the field that would exist without a scatterer and
therefore includes both incoming and outgoing parts (see Eq. (12)) because, without scattering,
what comes in must go outwards again. As opposed to the spherical Hankel functions that are
singular at the origin, the incident wave field should be finite everywhere, and thus, is described

by the regular Bessel functions j;(p).
Now the incident wave is characterized by amplitudes o', 89 and the scattered

Jgm_ > Fjm
(sca) (sca)
m Bjm

As long as the scattering
(HC)

outgoing waves are similarly characterlzed by amphtudes @
problem is linear, the coefficients a * and ﬂ ) can be written as linear combinations of ;
and 5 inc),

(sca) 11 (inc) 12 (inc)
am’ =2 [TJme gm Lo jome ﬁ}/m/] )
(sca) 21 (m ) (inc)
8o = 57 [T o) + T2 e 8] 13

These formulas define the elements of the 7-matrix in the most general case.

In general, the scattering process mixes angular momenta [6]. The light scattering from
uniformly anisotropic scatterers [10,11,47,48] provides an example of such a scattering process.
By contrast, in simpler scattering processes, such angular momentum mixing does not take place.
For example, radial anisotropy maintains the spherical symmetry of the scatterer [8,10,13]. The
T—matrix of a spherically symmetric scatterer is diagonal over the angular momenta and the

nn’ o nn’
azimuthal numbers: 172/ = ;5 0mm/ T}

In order to calculate the elements of 7-matrix and the coefficients a ) and ﬁ
need to use the continuity for the tangential components of the electric and magnetlc ﬁelds as

boundary conditions at r = R, (p = medRp = z). Thus, the coefficients of the expansion
for the wave field inside the scatterer, a( and O‘ﬂr)v are expressed in terms of the coefficients
describing the incident light as follows:

) a(lnc)

ot = = med 14

= Ty (O (n2) — T @) el e (4
(inc)

3P) — Bim - 15

o = ) — Gy 19
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where © = kieaRp, u;(z) = zj;(z) and v;(z) = mhg-l)(a:). A similar result relates the scattered
and incident waves:

. n~ ' (x)u;(nx) — wi(x)u.(nx)
agi(;a) :T'jllayn@ = — ]( ) f( ) Mil /j( ) j( )O-/S;LC), (16)
BTy () () — o () ()
—1 / -1,/
sca iney M ug(z)uj(ne) — n7 i (2)u(ne) g
5§m) T226( ) J J J J ﬁ](m ’ (17)

n—lv](x)u; (nx) — p= i (r)u;(n)

defining the 7T-matrix for the simplest case of a spherically symmetric scatterer. In addition,

since the parity of electric and magnetic harmonics with respect to the spatial inversion r — —r
({¢,0} — {¢+ m,m — 0}) is different:

(m)(_ay _ iy (1) (4 (&) _ay _ +1y(e) (o
Y (=8) = (1YY (), Yo (=f) = (1) 7Y (E), (18)
where f(r) = f(¢,0) and f(—r) = f(¢ + m,m — ), they do not mix provided the mirror
symmetry has not been broken. In this case the 7-matrix is diagonal and ij = Tj21 = (0. The

diagonal elements T11 = a; and Tj22 = b; are also called the Mie coefficients.

3. Far-field matching

The formulas (14)—(17) are useful only if the expansion for the incident light beam is
known. First we briefly review the most studied and fundamentally important case where the
incident light is represented by a plane wave.

The electric field of a transverse plane wave propagating along the direction specified
by a unit vector Kipe is:

Einc - E(inc) eXp(i kmc I' E(IHC) Z E inc) el/ 1nc ) kinc - kjf{inc . (19)
v==+1
where the basis vectors eﬂ(fqnc) are perpendicular to lAan. Then, the vector version of the

well-known Rayleigh expansion (see, for example, [2,10,38]) immediately gives the expansion
coefficients for the plane wave:

(inc) —’lOé Z D 1nc (1nc)7 1nC) = —aq; Z D 1nc 1nc)’ (20)
v==+1 v=%+1
where a; = /T [2m (25 + 1)]/2,
Now, we consider a more general, case where an incident electromagnetic wave is
written as a superposition of propagating plane waves:

Einc(r) = Einc(pa f) = <eXP(ZPf< : f) Einc(f{»f{; 1nc Z E 7 (213')
v==+1
Hie(r) = Hipel(p, ) = % (exp(ipk - £) [k x Ee(K)])g (21b)

2 g
where ( f ) = /dgbk/sin 0,d0y f.

Our first step is to examine asymptotic behavior of the wave field (21) in the far-field
region, p > 1. The results can be easily obtained by using the asymptotic formula for a plane
wave (see, e.g., [4])

—2mi [exp(ip)d(k — ) — exp(—ip)d(k + )] at p>> 1, (22)

exp(ipk - 1) ~
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where ¢ (1A< F r) is the solid angle Dirac d-function symbolically defined through the expansion:

00 l
i)=Y V() Y (k). (23)

=0 m=-1

Applying relation (22) to the plane wave superposition (21a) gives the electric field of the
incident wave in the far-field region:

~ 1 . inc) / ~
Einc(p, ) ~ ESY (p, 1) = p[exp@p)Eém)( ) + exp(—ip) B (#)], (24)
EM) () = —EL (—1), (25)

where E(r) is the far-field angular distribution for the outgoing part of the electric field of
the incident wave:

By (1) = —2mi Bine () = E™" () e (1) + B (£) e (0), (26)
whereas the incoming part of the incident wave is described by the far-field angular distribution

(inc) /A
Ein (I')
The result for the far-field distribution of the magnetic field (21b) can be written in the
similar form:

~ 1 . inc . inc) / ~
Hinc(p, 7) ~ H (p, 1) = E[exp@p)Hém)( £) + exp(—ip)H™ (#)], 27)
H™ () = —HD (—p), (28)
p/nHE) (1) =& x EXO(),  p/nHI(E) =t x BED (—1). (29)

Formulas (24)-(29) explicitly show that, in the far-field region, the incident wave field is defined

by the angular distribution of the outgoing wave (26).
Alternatively, the far-field distribution of an incident light beam, Egut)( ), can be found

from the expansion over the vector spherical harmonics (2a). The far-field asymptotics for the
vector wave functions that enter the expansion for the incident wave (2):

iy

M (p, £) ~ = [exp(ip) Yj, () — exp(—ip) Y} (1), (30)
NG9 (), ) % [exp(ip) Y o) () — exp(~ip) Yo (~1)] (1)

can be derived from Egs. (2¢)-(2d) with the help of the far-field relation (12). Substituting
Egs. (30) and (31) into expansion (2a) gives the far-field distribution of the form (24) with:

B0 =23 D7 af YD @)+ i Y ). (2)

The coefficients of the incident wave can now easily be found as the Fourier coefficients of
the far-field angular distribution, E,,, expanded using the vector spherical harmonics basis (3).
The final result reads:

ol = 20T (Y I (1) - EO (1))e =iy Y v(D], (k) E,(k))g, (33a)
v==1
Bl = 248 (Y1 (#) - BSa (0))e = —ay > (D7, (k) B, (K))g. (33b)

v==+1
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A comparison between the expressions on the right hand side of Eq. (33) and those for the plane
wave (20) shows that, in agreement with the representation (21a), the result for plane waves
represents the limiting case where the angular distribution is singular: E, (k) = E0" §(k—kiy.).

By using Eqgs. (6) and (7) formulas (33) can conveniently be rewritten in the explicit
form:

v = on; iUV (7) (L ESe) (7))s =

am jm out

;i / do / Ay, ag(sm 0ES"™) — awéf’““], (34a)

Bline) —2n] (Y (2) (rV - E mc)( e =

jm out

— 2n; i / d¢ / doy;:, 89(sm<9E ) 4 9, E 0‘“] (34b)

which might be useful for computational purposes.
We conclude this section with the remark concerning the effect of translation:

{Eine(r), Hine(r) } — {Eine(r — 1), Hipe(r — r;n>} (35)

on the far-field angular distribution (26). Note that, under the action of transformation (35), the
focal plane is displaced from its initial position by the vector r,. From Egs. (21) and (26), it
follows that, for the far-field distribution (26), translation results in a phase shift:

E(mc)( ) E(mc)(r I'p) _ E(inC) (f') exp[—ik(rp . f‘)] (36)

out out out

3.1. Poynting vector, Maxwell’s stress tensor and optical force

From Egs. (24)-(29), it is not difficult to obtain the far-field expression for the time-

averaged Poynting vector of the incident wave S;,. = ¢/(87) Re(Eij, x H.' ):
Sine(p, ) ~ ST (p, 1) = p2{SG (8) + ST (8)}, (37)
SL () = —Sout (=1),  p/nSL () = ¢/ (8) [ELY ()¢, (38)

where [EZ(#))2 = (E9(#) - [E)(£)]*). From this expression, it immediately follows
that the flux of the Poynting vector for the outgoing wave, SOut (), through a sphere Sy of
sufficiently large radius, Ry, is exactly balanced by the flux of Poynting vector of the incoming
wave, SU™(¢).

For the total optical field, which is a sum of the incident and scattered wavefields, the
electric and magnetic fields in the far-field region can also be separated into incoming and the
outgoing portions as follows:

1

Eiot = Eine + Egea ~ EES?) = ;[eXp@P)Eom(f') + eXp(_Zp)E1n<f.)}7 (39)
o) 1 . . . .

Hi.. = Hie + Hgen ~ Hﬁot) = ;[exp(zp)HOHt(r) + exp(—ip)Hi (T)], (40)

p/nHoy(t) =1 X Equ (), p/nHp(r) = —1 x Ejy (1), (41)

Eou(f) = Bout (1) + B (1), Bun(0) = —Egi’(-1), (42)

out out out
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where, similar to the case of the incident wave (32), the far-field angular distribution of the
scattered wave, E&

out

ES () = (=i ale Y (6) + sl Yo 5)]. (*3)

jm

(r), is determined by the expansion in vector spherical harmonics:

We can now generalize the Poynting vector expression (37) to the case of the total wavefield
given in Egs. (39)-(41):

00 “ C
:u/n Sgot)(pa I') =

G2 B (D)~ B (D) 1, (44)

and use the relations (42) to evaluate the flux of the Poynting vector (44) through the far-field
sphere Sy of the radius ;. The result can be written in the following well-known form:

#(ngﬁ) ’ dS) = R?«Ségﬁ) (kaa f‘) ’ f‘)>f" = —Wabs = Weca — Wess, (45)
Sy

_ o (sca) r~y (2 _ cn (sca) [ (inc) 7aNT *
Wiea = 87_(_—/”{;2<|E0ut (I‘)‘ >f‘7 Wext = _47TIU,I€2 1:{e«]ﬂout (I‘) ’ {Eout (I‘)] ))f‘7 (46)

where Wi, is the energy scattering rate (the rate at which the scattered energy crosses the
sphere in an outward direction), Wy, is the energy absorption rate and Wy = Wi + Wans
is the extinction rate. When the scatterer and the surrounding medium are both non-absorbing,
the energy absorption rate vanishes, Wy,s = 0, and Eq. (45) yields unitarity relations for the
T-matrix [4]. In our spherically symmetric case, these are: 277" + 1| = [277% + 1| = 1.

The far-field angular distributions, EC(#) and E"(£), also determine the time-

out out
averaged optical force, F, acting upon the particle. This force can be expressed in terms of the

time-average of Maxwell’s stress tensor T';:
1
Tu = Re{E @ E" + pH @ H' — Ty(c[E[” + u[H[*)/2}, (47)

where I3 is the 3 x 3 identity matrix, as follows:

P = dperiy - as) (48)

Sy

where TEVOIO) is the Maxwell stress tensor (47) in the far-field region. Substituting Egs. (39)—(41)
into the stress tensor (47) gives the following expression for the dot product:

o0 A € A A A
(T4 1) = — g { B D +[B®) 7 49)

that enter the integrand on the right-hand side of Eq. (48). The final result for the optical force
reads:

€
Smrk?

F(r,) = { GBS (1) e + 2 Re(BGY (£1,) - [EG (B,1,)] e o (50)

where we have indicated that the net force exerted on the particle depends on the displacement
vector r, describing position of the scatterer with respect to the focal plane.



358 A. D. Kiselev, D. O. Plutenko

3.2. Remodelled Laguerre-Gaussian beams

In the paraxial approximation, the beams are described in terms of scalar fields of the
form: u(r)exp(ikz), where u(r) is a solution of the paraxial Helmholtz equation:

(V3 +2ikd.Ju=0, VI =02+0.. (51)

For LG beams, the solution can be conveniently written in the cylindrical coordinate system,
(ri,¢,z), as follows

Un (1156, 2) = |07 o (V27 1 /w) exp{—1} /(w§o) + im — ivm}, (52a)
o=o0(z)=1+1iz/zg, w=w(z)=wlol, (52b)
Yo = Yam(2) = (20 +m + 1) arctan(z/2g),  Ypm(z) = 2™ L™ (2?), (52¢)

where L' is the generalized Laguerre polynomial given by [49]:
Ly(x) = (n)~'a™" exp(x) 9y 2" exp(—a)], (53)

where n (m) is the radial (azimuthal) mode number; w, is the initial transverse Gaussian
half-width (the beam diameter at waist) 2z = kwj/2 = [2kf?]™' is the Rayleigh range and
f = [kwo] ! is the focusing parameter.

The problem studied in Refs. [27,29,30] deals with the exact propagation of the optical
field in the half-space, z > 0, when its transverse components at the initial (source) plane,
z = 0, are known. In Ref. [29], the results describing asymptotic behavior of the linearly
polarized field:

E(ri,¢,0) = Upm(rL, ¢,0) X = thnm(V2r L Jwp) exp{ 12 /w2 + im@} X, (54)

were derived using the angular spectrum representation (Debye integrals) and comply with
both results of rigorous mathematical analysis performed in Ref. [50] and those obtained using
the vectorial Rayleigh-Sommerfeld integrals [27,30]. The resulting expression for the far-field
angular distribution can be written in the following form:

Equ” (9.60) = Eun(f ™" sin0/v/2) exp(imé)eou, (552)
€out = COS P €9(T) — cos b sin ¢ e,(T) = cosfx — sinf cos ¢ z, (55b)
™ m

We can now combine relations (26) and (21) with the outgoing part of the far-field
distribution (55a) to deduce the expression for the electric field of the remodelled LG beam:

El(rI:cG) (pJ_7 ¢a pz) = Ea(cLG) (pJ_7 ¢7 pZ) X + EgLG) (va ¢7 pz) z=

~

1 . .

5= {exD [i(p. sin B, cos(6 — dx) + - cos 61)] B ()., (56)
where p, = kr, and p, = kz.
3.3. Laser beam symmetries

In Sec. 3.1, we have shown that the scattering characteristics such as the cross-sections
and the radiation force can be expressed in terms of the far-field angular distributions that can
be regarded as vector fields on a sphere. Under the action of the orthogonal transformation M:
r — ' = Mr, such fields transform as follows:

Eou(t) — E/

out

= ME,(M™'t). (57)
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From Egs. (21a) and (50), we derive the following relations:
Eine(r) = E}\. = MEj,o (M7 'r), F[Eou — F[E!

inc out] = MF[EOUt]v (58)
which define transformations of the incident wave and the optical force.
The symmetry transformation M, for the far-field angular distribution of the incident

wave may generally be defined through the symmetry relation:

MEWU) (M%) = UE™) (3), (59)

out out

where Uy is the matrix of a unitary transformation. At |r,| # 0, we can use Eq. (36) combined
with the orthogonality relation: (f-r,) = (M 't- M, 'r,) to recast the symmetry condition (59)

in the form:
UEY) (3 r,) = MJE®) (M '8, M 'r,). (60)

out out

As a direct consequence of the generalized symmetry relation (60) for the optical force, we
have:

F(r,) = MSF(M;Irp)v K(r,) = MSK(Mglrp)Mgl, (61)
where the elements of the stiffness (force) matrix K(r,) are given by:
Kij(rp) = 0; Fi(rp). (62)

At equilibria, the force vanishes (F(r.,) = 0) and the stiffness matrix, K., = K(rey), is known
to govern the regime of linearized particle dynamics [51].

For the LG beams with the angular distribution (55a), it can easily be verified if the
direction of propagation (the z axis) is the axis of twofold rotational symmetry C5 with C5 :
¢ +— ¢+ mand Cy = diag(—1, —1,1). From Eq. (55a), we have:

CQE(LG)(CQf') _ CQE(()I;?)(gb +7,6) = (_1)m+1E(LG) (). (63)

out out

When r, || z and Cory = rgy, equation (61) for the twofold symmetry implies that the
optical force is directed along the symmetry axis, F || z, and the stiffness matrix is of the form:

Kyp Koy O
K=|K, K, 0 |. (64)
0 0 K.

Since CQY§i;m)(C2f) = (-1™ ](;m) (), for Cy symmetric LG beams, the azimuthal numbers
of nonvanishing beam shape coefficients are of the same parity (all m are either odd or even).

4. Near-field nanostructures

In this section, we present the results of numerical computations for the light scattering
problem for the case where the incident wave is represented by the remodelled LG beams (56)
with the vanishing radial mode number n = 0 and the nonzero azimuthal number, m = myg >
0. Such beams are also known as purely azimuthal LG beams [52].

In agreement with our symmetry analysis, substituting the far-field distribution (55) into
Eq. (34) gives the beam shape coefficients of these beams in the following form:

) — ) et + ) et (652)

B = B G mpatt + B e Oyt (65b)

Then, the coefficients of expansions (2) describing scattered wave and electromagnetic field
inside the scatterer can be evaluated from formulas (14)—(17).

«
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F1G. 1. Near-field intensity distributions of the total wavefield in (a) the x — z
plane and (b) the y — 2z plane for the LG beam with mpg = 0, f = 0.05 and
lr,| = 0. The parameters are: R, = 1.5\ is the scatterer radius and n, = 1.3
(nmea = 1.0) 1s the refractive index inside (outside) the particle.

4.1. Photonic nanojets

For spherical particles illuminated by plane waves, the formation of photonic nanojets
and their structure was previously discussed in Refs. [53-55]. Plane waves can be regarded as
Gaussian beams with n = mpg = 0 and sufficiently small focusing parameter, f < 1, which is
defined after Eq. (53) through the ratio of wavelength, ), and the beam diameter at waist, wy,
f = (27) "' A\/wy. This limiting case is illustrated in Fig. 1 which shows the near-field intensity
distributions for the total light wavefield in both the x — z and the y — z planes computed at
miLe = 0 and f = 0.05 for the spherical particle of the radius R, = 1.5\ with the refractive
index n, = 1.33 (water) located in air (n,, = 1).

It can be seen that the distributions are characterized by the presence of elongated
focusing zones formed near the shadow surface of the scatterer. The transverse sizes of these
zones are smaller than the wavelength of incident light, whereas their longitudinal size in the
direction of incidence, which is along the 2 axis from top to bottom, is relatively large. Such
a jetlike light structure is typical for the photonic nanojets. The characteristic length and width
of nanojets along with the peak intensity are known to strongly depend on a number of factors,
such as the scatterer size I?,, the particle absorption coefficient and the optical contrast ratio
n,/nm. For microspheres, the results of a comprehensive numerical analysis including the case
of shell particles are summarized in a recent paper [55].

The effects of non-plane incident waves, such as laser beams on the structure of photonic
nanojets, are much less studied. Some theoretical results for tightly focused Gaussian beams are
reported in Ref. [56] and the case of Bessel-Gauss beams was studied experimentally in [57].

For the LG beams, we begin with the effects of the azimuthal mode number and describe
what happens to the near-field structure shown in Fig. 1 when the azimuthal number takes the
smallest nonzero value, myc = 1. The latter represents the simplest case of an optical vortex
beam in which, owing to the presence of phase singularity, the intensity of incident light at the
beam axis (the z axis) vanishes (see Fig. 2(a)). From Fig. 2, it can be seen that, even though
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F1G. 2. Near-field intensity distribution in the x — z plane of (a) the incident
wave beam and (b) the total wavefield for the LG beam with m;,qc =1, f = 0.1
and |r,| = 0. Other parameters are described in the caption of Fig. 1.

F1G. 3. Near-field intensity distribution in the z— z plane of (a) the incident wave
beam and (b) the total wave field for the LG beam with my ¢ = 2, f = 0.08 and
Ty = 0.

the bulk part of the scatterer is in the low intensity region surrounding the optical vortex, the
scattering process is efficient enough to produce scattered waves that result in the formation
of a pronounced jetlike photonic flux, emerging from the surface of the particle’s shadow (see
Fig. 2(b)).

A comparison between Fig. 2(b) and Fig. 1(a) shows that the three-peak structure of
the photonic jet formed with Mie scattering of the optical vortex LG beam with mpg = 1
significantly differs from the well-known shape of the nanojet at mpg = 0. Interestingly,
similar to the case of Gaussian beams with mps = 0, the focusing zones at myg = 1 involve
the beam axis where one of the light intensity peaks is located.

From Fig. 2, it can be seen that, even though the bulk part of the scatterer is in the
low intensity region surrounding the optical vortex, the scattering process is efficient enough
to produce scattered waves that result in the formation of a pronounced jetlike photonic flux
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emerging from the surface of the particle’s shadow (see Fig. 2(b)). Figure 3 demonstrates that,
for the weakly focused LG beam with f = 0.08, this effect can be even more pronounced at
mrLg = 2.

F1G. 4. Near-field intensity distribution in the x—z plane of (a) the incident wave
beam and (b) the total wave field for the LG beam with my ¢ = 2, f = 0.25 and
r, = (0,0,3M\).

The results for tightly focused LG beams with myq = 2 and f = 0.25 are shown in
Fig. 4. When the displacement vector, r,, defined in Eqgs. (35) vanishes, the focal (waist) plane
of the incident LG beam is z = 0 and the bulk part of the four-peak structure of the focusing
zones is localized inside of the particles. For r, = (0,0, 3)), the focal plane, z = 3), is located
behind the particle (see Fig. 4(a)). From Fig. 4(b), it is seen that four peaks of light intensity
now develop in the immediate vicinity of the scatterer surface.

F1G. 5. Near-field intensity distribution in the x — 2z plane of (a) the incident
wave beam and (b) the total wave field for the LG beam with myg =2, f = 0.2
and r, = (0,0, A). The small scatterer (R, = 0.5)) is made of the negative index
(left-handed) metamaterial with €, = p, = —1.

What all the wavefields depicted in Figs. 2(b)-4(b) have in common is that, in contrast
to the incident optical vortex beams with myc = 1 and myq = 2, the light intensity at the
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incident beam axis (the z axis) clearly differs from zero. In other words, in the near-field
region, the optical vortex with 0 < |mpg| < 2 has been destroyed by Mie scattering. As it will
be explained in the subsequent section this is no longer the case at mpg > 3.

In the conclusion of this section, we briefly discuss the structure of the nanojets for
scatterers made of the negative index (left-handed or double negative) metamaterial (such ma-
terials are reviewed in a number of books and papers [58-61]). This is case where Ree¢, and
Re p, are both negative. For the limiting case of a nonabsorbing Veselago medium [62] with
€p = [p = —1, Fig. 5 shows a rather unusual nanojet structure formed in the illuminated part of
the small particle as opposed to the structures shown in Figs. 1-4. An important point is that,
in real metamaterials, the effects of absorption cannot be neglected. In particular, these effects
may prevent formation of jetlike structures near metallic particles and this is why, to the best
of our knowledge, the current literature on photonic nanojets has been focused exclusively on
the case of dielectric scattering. Figure 6 demonstrates that a jetlike structure may form near
the shadow surface of a metallic particle illuminated by a vortex laser beam (the LG beam with
myg = 1). A comprehensive study of absorption effects in metallic and metamaterial scatterers
is well beyond the scope of this paper and the corresponding results will be published elsewhere.

F1G. 6. Near-field intensity distribution in the x — 2z plane of (a) the incident
wave beam and (b) the total wave field for the LG beam with myg =1, f = 0.2
and r, = (0,0,\). The metallic scatterer (R, = 0.5)) is made of gold with
€p ~ —22 + 1.87 (A =~ 800 nm).

4.2. Optical vortices

In this section, we consider optical vortices and their near-field structure. The optical
vortices are known to represent phase singularities of complex-valued scalar waves which are
zeros of the wavefield i) = || exp(ix) where its phase y is undefined. A phase singularity is
characterized by the topological vortex charge my, defined as the closed loop contour integral
of the wave phase x modulo 27:

my = — y§dx, (66)
2
L

where L is the closed path around the singularity.
Optical vortices associated with the individual components of electric field will be of
our primary concern. More specifically, we shall examine the optical vortex structure of the
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components ., and E, in the planes z = z, parallel to the x — y plane. Since, in such planes,
circles naturally play the role of closed loops, the starting point of our analysis is the electric
field vector, expressed as a function of the azimuthal angle ¢ in the following form:

2
E =) E,expli(mic + p)¢], (67)
pn=—2
Ei | xFiy, Eu |2z Eolz (68)

This formula gives the ¢ dependence of electric field expansion (2a), in which the coefficients
are of the form given by Eq. (65). An immediate consequence of Eq. (67) is that E, can be
different from zero on the z axis, E, (0,0, 2) # 0, only if myc + p = 0.

From Eq. (68), at |mpg| = 1, the electric field non-vanishing at the beam axis is
linearly polarized along the z axis, whereas it is circular polarized at |myg| = 2. The intensity
distributions shown in Figs 1—- 4 clearly indicate that the z axis is not entirely in the dark region
provided that 0 < mpqg < 3.

At |myg| > 3 and || < 2, a sum myg + p cannot be equal to zero and the beam axis is
always a nodal line for the components of electric field. For two-dimensional (2D) electric field
distributions in planes normal to the z axis, it implies that there is an optical vortex located at
the origin.

F1G. 7. Near-field phase maps of the electric field components F, (a,b,c) and F,
(d,e.f) in the planes z = 0 (a,b,d,e) and z = R, = 1.5\ (c,f) for the LG beam with
mpc = 1 and f = 0.1. (a) [(d)] Phase map of the electric field component E:ELG)
[EgLG)] of the incident wave beam in the x — y plane (z = 0). (b,c) [(e,f)] Phase
maps for the electric field component E, [F,] of the total light wavefield in the
planes z = 0 and 2z = R, respectively.
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Now we return to the optical vortex structure for the components £, and F,. The ¢
dependence of E, can be written in the following form:

exp|—impg ¢|E, = exp|—impg ¢ + ix.]|E.| = +1) explid] + EY) exp[ ip| =

expliv] {| B expli(o + ) + | B |exp[ i+ v}, (69)

where EV) = (Ey; - 2), 20 = arg(EY)) + arg(EY)) and y. is the phase of E..
+1 + +1

The complex plane formula (69) describes an ellipse parametrized by the azimuthal
angle ¢. It is centered at the 0r1g1n with the major (minor) semiaxis of the length E(z)(R)

(|E, (R)|), where Ei)( R) = |E+1( = |E_Z1)( R)| R is the radius of circle C'g in the plane of
observation, z = zy. Then the closed loop contour integral of the wave phase ., is:

mo= o gfdxz — i+ pa(R), (70a)
Cr
p=(R) = sign(EY)(R)) = sign(|EY) (R)| - |ES)(R))). (70b)

FIG. 8. Near-field intensity maps of the electric field components |E,|* (a,b,c)
and |E.|* (d,e,f) in the planes z = 0 (a,b,d,e) and z = R, = 1.5\ (c,f) for the
LG beam with mpg = 1 and f = 0.1. (a) [(d)] Intensity distribution for the x
[2] component, |E(:Y 2 [|EXED) 2], of the incident wave beam in the x — y plane
(z = 0). (b,c) [(e,f)] Intensity distributions for the x [2] component of electric
field of the total light wavefield in the planes z = 0 and z = R, respectively.

From Eq. (70), the net topological charge of vortices encircled by Cr can be either
myg + 1 or mpg — 1. At \Efl)(R)] = \E(_Zl)(R)L - (R) is undefined. This is the special case

when |E,| = 0 at cos(¢ + S )) = 0 and the circle contains a pair of symmetrically located
vortices. Each of these vortices carries a charge of the magnitude equal to unity. Generally,
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the vortices are of the same sign, which is determined by the change of u,(R) as the radius R
passes a critical value. When p.(R) changes from +1 (—1) to —1 (+1) two vortices of the
charge —1 (+1) intersect the boundary and move into the interior part of the circle.

The case of the x component of the electric field, £, can be analyzed along similar
lines. From Eq. (67), we deduce the ¢ dependence of E, in the form:

exp[—imua ¢ + ixa)| B — ESY = EY) exp[2i¢] + EY) exp[—2i¢] =
expliv?] { B expli(26 + w)] + || expl=i(20 + v)] } (71)

where EfQ{O = (Ei2,0°X), 2 = arg(E(x)) +arg(E) and Y, is the phase of E,. The center
of the ellipse described by Eq. (71) is generally displaced from the origin and is determined
by E”. The length of its major (minor) semiaxis is Ef)(R) (IE“(R)|), where E{”(R) =
B (R)] + |ES(R).

The closed loop contour integral of the wave phase y, is:

1

me =5 yﬁdxm — g+ 1a(R),  pa(R) € {=2,0,2). (72)

Cr
When the origin is enclosed by the ellipse (71), similar to Eq. (70b), we have the
relation:

1. (R) = 2sign(E™(R)) = 2sign(|E) (R)| — |[EY(R))). (73)

In the opposite case, when the origin is outside the area encircled by the ellipse, . (R) is zero.
The latter is the case for the near-field phase maps shown in Figs. 7(a)—(c) that represent the
2D distributions of y, in the x — y plane for the LG beam with mps = 1 (see Fig. 2).

As is evident from Figs. 7(a)—(c) (see also the intensity maps in Figs. 8(a)—(c)), in these
distributions, the only vortex is positioned at the center and possesses the charge m, = myg =
+1. As opposed to the case with myc = 2 discussed in Ref. [38], at my ¢ = 1, the central
vortex of the x component, F,, is structurally stable and cannot be destroyed.

The near-field phase maps for y, are presented in Figs. 7(d)—(f). Figure 7(d) shows the
2D map for the incident optical vortex LG beam with mg = 1 in the focal plane z = 0. The
corresponding intensity map is depicted in Fig. 8(d). It is seen that there are no vortices at the
center, so that, at sufficiently small R, m, = 0 and p, = —1. In addition, there is a pair of the
symmetrically-arranged vortices of the charge +1 inside the particle. So, when the radius R is
large enough for the circle to enclose the vortices, the total charge is m, = myg + 1 = 2 and
W, = 1.

For the total wavefield at z = 0, the phase and intensity maps are given in Fig. 7(e)
and Fig. 8(e), respectively. It can be seen that the vortex pattern is complicated by interference
between the incident and the scattered waves. Referring to Fig. 7(e), there are two additional
pairs of vortices whose charges are opposite in sign. The negatively charged vortices (the charge
is —1) are located inside the particle, whereas the positively charged ones (the charge is +1) are
formed on the surface of the particle. A similar structure is discernible from Figs. 7(f) and &(f),
representing the results for the plane tangent to the particle surface z = R,,.

5. Conclusions

In this paper, we have used a T—matrix approach in the form described in Refs. [10,38] to
study the light scattering problem for optically isotropic spherical scatterers illuminated with LG
beams that represent optical vortex laser beams. Our approach uses the remodelling procedure
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in which the far-field matching method is combined with the results for nonparaxial propagation
of LG beams. Scattering of such beams is thus described in terms of the far-field angular

distributions, E(" and E, that determine the outgoing parts of the incident and scattered

waves. The far-field distributions play a central role in the method giving, in particular, the
differential cross-sections and the optical (radiation) force acting upon the Mie scatterer.

The analytical results are employed to perform numerical analysis of the optical field in
the near-field region. In order to examine the effects of incident beam spatial structure on the
light wavefield near the scatterer, we have computed a number of the 2D near-field intensity
and phase distributions for purely azimuthal LG beams. In this case, a LG beam possesses
the vanishing radial mode number and carries the optical vortex with the topological charge
characterized by the azimuthal number my,q.

The 2D near-field intensity distributions computed for the plane-wave limiting case in
which the incident wave is a Gaussian beam (mpg = 0) with small focusing parameter f
27 f = A/wg < 1) reveal the well-known structure of photonic nanojets (see Fig. 1). Figures 2—
4 represent the results for the LG beams with 1 < myg < 2 and show that the morphology of
photonic jets formed at mpg # 0 significantly differs from the well-known shape of nanojet at
mrc = 0. The effect that a jetlike photonic flux emerging from the particle shadow surface can
be formed even if the bulk part of the scatterer is in the low intensity region is illlustrated in
Figs. 2(b)-3(b)). In contrast, as can be seen from Fig. 5, the jetlike flux near negative index
metamaterial Mie scatterers may emerge from the illuminated part of the particle surface.

The form of the beam shape coefficients (65) is dictated by the twofold rotational
symmetry of the LG beam (see Sec. 3.3) and underlies general formula (67) giving the electric
field vector expressed as a function of the azimuthal angle ¢. The latter is at the heart of our
analysis of optical vortices associated with the electric field components.

An important consequence of Eq. (67) is that, at sufficiently large azimuthal numbers,
Impg| > 3, light scattering of LG beams takes place without destroying the optical vortex
located on the beam axis. By contrast, at |mpg| < 3, the intensity of scattered wavefield does
not vanish on the beam axis so that, in the near-field region, light scattering has a destructive
effect on the optical vortex (see Figs. 2-4).

Using analytical expressions (69) and (71), we have described the geometry of optical
vortices for the components £, and F, in the planes z = 2, normal to the beam axis (the
z axis). It was found that, except for the central vortex, the topological charge of off-center
vortices generally equals unity in magnitude. They are organized into pairs of symmetrically-
arranged and equally-charged vortices. These pairs lie on concentric circles and their vortex
charge alternate in sign with the circle radius (see, e.g., Fig. 7(f)).

The phase maps of F, shown in Figs. 7(a)-(e) (the corresponding square amplitude
distributions are presented in Figs. 8(a)-(e)) are computed for the LG beam with mpg = 1. The
central vortex having azimuthal number my = 1 was found to be the only vortex for both
the incident beam and the total wavefield. Formula (69) implies that the z axis is a nodal line
for the x component of the electric field, £, and the central vortex is structurally stable at
myc = 1. When my¢ = 2, a similar result applies to the z component [38].

In the phase maps for £, depicted in Fig. 7(d)-(f), there are no vortices at the origin. For
the incident wave, there is a pair of equally charged vortices (see Fig. 7(d)). As is seen from
Figs. 7(e)-(f), interference between the incident and the scattered waves produces additional
pairs of symmetrically arranged vortices.



368 A. D. Kiselev, D. O. Plutenko

Acknowledgments

A.D.K. acknowledges partial financial support from the Government of the Russian
Federation (Grant No. 074-U01), from the Ministry of Education and Science of the Russian
Federation (Grant No. GOSZADANIE 2014/190, Project No. 14.Z250.31.0031, and ZADANIE
Grant No. 1.754.2014/K), through a grant from the Russian Foundation for Basic Research, and
through a grant from the President of Russia (Grant No. MK-2736.2015.2).

References

[1] Mie G. Beitrage zur Optik triiber Medien, speziell kolloidaler Metallosungen. Ann. Phys., Leipzig, 1908, 25,
P. 377-445.
[2] Newton R. G. Scattering Theory of Waves and Particles. 2 edition. Heidelberg, Springer, 1982, 745 p.
[3] Tsang L., Kong J. A., Ding K.-H. Scattering of Electromagnetic Waves. Theories and Applications. NY :
Wiley—Interscience Pub, 2000. Vol. 1 of Wiley Series in Remote Sensing. 426 p.
[4] Mishchenko M. 1., Travis L. D., Lacis A. A. Scattering, Absorption and Emission of Light by Small Particles.
NY : Cambridge University Press, 2004, 448 p.
[5] Gouesbet G., Gréhan G. Generalized Lorenz—Mie theories. Berlin, Springer, 2011, 310 p.
[6] Mishchenko M. 1., Travis L. D., Mackowski D. W. T-matrix computations of light scattering by nonspherical
particles: a review. J. of Quant. Spectr., & Radiat. Transf., 1996, 55, P. 535-575.
[7] Light Scattering by Nonspherical Particles: Theory, Measurements and Applications / Ed. by
M. 1. Mishchenko, J. W. Hovenier, L. D. Travis. New York, Academic Press, 2000.
[8] Roth J., Digman M. J. Scattering and extinction cross sections for a spherical particle coated with an oriented
molecular layer. J. Opt. Soc. Am., 1973, 63, P. 308-311.
[9] Kiselev A. D., Reshetnyak V. Y., Sluckin T. J. Influence of the optical axis distribution in the anisotropic
layer surrounding a spherical particle on the scattering of light. Opt. Spectrosc., 2000, 89(6), P. 907-913.
[10] Kiselev A. D., Reshetnyak V. Y., Sluckin T. J. Light scattering by optically anisotropic scatterers: 7-matrix
theory for radial and uniform anisotropies. Phys. Rev. E, 2002, 65(5), P. 056609.
[11] Geng Y.-L., Wu X.-B., Li L.-W., Guan B.-R. Mie scattering by a uniaxial anisotropic sphere. Phys. Rev. E,
2004, 70, P. 0566009.
[12] Novitsky A., Barkovsky L. Matrix approach for light scattering from a multilayered rotationally symmetric
bianisotropic sphere. Phys. Rev. A, 2008, 77, P. 033849.
[13] Chengwei Qiu, Lei Gao, John D. Joannopoulos, Marin Soljaci¢. Light scattering from anisotropic particles:
propagation, localization and nonlinearity. Laser & Photon. Rev., 2010, 4(2), P. 268-282.
[14] Grehan G., Maheu B., Gouesbet G. Scattering of laser beams by Mie scatter centers: numerical results using
a localized approximation. Appl. Opt., 1986, 25(19), P. 3539-3548.
[15] Gouesbet G., Maheu B., Gréhan G. Light scattering from a sphere arbitrarily located in a Gaussian beam,
using a Bromwich formulation. J. Opt. Soc. Am. A, 1988, 5(9), P. 1427-1443.
[16] Barton J. P., Alexander D. R., Schaub S. A. Internal and near-surface electromagnetic fields for a spherical
particle irradiated by a focused laser beam. J. Appl. Phys., 1988, 64(4), P. 1632-1639.
[17] Barton J. P., Alexander D. R., Schaub S. A. Theoretical determination of net radiation force and torque for a
spherical particle illuminated by a focused laser beam. J. Appl. Phys., 1989, 66(10), P. 4594-4602.
[18] Schaub S. A., Alexander D. R., Barton J. P. Glare spot image calculations for a spherical particle illuminated
by a tightly focused beam. J. Opt. Soc. Am. A, 1992, 9(2), P. 316-330.
[19] Lock J. A., Gouesbet G. Generalized Lorenz-Mie theory and applications. J. of Quant. Spectr. & Radiat.
Transf., 2009, 110, P. 800-807.
[20] Gouesbet G., Lock J. A., Gréhan G. Generalized Lorenz—Mie theories and description of electromagnetic
arbitrary shaped beams: Localized approximations and localized beam models, a review. J. of Quant. Spectr.
& Radiat. Transf., 2011, 112, P. 1-27.
[21] Lax M., Louisell W. H., McKnight W. B. From Maxwell to paraxial wave optics. Phys. Rev. 4, 1975, 11(4),
P. 1365-1370.
[22] Davis L. W. Theory of electromagnetic waves. Phys. Rev. A, 1979, 19, P. 1177-1179.
[23] Nieminen T. A., Rubinsztein-Dunlop H., Heckenberg N. R. Multipole expansion of strongly focussed laser
beams. J. of Quant. Spectr. & Radiat. Transf., 2003, 79-80, P. 1005-1017.
[24] Bareil P. B., Sheng Y. Modeling highly focused laser beam in optical tweezers with the vector Gaussian beam
in the T-matrix method. J. Opt. Soc. Am. A4, 2013, 30(1), P. 1-6.



Light scattering of LG beams 369

[25] Hoang T. X., Chen X., Sheppard C. J. R. Multipole theory for tight focusing of polarized light, including
radially polarized and other special cases. J. Opt. Soc. Am. A, 2012, 29(1), P. 32-43.

[26] Barnett S. M., Allen L. Orbital angular momentum and nonparaxial light beams. Opt. Commun., 1994,
110(5-6), P. 670-678.

[27] Duan K., Wang B., Lii B. Propagation of Hermite-Gaussian and Laguerre-Gaussian beams beyond the paraxial
approximation. J. Opt. Soc. Am. A, 2005, 22(9), P. 1976-1980.

[28] Van De Nes A. S., Pereira S. F., Braat J. J. M. On the conservation of fundamental optical quantities in
non-paraxial imaging systems. Journal of Modern Optics, 2006, 53(5-6), P. 677-687.

[29] Zhou G. Analytical vectorial structure of Laguerre-Gaussian beam in the far field. Opt. Lett., 2006, 31(17),
P. 2616.

[30] Zhou G. Propagation of a vectorial Laguerre-Gaussian beam beyond the paraxial approximation. Optics &
Laser Technology, 2008, 40(7), P. 930-935.

[31] van de Nes A. S., Torok P. Rigorous analysis of spheres in Gauss-Laguerre beams. Opt. Express, 2007,
15(20), P. 13360-13374.

[32] Yuesong Jiang, Yuwei Shao, Xiaosheng Qu et al. Scattering of a focused Laguerre-Gaussian beam by a
spheroidal particle. J. Opt., 2012, 14(12), P. 125709.

[33] Desyatnikov A. S., Kivshar Y. S., Torner L. Optical vortices and vortex solitons. Progress in Optics / Ed. by
E. Wolf. Amsterdam, North-Holland, 2005. Vol. 47. P. 291-391.

[34] Optical Angular Momentum / Ed. by L. Allen, S. M. Barnett, M. J. Padgett. London, Taylor & Francis, 2003.

[35] Structured Light and Its Applications: An Introduction to Phase-Structured Beams and Nanoscale Optical
Forces / Ed. by David L. Andrews. Amsterdam, Academic Press, 2008. 342 p.

[36] Simpson S. H., Hanna S. Rotation of absorbing spheres in Laguerre-Gaussian beams. J. Opt. Soc. Am. A,
2009, 26(1), P. 173-183.

[37] Simpson S. H., Hanna S. Orbital motion of optically trapped particles in Laguerre-Gaussian beams. J. Opt.
Soc. Am. A, 2010, 27(9), P. 2061-2071.

[38] Kiselev A. D., Plutenko D. O. Mie scattering of Laguerre-Gaussian beams: Photonic nanojets and near-field
optical vortices. Phys. Rev. A, 2014, 89, P. 043803. http://dx.doi.org/10.1103/PhysRevA.89.04380

[39] A. Heifetz, Soon-Cheol Kong, A. V. Sahakian et al. Photonic Nanojets. J. Comput. Theor. Nanosci., 2009,
12(7), P. 1214-1220.

[40] Chen Z., Taflove A., Backman V. Photonic nanojet enhancement of backscattering of light by nanoparticles:
a potential novel visible light ultramicroscopy technique. Opt. Express, 2004, 12(7), P. 1214-1220.

[41] Xu Li, Zhigang Chen, Allen Taflove, Vadim Backman. Optical analysis of nanoparticles via enhanced
backscattering facilitated by 3-D photonic nanojets. Opt. Express, 2005, 13(2), P. 526-533.

[42] Biedenharn L. C., Louck J. D. Angular Momentum in Quantum Physics: Theory and Application. Reading,
Massachusetts, Addison—Wesley, 1981. Vol. 8 of Encyclopedia of Mathematics and its Applications. 717 p.

[43] Varshalovich D. A., Moskalev A. N., Khersonskii V. K. Quantum theory of angular momentum: Irreducible
tensors, spherical harmonics, vector coupling coefficients, 3nj symbols. Singapore, World Scientific Publishing
Co., 1988. 514 p.

[44] Jackson J. D. Classical Electrodynamics, 3rd edition. New York, Wiley, 1999.

[45] Sarkar D., Halas N. J. General vector basis function solution of Maxwells equations. Phys. Rev. E, 1997,
56(1), P. 1102-1112.

[46] Handbook of Mathematical Functions / Ed. by M. Abramowitz, I. A. Stegun. New York, Dover, 1972.

[47] Kiselev A. D., Reshetnyak V. Y., Sluckin T. J. T-matrix theory of light scattering by uniformly anisotropic
scatterers. Mol. Cryst. Liq. Cryst., 2002, 375, P. 373-386.

[48] Stout B., Neviére M., Popov E. Mie scattering by an anisotropic object. Part I. Homogeneous sphere. J. Opt.
Soc. Am. A4, 2006, 23 (5), P. 1111-1123.

[49] Gradshteyn 1. S., Ryzhik I. M. Table of Integrals, Series, and Products. New York, Academic, 1980.

[50] Sherman G. C., Stamnes J. J., Lalor E. Asymptotic approximations to angular-spectrum representations.
J. Math. Phys., 1976, 17(5), P. 760-776.

[51] Simpson S. H., Hanna S. First-order nonconservative motion of optically trapped nonspherical particles. Phys.
Rev. E, 2010, 82, P. 031141.

[52] Rury A. S., Freeling R. Mie scattering of purely azimuthal Laguerre-Gauss beams: Angular-momentum-
induced transparency. Phys. Rev. 4, 2012, 86, P. 053830.

[53] Lecler S., Takakura Y., Meyrueis P. Properties of a three-dimensional photonic jet. Opt. Lett., 2005, 30(19),
P. 2641-2643.



370 A. D. Kiselev, D. O. Plutenko

[54] Devilez A., Stout B., Bonod N., Popov E. Spectral analysis of three-dimensional photonic jets. Opt. Express,
2008, 16(18), P. 14200-14212.

[55] Geints Y. E., Zemlyanov A. A., Panina E. K. Control over parameters of photonic nanojets of dielectric
microspheres. Opt. Commun., 2010, 283(23), P. 4775-4781.

[56] Devilez A., Bonod N., Wegner J., et al. Three-dimensional subwavelength confinement of light with dielectric
microspheres. Opt. Express, 2009, 17(4), P. 2089-2094.

[57]1 Myun-Sik Kim, Toralf Scharf, Stefan Miihlig et al. Engineering photonic nanojets. Opt. Express, 2011, 19(11),
P. 10206-10220.

[58] Solymar L., Shamonina E. Waves in Metamaterials. NY, Oxford University Press, 2009. 385 p.

[59] Cai W., Shalaev V. Optical Metamaterials. Fundamentals and Applications, NY, Springer, 2010. 200 p.

[60] Kivshar Y. S. From metamaterials to metasurfaces and metadevices. Nanosystems: Physics, Chemistry, Math-
ematics, 2015, 6(3), P. 346-352.

[61] Pravdin K. V., Popov I. Y. Photonic crystal with negative index material layers. Nanosystems: Physics,
Chemistry, Mathematics, 2014, 5(5), P. 626-643.

[62] Veselago V. G. The electrodynamics of substances with simultaneously negative values of € and pu. Soviet
Physics Uspekhi, 1968, 10(4), P. 509-514.



NANOSYSTEMS: PHYSICS, CHEMISTRY, MATHEMATICS, 2016, 7 (2), P. 371-377

Temperature dependence of the optical fiber cable
parameters in subcarrier wave quantum
communication systems

V.D. Dubrovskaia, S. A. Chivilikhin
ITMO University, St. Petersburg, Russia

vddubrovskaia@gmail.com
PACS 03.67.-a, 41.20.Jb DOI 10.17586/2220-8054-2016-7-2-371-377

A common approach to establishing long-distance synchronization links in quantum communication (QC) systems
is based on using optical signals transmitted in cables, where they decay and are distorted. It is necessary to
evaluate the transformation of the signal parameters during propagation and their influence on the QC systems.
We investigate the temperature dependence of the synchronization signal phase of a subcarrier wave quantum
communication system (SCWQC) in optical fiber cables. A temperature model was created in order to determine
the signal phase delay in the cable. We estimate the influence of daily temperature fluctuations on the phase
delay in ground- and air-based cables. For systems operating with ground-based cables, they do not have any
significant impact on the synchronization of the signal phase. However, for systems operating through air-based
cables, phase adjustment is required every 158 ms for stable operation. This allowed us to optimize the parameters
for a calibration procedure of a previously-developed SCWQC system, increasing the overall sifted key generation
rate.
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1. Introduction

During the last two decades, significant progress has been made in the development of
experimental quantum communication systems (QC) [1,2] which could have potential future
use in protecting confidential data by quantum key distribution technique (QKD) [1]. This has
led to increased interest in their integration into telecommunication infrastructure [1,2]. One of
the promising approaches to QC in optical fibers is subcarrier wave quantum communication
system (SCWQC) [1].

In practical QC, systems several technological challenges still remain, including syn-
chronization of their receiver and transmitter devices by precisely controlling the phase of
high-frequency electrical modulating signals. A common approach to establishing long-distance
synchronization links in QC is based on using optical signals transmitted in a separate chan-
nel [3,4]. However, these synchronization signals decay and are distorted during transmission
through the fibers, therefore it is necessary to evaluate transformation of their parameters, its
influence on the QC system operation, and to develop methods of compensating for the negative
effects.

This paper investigates the temperature dependence of the synchronization signal in
optical fiber in ground- and air-based cables. A temperature model is created in order to
determine the signal phase delay in the cable. We estimate the influence of daily temperature
fluctuations on the phase delay in ground- and air-based cables. Finally, we apply the calculation
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results to a synchronization system of a previously developed experimental SCWQC device [5—
8] in order to optimize its sifted key [1] generation rate.

2. Synchronization system
2.1. Subcarrier wave quantum communication system clock synchronization problem

The main parameter that determines the characteristics of QC and QKD systems is
QBER. It is defined as the ratio between the erroneous bits and the total number of received
bits. QBER is the main factor that limits the maximal possible distance of secure quantum
key distribution [1]. For the widely-used BB84 protocol family, the limiting QBER value is
about 11 % [1].

Two main factors contribute to the QBER value: the signal visibility in the quantum
channel and the dark count of the detector:

1-V p
QBER = — =+ L 10(-aL=A7i0’

where V' is interference pattern visibility, 5 represents the losses in the receiver module, p is
the dark count probability per bit, « is the optical fiber attenuation coefficient at the central
wavelength of the photon source, L is the optical fiber length and 7 is the detection efficiency.
Visibility value represents the probability of photon out-of-phase detection and therefore depends
on the quality of optical phase matching of the transmitter and receiver phase modulators used
for encoding qubits. Clearly, it is always beneficial to maximize the quantum channel visibility.
In modern practical QC systems [3,4,6-8] the achieved visibility value is usually around 98 —
99 %. As is shown on Fig. 1, such visibility values in SCWQC system are correspond to
maximum modulating signal phase mismatch Ay = 0.043.
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F1G. 1. Signal phase mismatch dependence of visibility

2.2. Subcarrier wave quantum communication system clock synchronization

Since phase matching between the transmitter (Alice) and receiver (Bob) is defined by
clock signals from respective voltage controlled oscillators (VCO), preservation of the optical
synchronization signal phase appears crucial to achieving high quantum signal visibility. The
uncontrollable synchronization signal phase shift appears under influence of different external
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F1G. 2. Block diagram of the synchronization subsystem in SCWQC system

effects. One of them is daily temperature fluctuation that affects the refractive index of the
fiber, thus inducing optical delays. For the SCWQC system described in [4, 5], this problem is
solved by the calibration procedure described below.

The synchronization pulse is sent through a separate optical fiber to avoid its influence
on QBER [3,4]. Synchronization channel laser L generates a sinusoidal signal with a frequency
defined by the VCO that acts as a generator (Fig. 2). This signal is also modulated by the
transmitter logic board (FPGA). After passing through the communication channel optical signal
is recorded at the photodetector (D) in receiver block, where it amplified (AMP) and filtered
in the electric filter (EF). The sinusoidal component flows through the microcontroller (MC)
to the receiver VCO and used to adjust the oscillator frequency. The component inserted by
the transmitter logic is used as the start and reset signal. A subsystem composed of the VCO
and a phase-locked lope device then generates the driving signal of the optical modulator with
frequency (2. A more detailed description of phase modulating in the system is provided in [6].

As the synchronization subsystem performs two functions, synchronization of transmitter
and receiver generators and transmitting a start/reset signal, two main problems caused by signal
phase difference appear. First, the generators in the transmitter and receiver modules have to
be precisely phase-locked, so that the phase delay of the synchronization signal should not
exceed Ap. Second, the delay between the synchronization and quantum signals in different
fibers should not exceed 10 % of the gate interval for correct system operation. Thus, for the
described system with 100 MHz clock rate, the limiting delay value is 1 ns.

In order to solve these problems in the SCWQC system, a novel calibration procedure
was developed. After a certain time interval of quantum bit transmission (Z,.), the procedure
switches the system into calibration mode (time interval ¢.,;), during the course of which it resets
the gate starting time and redefines the optical phase values induced by different modulator
driving voltages (“modulation tables”) in Alice and Bob units. During SCWQC experiments
in optical fibers, the values of t,. and ., were chosen to be 50 ms and 10 ms, respectively.
Therefore, the effective sifted key generation rate is reduced by approximately 15 %.

In the following sections, we find the temperature dependence of synchronization signal
phase. Then, we develop a temperature model of optical fiber cables, which will be employed
during the scheduled SCWQC experiments, and calculate the temperature-induced phase delay.
This allows us to optimize the value of ¢.,; and therefore the sifted key rate in practical SCWQC
systems.

2.3. Phase temperature dependence

To determine the maximum interval between two following calibration procedures, we
need to know the temporal delay At of the signal, which corresponds to the maximum tolerated
phase delay, Ap. The At value depends on the cable length L and refractive index changes in
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the fiber An:

At = A (1)

c
In turn, the fiber’s refractive index is linearly dependent upon the temperature 7" and two
constants, representing the change of n due to temperature (T-component) and bending (R-

component) [9]:
dn dn
ao=|(ir), ¢ (i) J o

As shown in [9], for the Corning SMF-28 fiber widely used in telecommunication cables, these

coefficients are:
dn
— ] =68-10"°°C™!
(), 7

dn
— ) =08-107°°C.
(i),

We chose the optical cable length L = 100 km, since it is a typical distance for metropolitan
area local networks. For this L value, the signal delay is:

At =253 -107°AT [3].

The relation between the phase and time delays of a signal with frequency 2 is given by:
At = Ap/QQ.

The 2 value is typically several gigahertz for SCWQC systems [4,5]; we used a value
of 4 GHz in our calculations.

It can be seen that the phase delay is in direct ratio with the temperature 7" of the fiber
core. A temperature model of the cable was therefore created in order to determine it.

3. Process modeling
3.1. Cable temperature model

To estimate the temperature fluctuations of the fiber optical cable core we have de-
veloped the following temperature model. We solve the heat equation and choose appropriate
boundary conditions for the two cases: the air- and ground-based cables.

The two-dimensional heat equation for the cable is:

oT 0 oT 0 oT
o = oa (A%) oy (Aa—y) ’ @)

where A is thermal conductivity, p represents density and 1is heat capacity. We write the air
temperature in the form 7T,(t) = T, + 0T, cos (wt), where T\, is the average daily temperature,
0T, is the temperature amplitude.

The first boundary condition corresponds to the cable in the air:

oT
Nop| =l - Tl 3

where « is the coefficient of convective heat exchange, » and R are the radial coordinate and
radius of the cable.

The temperature 7, (¢) in the ground at depth z has reduced amplitude and phase
shift [10].The second boundary condition corresponds to the cable located in the ground:
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TABLE 1. Cable element parameters

Element ‘ R, mm ‘ Thermal diffusivity, m?/s, -107°
Outer jacket 3 0.11

Strength member 23 13.3/0.09*

Coating 2 0.11

Water blocking material | 1.35 0.174

Optical fiber 0.45 1.1

Central member 0.45 0.15

*for the air /ground cables

— [ w [ w
T\,_p=T,t) =T, + 0T, exp (—Z %) cos (wt -z %) , )

where a is the thermal diffusivity of ground.

Figure 3a shows the model of the cable with chosen configuration. The cable consists
of an outer jacket, a strength member, a coating, water blocking material, optical fibers and a
central member.
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Central Mamber

7
]
/

Inner Jacket

Central Member Jackat Y

Water Blocking Material

Sheath Strenght Elements

\

Curter PE Jacket
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F1G. 3. a) Cable model with chosen configuration; b) The computational domain model

Let the radius of the cable be k. We then divide the area using a uniform grid consisting
of n 4+ 1 knot (Fig. 3b). We solve the eq. (2) using a difference Crank—Nicolson scheme with
boundary conditions (3—4) with Thomas algorithm for n = 1000. Different elements of the
cable have different thermal diffusivity coefficients, as indicated in Table 1.

3.2. Modeling results and discussion

The main difference between an air-based cable and one lying in the ground is the
lack of steel armor, optional for this type of operation, which is replaced by an aramid yarn.
Therefore in the case of air-based cable, the thermal diffusivity of the strength member will be
lower. In the cable lying underground, the temperature is distributed in the form of a wave,
depending on the depth. In our model, we have chosen a typical ground depth of 1 meter.
With a small-sized cable, even after a while, the temperature and the difference between the
coefficients of thermal diffusivity for different elements were insignificantly affected.
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The initial temperature 7;, of the cable is 15 degrees; the initial (mean) environmental
temperature 7', is 15 degrees, with 07, = 10 degrees oscillation amplitude over a period
of 24 hours. Temperature fluctuations for the chosen fiber in the cable over 12 hours are shown
on Fig. 4.
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As discussed previously, the signal phase delay in the system is in direct ratio with the
temperature of the fiber optic core.

Figure 5 shows the dependence of the synchronization signal temporal delay induced by
cable heating. Eq. (1) allows us to calculate the delay At, which leads to maximum tolerated
phase difference Ay = 0.043, as 0.0017 ns. According to our model (Fig. 5) for air-based
cables, such At accumulates every 158 ms. Therefore, for SCWQC systems operating in air,
the modulation signal adjustment may be performed every 158 ms instead of every 50 ms, as
was previously implemented. This would allow for longer ¢,. and about 15 % higher effective
sifted bitrate.

At the same time, for ground-based cables, the temperature-induced signal delay never
reaches the critical value due to the small daily temperature fluctuations at 1 meter depth
underground (Fig. 6). Therefore, the temperature (under normal conditions) does not affect the
course of SCWQC system operation.
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4. Conclusion

Optical signals transmitted in cables for quantum communication systems are trans-
formed during their propagation. In this paper, the temperature dependencies of the synchro-
nization signals in optical fiber cables in the ground and in air were investigated. In order to
determine the signal delay in the cable, a temperature model was created. The influence of daily
temperature fluctuations on the phase delay was estimated for the air- and ground-based cables.
The calculated results can be used to optimize calibration procedures in SCWQC systems.

For systems operating in ground-based cables, daily temperature fluctuations do not
significantly impact the synchronization of the signal phase. However, it has been shown that
for systems operating through air-based cables, phase adjustment is required every 158 ms for
stable operation. This allowed us to optimize the parameters for the calibration procedure of a
previously developed SCWQC system. Therefore, this allowed an increase in the overall sifted
key generation rate.
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Quantum random number generators based on vacuum fluctuations produce truly random numbers that can be used
for applications are requiring a high degree of randomness. A beam splitter with two inputs and two outputs is
normally used in these systems. In this paper, mathematical descriptions were obtained for the use of such beam
splitter and fiber Y-splitter in quantum random number generation systems with homodyne detection. We derived
equations which allowed us to estimate the impact of the scheme parameters’ imperfection upon measurement
results. We also obtained mathematical expressions, demonstrating the equivalence of quantum descriptions for a
Y-splitter and a beam splitter with two inputs.
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1. Introduction

Random numbers can be generated algorithmically, but resulting sequences are pseu-
dorandom and not suitable for applications in which a high degree of randomness is needed,
such as quantum cryptography [1]. These applications necessitate true random number gen-
eration obtained by indeterminate physical processes, including quantum processes. Existing
approaches to quantum random number generation include the use of radiation separation [2],
entangled photon states [3], quantum noise of a laser [4], processes of photon emission and
detection [5]. An alternative approach is quantum random number generators based on quantum
vacuum fluctuations (Fig. 1) [6,7].

L BS DI

A
D2\ )

F1G. 1. Quantum random number generation scheme based on vacuum fluctua-
tions: L — laser, BS — beam splitter, D1, D2 — detectors, SA — spectrum analyzer,
PC — computer

SA > PC

Y

This type of quantum random number generator extracts randomness from quantum
noise obtained when balanced detector subtracts signals received from beam splitter outputs. In
these schemes, beam splitters with two inputs and two outputs (Fig. 2a) are normally used. To
the first splitter input, a coherent state is sent from a laser, and to the other input — a vacuum
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state. These two signals are mixed via a beam splitter, then, signals are sent from the beam
splitter outputs to the balanced detector. The subtracted signal is quantum noise, which can
be processed on a PC. Random numbers are obtained as a result of received differential signal
processing. The purpose of this research was the comparison of quantum descriptions of optical
beam splitter and a fiber splitter with one input and two outputs (Fig. 2b). If these quantum
descriptions are equal, it will allow us to use a Y-splitter to implement a quantum random
number generation system based on quantum vacuum fluctuations.

N b) .

| cos &)

| sin a)

FI1G. 2. a) Scheme of a beam splitter with angle #, where a coherent state is
sent to the 1st spitter input, and to the other input — a vacuum state. b) Optical
Y-splitter. aq, as, az — input signals of the 1st, 2nd and 3rd ports, respectively,
b1, b, b3 — output signals from the splitter

2. Beam splitter

Beam splitter is a key element for quantum random number generation schemes based
on vacuum fluctuations [6,7]. We consider its impact upon the signal. Mathematical description
of a beam splitter, when a strong laser signal, described by the Poisson distribution, arrives at
one of its inputs and vacuum state arrives at the other, has been derived in the operator form.
In this description, the mean photon number of laser signal «, the angle of beam splitter § and
quantum efficiencies of detectors 7; and 7, were taken into account.

If signals a; and as; come to beam splitter inputs, as shown on Fig. 2a, then signals at outputs,
by and b, can be described by formula (1):

(M

b1 = a1 cosf — assin b,
by = aqsinf + as cos 6.

Laser radiation at the first input is characterized by a Poisson distribution with parameter o
(describing mean photon number), which in operator form is expressed as follows:

ja) = ool "1 o), )
where a] and a; — photon creation and annihilation operators at first input of beam splitter,
|a) — coherent state, |0) — vacuum state.

When a coherent state is sent to first splitter input and a vacuum state is sent to the
second splitter input, then the input signal on the beam splitter is expressed as a tensor product:

+

[@)]0) = €21 =71]0)1]0).. (3)
If the radiation is characterized by a Poisson distribution with parameter |«) that passes through
a beam splitter with angle 6 (Fig. 2a), then one of beam splitter outputs is characterized by a
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Poisson distribution with parameter |a cos ), and second is characterized by Poisson distribution
with parameter |a sin 6).

In the case of the symmetric beam splitter, we obtain expression, describing signals at
both outputs:

1
b =by = ﬁaf 4)

The differential current after detection can be defined as follows:

Ai =iy — iy = by by — 71b7 by, Q)
where 7, i5 are photocurrents at first and second detectors, 7y, 72 are quantum efficiencies of
detectors.

For a symmetric beam splitter and detectors with equal quantum efficiencies, the mean
value of the differential current is determined to be zero, and amplitude of the differential cur-
rent deviation is directly proportional to the intensity of incident radiation.

In the case of using an asymmetric beam splitter and detectors with different quantum
efficiencies, the mean value of the differential current is characterized by the following equation:

(A7) = (g sin? 0 — 1 cos? 0). (6)
In this case, the amplitude of differential current deviation can be estimated by the following
formula (7):

5i = a\/ﬂyg sin? @ + 2 cos? 6. 7

3. Y-splitter

Using a Y-splitter as a basic element for homodyne detection allows one to obtain the
lower level of determined ambient noise and reduce the size of the device without compromis-
ing the generation rate or degree of randomness for the generated sequences. We consider the
Y-splitter (Fig. 2b) as a system with three inputs and three outputs [8], because input and output
signals can pass through one channel.

The relationship between the input and output signals in a Y-splitter which allows show-
ing the correlation between each pair of signals, can be described by the following expression:

bl —Vv1 - 2)2 6 ﬁ 1
by | = A — V1=p%2—=~? 2 | (8)
b3 /\ 1/ 1-— 62 — ’)/2 - as

where A is the proportionality factor connecting the input signal at the Ist port and output
signals at 2nd and 3rd ports; 3 is the proportionality factor connecting the input signals at the
2nd or 3rd ports and the output signal at the 1st port; v is the proportionality factor connecting
the input and output signals of the 2nd port or input and output signals of the 3rd port.

These coefficients are selected in accordance with requirements of the unitary property
for the matrix. The next expressions also arise from unitarity conditions:

S

@
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—V1 =2 0= y+ /1 —p2—~2=0,
—VI=2X28+ \/1— 2 =92 = Ay =0, ©)
B —29\/1— 32 =72 =0.

After selection of matrix proportionality factors, it is possible to simplify the matrix form using
the fact that the parameters A and (5 can be expressed for this system through the ~:

A=B=v2y(1—7). (10)

Then, the original matrix takes form:

1-2y  V2y(1—-7) v2y(1-7)
29(1—7) — -y | (11
29(1=v) 1-9y —
We consider the special case when a signal from Ist input port is distributed only be-
1
tween ports 2 and 3 without reflection on the 1st port. In this case V1 —2A2 =0, and A = E,
1
then by using expressions were obtained above, we can derive the values 5 = E and v =

If signal a; is sent to 1st port of Y-splitter, then signals from outputs 2 and 3 can
described by using matrix with these proportionality factors:

1
5
be

1 1

0 — — 0
by L VR 2 (e L
by | = E 5 3 O1=1v2 L. (12)
bs 1© 1 1| \o o

V2 2 V2

Thus,
+ ot L

Then, we can consider the matrix elements describing the interconnection between signal at 1st
input port of Y-splitter and signals, emanating from 2nd and 3rd ports, thus:

bh = bt — %af. (14)
This expression coincides with signals that were obtained at output ports of symmetric beam
splitter, when the coherent state a; was sent to the first splitter input, and a vacuum state —
to the other. Thus, as the description for the beam splitter and Y-splitter are equal, we can
use results for beam splitter, obtained earlier, to evaluate work of quantum random generation
systems, based on vacuum fluctuations using the Y-splitter.
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4. Y-splitter with complex parameters

When we use complex parameters to mathematically describe the Y-splitter, then original
system (8) is changing. Relationship between signals at inputs and outputs of Y-splitter is shown
in the following expression:

by —\/1 -2 3 3 a
S — iR e ] 09)
b a
3 VARSI e —y :

In the next matrix parameters, A and [ were derived from the original matrix through the
parameter v = v, + i;:

/ . 1— Vr / . 1— ’Yr\
2/7T -1 2’77’(1 - 77") + i 2’77’(1 - /yr) + 1
V. 27 29,

29 (1 =)+ —Yr — % 1=
2'77“(277‘ — 1)
. ’Yi\/ ]- - Vr .
V2 (1 =)+ 1 - —Yr —
277"<2'Yr - 1)

(16)
We can see, that coefficient v shows reflection at port 2, when signal a, is sent to the 2st port
of Y-splitter, and there are no input signals at other ports. Then, we consider when signal a;
is sent to the 1st port of Y-splitter, and there are no input signals at other ports, then signal is
distributed only between output ports 2 and 3, and we can estimate signals for the 2nd and 3rd
ports:

: Vi

These result, with the exception of phase shift, coincides with signals that were obtained at

output ports of symmetric beam splitter, when coherent state a; was sent to the first splitter
input, and a vacuum state - to the other.

5. Conclusion

In this research, we obtained expressions describing the relationship between beam split-
ter input radiation and differential current. For a symmetric beam splitter and detectors with
equal quantum efficiencies, the mean value of differential current is determined to be zero,
and the amplitude of the differential current deviation is directly proportional to the intensity
of the incident radiation. We also derived equations for an asymmetric beam splitter, allowing
estimation of how the scheme parameters imperfection affect the measurement results.

We obtained mathematical expressions, demonstrating the equivalence for the quantum
description of beam splitter with two inputs and Y-splitter, when we didn’t use complex param-
eters in equations. When we use complex parameters in equations, then the results, with the
exception of the phase shift, coincide with the signals obtained for output ports of symmetric
beam splitter with two inputs and two outputs, when coherent state is sent to the first splitter
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input, and a vacuum state — to the other. That allows us to use a Y-splitter for the implemen-
tation of a quantum random number generation system based on quantum vacuum fluctuations,
and to apply formulas previously-obtained for the calculations of systems consisting of a beam
splitter with two inputs and two outputs.

Acknowledgements

This work was partially financially supported by the Government of the Russian Feder-
ation (grant 074-UO1).

References

[1] Scarany V., Bechmann-Pasquinucci H., et. al. The security of practical quantum key distribution. Rev. Mod.
Phys., 2009, 81, P. 1301-1350.

[2] Jennewein T., Achleitner U., et. al. A fast and compact quantum random number generator. Rev. Sci. Instrum.,
2000, 71(4), P. 1675-1680.

[3] Kwon O.,Cho Y.-W. , Kim Y.-H. Quantum random number generator using photon-number path entanglement.
Appl. Opt., 2009, 48, P. 1774-1778.

[4] Qi B., Chi Y.-M,, et. al. High-speed quantum random number generation by measuring phase noise of a
single-mode laser. Optics Letters, 2010, 35, P. 312-314.

[5] Dynes J.F., Yuan Z.L, et al. A high speed, post-processing free, quantum random number generator. App!.
Phys. Lett., 2008, 93, P. 031109.

[6] Shen Y., Tian L.,Zou H. Practical quantum random number generator based on measuring the shot noise of
vacuum states. Phys. Rev. 4., 2010, 81, P. 063814.

[7] Gabriel C., Wittmann C., et. al. A generator for unique quantum random numbers based on vacuum states.
Nature Phot., 2010, 4, P. 711-715.

[8] Ivanova A.E, Chivilikhin S. A, Popov I. Yu, Gleim A.V. On the possibility of using optical Y-splitter in
quantum random number generation systems based on fluctuations of vacuum. Nanosyst.: Phys., Chem.,
Math., 2015, 6(1), P. 95-99.



NANOSYSTEMS: PHYSICS, CHEMISTRY, MATHEMATICS, 2016, 7 (2), P. 384-393

Laser generation without inversion
on the fine levels of the helium atom

A. G. Petrashen, N. V. Sytenko
ITMO University, 197101, Saint Petersburg, Russia

apetrashen@mail.ru
PACS 32.80.Qk DOI 10.17586/2220-8054-2016-7-2-384-393

By using the example of transfer between fine structure levels in the helium atom, the possibility of laser generation
without inversion has been studied.

Keywords: coherent exitation, dehsity matrix evolution, dark states.

Received: 20 November 2015

1. Introduction

The possibility of lasing without inversion (LWI) was first postulated by Kocharovskaya
and Harris [1,2]. In the latter of these works, the assumption of LWI viability had been based
on a comparison of the absorption and transmission coefficients of a three-level system, which
is excited according to V'-scheme, whereas in previous works, it was shown that, for certain
parameter values for a system which is excited according to A-scheme, the laser generation
without inversion is possible. Furthermore, in our opinion, the work of Imamoglu and Harris [3],
must be highlighted. In this work, issued shortly after those two mentioned above, the opinion
was first expressed that LWI could be produced using the absorption that disappeared within one
of the A-scheme arms, whereas within another arm, excitation is performed by means of a strong
EM-field (phenomenon of electromagnetic induced transparency (EIT)) [4]. In the subsequent
works, the possibility for LWI, in principle, has been widely discussed (see, e.g. [4-9]).

However, Zibrov et al. [11] were the first to experimentally observe the LWI phenome-
non, where a set of four levels for the hyperfine atomic structure of ®'Rb was considered: two
hyperfine levels for the ground S, /2 state, as well as two analogous levels for the first excited
P, /2 state. The strong-coupled and weak probe fields were bound according to the V-scheme
one superfine level of the ground state with two superfine levels of the first exited state. In the
article, the frequency range at which the absorption coefficient becomes negative, i.e. lasing
generation occurs, was determined both theoretically (by means of numerical solution of the
Liouville equation for the density matrix) and experimentally.

Work [12] is similar to one just mentioned, with the difference being that LWI was
experimentally implemented using sodium atoms in the framework of the A-scheme, formed
by two hyperfine levels of the ground state ?S; s2 and level ' = 1 of the first excited state
’p, /2 of this atom. In this work, the strong coupling field acts between the F' = 2 levels of
the 2S; /2 state and the ' = 1 level of the 2p, /2 state. This field, in combination with very
weak probe field, connecting levels of the hyperfine structure with ' = 1 of the *S; 5 and *P;
states leads to the appearance of EIT resonance. Additionally, it was experimentally shown
that at a frequency close to where EIT occurs, amplification of the probe signal is observed.
Subsequently, the system has been positioned inside an annular resonator, and laser oscillation
was observed within the system, being provided by vacuum fluctuations.
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In this work, the possibility of laser generation without inversion (LWI) within a multi-
level system that is positioned inside a high-() annular resonator will be considered. The subject
being dealt with here is closely allied with work [13], where are a non-inversion superreliance
impulse was observed for fine levels of the helium atom.

2. The statement of the problem

In this work, radiation emitted from 33S; state (level “b”) of isotope “He, whose coherent
excitation is performed according to the A-scheme from levels 2°P, and 2°P, (hereafter referred
to as, levels “a” and “c”) of this atom (see Fig. 1), will be considered. It should be noted that
the first of those two lower states could be referred to as metastable ones [16], and hereupon
a considerable population could be created at this level, for example, by means of an impact
from the ground state. In the framework of such an excitation, the fine bond is broken, and the
efficiency of population induction for the 2°P state could be described as follows:

1 m i2 | Ho -
Jmyg’m! = 2j+1A( j ] S +az ]Jr [ I ]DO,q(e)A(Q)(]aj,alas)a (1)

where j and s depict total electron and spin moments, parameter o characterizes an anisotropy of
impact excitation. As an example, this value may be set as a ratio of induced orbital alignment

to a population [14]: o = T3 /Ty , and finally, D(Z) (0) — elements of three-dimensional

rotational matrix [15]. The quantities A*) in this expression depend only on the kinematics of
momentum vectorial addition:

AW 1) = (—1) R R TR+ 1) { A } . @)
b
hao

a

a2

F1G. 1. The excitation scheme

In this work, we will assume, that the Hamilton operator of the atomic system takes the

form: A A A
H=Hy+V, 3)
where H is the Hamiltonian operator of a free helium atom, while operator V describes the
excitation process of level j = 1 (hereafter, of the level ”’b”) of 3°S; state of the aforementioned
atom. In regard to the excitation process, we will assume that in both arms, ab and cb, excitation
is initiated by means of light polarized linearly along the OZ-axis laboratory frame of reference
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(this axis coincides with the direction of propagation for the exiting radiation), at frequencies
w — 0,/h and w + 0./h, respectively. The wave functions of all states have been constructed
according to general addition rules for angular momenta, whereas energy parameters of those
functions have been chosen according to the quantum defect method:

11 1 01 1
(Wab)MMl:Z m M, M 0 ¢ m (€ab)q cOS(w + 0a /1),

" 0 § )
1 1 2 01 1
(ch>MM1 = Z m Ml M 0 (ecb)q COS(CU + 5C/h)7

q m

m’q
where ¢, is the path of the light polarization in some arm of the A-scheme.
Exciting electric field E(t) causes medium polarization that is characterized by the

polarization vector ?, whose quantity is proportional to the density of the atoms ny and mean
value of the dipole moment operator d, calculated with the density correlation matrix:

P = LN ([Sp (pabjab)} + [Sp (pcbjcb)b : (5)

From the last expression, one can see that the medium polarization, as a result of
excitation, is defined by the density correlation matrix, and, therefore, depends on its variation.
In turn, the right side of Liouville equation that describes the density matrix evolution, depends
on Rabi frequency, which is proportional to the electric field value. Therefore, mutual variation
of the density matrix and of the induced electric field could be described by the following
system of self-consistent equations:

 Puat) =Tnl) — + (Vi alt) — Vi (1)

S Pnlt) =~ Talt) — 7 (Via(pinlt) — Pral)Van1) — & (Velt)7in(t) — el 60Va0),

D 5lt) =Tnlt) — & (Va0el) — Pl Vel)).

hult) =~ Shalt) — (B = Ey)pult) — & (VasDlt) ~ Puat) V1), ©
S alt) == Lalt) — H(E.~ B)pa(t) — 1 (Val0)t) — Vi),

ﬁba(t> :ﬁlb(t); ﬁbc(t) = ﬁj;b(t%
9 1 0? 4 O

v E c? GtQE o2 8t2?’
where the matrix I' describes the relaxation process, F, and E. are the energies for the lower
levels “a” and “c” respectively, F}, is the energy of the upper 3°S; state. Solution of such systems
is usually attempted using the rotating wave approximation, which means, that in system (6),
all terms that oscillate with the frequency w of the exciting field should be neglected. The
higher order derivatives of slowly-varying summands should also be neglected. To separate
such terms in the system, it is convenient to introduce density matrices p; ;(t) (¢,j = a,b,c)
connected with previously used similar matrices, by means of the relations: p;;(t) = p;i(t)
(i = a,b,c), ppi(t) = pui(t) exp(—i(Ep — Eyt), i = a,c, p; (t) = pj,i(t)T. In regard to the
last equation, to separate rapidly oscillating summands, field strength and field polarization
vectors should be solved in the following manner: F = £(x,t)e!@HHks) 4 £*(z t)e~@tHk2) and
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P = P(z,t)e'@Hr) L P (g 1)e '@k where £(x,t) = RE(x,t) +iSE(x,t) and P(z,t) =
RP(z,t) + iSP(x,t). As a result of such substitutions, the last equation of system (6) will be
reduced to a pair of first-order equations that links the real and imaginary parts of field strength
and polarization vectors:

d (SE(x,t)) + ci(%f)(x,t)) = —21rwR(P(x,t)),

dt dx (7)
d d ~
5 (RE(.1)) + e (RE(x,1)) =2mwS(P(a, ).

Hereafter, we will assume the polarization field to be independent from the spatial
coordinates. Next, we introduce the dimensionless Rabi frequency 2z (), which is linked to
the polarization vector by the relation Qz(t) = £(t)7peao/h, where 75 = 36 - 1077 s [16] is the
time of life of excited state 3°S;, and introduce dimensionless time 7 = ¢ /7o, and, additionally,
assuming that functions P and £ vary slowly with time, and that the system is positioned
inside an annular resonator, such that one of the eigenfrequencies coincides with the transition
frequency between the “centers of gravity” for the upper and lower multiples, then, for system
(8), one can write:

d 1)
Epaa(T) :Fapbb(T) + TR [pab(T)Wba(T)/Za - Wab(7—>pba(7—)za] 5
d €2
EPCC(T) :Fcpbb(T) + TR [pcb(T)WbC<T)ZC - ch(T)pr(T)/ZC] )
d 1) )
Eﬂbb(T) = —Lpw(7) — TR |:Wbapab(7_)/ Za — ﬁpba(T)Wabza} -
Qg 1
T |incpcb(T)ZcC - ﬁpbc(T)ch/Zc} ) (8)
d r 1£2 7 1£2
%pab(T) = - §pab(7—> + TR |:paa<7—)WabZa - ﬁWabpbb(T)za] + TRpac<7—)ch/Za7
d r 1) 1€
d_pcb(T) - - _pcb(T) - _R [chpbb(T)/Zc + pcc(T)ch/zc] + _Rpca (T) Wabzaa
T 2 2 2
d )
EQR = - Q?\/[Z(Sp(pabdz) + Sp(pbcdz))a
poa(t) =ply();  poe(t) = ply(t),
where 2z, = exp(iT(% +d,)) and z. = exp(iT(% —0.)), and s is the dimensionless
L . eap\2 ., (r) .
frequency of the field oscillation amplitude €23, = {/47ng <7> hw-—, which depends on
Qo

(r) — dimensionless main value of operator 7 for the 3°S; state. The substitution of values for
the fundamental constants in the last relation leads to the relation Q,, = 5.1610"*\/ng , where
no — density of the particulars.

3. The approximate solution of the Liouville equation

According to the fact, that the coupling field, which is acting in the “bc” arm of
A-scheme, is considered strong relative to the field acting in the “ba” arm, a solution for
system (9) could be found by means of perturbation theory, in the framework of initial conditions
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Paa(0) = P9, pee(0) = p© and py,(0) = 0, where p..(0) and py,(0) are determined by relation
(1). Large values for the coupling field lead to the segmentation of them considered systems
splitting into blocks, the first of which associates the density correlation matrices p,(t) and

paa(t):

d . j . ' .
_pab(t) — — ﬁpab(t) _|_ Epg:()l) Wabelt(éa+A/2h) + zpac(t) cheilt(76C+A/2h)’
dt 2 2 2 9)
d o 1 :
5, Fac t = - = ac t A Ma t Wc Zt(iéC+A/2h)-
e Pucl) = = 5 pue(6) + £ panl6)Wiee
Now, it is pertinent to introduce matrix z,.(t) and z,(t) according to expression:
Pac(t) = x(w(t)e_%wtﬂ; pap(t) = xab(t)e_%btﬂv (10)
then, according to the second equation of system (9), for matrix z,.(t) , one can obtain that:
d 1 A ae — Yab — 210¢) h
O el W = Ziexp ( O = 200 t) T Wie Wy (a1

Then, having differentiated the first of equations (9) and substituting it into expres-
sion (11), the equation for the x,.(t) matrix may be obtained:

d? (iA) + (Yae — Yab — 2i6.) b d

——Xap(t —Tap(l
gz o a0t
WyeWey,  2A 4 [(=iYac + 204 — 20c) h t ;
Tap b4 b X + [(—7, 4; ) ]pg%)wab] ez (YabHi[A+20a0] /1) _ (12)

Partial solution of this equation makes it possible to write a similar solution for p,(t)

matrix:

, 2A + (=14 + 204 — 26.) R
pab(t) — ezt[A+25ah]/2h( ( Y 2h ) >pg%)WabU, (13)

where U is a square matrix having the same order as the density matrix of the upper level
(peo(t), in the case under consideration), that contains [, — the identity matrix of the same order
as ppy(t):

1 A — i h 4+ 26,h) (2A + (—ivge + 26, — 20.)R)]

From expression (13), it is apparent that in the absence of relaxation processes, the
difference of the frequency mismatches in each arm of the A—scheme is equal to the lower
levels splitting of d. — d, = A, and the absorption of the probe field in the bc arm vanishing.
This effect is known as electromagnetically induced transparency (EIT).

Based on formula (13), the expression for density matrix that defines the “low-frequency
coherence” can be obtained:

pac(t) _ }1 (_et'yac/Q + eit[A+(§a—§c)h]/ﬁ) pﬁﬂ)WabUWha (1 . ez‘t[A+(6a—60)h]/h) ’ (15)

as well as elements of the density matrix py.(t), that determines coherence in bc arm:
A (6_’cht/2 _ et(z‘A+(vac+2¢5a)h)/2h)

pre(t) = {Z A+ (=1Yae + 1Y + 204) B
(emtmel2 — git(A=20cm)/21)

4(A — iypeh + 26.0)

+

] Wbap;%>wabUWbc} - gei““écm/?hwbcpﬁ?- (16)
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4. Discussion on the subject of numerical calculation results.

Before considering the items related to the solution of the system (9), some principal
problems connecting to the possibility of laser generation should be discussed.

First of all, it should be noted that, as numerical calculation has demonstrated, the
low-frequency coherence does not have a significant influence on the generation process. Much
more significant impediments to the generation process are resonance collisions of excited atoms
with atoms in ground state, that exhibit a destructive behavior, resulting in decay of generation.

From the theory of collisional depolarization [14], it is well-known that within the limits
of the impact-parameter method, the relaxation constant of collisional process of two heavy
particles, being described by the mutual interaction law W ~ 1/R" (here R is an internuclear
distance), is described by the relaxation constant:

v = (12)" Flo (7)

where ng is a projectile density (the density of the of buffer gas particles), v — relative velocity
of colliding particles, while () is a constant that depends on angular moments and interaction
low, F'(n) is an expression that appears due to averaging of variation of the products of the
density matrix over the impact parameter. Concerning the () quantity, it should be noted that
this value is equal to the Van der Waals constants difference in the case of interaction by law
W ~ 1/R®, and to the quadrupole moment in the case of interaction by law W ~ 1/R*. The
first of these laws is implemented at interaction of two different atoms, whereas the second
is utilized for the interaction of identical atoms. Owing to the fact that in coherent excitation
experiments, the hyperfine sublevels of the ground state are usually used as the lower levels,
then the influence of the collisions on those atoms is described by the law W ~ 1/R?, whereas
influence of buffer gas on the excited state is described by law W ~ 1/R°. It follows from what
was said, that the resonance collisions (collisions of two identical particles) leads to significant
broadening of the lower hyperfine levels, and even to their overlapping.

Within the work under consideration, when lower levels, having a fine structure for the
excited state with splitting of about 0.1 cm™' are used [16], as a consequence, the influence
of collisions with particles of buffer gas is fairly insignificant. In support of this statement,
the following could be noted. On the one hand, for successful laser emission recording, it is
necessary to induce significant impact population of the 2°P state of helium atoms ensemble.
Without going into technical difficulties, it should be noted that as soon as such an ensemble
has been created, atoms engaged in 2°P state would interact with each other by law 1/R?, while
with atoms of buffer gas by law 1/R°. But it is clear that at given general density of helium
atoms, the density of impact-excited atoms would be significantly less than the density of non-
excited particles, and therefore 2°P state of helium atom would be broadened to a significantly
weaker extent. It should be noted as well that, in the case under consideration, one of the lower
states 2°P, is metastable [16], whereas the influence of finiteness of the lifetime of the second
lower state 2°P; can be taken into account by means of introducing the appropriate relaxation
constants.

System (9) was integrated numerically, using method that has been described, in some
detail, in our previous work [17]. On the system integration, we assumed that, at the initial
point of time, the upper level is not populated p;,(0) = 0 (i = a,b,c), whereas a numerical
vales of the rest blocks of the density matrix are defined by formula (1). As for the fields
that are active in the arms of A-scheme, in each arm, they are equal to the vector sum of the
two fields: the stationary pumping field and the polarization one. With regard to the stationary
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pumping fields, we will assume that they are equal to zero at ¢ < 0, and reach their preset
values in a stepwise manner at ¢ > 0. Additionally, we will assume that at the initial point of
time, the system undergoes a short “start-up” impulse, and later, at ¢ > 0, the field active in the
system is defined by system (9). Numerical calculation results are represented in Figs. 2 — 6.
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F1G. 2. The dependence of intensity of polarization field on dimensionless time.
Curves 1-3 coincide the mismatches in bc arm of A-scheme equal to o, = 0,
A/2, A whereas mismatch in ba arm is equal to zero
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F1G. 3. The dependence of intensity of polarization field on the efficiency of
excitation. Curves 1-3 coincide to values of angle © = 0, 7/4, 7/2

In Fig. 2, the intensity of the polarization field for dimensionless time is represented
for several mismatched dimensionless laser frequency values in the bc arm: 6, = 0,A/2, A -
whereas in another arm, the mismatch is constant: J, = 0. To that end, relaxation constants in
the arms have been taken into account, according to the tabular values of transition probability
3%S, — 2°P [16] , with weights proportional to multiplicity of the above-mentioned states.
It should be noted that the relaxation constants for the 23Pj states, both in this figure and
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F1G. 4. The influence of relaxation on the generated field. Curve 1 is the curve 1
from the Fig. 1 (lower levels dose not relax); curve 2: each of levels “a” and “c”
relaxed with the relaxation constant equal to the half of the spectroscopic value;
curve 3: levels 2°P, did not relax and 2°P; relaxes with the constant equal to
the spectroscopic value; curve 4: both lower levels relaxes with the rate constant
equal to one-and-a-half time exceeding the spectroscopic value

FIG. 5. All of the three levels, 3°S;, 2°P; and 2%P,, are relaxing, with equally
large relaxation constants v = 4,6, 8 (curves 1-3 consequently)

in subsequent ones, were assumed to be zero. It is apparent from this figure that emission
represents a pulse train, with a magnitude that decreases as J. increases.

Figure 3 illustrates the dependance of the polarization field intensity on the efficiency of
the lower levels population, that is characterized by angle © (see formula (1)). The calculation
results show that the polarization field values are practically symmetrical with respect to the
angle value © = 7 /2. Therefore, this figure depicts the field-angle dependence, for © = 0,
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/4, m/2. It is apparent from the figure that for decreasing angle © within the preset limits, the
polarization field intensity also decreases.

Subsequent figures illustrate the influence of relaxation on the generated field. It is
worth noting that, in the case under consideration, the 2°P state consists of two levels, 22P;
and 2%P,, the latter of which is the metastable one.

In Fig. 4, four curves are presented that illustrate the dependance of the polarization field
intensity on dimensionless time. The first of these curves takes into account the radiative decay
of the upper level 3°S; on the lower levels 2°P; and 2%P,, with the constants that correspond to
the spectroscopic values [16] (curve (1) from the previous figure). Curves 2 and 3, in addition
to the relaxation process of the upper state, take into account the radiative decay from the
lower states, and at that, when plotting curve 2, it has been assumed that each of 22P levels
decay at a rate equal to half that of the spectroscopic value, whereas curve 3 illustrates the case
when level 2%P; decays at a rate equal to the spectroscopic value, whereas the metastable level
does not relax. Curve 4 describes the case when both of 2P levels relax at a rate 1.5 times
that of the spectroscopic value. It is apparent from this figure that curves 2 and 3 practically
identical, while further increase of the relaxation rate results in a decrease in the polarization
field intensity.

In Fig. 5, the case was illustrated when all three levels, 3%S,, 2°P; and 22P,, are
radiatively relaxing, with equally sized relaxation constants v = 4, 6, 8. It is apparent from
the Fig. 4 that, for the last two relaxation constant values, emission consists practically of one
pulse, and this is in agreement with the results of previous work [13].

In the conclusion of this paragraph, we will provide some approximate formulas that
explain the appearance of the generated signal, and, particularly, the fact that the strongest
generation corresponds to the mismatch J. = 0, provided that in another arm of the A-scheme
there is no mismatch 6, = 0 (see Fig. 2). To obtain these results, we used the software package
Mathematica, deriving density matrixes values p,,(0), p..(0) (formula (1)), at the angle value
© = 0, and after that, correlation matrices elements p,; and p., were calculated analytically with
help of (13) and (16) formulas. Based on those matrices, spurs of matrices Sp(7uppaa(0)7aU),
SP(TpaPaa(0)rapUrperey) and Sp(pe.(0)re), were calculated analytically, making it possible to
obtain the right side of equation defining the polarization field:

d

%Epol = kEpol Sp(pbcrcb + pbarba>- (18)

Then, the variable x being imposed according to the relationship 6. = zA and assuming
A to be large, in first order perturbation theory, the expression for the polarization field can be
obtained :
(200 — 7\/%)6%it(1—2a:)A 0
4500(—1 + 22)A (19)
From this formula, it is apparent that the maximum of polarization field is achievable at
x =0 1i.e. 0. = 0, which coincides with the data in Fig. 2.

In (Epol) ~

5. Conclusion

In this work, the possibility of laser generation without inversion of the fine levels of
helium atom is considered. It should be mentioned that considerations of the problem in this
work and in articles quoted above [11,12] differ in principle. In the first part of this article,
the positiveness of the reinforcement coefficient is achieved via radiation transitions from a
specially-populated additional level, whereas in the second part of the paper, generation occurs
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in that arm of the A-scheme where the absorption is absent, due to the system achieving an EIT
state.

A peculiar feature of this work consists in that for lower levels, used for the coherent
excitation according to A-scheme, the excited states 23P; and 2°P, of the He atom were used.
The latter circumstances have permitted us to avoid significant broadening of the lower levels,
by means of their interaction with buffer gas. At the same time, the creation and maintenance
of a sufficient population at those levels is most probably caused by a strain to the system.
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