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interferometer
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INRIM - Istituto Nazionale di Ricerca Metrologica,
strada delle cacce 91, 10135 Torino, Italy

Abstract
The observation of neutron interference by using a crystal interferometer having a separate analyser opens
the way to the construction and operation of interferometers with vast arm separation and length. Setting the
design specifications requires a three-dimensional dynamical-theory model of their operation. In this paper, we
develop the needed three-dimensional mathematical framework, which also comprises coherent and incoherent
illuminations, and apply it to study the visibility of the interference fringes.

1 Introduction

Since its first demonstrations by Bonse and Hart in 1965 [I] and Rauch and collaborators in 1974 [2], perfect-crystal
interferometry has been a powerful tool to perform experimental physics and metrology with x-rays and neutrons
13, &, 5, 6, [7].

Because of the short wavelength, the interferometer’s crystals require atomic-scale linear and angular alignments
and stability. These requirements prompted the consideration of monolithic arrangements, where the splitting and
recombining crystals are carved in a single block of a highly perfect silicon crystal. However, a monolith is not
compatible with large separations of the interferometer arms, where optics and samples might be inserted, and
extended arm-lengths, where weak interactions can be amplified. For instance, when using neutrons having 0.1 nm
wavelength, in a 1 m long arm there would be 10'° waves, so that any minute retardation should accumulates a
detectable phase shift.

A solution to these limitations are interferometers consisting of separated crystals. In the case of x-rays, the
separation allowed accurate determinations of the silicon lattice parameter [8 [0]. Also, it allowed extending the
sample area and volume in phase-contrast imaging [I0]. Eventually, an interferometer composed of six separate
diffracting crystals allowed characterising the temporal coherence of 10 keV pulses from an x-ray free-electron laser
[I1]. An attempt to operate a split-crystal interferometer with neutrons is reported in [12], but it did not succeed
in achieving the interference. Neutron interferometry with physically split gratings and cold or very cold neutrons is
reported in [I3] 14} [15].

Recently, Lemmel and collaborators [16, [I7] operated a neutron interferometer having a split analyser crystal
and achieved a proof-of-principle demonstration that split-crystal interferometry with neutrons is possible. This
demonstration opens the way to the realisation of skew-symmetric interferometers operating with neutrons and
having crystal separations up to the meter scale. In these interferometers, already operated with x-rays [I8| [10],
the split crystal embeds also a mirror. They are insensitive to axial misalignments and allow long and spaced
interferometer arms, as well as scans of the arm length and Bragg angle alignment.

The object of this paper is to develop a mathematical framework by which the interferometers’ operation could be
modeled and analysed and design specifications provided. These goals require knowing the effect of three-dimensional
misalignments between the crystals splitting and recombining the neutron wave-function [I8]. Therefore, we extended
the dynamical theory of neutron and x-ray diffraction [19} 20} 21} 22] to model crystal interferometers that operate
with both x-rays and neutrons in three dimensions.

Since the paraxial approximations of the (time independent) Schrodinger and Helmholtz equations — relevant to
neutron and x-ray propagations, respectively — are the same, we introduce Fourier-components of the periodic electric
susceptibility that mimic also the components of the periodic Fermi pseudo-potential seen by neutrons propagating
in perfect crystals. The spatial coherence of the incoming particles (photons or neutrons) limits the interference
visibility. Therefore, we studied both coherent and incoherent sources.

In this paper, we consider only a symmetric interferometer where the analyser is free to move with respect to the
splitter-mirror pair. In addition to the greater simplicity, since further improvements require a three-dimensional



study of the systematic effects, this choice was also driven by the determination of the 22Si lattice parameter using an
x-ray interferometer having a separate analyser [8,[@]. A split-crystal skew-symmetric interferometer can be studied
along the same lines.

The paper is organised as follows. After reviewing the neutron and x-ray propagations in free-space, symmetrically-
cut crystals, and triple-Laue interferometers, the sections[2.5]and [2.6]introduce the Gaussian wave-packet and density-
matrix used to describe coherent and incoherent x-ray and neutron sources. The coherent and incoherent operation
of the interferometer are discussed in sections and 2.8

We describe the crystal fields as the components of a (quanto-mechanical) state vector [21I]. This choice allows
us to use matrix descriptions of optical components and simplifies the study of the interferometer, the description of
which can be built by assembling simple elements. The x-rays and neutrons leaving the interferometer are described
by propagating a single-particle Gaussian wave-packet (coherent source case) and the density-matrix of a Gaussian
Schell-model of the beam (partially coherent source case) through the interferometer. Eventually, we quantify the
effect of the spatial coherence of the source on the visibility of the pendellésung, moiré, and travelling fringes observed
when rotating and translating the analyser crystal.

To model the propagation in misaligned and displaced crystals, we determine the linear operator that changes
the representations of the x-ray and neutron single-particle states from that used to propagate them through the
splitter and mirror crystals to that seen by a roto-translated analyser.

All the computations were carried out with the aids of Mathematica [23]; the relevant notebook is given as
supplementary material. To view and interact with it, download the Wolfram Player free of charge [24].

2 Dynamical theory of the interferometer operation

2.1 X-ray and neutron states inside a crystal

We assume symmetrically cut and plane-parallel crystal slabs. The normal z to the slab surfaces and the reciprocal
vector h = 27%/d (d is the spacing of the diffracting planes) defines the reference frame (see Fig. . The position
vector r = (g, z) is split in the ¢ = (z,y) (lying in the crystal surface, with the y axis pointing up) and z (normal to
the crystal surface) components.

Monochromatic x-rays and neutrons inside a crystal behave like a quantum two-level system, a superposition of
two independent states spanning a two-dimensional Hilbert space V5. In this case, the basis, labelled as o and h, are
plane waves satisfying the Bragg condition. Their (complex) amplitudes, 1, 5 (x; z), are slowly-varying and square-
integrable functions of the transverse coordinates, which are element of the Lo(R?) Hilbert space. They propagate
along z, an optical axis that plays the role of fictitious time.

By using the Dirac bra-ket notation to ease the calculations [25], we introduce the single-particle state vector
[22, 26]

[¥(2)) = |¥o(2))]0) + n(2)) ), (1)

where, by setting n = o, h,

(¥l (2)) = [¥(x;2)) = Yo(x; 2)[0) + ¥n(x; 2)|h),
(X nlY(2)) = Pn(r; 2),

|O>:eiKO-r< (1) >7 |h>:eiKh.r( (1) )

It belongs to the tensor product Ls(R?) ® Vi of the Lo(R?) space of the square-integrable two-variable functions
and the two-dimensional vector space V5. We use the plus sign for the phase of plane waves, the 2 x 1 matrix
representation of V5, and, in the x-ray case and if not otherwise specified, we consider only a polarisation state,
parallel or orthogonal to the reflection plane. In addition,

(2)

K, = K(72 T aX) (3)

are the kinematical wave vectors satisfying the Bragg conditions K;, = K,+h, |K,| = |Kp| = K = 27/), v = cos(Op)
and Fa = Fsin(Op) are the direction cosines of K, j,, © 5 is the Bragg angle, and X is x-ray (neutron) the wavelength.
We consider a coplanar geometry, that is, K, 5, h, and z are in the same (horizontal) reflection-plane.



2.2 Free-space propagation

Neglecting gravity, by using the reciprocal-space representation (p|t)(z)) (see the appendix[A)]), the free space propaga-
tion of x-rays and neutrons, |¢(z)) = F(z)[¢(0)), is given by

(p|F(2)[p") = F(p: 2)0(p — p'),
where p = px + gy is the variable conjugate to r,

i(z>2+c12)2> ( exp [ipz tan(© )] 0 ) (4)

F(p;z) =exp ( oK, 0 exp [—ipz tan(© p)]

and K, = K~.

In , the +pztan(©p) phase contribution corresponds to geometric optics. According to it, in the horizontal
plane, the o and h states propagate in the K, ; directions. Therefore, considering these terms alone, we have
Yo (T,y;2) = Yo n(x £ 2ztan(0p),y; 2 = 0), where the plus and minus signs apply the o and h components, respect-
ively.

The q.z = (p? + ¢?)z/(2K.) phase contribution makes 1) (x; 2) spreading and the wavefront bending. In addition,
q. = (p*> + ¢*)/(2K.) makes |K,, + (p,q.)| approximating K, as required by propagation in a vacuum.

The v = cos(Op) factor takes the oblique propagation (with respect to the z axis) of the |o) and |h) states into
account. Therefore, 2/ = z / v is the propagation distance along the K, ; directions.

2.3 Laue diffraction in a symmetrically cut crystal

Neglecting gravity, the Laue transmission by a symmetrically cut crystal, |[¥(z)) = Uy(z)[1(0)), is given by the
scattering matrix [22] [26]

(p|Uo(2)|p") = Up(p; 2)d(p — p'),

where

Uslp:z) = A(z)<£gz; Ti(j’;fg) )exp <_i(?92+‘12)2> (58)

Az) = exp (;f) exp (W) (5b)
iwsin(Cy/n? + v?)

R(p;z) = S (5¢)
T(p;z) = cos(CvVn?+v?) +nR(p;2)/v. (5d)

In these equations, K, = K~, ( = 7TZ/A€ is the dimensionless propagation distance, n = A, tan(@B)p/ﬂ is the

dimensionless resonance error, A, = 27y / | Kx+n]| is the pendellosung length, and v = xip / [X+n|- A list of the main
symbols used is given in the appendix [F]

By extending the dynamical theory terminology [27], we call p the resonance error. It encodes the distance of
the plane-wave components, zzn(p; z)exp(ip - 1), of the ¢, (r; z) wave field from the resonance condition p/K = 0.
In fact, the reflection and transmission coefficients R(p;z) and T'(p; z) do not depend on ¢ and diffraction is two-
dimensional: it occurs in a plane, which is defined by the surface normal and h. Therefore, p/K = 0 is associated to
the plane waves fulfilling, at the first order, the Bragg condition. This is a consequence of the approximation made
when solving the Helmholtz (Schrédinger) equation for the x-ray (neutron) propagation in an infinite crystal, which
approximation implies p, ¢ < K [20].

In , the (p? + ¢?)z/(2K.) phase recovers the free-space propagation when taking the y; — 0 limit (this
is equivalent to A, — 00, see the supplementary material), which corresponds to neglect the interaction with the
crystal lattice. This term was neglected in the first-order approximations made in [26].

The coefficients of the Fourier expansion of the dielectric susceptibility are

47Tr6 —ih-r;
Xh = 55— ) [je 7,
K2Veen ZJ: !

where the sum is over all the atoms in the unit cell, 7. is the (classical) electron radius, Ve is the cell volume, and
f; the form factor of the j-th atom. They are linked by xn = —vp, / K? to the coefficients of the Fourier expansion
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Figure 1: Top and side views of a triple-Laue interferometer with a split analyser crystal, which is misaligned by a
tilt p about the z axis. S splitter, My and My mirrors, A analyser. The x axis is orthogonal to the diffracting planes.
Right. Red and blue rays indicate arms 1 and 2, respectively. ©p is the Bragg angle, exp(iK, - r) is the input o wave,
Az is the defocus. p, 6, and u are the analyser pitch (the rotation about the z axis) and yaw (the Bragg rotation
about the vertical y axis) angles and displacement along the x axis, respectively (the arrows indicate the positive
rotations and displacement). Left. The red and blue rays are associated to the ¢/ K = 0 plane-wave components of the
single-particle wave function. These rays leave the source collinearly, travel the arms 1 (red) and 2 (blue), interfere in
the o state, and have a yp = 2p(t4 + zpa) tan(© ) offset at the detector, see section The green ray leaves the
source at the py = 2psin(© ) angle and ys = poz4/ cos(O ) distance, see section [2.7.3] It is associated to the ¢ = hp
components of the single-particle wave function, travels the 1-st arm, and interferes collinearly with the ¢/K = 0
components (blue). za, ta + zpa, and zp are the source-to-analyser, analyser-to-detector, and source-to-detector
distances.

of the scaled periodic potential governing the time-independent Schrédinger equation for the neutron wave function
inside a crystal [3],

4m —ih-r;
v, = Vo ; bje 7,

cell =

where b; is the neutron (coherent) scattering length of the j-th atom and bg; = 4.15071 x 1076 nm [28] 29].

A translation u changes xj to x, exp(ih - u), but propagation is independent of the reference-frame origin, which
we chosen so that x4, = x—p. In addition, since exp(+in) = —1, propagation is independent of the x4 and v signs.
The xo sign depends on the sign in the exponent of the plane wave functions.

2.4 Triple Laue interferometer

Let us consider an interferometer having the analysing crystal separated from the splitter-mirror pair, see Fig.[T} The
representation of the particle state uses the kinematical plane waves defined in as the |o) and |h) states. Since
the analyser crystal might be differently oriented and displaced to the splitter-mirror block, this representation cannot
be simultaneously used for both. Therefore, we need to change the (laboratory) state leaving the first crystal, [7(z)),



to that seen by a misaligned analyser, |¢)(z)). The linear operator J\/J\(z) that carries out the |4 (2)) = ]\/Z(Z)WL(Z))
transformation is given in the appendix [B] Hence, the propagation through the interferometer is given by

|wout> - X"l/)in>a (6&)

where

X = F(zpa)M Y (Az + tA)Up(tA) M(A2) | F(241) PaUo (ta11) F (2011) Py + F(242) PoUo (ta12) F (2012) P | U (ts) F (25),
(6b)

and we introduced the projectors P, = |n)(n|, n = 0, h. The symbol meanings are given in Fig. [Il| The effect of the
MY (Az +tA)Up(ta)M(Az) transformation is shown in the appendix

2.5 Coherent source.

Ounly one particle (photon or neutron) is inside the interferometer at any given time which, therefore, supposes
interference of single particles. We start describing each particle of the incoming beam by the same Gaussian
wave packet, (r|i) = (x|tin){y|tm), monochromatic, separable, originating in (rg, —zg), and propagating at the
arctan(po/K) angle to the K, direction. Hence, at the source, at a zg distance from the splitter,

t -l .
bt = tin(0)l0) x xp (75 a5 1o, ™
0
where [y is the radius, which we assumed the same for both the x and y factors; the extension to an elliptical wave
packet is trivial. A summary of the equations for the oblique propagation of a Gaussian wave-packet is given in
the appendix [C] Here and in the following, the proportionality sign indicates that, to avoid non-essential algebraic
burdens, we omit any normalisation factor.

The reciprocal-space representations of the |¢);,) (see the appendix [A] and supplemental material) is

(Pltin) = Fin(P)lo} ox exp (—"°‘Z" ip- x0> ). ®

2.6 Partially coherent source.

Owing to the limited spatial coherence of x-ray and neutron sources [30, B1], that is, the limited capacity to prepare
every particle always in the same state, we consider each incoming particle in a probabilistic superposition of the
(separable) single-particle Gaussian states

_\?—?0|2
G

<X|¢in(ﬂ30, ¢Oap0)> X exp ( + 1¢0 + lpO . F) |0> (9)
The probability density that the Gaussian state |t (zo, ¢, Po)) is centered in ro and has ¢ phase and arctan(pg / K)

propagation angle is

2l ¢ Ipol?
p(zco,qbo,po)meXp( w207 207 )

Hence, the ro, ¢o, and po are uncorrelated normal variables having zero mean and w3 / 2, 0357 and 012, variances,
where wgy > lg. Without loss of generality, we made the zy mean and reference frame origins to coincide. Also here
we assumed circular profiles for both the single-particle states and their superposition. The extension to elliptical
profiles gives no problems.

This mixed state is characterised by the density matrix [32] 25]

Jin = E(‘win(?av¢aapa)><win(?ba¢b7pb)|)a (10)

where E(.) indicates the ensemble average. In the limit as o4 — 0o and o, > 1/wo, the direct- and reciprocal-space
representations of the density matrix are (see the supplementary material)

<Z¢1|jin|?2> _ (jin(%v&) 8)7 (11&)

< En(pé,pz) 8 > (11b)

(p1ljinlp2)



where

. o + el o = p2f?

Jin(¥1,72) ocexp <— " - 202 ) (12a)
~ 2 24 202 — 2w?
]in(plaPZ)OCGXp <_ (|p1| ‘p2‘ ) 80 |p1 p2‘ 0> ’ (12b)
are the mutual intensities of a Gaussian Schell-model of the particle beam [33] 34],

2 i
0= ——5— 1

T 1430 (13)

and we neglected terms proportional to ly/wy < 1.

It is easy to check that the density matrix is positive definite, Hermitian (actually, in this case, symmetric),
and has unit trace (or equal to the particle number, depending on the chosen normalisation). Its diagonal elements
are the particle densities in the chosen basis. The off-diagonal elements give information about the interferences
between the relevant states, i.e., they represent the coherence of the superimposed states.

A diagonal density matrix with equal elements on the diagonal represents a completely incoherent superposition.
The density matrix associated to the pure state @ and can be obtained by taking the limits as ¢o/wg — oo of

(122)) and ([12D).
2.6.1 First order correlations.
The normalized first order correlations (see the supplementary material),

7|§1 XzQ}

(1) _
Gin’ (T1,12) = exp [ 20

highlight that £y measures the (transverse) coherence lengths.

2.6.2 Free-space propagation.

The free-space propagation of the density matrix is given by j, = Fji, F'' [35], where the dagger indicates the adjoint
and F' and j;, are given by and , respectively. To exemplify, let us consider the

_ eiq%z/(2Kz)A7 )e*iqu/@Kz)

J=(q1,q2) Jin(q1, 2

factor. After transforming it back to the direct space, we obtain

2 2 2 . 2 9
j yity Y1 — Y2 iK(y2—vy
J=(y1,y2) x exp { 1w2 5 ( ) (y1 3)

z

202 2r, ’

where (see the supplementary material)

422 wol,
., = 14— = , 14
v YA Rz T o, (142)
422 Low,
b, = loy|1l+ ——55=—— 14b
i 0 \/ + K2w2 2 wy (14b)
K2 292 4 2
r, = zwoéo + 4z , (140)

4z

are the radius, spatial coherence, and radius of curvature at a distance z from the beam source, respectively.

The coherence length spreads like the radius of a coherent beam having ¢ source radius and 6, = arctan[2/(K ,wo)]
divergence, see ([14bf). Therefore, propagation increases the beam coherence, which is the content of the van Cittert-
Zernike theorem. When £y/wo — 0, that is, when the beam’s particles are completely incoherent, as the particles
propagate, the coherence length increases as 2z / (K, w)



2.6.3 Particle density.
The particle density of the propagated Gaussian Schell model,

S(x) = ja(x,x) o exp (= 2[zf* /w?),

behaves like the particle density of a coherent beam having wq source radius and 6,, = arctan[2/(K,{y)] divergence.
When the beam’s particles are completely incoherent, ¢y /wy — 0 case, then Kw, — oo. Therefore, a finite divergence
is possible only if the source coherence is not null.

2.7 Interference signal: coherent source

When all the incoming particles are in the same state (p|¢in) = Jin(p)b}, they leave the interferometer as

<p|wout>:exp( ie” +q )ZA Vi) ),

1,2

where t; = tg + tp; + ta is the total crystal thickness along the i-th arm and, by the application of (see the
supplementary material),

Jol (p
1;02 (p
Una(p
Una(p

In the equations , see Fig. |1} p and 0 are the analyser rotations about the z and y axis, respectively,

(p+ 0K, — pag; ta)R(p; tar) )T (pi ts)¥in(p, q — hp) exp [~i[pr1 — qys + h(u + 0A2)]], (
(p+ 0K — pg; tA)R(p; tar2) R(p; ts)in (p, @) exp(—ipa2), (15b
(—p — 0K + pa; t4)R(p; tar1 )T (p; ts)¥in(p, q) exp(—ipw1), (
(p+ 0K — pa; ta)R(p; tar2) R(ps ts)tin (p, a + hp) exp [—i[pz2 + qys — h(u + 0Az)]]. (

R
T
T
R

—_ — — —

€Xr; = i(ZAi — zMi)tan(@B),

are the horizontal offsets from the origin of the waves leaving the interferometer (the plus and minus signs refer to
the ¢ = 1,2 arms, respectively),

ys = 2pza tan(Op),
is the vertical offset at the source between the plane-wave components interfering collinearly, see section [2.7.3]
Az = (za1 — 2a1) — (2m2 — 242),

is the defocus, z4 = zg+ts+zni +ipi+24; and zp = z4+t4+2p 4 are the source-to-analyser and source-to-detector
distances, respectively, and K, = K~.

Free-space propagation leads to the spatial separation of the o and h states leaving the interferometer into two
spatially localised states, [1,1(r) +102(2)]|0) and [tp1 () +vn2(r)]|R), whose i = 1,2 components overlap and interfere.
In , unessential phases shared by the interfering o and h states and second order terms have been omitted.

The equations chain together the particles’ reflections and transmissions along their way through the inter-
ferometer. The phases proportional to p and ¢ take their horizontal and vertical shifts into account. Eventually,
as the analyser moves, the h(u + §Az) phase gives rise to travelling fringes, the period of which is equal to the
diffracting plane spacing. This is the foundation of the measurement of the Si lattice parameter and atomic-scale
length metrology by x-ray interferometry.

It is worth noting that 2Az = (x; —x2)/tan(Op) and h = 2K sin(Op). Therefore, the phase term h#Az in
and can be rewritten as h0Az = K,(x1 — x2)0. This formula shows that the hdAz phase originates in the
difference 6(z1 — x2) of the lengths of the particles’ paths through the interferometer.

2.7.1 Triple Laue rocking curve.
Figure [2 shows the triple Laue rocking curves [36] [37],
+o0

2,7 2
Irrr (0, p) x / |R(p + 0K — pg;ta)R(p; tar2) R(p; ts)| [t (p, g + hp)|” dpdg, (16)

—00
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Figure 2: Triple Laue rocking curves of a crystal neutron-interferometer having a split analyser, see and table
The abscissa is the Bragg misalignment of the analyser to the splitter-mirror pair. ly is the (vertical) source size
of the single-particle wave-function, see @, p is the pitch misalignment of the analyser.

Table 1: Parameters used in the numerical simulations.

Xo = Xn = —2.382 x 1076 v=-—1
ng=1-1.191x10"° o =0

A =0.190 nm d =192 pm

K = 33.1 rad/nm h = 32.7 rad/nm
A, =69.3 um ©p = 0.518 rad

tg =ty = 15.75A, ~ 1.092 mm tp1 = tare = 15.5A, ~ 1.074 mm

of a neutron interferometer having different analyser pitch-angles and illuminated by Gaussian wave functions having
different source radii. The simulation parameters are given in table ¢m D, q) is given by , where po/K = qo/K =
0 and both the horizontal and vertical radii are equal to ly. The crystal thicknesses were chosen so that — when
n = 0, see Egs. (5¢) and (5d) — the mirror reflectivity is maximum and the reflectivity and transmissibility of the
splitter-analyser pair are equal. The Iggr () symmetry about the § = 0 rad axis originates from R(p; z) and Jin (p,q)
— because of the pg/K = 0 choice — being even functions of p.

The pq offsets of the null resonance-error, see the argument of R(p+ 0K, — pg;ta) in d), shifts the analyser’s
Bragg alignment, that, otherwise, occurs at # = 0 rad. It makes the Bragg alignment dependent on ¢, i.e., on the
out of reflection-plane propagation of the plane-wave components of the particle wave-function.

The averaging of out-of-phase pendellésung fringes — generated by the plane waves propagating at different vertical
angles to the reflection plane — jeopardises their visibility. For any given spread of the (vertical) momentum g, see ,
the pitch angle reduces the fringe visibility, which visibility can be recovered by improving the vertical collimation.
In the Kly — o0, i.e., a cylindrical wave-function having a perfect vertical collimation (approximated in Fig. [2| by
the lop = 100 nm case), the rocking curve is insensitive to the pitch misalignment.

2.7.2 Defocus.

As shown in Fig. |1} the interfering waves 1,1 (z) are sheared by z¢g = 1 — 2 = 2Az tan(© ) with respect to ¥,2(x).
We recall that z; is the horizontal distance from the origin of the beam leaving the interferometer after travelling
the ¢-th arm. _

This shear is reflected in the appearance of the extra phases pz; in ¥,;(p), see the equations . In fact,
transforming, for instance, @Zol(p) and 1;02(}3) back to the direct space, and recalling the ”time-shifting” property of
the Fourier transform, we obtain ¥,1(x,y) = Y2 (x — 0, y).

With a plane wave illumination, the offset between 1,1 (z)|n) and ¥,2(x)|n) develops only an unessential phase
difference. Contrary, with a point source the interfering wavefronts are curved and their offset recombines plane-
wave components that left the source at different angles and yields a pattern of vertical fringes. In this respect, the
interferometer operation is related to the wavefront shearing in light optics. A detailed geometric-optics study is in
[38].

The first-order effect of defocus on the phase of the travelling fringes — encoded by the pz; phases in the waves
leaving the interferometer — and, consequently, on the lattice parameter measurement was investigated analytically



and experimentally in [39] [40} [4T].

The present analysis brings into light an additional phase term, h§Az, associated with the simultaneous existence
of the analyser defocus and misalignment. In the split-analyser case here considered, the travelling fringes are visible
only if Az/A. ~ 0 [39]. Therefore, it is a second-order effect.

2.7.3 Moiré fringes.

The analyser pitch angle p tilts the reflected waves by py = hp/K = 2psin(©p). As shown in Fig. |1} the ¢’s plane-
wave components of the single-particle wave function superimposing collinearly after travelling the interferometer
have an yg = poza/ cos(Op) offset at their start. This offset stems from the qys phase of 1ho1(p) and ¥p2(p) in the
same way as discussed in section [2.7.2]

For example, from the equations (where the gp offset of the analyser Bragg alignment is neglected), the virtual

wave 1)

in

(p) = zzin(p,q — hp) exp(iqys) overlaps collinearly Jog(p) when leaving the interferometer. Transforming

/

7,(p) back to the direct space, we obtain ¥, (x,y) = ¥in(x,y—ys) exp [+ihp(y —ys)], whose origin and propagation
direction are changed by ys and pg, respectively.
The misalignment of the interfering waves yields a pattern of horizontal fringes. Let us neglect the gp offset of
the analyser Bragg alignment. Hence, considering only the ¢ factor and the o state, the interfering waves are

22
" ” ig°zp | . .
o1°(q) o< Yin(q — hp) exp (— ZKD +iqys — 1hpAy> ,
) (17)

2
Tout " _197zp
23 o D)oo (-2 ).

where ys = 2pza tan(©p) and z4 and zp are the source-to-analyser and source-to-detector distances, respectively.
Also, we assumed a rotation axis vertically displaced by Ay from the origin. Hence, the analyser is displaced by pAy
and the hpAy term appears in the ¥, (p, ¢) phase.

By using the ¢i,(q) factor of (§), where ¢o/K = 0, and transforming back to the direct space, we obtain (see
the supplementary material)

- 2 iK, 2 271 .
o () o cxp (—(y yp)* | Ky Wy—1hpAy>a

PR (18)
23 e (4 + ).
where yp = 2p(ta + zpa) tan(Op) is the offset between the interfering plane-wave components at the detector,
A, d K222 tan*(dg) + 4 (19)

- p K2z2p tan?(dg) + 4

d is the diffracting-plane spacing and 9, Ip, and 1/rp are the beam (vertical) divergence and the beam radius and
wavefront curvature at the detection plane z = zp (see the appendix [C]).

Fringe spacing.

The superposition of the waves given in the equations yields interference fringes parallel to the = axis and having
A, spacing. When zp = z4 (that is, the detector is located at the analyser) or ¥y — 0 (that is, the incoming wave
is plane), the fringe spacing is

A,|zp=24 = d/p. 20
p| Ay /p (20a)
Also, if ¥g — 7 / 2 (that is, the incoming wave is spherical), the fringe spacing is

dZD

@Zp 20b
P ZA ( )

Ap|190~>7'r/2 =



Fringe contrast.

By using the equations , the contrast of the fringe pattern is (see the supplementary material)

_ 2|01 ()52 (v)| _ <ech [yD(QZ/_yD):|
[Po1 ()2 + [to2(y)|? l%) 7

where [p is the vertical radius of the beam at the detector. Figure [3] where [p must substitute for wp, shows how
the contrast depends on y and yp (see also the section .

When yp/lp = 0 (that is when the analyser is aligned to the splitter/mirror pair or the detection plane is at the
exit surface of the analyser) and when y = yp/2, we achieve the maximum contrast. If the analyser is misaligned
and the detection plane is far from the analyser, that is, if yp/lp # 0, as |y — yp/2| increases the fringe contrast
decays approximately like a Gaussian having 31%, / (5yp) standard deviation.

(21)

2.7.4 Travelling fringes.

The analyser displacement u retards or advances by hu the phase of the waves reflected by the analyser. As a result,
a scanning analyser gives rise to travelling fringes, the period of which is equal to the spacing of the diffracting
planes. This is the foundation of the measurement of the silicon lattice parameter by combined x-ray and optical
interferometry [g].

If the detectors do not resolve the interference pattern, but counts the total particle count, integrations are
necessary to obtain the observed signals I,,. Hence,

+oo .
L= [ 1na(e) + Gz dp = oL+ Ty cos(®,)]. (22
—0o0
where we assumed an infinite detector aperture and carried out the integration in the reciprocal space.

In the x-ray case, since photons by conventional sources have any polarisation, with equal probability, we add
the o and 7 polarisations incoherently, which is unnecessary in the neutron case. Therefore, in ,

+oo
L= Y AP [ L eP (230)
=07
+oo -
20 = AAR) Y [ LG e . (23b)
L, = 2[E,]/Jn, (23c)
o, = arg(E,), (23d)

where the star indicates complex conjugation and the hu phase yielded by the analyser displacement is included
in ®,,. The first order systematic errors in the measurement of the silicon lattice parameter by scanning x-ray
interferometry were investigated in [39).

By using the i, (q) factor of , where ¢o/K = 0, considering the leaving o state, ideal geometry (i.e., t4 = tg,
tarn = tae, 0 = 0 rad), neglecting the gp offset of the analyser Bragg alignment, and carrying out the integrations
over ¢, we obtain (see the supplementary material)

2|=,| ys _ h*gp? h2p*l5
I'= TO X exp (21% — 3 exp 7T s (24)

where [ 4 is the (vertical) beam size at the analyser. In , the y%/(212) term originates from the different intensities
of the interfering rays, whereas the h2i2p?/8 term originates from the tilt of the interfering wavefronts.

2.8 Interference signal: partially coherent source

When the beam particles are in the mixed state ji,, calculating the densities of the leaving particles,
Su(®) = (p.ljout|ns p) = Jun(p. ), (25a)

. . 1 +Oo“r ip-r —ip’-
Sn(?) = <;7n|.70ut|n7?> = Jnn(x,y) = 4771_2/ ]nn(p,p,)eJr Pre—p de dpl,
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requires propagating ji, through the interferometer.
This propagation is given by jout = X JinX T where the dagger indicates the adjoint and X is given by or,
by using the reciprocal-space representation,

—+o0 —+oo .
(p1lout p2) = / (P2 X|0") (0 Linl”) (0| T p2) dp'dp” = / (P2 XPolp)Jin (', 0") (0" |(X Po)T[p2) dp'dp”, (26
where (p'|jin[p") is glven by ( -, we took P2 = P, and P/ = P, into account, and the scalar-valued function
Jin(p’,p”) is given by (12b). The representations of X P, and ( Pt ar

Xo(p,p') 0

XPp) = oW , 97a
BIXPIP) ( A (272)
and
Y * " Y "

wrir i = (KD Xk ), (27h)
where, omitting unessential shared phases,
= +
Xn(p,p’)zexp( i’ q ) > At Xi(p,p), (28)

1=1,2

and )?ni(p, p’) are given in the appendix @ The nm elements of are

—+oo

~ o) ~ i 2 2 z % i
Jnm (P1,P2) = X (pr, ) X5 (P2, 0 ) jin (0, ") dp’dp” = exp ( (e " — Ip2l") D) D7 A()A(4)55) (p1.p2).

- 9K,
(29)

By introducing p_ = p; — p2 and q_ = q1 — go, the diagonal terms j,m (pl,pg) needed to calculate the particle
densities are (see the supplementary material)

G5 (p1,p2) = T(piits)R(prstar)R(p1 + 0K, — pqista)T™ (p2;ts) R (pastart) R (p2 + 0K, — paz;ta) (30a)
X Jin(P1, @1 — hp, p2, @2 — hp) exp [—i(p_z1 — q_ys)],

32 (p1,p2) = R(piits)R(pritar2)T(p1 + 0K. — pgista)R* (p2its)R* (p2; tar2) T (p2 + 0K, — pga;ta) (30b)
X Jin (P15 1, P2, G2) exp(—ip_z2),

IS (p1,pa) = T(prsts)R(pistan)R(p1 + 0K, — pgista) R (posts) R* (pai tar2) T (po + 0K, — paoita) (30c)
X Jin (D1, @1 — hp, 2, g2) exp {—i [p121 — pawa — quys + h(u + 0Az)]},

]oo (Pl,PQ) = J¢()}>2)*(P2,P1)a (30d)

I p1p2) = T(puits)R(prstar)T(—p1 — 0K + par; ta) T (po; ts) R (p2s tan )T (—p2 — 0K, + paz;ta)  (30e)
X Jin (D1, q1, D2, g2) exp(—ip_z1),

I (prp2) = R(prits)R(pyitare) R(py + 0K, — pgu;ta)R* (p; ts) R (pa; tars) R* (p2 + 0K — paz;ta) (30f)
X Jin(P1 @1 + hp, P2, @2 + hp) exp [<i(p_z2 + q_ys)] ,

Il rpe) = T(puits)R(puitan)T(—p1 — 0K, + pau; ta)R* (p2; ts) R (pa; tarz) R* (2 + 0K — paz; ta) (30g)
X}in(pla q1,P2, G2 + hp) exp {—i[p171 — paza — qays + h(u + 0Az)]},

I (p1op2) = G (e, 1), (30h)

We remember that t; o are total crystal thickness along the 1 and 2 arms, zp is the detector distance from the source,
21,2 are the horizontal distances from the origin of the beams leaving the interferometer, and yg is the start offset
between the wave packets interfering collinearly, see Fig.

11



2.8.1 Triple Laue rocking curve.

The triple Laue rocking curve is given by

+oo too
~ 2~
Irrr (0, p) x / 1522 (p, q)|* dp dg o / |R(p+ 0K — pq;ta)R(p; tar2) R(p; ts)| jin(p, g + hp) dpdg, (31a)

oo

where, see (12b]),

P+ qW%} _ (31b)

Jin(p,q) o< exp {—( 5

Since }in(p, q) equals |1Zin(p, q)|? (see @) where py and gg are set to zero), the rocking curves shown in Fig.
hold true also for an incoherent neutron source. However, the visibility of the pendelldsung fringes is not ruled by
the source size wg, but by the coherence length ¢y; the smaller, the lesser the fringe visibility.

2.8.2 Moiré fringes.

The moiré pattern yielded by the analyser rotation p is encoded by the particle density (25b]). Let us neglect the gp
offset of the analyser Bragg alignment. Considering only the o state and ¢-factor, the addenda of j,»(q1,¢2), see 1)

and , are

~(11) . i(¢?—d3)z2p

Joo '(q1,q2) 1n<q1 hp,qz — hp)ed-¥s™ 2K (32a)
l(qf*qg)zD
]00 (ChaQQ) X Jin (QhQQ) 2Kz ) (Szb)
i _i(q27q2)ZD
Joo (1, 2) Jm(Q1 hp,go)e Vs (32¢)
.700 <Q1 q2) = ]oo (Q2aq1) (32d)

where jm(ql,qg) is the ¢ factor of -, ys = 2pzatan(Op) is the start offset between the particles interfering
collinearly (see Fig. (1)), and we 1nc1uded the (¢? — ¢5)z/(2K.) phase picked from .
The results of the mtegratlons are (see the supplementary material)

. 2(y —ypn)®
4550 (y) o< exp [(QD)] : (33a)
Wh
. 29
382 (y) o< exp (—2> : (33b)
Wh
2 2 2 :
(12) Yp Yy +(y—yp)  2miy 33
) o oxp |~ - LU I0E | 2R (330
iSV ) = %P (). (33d)
where /p and wp are the correlation length and the beam size at the detection plane, respectively,
A = d K222 tan?(9,) tan?(d,,) + 4 (34)
P p K2z 42p tan? () tan?(9,,) + 4’
is the spacing of the moiré fringes, tan(d,) = 2/(K.4), and tan(d,,) = 2/(K,wy).
Fringe contrast.
Putting (25b) and the equations together, the y-factor of the (o state) particle density is
So(y) = 2e*2y2/w% [1+ T cos(2my/A,)], (35)
where
2)j5”| ( vh ) (ym(2y - yD)>
FN=——— =exp| —=5 | sech | ———— ), (36)
o T

which, apart from the exp [ — y3,/(2(%,)] factor, is the same as and tends to it as £o/wg — .
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Figure 3: Normalised contrast I, see (21), or exp [y, /(2(%)]T, see (36), of the moiré fringes due to the pitch angle
of the analyser calculated for a Gaussian wavefunction [see (21)] or a Gaussian Schell-model of the source [see (36)].
The color scale is from red, 1, to blue, 0.27. /p, wp, and yp are the coherence length, radius, and offset of the
interfering beams at the detector, respectively (see Fig. 1).

The contrast of the fringe pattern is shown in Fig. [3] The maximum, which is equal to
Fnax = exp [ - yQD/(QEZD)]y (37)

occurs when y = yp / 2, that is, when y is midway between the interfering-beam spots, wp/yp — oo, and yp =0, in
which case (and only in this last case) it is one.

According to , the maximum contrast is set by the coherence length ¢ at the detection plane. Because of
the van Cittert-Zernike theorem, the coherence length increases with the detector distance from the source. For
instance, when f/wo — 0 (that is, the source is completely incoherent), the coherence length at the detection plane
isfp =4z / (K, wo), see . Therefore, reducing the source radius wg increases the contrast, as it is reported in

We can qualitatively understand the effect of the source coherence as follows. According to and the therein
discussion, the phase difference of fringe patterns originated by any pair of point-like sources vertically spaced by Ay
is hpAy. If zp = z4 (that is, the detection plane is the analyser), the patterns’ spacing is Ay and their phases run
as hpy. Therefore, the fringes overlap in phase and their contrast is one, as predicted by . Contrary, if zp # 24,
according to , the patterns’ spacing increases to Ay + yp and their phases run as hpzay/zp. Therefore, the
fringes overlap out of phase and we lose contrast.

2.8.3 Travelling fringes.
The integration of the particle densities (25a)) over p,

I, = /+OO Sn(p)dp = J [1 4T, cos(@n)], (38)

— 00
gives the counts of total particle. By noticing that ;,(ffl) (p,p) are reals and 37(12711)(]3, p) = 37(11,12)*(]3, p), we obtain (the
sums over the o and 7 polarisations are irrelevant in the neutron case)

+Oo~..
Jn =Y / 3507 (p, p) dp, (39a)

B=o,m =X
i=1,2
oo 12
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Ty, = 2|2,|/Jn, and ®,, = arg(E,). The expressions of }%(p,p) and }S}p(p,p) are given in the appendix [E| It is
worth noting that they are the equivalents of |Jnl(p)\2 and ng(p) ~;72(p), respectively, in the equations 1'

The joint effect of the analyser pitch angle and incoherent source on the fringe visibility can be investigated
observing that the density matrix ji, is separable, see the section . Considering the leaving o state, ideal
geometry (i.e., ta = tg, tpy1 = tae, 6 = 0 rad), neglecting the gp offset of the analyser Bragg alignment, and
carrying out the integrations over g, we obtain (see the supplementary material)

2 2.2,2 2,2 2
ye  hop wj hew%p
F: ———F — = _— 4
exp( 202 3 ) exp< 5 >, (40)

where w4 is the (vertical) size of the particle density at the analyser location, see .

This visibility is the same as . In the same way as in , the y2/(2¢%) term originates from the different
intensities of the rays interfering coherently, whereas the h?w?p?/8 term originates from the tilt of the interfering
wavefronts. If hfy — 0, then hwy — oo and T' — 0. Consequently, if the particles’ source is completely incoherent,
the interferometer operates only with a perfectly aligned analyser.

3 Conclusions

The proof-of-principle demonstration that the alignment and operation of a split-crystal interferometer with the
accuracy required for neutron interference are technically possible [16] [I7] prompts the design of split-crystal skew-
symmetric interferometers operating with both x-rays and neutrons and having the potential of crystal separations
up to the meter scale.

Quantifying the effect of the misalignments between the crystals on the visibility and phase of the interference
signals is essential to identify the specifications necessary to successful manufacture and operate the interferometer.
Three dimensional operation and spatial coherence play an important role in determining the interference visibility.
Therefore, otherwise from previous studies, the paper novelty is a formalism to model split-crystal interferometers
in three dimensions and operating both with coherent and partially coherent x-rays and neutrons.

For the sake of algebraic simplicity, we considered a symmetric geometry and only the analyser free to move with
respect to the splitter-mirror pair. A split skew-symmetric geometry, where one of the two mirrors is integral with
the analyser and free to move with respect to the other, which is integral with the splitter, can be studied along the
same lines and will be the subject matter of future investigations.

We quantified the dependence of the pendellésung-fringe phase on the out-of-reflection-plane propagation of
the plane-wave components of the particles travelling through the interferometer. If the analyser’s pitch angle is
misaligned, the averaging of the out-of-phase pendellésung fringes associated with different plane-wave components
reduces the fringe visibility, which reduction can be used to approach the right alignment. Eventually, the visibility
of the pendellésung and moiré fringes as a function of the analyser pitch angle delivers information about the source
coherence.

Our formalism will also allow the effects of parasitic pitch rotations — associated with the analyser axial dis-
placement — on the phase of the travelling fringes to be quantified. This quantification, which is integral to the
investigation of systematic effects in the measurement of the 28Si lattice parameter, will be the subject matter of a
future investigation.

Eventually, the developed formalism opens new possibilities to study gravitationally-induced interference in a
neutron interferometer from first principles [43}, 44}, [45].

A Reciprocal space representation

According to the sign convention adopted in the propagation of electromagnetic waves, the direct space representation
of the state [¢)) is the plane-wave superposition

+oo

6l = vn(E2) = o= [ Gl )™ dp,
where

~ 1 400 )
(Pl (2)) = (s 2) = o | o (r;2)e P Edx
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is the reciprocal space representation. We also use the orthogonality and completeness (in the Dirac sense) of the
(xlp) = e17¢ /(2m)

and

(plr) = e™¥F /(2m)

bases, which are expressed by the integral representations of the delta distribution

1 e
<plp/>:5(p’7p):4—ﬁ2/ el P E gy
and

/ 1 toe 4
() =00 —0') = 2/ eP (=) dp.

B Laue diffraction in a displaced crystal

Since the analyser might slip and orient differently from the splitter-mirror block, we need representing the (quantum)
state of the incoming particles in a roto-translated basis.

Any misalignment is described by a rotation about an arbitrary point plus a translation. Vertical displacements
(along the y axis) are irrelevant because the analyser is symmetrically cut and plane-parallel. Displacements along
the z axis are encoded by the crystal spacings. Eventually, it is timely that, in the rotation centre, the o and h
bases have the same phase. Consequently, the interferometer focus, rp = (zr,0, zr), is the optimal choice and the
displacement u along the x axis is the only additional degree of freedom (see Fig. . Since the interferometer is
insensitive to the roll angle, which plays a role only if it is macroscopic, we neglect it.

After translating the interferometer and analyser origins in rg, the interferometer position-vector ry, (relative to
rr) is seen from the analyser as

rqg = Mrp = R(rp) + uXy,

where
1 —p 0
R = p 1 01,
-6 0 1

and 0 and p indicate yaw (the Bragg’s rotation about the vertical, y, axis) and pitch (the rotation about the z axis)
angles, respectively. Accordingly, the analyser, first, rotates about rp and, then, translates by —uxy. From the
analyser viewpoint, the splitter-mirror block counter-rotates about rp and translates in the ux, direction.

We indicates by M the linear operator associated to M that changes the abstract single-particle state leaving
the first crystal, [/ (z1)), to that seen by the analyser, [t)4(z4)), that is, [ (24)) = M|’(/JL(ZL)> Since the wave-
function value at any given point is unchanged despite the change of the reference frame, r4 = Mry, the operator
M that we are seeking can be found by explicit construction. Therefore, by using 1.)

iK,ry [ 1 K, (M~ tra) (1
o), = e'¥e L( ) = /Ko (M7 ra
0 /L 0 /L

and, since the analyser does not see K,, rotations,

e 1 Kora 1
|0>A:elKor4( ) :elorAM( )
0 A 0 L

Since|n), = |n) 4, the M restriction to Vs is

L(m|M|n)y = exp[iKy, - (M 'r4 — 14)]6mn,

where, by using (3)),

Kop (M 'ra —1a) =0K.2'y £ h(u— pya +024)/2, (B.1)
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K, = Kcos(Op), K, = Ksin(0p) = h/2, and x4 — s has been redefined as z/,.
Similarly, since (rp|pE) = (ralpd) = <rA|J/\4\|w,LL), to find the M restriction to Lo, we observe that

(ralid) = (ea|MIYL) = (M7 e alpk) = 9L (M~ r ).

Consequently,

ealb0) = [ eal Moty drs = [ @alben) vk (ve) dre = vEOL )

and

(ralMlrp) = 6(M vy —1p) ~ 8(2'y — 1, — 024 + pya, ya — yi — paa, 24 — 21, + 02y), (B.2)

Owing to small horizontal extensions of wﬁh(r,q) about x?)l — x4, we can approximate 4 as 4 —z4 (0 beam) and

z{t — 29 (h beam), see Fig. |1l Therefore, since the interferometer operation requires (x5, — #2)/A. o Az/A. < 1

[39], 02, is a second-order term and will be neglected from now on. Hence,

<PA|M\|I‘L> = M(xa,rs; z24)0(za — zL).

Putting it all together and setting z = z4 = 2y, (see the supplementary material), the direct- and reciprocal-space
representations of M are

]/\4\ ' K60, eih(ufpyA+92)/2 0 5(a! 0 , B3
(gA7xL7Z) = € 0 efih(ufpyA+0z)/2 (‘rA — L + pPYA — U2, YA — YL — pr)? ( . )
W pi2) = [ I ) )
e+ih(u+z«9)/26(q —q - hp/2) 0 / ’
= ( 0 e—ih(u+z0)/25(q —q + hp/2) é(p—p —pd +0K,), (B.4)

where p’ = (p/,¢') and p = (p,q) are the variables conjugate to (z/y,y4) and (zL — zF,yL — yr), respectively, we
neglected the second-order terms proportional to pf and pp, and approximated pg = pg’ +hp? / 2 by pq’. The analyser
representation of |1y (2)) is (see the supplementary material)

Ya(p’s2) = (p'la(z)) = (p'IM(2)[¢r(2)) = /_ (p'[M(2)Ip)(pleoL(2)) dp
B +oo N B JLo(pl +pqd —0K,,q + hp/2; z)e-‘rih(u-‘raz)/Q
- - M(p N Z)wL(pv Z)> dp - < JLh(p/ + pq/ _ 9Kz,q' _ hp/Q, Z)e—ih(u+0z)/2

After propagating the state |4 (Az)) = J\/Z(Az)w}L(Az)) (where |91, (Az)) is the particle state at the z = zp + Az
plane, see Fig. (1) by the scattering matrix Uy(t4), the laboratory representation of |14 (Az+1t4)) = Up(ta)|tva(Az))
is (see the supplementary material)

“+o0

—

Pu(ps Az +ta) = (pIM 71 (Dz + 1a)Uo(t4) Y4 (A2)) =/ M~ (p,p's Az + £A)Uo (05 ta)ha(0'; A2)) dpf

— 00

[T(p — pq + 0K =5 tA)0L0(p, ¢; AZ) + R(p — pg + 0K t4)brn(p, g — hp; AZ)e*ih(“”Az)} e (K0ap)ta tan(On)

[R(p — g+ 0K tA)0ro(p, q + hp; Az)e 022 L (4 pg — 0K ta) (D, ¢; Az)} eti(K=0-gp)t4 tan(O5)
X exp {— oK.

where ]/\/[\*1(Az + t4) is obtained by the substitutions p — —p, 8 — —0, and u — —u.
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C Gaussian beam propagation

Let us consider a separable Gaussian beam that propagates in the x — z plane at the © g angle with respect to the z
axis. Its divergence 6, radius I, and wavefront radius of curvature r, at the distance z from the source are (see the
supplementary material)

tan(f) = 2/(K.lo),
472
? =2 <1+>,
G ST
B K215 + 422 B K232
re = 4z 4z

where [y is the source radius measured in the z — y plane and we omitted the indexes labelling the beam’s = and y
axes.

D Propagation of the density matrix

The matrix elements necessary to propagate the density matrix through the interferometer are given below (see the
supplementary material). Unessential phases shared by the interfering o1, 02 and hl, h2 elements and second order
terms have been omitted.

!

Xo1(p.p")=R(p+ 0K — pg;ta)R(p; tar)T(pi ts)o(p' — p.q' — q + hp) exp {—i[pz1 — qys + h(u+ 0Az2)]},
Xoa(p,p") =T (p+ 0K, — pg;ta)R(p; tar2) R(p; ts)3(p' — p.q' — q) exp(—ipa2),

Xn1(p,p')=T(—p — 0K, + pg; ta)R(p; tar) T (p; ts)6(p' — p,q' — q) exp(—ipz1),

Xna(p,p') =R(p+ 0K — pg;ta)R(p; tar2) R(ps ts)3(p' — poq’ — q — hp) exp {—i [pzs + qys — h(u + 0A2)]} .

E Particle densities

The diagonal elements of the propagated density matrix necessary to calculate the particle densities of the o and h
states leaving the interferometer are (see the supplementary material)

F () = |T(piits)R(p;tan)R(p+ 0K, — pg;ta)|*Jin(p,q — hp,p,q — hp)

3522 (p,p) = |R(pits)R(pitar2)T(p+ 0K, — pg;ta) |23in(p7 4 ,9)

i&2(p,p) = T(pits)R(p;tan)R(p+ 0K, — pg;ta)R* (psts) R (s tar2) T (p + 0K — pq;ta)
< Jin(p, @ — hp,p, @) exp [ — ilpwo — qus + h(u + 0A2)]]

i m.e) = 57" (pp)

Jul ) = Tits)R(pstan)T(—p — 0K + pa; ta)| Jin(p, 4,9, @)

T2 p,p) = |R(pits)R(p;taa)R(p+ 0K, — pgita)| Jn(p,q + hp,p,a + hp)

PP pp) = T(its)R(p:tan)T(—p — 0K, + pg;ta) R (p3ts)R* (p; tara) R* (p + 0K — pg;ta)
XJin(P, ¢, . g + hp) exp [ — ilpzo — qys + h(u + 0A2)]]

e = 302w

F List of the main symbols

Z normal to the crystal surface
r=(z,9) r component orthogonal to z
h = 27x / d reciprocal vector

d diffracting plane spacing

K, ,K; =K, +h kinematical wave vectors

2Ksin(©@p) =h  Bragg law
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Op Bragg angle

v =cos(Op) K,’s z direction-cosine

a =sin(©p) K;,’s x direction-cosine

K,=Ky z component of K, p,

p=(p,q) variable conjugate to

D resonance error

X0,k x-rays: Fourier components of the
periodic electric susceptibility

vo,, = —K 2Xo,h neutrons: Fourier components of the

periodic Fermi pseudo-potential
no =1+ R(xo)/2 refractive index

1o = S(x0) K absorption coefficient

V=Xhn / X

Ac = Xv/|xn| pendellosung length

n=A.tan(Op)p / 7 dimensionless resonance error

(=mz / A, dimensionless propagation distance

ts,ta, tare, ta crystal thicknesses

ZA,ZD analyser and detector distances
from the source

To = X1 — To shear of the interfering beams

Az defocus

Ys start separation of the rays
ending collinearly

YD end separation of the rays

starting collinearly

U analyser displacement along &

0 analyser yaw angle, rotation about g
p analyser pitch angle, rotation about 2
n=o,h particle state components (label)
i=1,2 interferometer arm (label)
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