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1 Introduction

In general a neutron scattering instrument measures the double eliffiat cross section

d*o K

wherek’, k denote the wavevector lengths of the scattek€dand the incoming neutrons. For
a simple monoatomic bulk sampl€ is the number atoms anrdtheir scattering length. The
available physical information may be expressed in termthefscattering functio(Q, w).
The energy transfer that occurs during the scattering piee = (E — E') is given by the
difference of the energy’ of incoming and scattered neutrons’). The momentum transfer
h(Q) is proportional to the differenc® = k —k’ of initial and final wavevectors. Also the energy
transfer is related to the change in these wavevectors

hw = (R /2m,) (K — &) @)
according to the relation betwe&nand the neutron velocity and neutron wavelength

vm, = hk and 277? =k (3)
The energy transfer may be obtained either by direct newtetotity measurements using their
flight times or —using the wave properties— by analysis ofwheelength by e.g. Bragg reflec-
tion from a periodic structure (crystal, multilayer). Inginents as diffractometers that focus
on the microscopic structure of the sample mainly analyeg}tdependence of the scattering
without energy analysis. The same is true for reflectomet@rsthe other hand spectrometers
focus on the energy transfaw during scattering and its dependence on the momentum émansf
Q.
Depending on the application and the abilities of the usetirtigues as welhw as Q are
more or less precisely defined. The different combinatiomesblutionswith respect toQ
andw yields the variety of instruments, in particular since tealized resolutions determine
the maximum available intensity. Neutron scattering akvesyan intensity limited method,
even for the most powerful research reactors or spallatbemces. Thermal or cold neutrons
emerge from a moderator which exposes an extended area ($0m@?) emitting neutrons in
all direction and with a velocity distribution accordingttee effective moderator temperature.
Therefore a good adaption of resolution of an instrumenh&requirements of the physical
guestion such that all acceptable neutrons from the souecatdized is a key to perform an
experiment with optimum intensity on the detector.
Neutrons are spin 1/2 particles with an associated magmetinent. The scattering cross sec-
tions of a sample may depend on the spin state of the inconginfyons and the scattering may
change the spin state. In particular samples with magngtictares will show these kinds of
polarization dependent scattering and analysis of it caealedetails on magnetic structures
and excitations.

INote that the majority of neutron instruments at reactoipadlation sources are scattering instruments includ-
ing reflectometers. However, there are also some otheragigihs as radiographic and tomographic imaging or
the study of nuclear reactions due to neutron capture fanated analysis or nuclear physics experiments. Finally
some fundamental physics apparatus are devoted to therpespaf the neutron itself as e.g. precise measurement
of it’s lifetime or the search for an electrical dipole monmehhese are not covered by the present article.
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In the following of this chapter a selection the most impottastrument types to investigate
structures in condensed matter samples are presentece diffemctometerswhich do not an-
alyze the energy transfer but detect all neutrons that atesed by the sample, are explained.
The structure information is obtained from the scatteringla or more precise th@ depen-
dence of the intensity. The implicit diffractometer asstimpin general is that there is only
negligible or no energy transfer.

Later spectrometerghat focus on the analysis of the energy transfer duringestag) are de-
scribed. Here motion and motional patterns on atomic saaéxaitations are addressed. De-
pending on the instrument th® resolution is worse than those of a diffractometer in order t
collect sufficient intensity to enable the spectral analy$he covered energy transfers (not by
a single instrument) range from 10% down to 0.1% of the ihiteautron energy for instruments
with direct spectral analysis, e.g. by Bragg reflection, umther down into the ppm regime for
neutron-spin-echo spectrometers.

First the most important functional components that aré¢ glaneutron scattering instruments
are now presented.

2 Components

2.1 Divergence Control

Neutron sources with sufficient intensity for scatteringtramentation are either research re-
actors or spallation sources. Neutrons with suitable vemgth for scattering experiments on
condensed matter are obtained by down-scattering and #ieetion in a moderator (see chap-
ter C1). The moderators emit a spectrum with broad energyadpséneutrons, which is close
to a Maxwell distribution corresponding to the effectivenfgerature plus a contribution of so-
called epithermal neutrons that still are not fully slowenlvth. The neutrons emerge from
an extended area (surface of the moderator). The modenaits Beutrons without preferred
direction.

Instruments receive the neutrons through channels in tregaeneters thick radiation shielding
leading to the moderators. They have typical cross sectbns 10 - - - 20 cm and several m
length. In order to obtain a suitably well defined wavevect&utrons of a certain direction
have to be selected. A process called collimation (see fig. The simplest way would be
to rely on entrance an exit apertures (“pin-holes”) in a @erdistance. And in a way the
channel in the shielding may serve as a coarse collimatbovfever this it not sufficient other
types of collimation, in particular Soller collimators [&fe used. These collimators consist of
an array of parallel absorbing sheets in a frame. Only a fetoses are available to realize
effective absorbers from which pin-holes, diaphragmstapeblades and collimator sheets can
be made. For thermal and cold neutrons these parts prefdhemontain B, Gd or Cd and
eventually’Li. Here material thicknesses in the range from a tenth to a fawusually suffice.

A good collimation yields a narrow spread of neutron direas in the beam on the expense
of intensity. If space around a neutron source has to be dligrenany instruments or if for a
pulsed source a certain distance is required for a timeigifitftagging of the neutron velocity, a
large distance between source (moderator) and samplewilleresult. In most of these cases
the “natural” collimation that results from the ratio of nedtor(opening) plus sample sizes
compared to their distance is much narrower than the ingnimequires. To avoid the intensity
loss due to this mismatch of beam divergence so-calldron guidesre used to bridge the
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shielding

Fig. 1: The divergence of a neutron beam is naturally limited by tifiecéve source size or
the beam channel width, the sample (target) size and theiamie. Explicit control can be
obtained by pin-holes, diaphragms or slits at a distanceéhose cases the beam diameter and
the degree of collimation determines the required lengtimalfy compact Soller collimators
with many parallel (or radially converging) channels dectiength, beam width and achieved
divergence. Finally neutron guides (channels with reflecg8aorface, see text) are used if the
natural divergence would be to small.

distance. Neutron guides consist of evacuated (rectan)giiiannels with very smooth coated
inner surfaces. The coating is such that neutrons that @éistinface at a sufficiently flat angle
are reflected. For most elements the effective index of céra, n = 1 — \2b N/(2m) (with
b=scattering length and/=number density of nuclei) for thermal neutrons is less thaihis
means that below a limit angle of incidence neutrons undéotad reflection at a polished
surface of such an element. The standard coating thatagilital reflection is a layer of several
100nm of Ni, the angle of total reflection may be increased @ 2f *®Ni is used instead of
natural Ni. Even larger reflection angles are realized bytilaykr coatings as Ni/Ti. The ratio
of the maximum reflection angle of a given (multi)layer andandard Ni coating usually is
denoted bym. Guides withm-values between 2 and 3 are readily available 5-6 seemsitathn
feasible. However, the required number of layers, i.e. ffegteand cost increases steeply with
m. For a given layer the maximum reflection angle is proposldo the neutron wavelength
and the value is abouf for 10 A neutrons for a Ni coating.

2.2 Spectrum Control

Besides the direction selection a well defined initial waaer in addition requires the se-
lection of a specific neutron wavelength, i.e. neutron Vfoc The method employed in
the first neutron instruments and which still is widely used this purpose is the Bragg re-
flection by large (mosaic) crystals. Nowadays widely usezl @rolytic graphite, PG(002),
Si(111,311), Cu(111,200,220,331), Ge(hhl) and for podian Heusler alloy”u, Mn Al(111)

crystals. Since the primary neutrons have a continuous eagth distribution the intensity
of the reflected beam is proportional to the width of the d@adband. A very perfect crystal
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yields a well defined selection, however, with little intepsTherefore for many applications
in neutron scattering imperfect crystals with a “mosaic’safall slightly misaligned domains
are preferred or even essential. Whereas for Si speciak aeffiar skill is needed to “deteriorate”
the available nearly perfect crystals in a defined manner imosaic crystal, for pyrolytic
graphite the manufacturing process rather yields crystialse other margin of perfection. For
most purposes where cold neutrons with about 1% wavelergfthition are needed graphite
is the first choice. For shorter wavelength neutrons e.gngaium or copper crystals may be
used. See figure 2.

Depending on application the selected wavelengthay be contaminated by intensity from
higher order reflection\/2, \/3,---. In those cases additional filters are needed that are based
on crystalline Bragg reflection (e.g. Be-filter [2]) or a maaltal velocity selector [3, 4].
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Fig. 2: A suitable means to select a narrow wavelength respectivabyciy band from a
“white” beam of neutrons is: left:the Bragg reflection from aystal. Suitable crystals are
e.g. Graphite (002), Copper, Germanium etc.. Or right: a nagubal velocity selector. A
inclined collimating structure, usually helically woundiallae on the periphery of a rotating
cylinder move perpendicular to the beam direction. A certgpen channel section along the
beam axis therefore moves with a velogity- v,/ tan a« = Qr/tan a, with « the inclination
angle,v, the velocity of the cylinder periphery at radius

But not only the wave property of the neutron allows a setectif wavelength. Since the wave-
length is proportional to the velocity and the typical neatvelocities range between several
100 m/s to a few 1000 m/s it may also be chosen by controllieghéutron time-of-flight over
a distance of a few meters. This can be achieved by means ppel®othat open the neutron
beam path periodically for a short time. The delay betwederdint choppers along a beam
path thus determines the velocity of the transmitted nautronches. Disc choppers consist of
a rotating absorbing disc with neutron transparent seetogdsrotating axis parallel to the beam
direction. So called Fermi-choppers [5] on the other hamdsanall rotating collimators that
for a short period of their revolution are aligned with theabedirection. The rotation axis is
perpendicular to the beam direction. Disc choppers needdome to switch a larger beam
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cross section from closed to open whereas Fermi-choppersimthis in a shorter time. How-
ever, their collimation direction changes at a high rate g slow neutrons may be hit by
an absorbing wall before they leave the chopper again. Tfestanay be utilized to select a
limited velocity band by bending the collimation channels.

Even more this effect is used in mechanical velocity setsdfayure 2), where absorbing lamel-
lae in a twisted configuration are on the periphery of a rotatylinder. If the neutron velocity
matches the apparent speed of the gap between two lamelagath parallel to the rotation
axis, the neutron is transmitted without being hit by an abisg wall. Neutrons with differing
velocities are absorbed. Unlike a chopper the velocityctetgperforms a coarse monochrom-
atization for a continuous beam. Typical monochromatmegiare about 10% of the mean
velocity.

2.3 Polarization

The first methods used to prepare and analyze polarizedameb&ams rely on the magnetic
part of Bragg reflections [6, 7] including the use of magredipolycrystalline iron as po-
larizing filter. Today Heusler crystals of the tyg&i, Mn Al are used as efficient polarizing
monochromators for thermal neutrons. Cold neutrons ratfeepalarized by utilizing the spin
dependent reflection from magnetic multilayers, as illtgtd in figure 3. Common A-B mul-
tilayer systems are FeCo-Ti and Fe-Si [8], the choice is mada that the contrast between
the magnetized A and the nonmagnetic B layer vanishes foispimestate and has a sizable
value for the other. Only neutrons with spin states that™see contrasts are reflected by the
multilayer stack. The layer thickness is varied over thelsguich that reflection is large over a
wide range of incident angles respectively wavelength®uwprhaximum. The maximum value
is specified in terms of multiples. of the total reflection edge of Nin values up to and even
beyondm = 4 are state of the art.

Magnetic Multilayer

FeCo
Ti

FeCo

Polarized 3He

P e
b ~ .

" 3H

-
-
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Fig. 3: lllustration of two important techniques to polarize neutrdoeams. Upper part: lay-
ering of a magnetic and nonmagnetic material with layer dis&s in the several nm range is
used to yield a reflecting structure for one spin componehe deutron spin interaction with
the magnetization adds or subtracts to the nuclear poteand is adjusted such that for one
spin state the layering becomes invisible. Bottom: an alive way to polarize neutrons is to
utilize the fact that the absorption of neutronsie is spin dependent. Here the challenge is
to establish and preserve a high nuclear polarization oftHe nuclei.

Finally neutrons may be polarized by absorption from nuctgan polarized?He. The high
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absorption cross section éfe holds only for one spin state. The absorption cross sedio
proportional to the neutron wavelength. Special quartisantaining spin-polarizetHe at
pressures close to 1 bar can be position in the neutron paiblaszation filters. The advantage
of a polarizedHe filter is its wide angular acceptance even for short wanggtes. The techni-
cal difficulty consists in creating and maintaining the piaiation of2He nuclei either off-line
(MEOP) [9] or on-line in a steady state setup (SEOP) [10].sEmnaation of*He polarization
requires a very homogeneous magnetic field and selecteslwigll low magnetic impurities
exposed by the inner wall. Since the maximum nuclear paéadn is significantly less than
100% and in off-line cells decays with time constants of a #0h the thickness and pressure
of the gas volume has to be optimized for the wavelength rembe used. Many of the various
scattering techniques that are presented in the followarghe used also in combination with
polarization analysis.

2.4 Neutron Detection

Efficient neutron detection is as important as the produaatica high flux and efficient transport
to the sample. The goal here is to convert close to 100% ofetimesitrons that reach the
detector into counts. In addition as much of the availabliel smgle around the sample should
be covered with detectors. In order to be able to extractiphalysmformation from the detected
neutrons the detector must yield information on the positbthe detection event as well as
on the time. The latter is needed for all time-of-flight baseethods, which are particularly
important at pulsed (spallation) sources.

The kinetic energy of a thermal neutron is not sufficient eate a detectable signal in a count-
ing tube or scintillator. Therefore detectors for neutr@atsering rely on the energy release
of a nuclear reaction, namely the absorption of the neutfosuitable detector material must
have a large absorption and the energy release should behatdhcauses large ionization in
a counting gas or intense light output in a scintillator. Yalfew isotopes, listed in table 2.4,
proved suitable for this purpose.

The use of a single detector that scans the scattering aangde istep by step is a quite inefficient
collection method and is replaced by the use of multichadetctors that cover a whole range
at once. The techniques used for this purpose range froormédiss of many single counting
tubes, integrated counting wires in a sector covering gasct (“banana”) to scintillation
counters with position sensitivity. It was a long way frone tfirst singleBF; tube neutron
counters of the early diffractometers and 3-axis spectterado modern large area position
sensitive detector arrays. This development was fosteyethé huge progress electronics,
data acquisition and handling made in-between. The GBytes §quare meters of position-
sensitive and time resolved detectors are just becomiagaiée. The use ofHe as detection
gas that serves as neutron converter and counting gas with/dsensitivity also was a big
progress. Due to a severe shortagéteé which recently became obvious, now new concepts
for efficient neutron detection are being investigated aedetbped in order to preserve the
performance of neutron scattering instrumentation. Bessghs counters scintillation detectors
with SLi as neutron converter in scintillating glass or mixed withSZas scintillator are used.
Either they are combined with photomultiplier arrays or CCinesas. The latter without single
event counting and time resolution.

Image plates containing a neutron converter (Li or Gd) stbeeenergy from neutron absorp-
tion events in a phosphor which after exposure (similar ttvat@graphic film) is read-out by
stimulating light emission from the phosphor with a lased detection of the emitted light.



C3.8 Michael Monkenbusch

Isotope o,/10"%*cm? reaction energy release /MeV
SHe 5333 n+3He — p+t 0.76

6L 940 n+Li > o+t 4.8

10g 3837 n+°B — a+7Li* 2.3

1%5Gd 60900 n+1% Gd —1% Gd + s conversion e~ 60 KeV [11]
157Gd 254000 n+%" Gd - Gd+vs “

235U 680 fission 170

Table 1: Reactions that are used to detect thermal neutrons. Absorgross sections are
given for neutrons with v=2200m/s.

3 Diffractometers

Neutrons are especially useful if hydrogen or other ligleineént positions or magnetic struc-
tures are to be determined. Combination with X-ray diffrastthen enables the separate visu-
alization of atomic position and electron density maps.

3.1 2-axis diffractometer, powder diffractometer

In its essence the generic 2-axis type neutron diffractentinsists of a collimator that defines
the beam direction and a (mosaic) crystal oriented suctBi@gg reflection for neutrons of de-
sired selected wavelength occurs into the collimated doec The monochromatized neutrons
then hit the sample and are scattered in different direstidncrystalline powder sample would
produce intensity on Debye-Scherrer rings. The early smplutron diffratometers used a sin-
gle detector e.g. 8F5 counting tube that scan the scattering angle, around thplsaf@ount
rate detection as a function of scattering anfleyields the diffraction pattern. Modern in-
struments [12, 13, 14] rather have position sensitive detdarrays) that cover a large range
of solid angle and different scattering angles. The cowadmg lattice plane distance follows

from
A

d:
2 sin 6

Ad AN? A6 2

d \/(T) * (tan@) ®)
High resolution requires a well defined incoming waveleragitd a well known scattering angle
—except close tBf = 7 —. In general one may scan ttievalue also by changing the wavelength
A instead of scanning the scattering angfle At a pulsed source thi tagging is given by the
difference between start time of the pulse and neutronalrticne at the detector)(At) =
Ath/(m, L). his the Planck constanty, the neutron mass and the distance from pulse
source and detector. Combination of an (area) detector amdythe time-of-flight method
yields a high detection data rate and is commonly used aempallation sources [14, 15].
Even at a continuous reactor source the loss associatec\pitlse chopper may pay-off [16].

At a short pulse spallation source very high resolution carathieved by using a long flight
path (=2100m) to tag the wavelength and concentrating detectotseilback scattering region,

(4)

The resolution is given by
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i.e. 1/tand — 0. Examples for diffraction results obtained at the instrabifOWGEN at the
SNS is shown in figure 4.

T T T - : v :
L u(-SrCrZOd k=(0,0.3333.0)

12K

‘ k=(0,0.3217(8).0)

Intensity (Counts)

40 41 42 43
d(A)

Fig. 4: Example for a powder diffraction pattern as obtained at theretof-flight diffractome-
ter POWGEN at the SNS in Oak Ridge. The low temperature pdtee exhibits occurrence of
magnetic reflections of an incommensurate helical strectwoundd = 4.1 A that are absent
above the magnetic ordering temperature of 43 K. Preciserdehation of the lattice constants
and correlating with the magnetic features indicate the pree of a magneto-structural cou-
pling. [17] At the right side a sketch of the instrument iswho The white neutron beam starts
in the moderator at 60 m distance from the sample, it arrivesugh a neutron guide at the
sample located in the center of the detector arrangemente cihived surface indicates the
detector area, which is pixelated into about 240000 celldtvgoe correlates arrival time and
pixel position and is used to accumulated data from a largeedtor surface. The final result
is seen in the diffractogram at the togrigure (left part) from ref. [17] with permission,
copyright IOP.

3.2 Single crystal diffractometer

Single crystal diffractometers are used to measure thesitieof as many Bragg reflections in
reciprocal space as possible in order to determine thetateiof the unit cell. For crystals with
small unit cells Bragg reflection intensity is only detecieboth the scattering angle between
incoming and detected neutron beam has the right value aaddition the crystal orientation
must be such that the corresponding lattice planes fulfdlréflection condition. Therefore
these spectrometers need a goniometer for sample or@mtataddition to the ability to set the
scattering angle.

Giving the sample orientation and the positioning of an dmetectors more freedom to rotate
around tilted axis and go out of the horizontal plane makgmgsible to map the intensity
of a selected plane in reciprocal space. This so-cdlEeconeinstrument [18] in particular
also enables easy access to scattering intensity in-betiieeBragg reflections in a reciprocal
lattice plane (u,v) as e.gh # 0,u, v).
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Fig. 5: Ewald spheres in a reciprocal lattice from a small unit celdainom a large unit cell
crystal (e.g. protein).

In the case of very large unit cells as for protein crystaks ¢hrvature of the Ewald sphere
is low enough that many reflections fulfill the Bragg conditiwithin the resolution width si-
multaneously. Here a position sensitive detection with lzzrsun resolution is needed for an
efficient data collection. At a continuous source the detecan either be an image plate or
a scintillator screen with CCD camera. Wound into a cylindehwine sample position in the
center an image plate detector can cover a very large safjtk @t once. In this geometry it is
possible to read-out the image plate in place. With CCD or gilearar detectors a comparable
solid angle coverage requires the use of many modules tbgiasitioned around the sample.
Figure 6 show a drawing of the BIODIFF experiment at the FRiMIBarching that utilizes this
detection method, a sample diffraction image is also shown.

The sample crystal is then rotated around one axis and dattaken for each rotation step.
Eventually the sample crystal has to be remounted in anattientation to complete the data
collection. Reflections then are automatically indexed dfivgare. A protein crystal analysis
requires the collection of several 10000 individual refigensities. Only the use of area detec-
tors like image plate CCD or other high resolution detectorkesdhis type of data collection
possible in periods of a few weeks [19].

At spallation or other pulsed sources neutrons from an eldemange of the continuous spec-
trum are to be used (“Laue method”). Unlike for the “Laue” atamtinuous source overlap of
reflection and\-tagging can be done by the neutron arrival time. This rulgsimage plate
and CCD-detectors, which have no appropriate time resolutleor those instruments only
highly sophisticated and rather expensive high resolugjas detectors or position resolving
scintillation detectors are suitable [20, 21].

4 Small angle scattering diffractometer and Reflectometers

Small angle scattering is a diffraction method for the otaaton of mesoscopic structures in
the range between 1 nm and several 100 nm. In particular tbsilghity to vary the scattering
contrast by exchange of H with D makes it a unique tool for-guditter investigations (poly-
mers, bio-molecular systems, complex fluids, gels etc.) 2&. For the spatial resolution of
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Fig. 6: Reflections from a myoglobin crystal on the cylindrical ireggate of the BIODIFF
macromolecular single crystal diffractometer at the FRMIGarching. A considerable number
of Bragg spots are seen for one sample orientation. A compbgberiment comprises the data
collection for many sample rotation angles and orientasiamorder to measure several 10000
intensities. The lower part of the figure displays a cut thiotige instrument. Neutron in the
guide (indicated by the yellow arrow) are monochromatized iflected by a graphite crystal,
PGO002. Higher order wavelength contaminations are remowea velocity selector, v-sel.
The narrow beam of a few mm diameter then leaves the leadistgednd enters the detector
rack. The yellow polygon indicates the sample crystal. larafon the cylindrical image plate
detector is raised such that the sample is in its center. Tméiguration shown is for exposure
of the auxiliary CCD camera.
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SANS the sample can be described by a scattering lengthtgexisj or better by the contrast
Ap(r) — po. The scattering length density results form assigning thre ef all nuclear scat-
tering lengths), within a molecular building block to the volume occupied histblock. pg is
that of an embedding medium, e.g. a solvent. The the diffetestattering cross section reads:

2

N

do —1Q(r;—r; —Qr j:

d_Q<Q> = E blbje Q(ri=r;) ~ ‘/Ap(r)e Q ddr (6)
Ly

For colloidal objects in dilute concentration, as in therapée in figure 8, the integral in eq.
6 can be done for one the colloidal particle objects mukiblby their number. For higher
concentrations interference between objects modifiesrtiss section.

The principle of aclassical pin-hole camertype small angle neutron scattering (SANS) in-
strument is rather simple. In its essence the proper canmrsist of two pin-holes (entrance
aperture and exit aperture) at a distance of several melées.apertures have typical sizes of
3cm and 1cm and serve as collimator to define the directiomefiricident neutrons. After
hitting the sample closely behind the exit aperture, théteead neutrons are detected by a po-
sition sensitive detector in a distance of 1 m up to severahXfbm the sample. The effective
distance between the pin-holes and between sample andatetexvariable in order to cover a
broader@-range. The basic setup is show in figure 7. Since neutronsigmdicantly scattered
by air, itis necessary to evacuate the long flight spacesindiimator and between sample and
detector. Especially the latter implies that the appeaaia SANS instrument is dominated
by a huge vacuum tank which contains the detector on railsutg the distance for different
(Q-ranges and resolutions. The collimation length, i.e. tiséadce between exit and entrance
aperture has to be chosen accordingly. This is done by iatiad neutron guides into the
space between velocity selector and current position oétlieance aperture. Thereby a beam
with full divergence is lead until the effective start of thim-hole collimation. The wavelength
selection at a continuous source is performed with a typalative width of 10% by the use of
a mechanical velocity selector (see. 2.2). Typically a wevgth range betweemd and20A

is used for experiments. Example data from polystyrene rgshwith different radii in dilute
colloidal solution are shown in figure 8.

In principle a SANS experiment at pulsed sourcdooks quite similar to the one described
above [24]. The main difference is that the velocity selecoomitted and replaced by the
time-of-flight analysis of the neutrons arriving at the dtte. The effective wavevectd at

a given detector pixel now depends on the arrival time of #gtmon that tags its velocity. To
arrive at the standard representation of SANS data in terfiml 6d€2(Q)) grouping of pixels
and time-bins yielding equd) has to be performed by software.

To achieve instruments withlltra high resolution, USAN®ne has to observe that the pin-
hole collimation at the longest collimation distances ¢seh lowest) ~ 103 A~!. Since the
size of both apertures enter this resolution limit and sitheeintensity is proportional to the
product of both aperture areas, an increas@-aésolution by this means is accompanied by a
significant intensity reduction with the 4-th power of theakition improvement. This effect
poses a practical limit to the resolutiod. Within a pin-hole instrument the use of neutron
lenses can extend th@-resolution. A focusing lens close to the sample positionssd to

2A way out would be to make the instrument even longer. But tradl@ble space and the increasing costs set
a limit. Note that the fact that the existing instruments already very large are caused by this relation. Since
the moderator is an extended source with a given brilliantansity can only be gained by increasing the areas of
source and sample. To keep the divergence in the limits pmgéuke resolution then requires large distances.
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Fig. 7: Schematics of a classical small angle neutron camera witkhpie collimation. The
collimation distance between the two pin-holés,; is the same as the sample (at pin-hole
P2) detector distancé ... After a velocity selector at the beginning a section withtroeu
guides bridges the distance to the first pin-hole. To varydis&nce more or less neutron guide
sections may be moved into the beam path. The detector caimawacuum tank to always
matchLgy.: = L.on. Typical dimensions aré- - - 40 m for L.,; and 1cm for the sample pin-hole
P1 and about 3cm for P2.

produce an image of a small entrance aperture at the staneofdllimation on the detector
plane. The intensity loss due to the narrowing of the entaauerture is mitigated by the
larger aperture at the sample position which is only limigdeither the lens diameter (some
cm) or the available sample area or the divergence of theiliation of the input pin-hole.
A neutron lens can be made from materials with low neutrorogdion and large scattering
length densityp N. The small angle scattering of the used material and itsasasf must be
very low. Single crystals of MgF are a viable choice. Theaefive index: = 1 — \2b N/(27)

is slightly smaller than 1. To get a reasonable focusingceféelarger number of biconvex
lenses have to be stacked. In order to reduce intensitydaise to thermal diffuse scattering
the lenses should be cooled [25]. By this means the lowegahbi@a() can be extended by one
order of magnitude. Limitations occur due to chromatic exi@e. the wavelength dependence
of the refractive index and gravitation). InFacusing mirror SANSas illustrated in figure 9,
chromatic errors can be avoided by using elliptical mirrorstead of lenses. The challenge
here is the necessary quality of the surface such that isji@r scattering stays orders of
magnitude below the scattering intensity expected frommapéan [26] Other techniques as
the Double Crystal Diffractometer, DK@r the Spin Echo Small Angle Scattering, SESANS
even enable the exploration of scattering at very low antiflaslead to real space dimensions
in the um range, which overlap with light scattering resolution. el the limited space we
mention them only briefly here. First there is the double @ysiethod (DKD) which utilizes
the reflection sequence from two perfect (silicon) crystatsich only happens when these are
rotated to the same angle withirrad. Minute deviations of neutron paths due to scatteriad le
to deviations of the rotation angle that transmits these¢roas. To obtain a diffraction pattern
the crystal angle has to be scanned stepwise [27]. Wide ISAYS data from a hierarchically
structured sample obtained by a combination of pin-holey$ang mirror and DKD SANS, are
show in figure 10. Polymer containing wax crystallites agaio larger aggregates that finally
are even visible in a light microscope. Length scales fromess micrometers down to the nm
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Fig. 8: Reference examples of radially averaged SANS patternsdofioidal suspensions of
polystyrene spheres of different sizes exploring the rarigiee typical pin-hole SANS-camera,
here KWS-2 at the FRMII using different wavelength and caliiom lengths.

thick wax platelet size are covered. A different high retiolu method utilizes the coding of
small angular deviations in spin precession of the neut8#SANS) [28]. As Fourier method
it may be imagined similar to the projection of a more or leagow sine stripe pattern on an
integrating detector with a matched stripe mask. If smadjl@rscattering distributes neutron
such that their deviation is large enough to go from a maxinoima stripe to the adjacent
minimum, the contrast (variation) upon shift of the stripaskis reduced or vanished.

The specular reflection from a planar surface contains médion on the scattering length den-
sity profile perpendicular to the surface, which is made ssibde byneutron reflectometers
Beyond the total reflection, which depends on the scattéeingth density of the substrate, the
Fresnel reflectivityx Q~* is modulated according to the Fourier transform of the dgmsbfile
across the surface. Lateral structures in addition givetoff-specular scattering (see also 4).
In order to measure the specular intensity a good angulatutsn is needed only in the di-
rection perpendicular to the surface whereas in the padiliection a large divergence can be
accepted. This illumination condition is realized by a stilimation, focusing (by e.g. el-
liptical mirrors) in the direction along the slit may be usedget more neutrons on a small
sample area. The intensity, i.e. the reflectivity, varieesranany decades from 1 below the
total reflection edge dropping with the general decay of feeseflectivity c @~ into the
background level in the order af)~°. Variation ofQ is either performed by a variation of the
inclination angle or —using a fixed angle— by variation ofweelength. At a pulsed source the
latter method with time-of-flight analysis of the wavelemgg the natural choice. Even at reac-
tor sources the time-of-fligth method is used in some casee si leaves the geometry fixed



Neutron Instruments C3.15

Mirro Sample
Entrance Slit __..------ —D e
e Detector

§ B s |
i

!

I\ -

Fig. 9: Principle of a focusing small angle neutron scattering petvhich yields very high
resolution in terms of the lowest observable wavevector. ®hasing element is a mirror
that maps a small pin-hole at the entrance of the spectranteta small spot on the detector.
Thus very small angular deviations in the order of spot/semaple-detector distance can be
resolved. The intensity loss due to reducing the entrancéple area is (partly) compensated
by the large divergence that is accepted by the focusingezienThe sample must be of the
same area as the acceptance aperture of the focusing eleim@ntintensity is regained by
illuminating a larger amount of sample.

and there are no deformations of the reflectivity curve dueataation of the illuminated area,
which occur when the sample is rotated. A recent instruméthis kind is e.g. the BioRef
reflectometer at the HZB [30]. The most versatile detectasuah an instrument is an area
detector that allows for simultaneous measurement and diateeseparation of specular and
off-specular intensity. The off-specular scattering ttet be analyzed in this configuration is
located around the specular reflection a differing takeaoffjles. Since the typical reflection
angles are small the structures that determine this offitdpescattering are seen by the neutron
beam in a projection with large contraction. Therefore &l space the corresponding scattering
length density modulation are in the micrometer regimehmgerpendicular direction the off-
specular scattering is sensitive to length scales thathmhtse of a normal SANS experiment.
If these modulations are also to be observed the wide dinemim the direction parallel to the
surface cannot be used. Thus this special feature of a @fteter cannot be used and therefore
the experiment matches the abilities of a normal SANS insémt withgrazing incidence of
the beam, GISAN%igure 11 shows a sketch of the scattering geometry togeiitie example
data from a microemulsion structure close to solid surfdde only difference is that now the
sample is a planar surface which has to be positioned at thplegosition such that the angle
of incidence of the incoming neutron beam is the desiredeaafifpecular reflection. To scan
this the inclination angle of the sample must be scanned. patttern with specular and both
types of off-specular intensity is registered by the SAN&adetector. The main difference to
a standard SANS experiment then is the way how the data are itddrpreted, which is more
complex [31].

The investigation omagnetic layereften needpolarization analysis and magnetic fieddithe
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Fig. 10: Application of a combination SANS techniques that span ywete range in spatial
resolution on a system with hierarchical structure formatidHere copolymers that are able
to influence the crystallization of wax in alkanes (Diesel)fupon cooling are investigated in
action [29]. Figure: courtesy Aurel Radulescu.

sample. Thus there are 4 different reflectivities that cambasured by the possible combina-
tions of incident polarization (up, down) and detected po#ion (up,down). Polarization of
the incident beam can be achieved using a magnetic muiltilapalysis of the reflected beam
may also benefit fromHe analyzer (in particular if GISANS is required). The upagtoswitch-
ing is performed byr-flippers which e.g. consist of a rectangular coil of Al-waech that the
neutron that enter the flipper suddenly “see” a differentlf@ientation. The field is tuned such
that a 180 rotation of the neutron spin is performed during its passage

In soft-matter and biologgn important application of neutron reflectometry pertaimesstruc-
ture ofliquid surfacescovered e.g. by surfactants or similar molecules. The @iridi interface
here is necessarily horizontal and cannot be tilted durcans. Thus a suitable reflectometer
must supply a tilted incoming beam direction. Modern retlewtters of this type are e.g. the
Platypus reflectometer at the OPAL reactor [32], the FIGARfectometer at ILL or at pulsed
spallation sources the Liquids reflectometers at the SNEJ88 JPARC [34].

S5 Spectrometers

Investigation of motions and excitation requires the asialgf energy transfer during scattering.
Besides a defined and known energy before the scatteringhedsneasurement of the neutron
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Fig. 11: Grazing Incidence Small Angle Neutron Scattering (GISAE®)Metry as it may be

realized with a pin-hole SANS camera. The sketch shows —agpkxammicroscopic sample

structure of bicontinuous microemulsion that becomes lamelose to the surface [31]. The

neutron beam enters through the material of the confiningaser(e.g. Si or sapphire) at an

angle below the total reflection limit. Thus the neutron eotdy a small interface layer of the

microemulsion in form of an evanescent wave. The penetrdgpth depends on the incident
anglea; and the wavelength. Figure: courtesy Henrich Frielinghaus

energy after the scattering, i.e. in course of the detediaequired. Depending on various
combinations of energyi(v) and momentum transfe€)) resolution different types of neutron
spectrometers are available.

5.1 Three axis spectrometer

The most obvious type of a neutron spectrometer emerges &&vaxis diffractometer by
adding a crystal Bragg reflection in the path between sampledatector. The additional ro-
tation axis of the analyzing crystal gives this type of instent its name: 3-axis spectrometer.
The incoming wavelength is determined by the refectioneaatjand type of the monochroma-
tor crystal (axis 1), the incident direction is then definsthg a Soller-type collimator, then the
incident beam hits the sample and the scattered neutrorseiieeted direction as set by the an-
gle of the scattering arm (axis 2) and a collimator carriedt iyanalyzed. The analysis pertains
its wavelength distribution which is determined by Bragfiertion at an analyzer crystal, the
angle (axis 3) that determines the reflected wavelengtrerAlfie analyzer crystal the neutrons
are counted by a detector. Eventually another collimatoised between analyzer crystal and
detector. The angles may be scanned in different combimaterealize a desired path in recip-
rocal spacéQ,w). E.g. scans at a given constant energy transfemay be performed along
a line in Q-space otw may be scanned at consta)t In addition this may be achieved using
a constant incident wavevect®y or a constant finak, wavenumber or some combination. If
the sample is not isotropic but a crystal with excitationg.(@honons) that depend @ha scan
typically also implies rotation of the sample table respety 3D reorientation of the sample.
The instrument typically has a resolution in the order ofga&)f percent. It is very versatile in
the ability to set the focus to an arbitrary point@ w space. However, only one point at a
time can be measured leading to a low data collection ratedeviorealizations of 3-axis (and
similar) neutron instruments have a flexible mechanicsriiggts on elements as sample carrier,
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Fig. 12: Schematics of a 3-axis spectrometer. Divergence is céedirdly the collimators
K1 --4, the incident beam is monochromatized by a crystal XM (&kighe detected neu-
tron wavelength is selected by the analyzer crystal XA (axiBl3e sample is located at axis 2.
Around this axis the scattering angleis varied as well as the sample rotatidn BS denote a
beam stop. Patterns a-d show variants of spectrometengstthat can be used to sample the
sameQ, iw point, however, the shape of the resolution is different. [atter fact is e.g. used
to align an elongated tilted resolution ellipsoid to theshoof a dispersion surface.

analyzer, analyzer detector etc. on air cushions that gli@&.m height on a marble or granite
floor (Tanzboden). They are connected by levers that allderdenation of the relative angles
using resolvers. This enables a precise positioning ofetlseseral 100kg heavy modules. To
improve the neutronic performance focusing monochronsaémd analyzer or analyzers that
consist of crystal arrays, which reflect neutrons to an aofajetectors, are employed [35]. Po-
larization analysis is achieved by using Heusler alloy taigsas monochromator and analyzer.
For cold neutrons also magnetic supermirros and for largergence’He cells are also in use.
Three axis spectrometers are especially suited to meascitateons like phonons or magnons
in single crystalline samples and to map their dispersion.eRample for the measurement of
magnon dispersion in copper pyrazine(pz) perchlorate oredsat the PANDA 3-axis spec-
trometer [36] is shown in figure 13.

5.2 Time-of-flight spectrometers

Even at continuous sources time-of-flight spectrometeas titilize the stream of incoming
neutrons only during about 1% of the time are well estabtisherk horse instruments. They
use the flight time of neutrons over a defined path to yieldriméttion on their velocity and thus
their wavelength and energy. The 3 basic different variaréshe following.

e Generic time-of-flight (TOF) instrument (left part of figuid): monochromatized beam
from a crystal monochromator, chopper to create pulsesti@m@uiunches) in front of
the sample, flight path of a few meters to detectors positiareund the sample. The
final energy is inferred from the time delay between choppening and arrival of the
scattered neutrons at the detector.
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Fig. 13: Dispersion of a gaped spin excitation at the antiferromagneone center in the
2D-lattice antiferromagne€u(pz)2(ClO,), at low temperature (T=1.42 K) and zero external
magnetic field. The left side shows two series of constant gn&ig, scans along thé, &, 1]
and the[0, —1,] lines in reciprocal space. The right side compares the thappad excitation
intensities with computed dispersion curves from lineanspave theory with next- and next-
next- neighbor interactions. Figures from [36] with permdss copyright APS.

e TOF-TOF instrument: instead of a crystal monochromatoriticelent beam path con-
tains several choppers at a distance such that the timeeatfiffe between chopper open-
ings determines the incident neutron speed. The last cinapfyent of the sample creates
the neutron bunches and the detection is analog to the ger@F.

¢ Inverted TOF instrument (right part of figure 14): startimgrh a pulsed source (chopper
or spallation source) a “white” neutron beam is carried ameanalyzing distance to the
sample. After the sample the scattered neutrons are amhiysgieg an array of crystals
before they reach the detectors. The final energy is fixed atetmiined by the analyzer
crystals, the initial energy depends on arrival time of teatrons.

The loss of intensity that is implied by the chopping of a amndus beam is largely overcom-
pensated by the use of a large detector area that covers gavgeysolid angle\(2 and by the
fact that the whole spectrum of arrival times is collectedsjsimultaneously.

State-of-the-art TOF spectrometers are equipped withtipassensitive detectors that cover
a huge solid angle. E.g. the IN5 spectrometer at the ILL [3ithw flight path of 4m has
a detector coverage dfim? in 100000 pixels. The energy resolution of TOF instrumests i
one of its defining properties, it depends on the variatidrth® neutron flight path& L and
variations in the time determinatiat. AL depends on the size and geometry of the sample
and the variation of the exact neutron interaction locatiothe detectors. Both variations are
in the range of several mm to cm. The time determination rgailepends on the chopper
opening time, respectively the source pulse length (s€&Orto 10Q:s). In addition the degree
of monochromatization of the incoming (or in case of the reeegeometry outgoing) neutrons,
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Fig. 14: Schematics of neutron time-of-flight (TOF) spectrometeest: the normal geometry
variant, which utilizes a monochromatizes incoming beamhdpper in front of the sample
creates a chain of short neutron bunches of uniform velotfitiie scattering is elastic neutrons
from a bunch arrive at the same time at one of the detectorsratdhe sample. Inelastically
scattered neutrons vary in velocity and arrive earlier otdaat the detector depending on the
size and sign of the energy transfev during scattering. Right: inverted geometry spectrom-
eter. Here the time-of-flight analysis of neutron energyeggrmed in a flight path before the
sample, e.g. between sample and moderator of a pulsed s@fteethe sample only neutrons
of a defined energy are transmitted to the detectors. Thedimallysis typically requires some
kind of crystal Bragg reflection.

A\ enters into the resolution widthw:

My, L My, L 472k
— = 2 _n= 2 Ealalied 2
Aw = \/( =y AL+ ( T At)? + (mn/\3A>\) (7

Since\ < 1/v" o t close to the elastic line\( ~ \) Aw « 1/A3. Thus the most efficient
measure to increase the resolution is to increase the waytble This may be limited by the
steep decrease of the source intensity towards long waybleand/or by the restriction of
momentum transfer range, sin€g... < A~!. The relation for the inverse geometry TOF
spectrometer are equivalenthfis exchanged with'.

At larger energy transfers the nonlinear relation betweere-tof-flight and energy as well as
the dependence @) on the energy transfer becomes importapnt { = flight times of elastically
scattered (or transmitted) neutrons and otherlight path from sample to detector):

2 42 24 2 _
wlt) = anQt t5 Q= %L\/t + 13 — 2c0s(20)tot ®)

T2 2 h 1242

For equal opening time of one histogramming channel thereokeinterval of one channel be-
comes strongly energy dependent, which has influence oesioéution at high energy transfers
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Fig. 15: The volume iNQ,w) space that is accessible in a time-of-flight neutron expenim
The indicated range corresponds to scattering angle betvi€eand 130°). Three different
views are shown.

The correlation between the energy and momentum transfarats the accessible volume in
reciprocal space to the region indicated in figure 15.

The typical structure of TOF-data from a liquid is illustdtin figure 16 where the relations
between arrival time an wavelength, energy transfef)aas shown. The time-of-flight scale is
proportional to the scattered, outgoing wavelength. Time ttorresponding td,, the incoming
wavelength (heré A) is the position of the elastic scattering (typically theshprominent peak
in the spectrum). Close to the elastic peak the momentumfénadg of the curves for different
angles are well separated and the quasi-elastic broadefihg spectra can be associated to the
diffusive motion of the water molecules (tagged by the dantnincoherent scattering of the
protons). Towards shorter times of flight the energy scadsligd blue curve) and tlig scale
becomes highly non-linear approaching infinity at t=0. THietknt spectra belong to different
scattering angles. The cutoff of the inelastic spectra attdbut finite time corresponds to the
temperature of the sample, beyond thg" cutoff energy gain of the neutron becomes increas-
ingly improbable. The energy gain part of the neutron on theioside is stretched to infinite
time where the limitE; is reached. The spectrum at that side becomes increasiiigigdiin
time and therefore featureless and very weak, such thatcigabend has to be set. The thus
established range determines the possible repetitiomémry of the chopper. In contrast for
a spectrometer with inverted geometry, gain and loss side&rhanged, such that excitations
beyond the thermally occupied states can be excited by theameand detected in the spec-
trum. The quasi-elastic scattering around the elasticpostion broadens with increasirig
and results from diffusion whereas the high energy partasponds to vibration like motions
in the liquid. The scattering intensity dominantly resditsm the incoherent scattering of the
protons in the sample. Thus the measured spectra correspahe self-correlation of proton
motion.
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Fig. 16: Raw time-of-flight spectra of liquid water at ambient temper@ The plot illustrates
some general features of the type of information obtained.

Another, modern example is shown in figure 17 where the positiformation from the detec-
tor of a disc chopper TOF spectrometer is used to directly thepnagnon dispersion curve of
the quasi one-dimensional antiferromag(@t;),CHNH3;CuCl; [38].

0.0 05 1.0
h(r.l. u.)

Fig. 17: Magnon dispersion directly visible in the pixel resolvedcpa from the DSC time-of-

flight spectrometer at NIST, Gaithersburg [38] Figure froei.[38], with permission, copyright
APS.
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5.3 Backscattering for high resolution

To extend the energy resolution down to i€/ range energy/wavelength selection Bragg re-
flection from perfect crystals (e.g. the (311) reflectionnfir&i wafers) at an anglgo close

to 180 is used. The resulting = 2dsin(© + §O©) then only depends to second order on the
divergenced©. This allows to compensate the intensity loss due to the ewawravelength
selection by allowing for a large beam divergence. At a cardus source the principle layout
of a so called backscattering instrument is illustratedgare 18. The variation of the energy
transferAE = hw is achieved by the Doppler effect due to movement of the miormmoator
crystal in beam direction. After scattering at the sampk ieutrons are analyzed by Bragg
reflection backscattering from large area crystal coveradrors” (figure 19) that focus the
intensity from a huge solid angle onto a detector. To stapéldackscattering condition the-
ses detectors have to be close to the sample. Neutronsredable the sample that enter the
detectors directly are discriminated from those that weralyzed by reflection at the crystal
covered mirror by the longer time of flight they need for theura travel from sample position
to the analyzers. At a continuous source that requires theofia coarse chopper with about
50% opening. The chopper can be combined with mosaic csy@&002) that reflect neutrons
from an initial white beam to the monochromator on the Dopgtere. The crystals move with
the rotation of the chopper wheel and by that (if the rotatielocity is adapted) the correlation
between angle and wavelength that results from the Bragectefh condition from a mosaic
crystal is modified such that the divergence of the beam i®ased and at the same time the
wavelength angle correlation is compensated. Then a léogeging) monochromator crystal
can be used and more intensity is available for scatterifg40].

V-Doppler

Fig. 18: Schematics of the salient features of a backscatteringspeeter. The high resolution
in the range ofiw ~ 1 eV is achieved by nearly 18Qeflection (backscattering) from perfect
crystals in both the monochromator and the analyzer. Theggrecan is performed by moving
the monochromator in beam direction utilizing the Doppl#eet to shift the neutron velocity.
The intensity loss due to the narrow velocity filtering is pemsated by the large solid angle
covered by the analyzer segments. Each analyzer segmeunsefothe reflected neutrons onto
one small detector.
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Fig. 19: View towards the crystal covered analyzer mirrors insideSREHERES backscattering
spectrometer at the FRMII. Complete rings correspond to Equaones at small) the large
sectors cover the larger momentum transfers.

As example the transition from quasi-elastic jump rotatitontunneling of CH; groups in
theophylline with decreasing temperature is illustratedigure 20. Due to limitations of the
Doppler velocity and the finite bandwidth of the illuminatigia reflection from a PG002 crys-
tal the energy width of the measured spectrum is restricieeB0.eV. The energy resolution
reaches values akhw ~ 0.7 peV.

This limitation is released if backscattering for analysfsscattered neutrons is used in an
inverted geometry TOF instrument as e.g. the BASIS bactesoag spectrometer at SNS [41].
Here the monochromatization of the beam is performed by Tikdfyais with a path length of
~ 80 m, the distance of the spectrometer from the moderator of tiged source. With these
parameters BASIS achieves an energy resolutiah-ef4 eV and a width of the spectrum of
several 10Q:eV.
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Fig. 20: Backscattering spectrum showing tunneling line§€Hg-groups in theophylline at low
temperature and the transition to quasi-elastic rotatibdi#usion with increasing T.
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6 Neutron Spin-Echo Spectrometers

In general an improvement of the spectral resolution rexpuine narrowing of the filter trans-
mission functiondefore (monochromator) andfter (analyzer) the sample scattering by the
desired resolution improvement factor. This implies aemsity reduction by the square of the
resolution improvement factor. The attempt to increasadiselution of the TOF instruments
far beyond theAE/E ~ 0.1---1% of the present realizations would lead to an unacceptable
loss of intensity (as expressed in terms of detector cour).radowever, it is possible to use
the neutron spin directions as kind of individual stop watoimters, thereby allowing the use
of a broad velocity band (i.e. intensity) of the incoming tmren beam. The clockwork of this
watch is then effected by the precession of the neutron $pias external magnetic field [42].

3 The restrictions affecting application are caused by tlo¢ hzat the “spin-stop watch” can
only be read up to an unknown integer number of complete petae turns. The scattering
function S(Q, w) is not such that there is only one defined velocity changededibutAv is
distributed according t&(Q,w ~ kAw). The detector signal is proportional to the integral
of precession-angle-cosine modulated intensity cortiohs with weight according t6(Q, w)
corresponding td\w o« Awv. Therefore the signal of the NSE spectrometer is differeorhfthe
TOF histograms of classical TOF-spectrometers. Insteagioportional to the cosine-Fourier
transform ofS(Q, w), i.e. the intermediate scattering functisfq), ).

A concrete setup of a NSE spectrometer is presented in therIpart of figure 21, the upper
part shows the directions of the spin expectation valuenguitie passage of a neutron through
the spectrometer. Longitudinally polarized neutrons @@n expectation value parallel to the

m m
5 0 o 0, o At

Fig. 21: Spin rotations and setup of a generic NSE-spectrometer.elpart: Spin rotation,
middle part: magnitude of the magnetic field, lower part: sohéc setup of theilich NSE-
spectrometer.

beam direction) enter the spectrometer from the left. Infits¢ so-calledr /2-flipper the spin
is rotated such that on exit it is orthogonal to the longitiadlimagnetic field of the precession

3Itis somewhat involved to extract this analogy startingrfra quantum mechanical view with spin eigenstates
and eigenvalues. Implicitly we are talking about the betiagf the ensemble average of the spin vectors which
obeys the “classical” Bloch equation concerning its preimasin the magnetic field. As long as the kinetic energy
of the neutrons is much bigger than the magnetic level spiitthe classical picture is completely sufficient and
much easier to visualize to understand the NSE spectrori@era quantum mechanical treatment.



C3.26 Michael Monkenbusch

Fig. 22: View to the NSE instrument at the SNS [43] seen from the detent). From left
(close) to the right (far) one can see the detector, the satEnaround the analyzer, the two
cryostats for the superconducting main solenoids (the sapgsition is between these) and at
the far end the blue surface of the shielding that contaiesnutron guide system with frame
overlap choppers. The target moderator position is 11 mrumbthis wall.

path. That defines the start of the “spin stop watch”, imntetiaafter the flipper a precession
of the spins around the axial magnetic field begins. The gsoe frequency increases during
the approach of the center of the main precession solendierent reaches its maximum of up
to a few MHz. The accumulation of precession angle contirweégh decreasing frequency—
until the neutrons reach theflipper close to the sample (S). The total precession angleaa
pointis:

Ty, = %/ Bldl = n2r+a = 12 (10)

v

l1,2

Ji,2

wherey = 27 x 2913.06598 x 10%s~!/Tesla is the gyromagnetic ratio of the neutrons it

is the modulus of the magnetic induction along the primargemondary path .

Close to the sample (ideal: at the sample position) the deecatflipper is located, it rotates
the spins byl80° around a vertical axis, thereby the total precession arsgteahsformed to
U, = n2r + a« — n27 — «. The parameters anda are —according to egn. 10 — extremely
dependent on velocity and therefore very different forafi#int neutrons in a beam with finite
width of the wavelength distribution. As a consequence fie gectors at the sample position
(w-flipper) are evenly distributed on a disc orthogonal to teklfdirection. If no velocity change
occurs during scattering at the sample (elastic scattegagh neutron enters the secondary
arm of the spectrometer with unchanged velocity. The psoadield and path length of the
secondary arm exactly match the corresponding elemenitgegdrimary arm before the sample
(w-flipper). Accordingly the precession accumulated in theoseary arm isl, = n27+« and
the total precession angle at the secen@-flippers is¥; + ¥, = (n+n)2r — o+ o = 2n27.
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l.e. all spins —irrespective of their initial velocity— seemble at the same vertical position
they had at the start point, the rotation imposed by the skeeftipper converts this back to
the initial longitudinal polarization that is fully rested. The flippers limit the the two race
tracks and realize “start”, “time reversal” and “stop” ofethspin stop watches”. The second
7 /2-flipper is the last element used to manipulate the spinsnvexs the average precession
angle to a longitudinal polarization component. Since thkl fafter the second /2-flipper is
again longitudinal, further precession does not influeheeanalyzed longitudinal polarization
component (the stop watch is stopped!). The analyzer dgndige the polarizer— of magnetic
multilayer mirrors which only reflect neutrons of one longiinal spin state into the detector.
After ensemble averaging this means that the count rateeateétector is proportional tol +
cos(V)) /2, * whereV is the expectation value of the angle between spin and aixeadtibn. At
the point of symmetry/; = J, = J it is possible to compute the velocity difference due to an
energy transfehw and to write them as series expansion for small

1 1 . \3Mpw

- ~ 11
T N T A e 2n hon (11)
the detector intensity at the symmetry poiift & Js) is:
1 My 3
I = n=|S(Q)+R(J,N) /cos(vJ A w)S(Q,w)dw (12)
2 h?27

t

1 contains all intensity scale factors from incoming flux tdedor efficiency. The underbraced
product has the unit “time”, the integral in Eqn. 12 reprdsahe cos-Fourier transform of
S(Q,w) with respect tav, the resulting function is calleshtermediate scattering function,
S(Q,t)° From Eqn. 12 itis further recognizable that the time paramet v.J(m?)/(h*27)\3
depends on the third power of the wavelengtli.e. long wavelength— very long Fourier
times). In additiont « J, i.e. mainly proportional to the current through the maiegas-
sion solenoids. This current usually is the parameter usexdepwise scan the Fourier time
during an experiment to get a table §fQ,¢) vs. ¢t. R(J, \) denotes the resolution effects
due to differences in precession angle for different neupaths in the beam, which lead to a
dephasing of precession angles and therefore an additms®sbf echo intensity. For an ideal
instrumentRk = 1 would hold, in realityR (/, \) is determined by measuring a reference sample
and then used for the evaluation of experiments. The infaona&n S(Q, t) according to Egn.

12 is contained in the ratio of the intensities at the symynptiint and the average intensity
(n/2) S(Q). However there are practical reasons that prevent thebielgetting of the symme-
try point alone. The location of the symmetry point (i.e. glaaero current in the phase coil) is
extremely sensitive to tiny variations of the magnetic emvment caused e.g. by displacement
of larger iron parts at neighboring instruments, moveméie crane and/or thermal displace-
ments of coils ... . Therefore the position of the symmetrinpbas to be measured as well
as the intensity each time. In fig. 23 the minimum of singlertmgs is indicated, intensity
must be determined for 3 poinfg - - - P; separated by a symmetry change corresponding to

4The sign in front of the cosine depends on the technicalzatidin of polarizer and analyzer (both reflecting,
transmitting, one reflecting one transmitting) and on therdation of flippers. It may be selected by choosing the
signs of the flipper currents.

SStrictly this is only true for &/(Q, w) that is symmetric with respect to. For any practical problems however
this is well fulfilled since the minute energy transfers esponding to the NSE time scale are very small compared
to kpT.
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a quarter precession each. From these 3 values it is pogsileletract the average intensity
1(Q,0), the echo amplitudé(Q, t) and the exact symmetry point location. This also holds if
any disturbance shifted the location as indicated by thesthollow circles in the figure.

Delector Intensily

Symmetry

Fig. 23: Schematic echo form, idealized.

From the above description it follows that the NSE specttem@easures the Fourier transform
S(Q,t) of the spectral part of (Q, w) directly. As a consequence the average count rate at the
detector corresponds to half of all neutrons scattered tr@rsample into the solid angle of the
detector (Fourientegral). Therefore weak spectral features are buried under theershie to
counting statistics. However the method is perfectly agldpo relaxations that are performed
by most of the scattering structure. The relaxation fumiare measured in the time domain
directly and resolution correction consists of a divisinstead a deconvolution in the frequency
space. One very important field for NSE investigations adt“matter” problems. These
comprise polymer melts and solutions and other complexdluithe NSE methods opens a
dynamics window in the SANS regime. Since in that regime tjxreadhics is determined by
the balance between elastic (entropic) forces and friciothin comparison inertial forces are
negligible the observed fluctuations are pure relaxatior &ell suited for investigation by
NSE. In addition SANS scattering is coherent and usuallgnsé compared to scattering at
large angles.

The spin incoherent scattering, which frequently is themmatiensity contribution in backscat-
tering of time-of-flight spectra from organic or soft-matsamples or other hydrogen contain-
ing systems, is caused by the dependence of the scatterigthlen the relative orientation
of nuclear and neutron spins. The fluctuating part of thetsgag length due to random spin
orientation contains no interference of scattering froffedent nuclei, i.e. the scattering inten-
sity distributes evenly ovetr solid angle and is “diluted” accordingly. This intensityviery
small compared to typical SANS intensities, in fact it is e background level in SANS
experiments. The dynamics of the incoherent scatteringasfithe one-particle motion (self
correlation). For the NSE method it is important to note thatspin-dependent scattering flips
2/3 of the neutron spins. This means that a considerableoliopslarization is encountered,
only 1/3 of the neutrons contribute to the echo signal theisebackground. This 1/3 stems
form the spin flipped neutrons, i.e. the echo amplitude is aigerted (negative). If coherent
and incoherent scattering contributions are present tlaig lmad to peculiar effects since the
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amplitudes may cancel each other depending on their —pallgrdifferent— dynamics.

50 100 150
t/ns

Fig. 24: Results from neutron-spin-echo spectroscopy on polyatkyinelts with height molec-
ular weight. The left side shows the segmental diffusion at sinees measured with the inco-
herent scattering from a protonated sample. The solid lenthé expected behavior for a melt
without topological constraints, the deviation at largangs indicate the first effects of a tube
constraint. The right part shows plateau values where thexadlan of a chain is restricted
within a virtual tube formed by the entanglements with neigldh@ains. The different curves
correspond toQ-values between 3 and 1.15 nfn This experiment was done on a mixture
of deuterated and protonated polymer chains. Thus the aedlyntensity corresponds to the
dynamics of the single chain structure factor.

A typical field of application for spin-echo spectroscopyhs investigation of the large scale
dynamics in soft matter samples. As example figure 24 shows idSults from a high molec-
ular weight polyethylene melt [44]. The results reveal detaf the segmental diffusion that
pertain to the reptation model scenario of motion of entadglolymer chains [45]. Initially the
segments diffuse without sensing the effect of other chahkarger times the motion is hin-
dered by topological constraints as indicated by the olagienv of plateaus in th8(Q, t)/S(Q)
decay curves [46]. These results correlate to the viscielpoperties of polymer melts and
contribute to establish a molecular explanation for theacmscopic mechanical properties.

7 Conclusion

A selection of instruments for neutron scattering has bexsticbed. The compilation cannot
be complete and many further applications of thermal nestiave been omitted, as e.g. imag-
ing and tomography or prompt-gamma-activation analysistruments at continuous sources
(reactors) and those at pulsed spallation sources follfferdnt design principles imposed by
the fixed frequency pulsed nature of the spallation souroegpared to the continuous ones.
The common objective of the presented scattering instrisneno yield accurate data on the
scattering functior5(Q,w). The variation in instrumentation originates from the a#idn in
resolution and @, w) range of interest. E.g. diffractometers integrate aveand only struc-
tural information is obtained. Even this information islected with different wavelength and
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different angular resolution, dependent on the spatiakdisions that finally are to be probed.
Inelastic instruments differ in energy resolution over alevrange of about 8 orders of magni-
tude spanned by the hundredths of meV range of a thermal T&Fument down to the few
neV effective resolution of a spin-echo spectrometer. A cmm theme for all neutron instru-
mentation is the optimization of intensity. This is one o thain driving forces for the variety
in instrumentation. Just the necessary (and not more)utsnlmust be supplied in order not to
reduce the available neutron flux more than necessary. Besgigccording to these principles
a versatile and powerful suite of instruments for many pegsois found at the major neutron
sources in the world. Most of these instruments are availédy use by the general scientific
community by application via proposal systems.
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