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1 Introduction

One method for creating intense as well as bright terahertz (THz) and in-
frared (IR) light is by using radiation from relativistically accelerated elec-
trons, such as synchrotron radiation (SR) and free-electron laser (FEL). SR
is the radiation emitted from bending-magnets and insertion devices (undula-
tors/wigglers). Because SR consists of broadband electromagnetic waves from
the X-ray to the THz range, light with the desired wavelength and intensity
(photon flux) can be obtained by using suitable optics. SR is a good source for
spectroscopy, and over 20 SR facilities worldwide are equipped with IR/THz
beamlines. In contrast, FEL is monochromatic light with high coherence and
relatively high intensity. These properties of FEL make it worthwhile as an
excitation source and as monochromatic probing light.

The size of the SR light source is determined by the size of the electron
beam in the accelerator. The electron beam size is similar to the wavelength
of THz light (i.e. sub millimeter size). Because the emission angle of SR is
small, the electron beam emittance (i.e. the area occupied by the particles
of the beam in space and momentum phase space) is smaller than that of
the THz light. The SR light can therefore be focused down to spot size, with
an ideal diffraction limit. This property makes the light suitable for micro-
scopic spectroscopy (micro-spectroscopy). In fact, the purpose of almost all of
the world’s IR/THz beamlines is micro-spectroscopy and micro-imaging with
higher spatial resolution than with conventional IR microscope.

In the case of SR light sources, the emission point is located in a vacuum
chamber with a bending magnet. Since the vertical space available for col-
lecting the SR is narrow, all of the emitted light cannot be collected. If we
have a very wide horizontal acceptance angle, the emission point becomes an
emission arc. Therefore, laboratory optics cannot be utilized with IR /THz SR.
In addition, the emission point in an electron accelerator is in an ultra-high
vacuum (~ 1078 Pa), whereas THz light needs a pressure of less than 1 Pa for
excluding the absorption of water vapor. To separate the ultra-high vacuum of
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the accelerator and the low vacuum of the downstream optics, optical windows
are used. Because SR light is more broadband than that from conventional
THz/IR light sources, the use of optical windows restricts the wavelength
regions available. To optimize the use of the wide wavelength region of SR,
exchange of optical windows without breaking the vacuum is effective.

In Japan, there are currently three IR/THz beamlines. The first IR/THz
beamline, BL6A1, has been constructed at UVSOR in 1986. [1] In 2003,
UVSOR was upgraded to the lowest emittance ring (27 nm rad) among small
SRs, with an acceleration energy below 1 GeV and its name was changed
to UVSOR-IL. [2] Simultaneously, BL6A1 was upgraded to the new IR/THz
beamline, BL6B, with high brilliance and high flux [3]. To obtain higher per-
formance, we employed a so-called “magic mirror” with a large acceptance
angle (215(H) x 80(V) mrad?) [4]. Upgrading the beamline made the pho-
ton flux of BL6B four times larger, and the brilliance 102 times larger, than
those of BL6A1. In 1999, another IR beamline was constructed at SPring-8
(in Hyogo Prefecture, Japan) [5], which is the largest SR ring in the world.
The beamline was equipped with a three-dimensional magic mirror for the
first time. At SPring-8, spectroscopy at high temperature and high pressure
are used to investigate conditions inside the Earth. Spectroscopy of correlated
materials at low temperature and high pressure is also performed. In 2009, a
new IR micro-spectroscopy beamline was constructed at the small SR ring,
AURORA, at Ritsumeikan University. [6] The beamline will be dedicated to
industrial use.

To perform IR/THz spectroscopy using SR, special optics that differ from
those used in laboratory systems are needed. In this paper, the IR/THz optics
developed for use with SR are introduced, as in an example of their application
using IR/THz SR.

2 Principle of three-dimensional magic mirror optics for
THz/IR SR

SR is characterized by the emission angle of light. When a relativistic electron
beam moves in an external field, the radiation spectrum (9% P(w)/0wd{2) from
a minute orbital is [7]
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Here, e is the elemental charge, £y the dielectric constant of the vacuum, ¢
the velocity of light, p the orbital radius, and -y the ratio of energy to rest mass.
K5/3(€) and K /3(€) are modified Bessel functions, and £ = wR/3c(1/7? +
62)3/2, where R is the radius of the electron orbit. The function corresponds to
the vertical distribution of SR in the orbital plane. For instance, the vertical
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Fig. 1. Vertical distribution of bending-magnet radiation of the UVSOR-II storage
ring at photon energies of 0.1 and 100 eV.

emission of the bending-magnet radiation at UVSOR-II is shown in Fig. 1. In
the figure, the emission at a photon energy of 100 eV is located around the
orbital plane (6, = 0 mrad), but the emission of the 0.1-eV photon energy
expands above 10 mrad from the orbital plane. The intensity at 0.1 eV is
much lower than that at 100 eV. These properties imply that the vertically
wide acceptance angle at 0.1 eV is needed for high intensity.

On the horizontal axis, on the other hand, the emission from a minute
emission angle is the same as in the above function, but the circular orbit of
electron beams made by the Lorentz force due to the presence of the dipole
magnet is important. This indicates that SR from the dipole magnet is not an
ideal point source, but is instead an arc source. The light cannot be focused to
a point by using circular/toroidal mirrors. Thus these mirrors cannot maintain
high brilliance.

The “magic mirror” for bending-magnet radiation focused to one point was
discovered by Lopez-Delgado and Szwarc in 1976. [8] In this paper, the shape
was defined only in the orbital plane. In reality, however, SR is emitted not
only in the orbital plane but also to the horizontal axis. We therefore extended
the shape of the magic mirror to a three-dimensional one, creating a “three-
dimensional magic mirror (3D-MM),” and we installed this mirror in the IR
beamline (BL43IR) at SPring-8. [9] SPring-8 is the largest SR ring in the
world with an orbital radius of about 40 m. The acceptance angle of 36 mrad
corresponds to the emission length of 1.44 m (Fig. 2a). If a toroidal mirror is
added to collect the light, then the focal image, calculated by a ray tracing
method, is not good (Fig. 3a). This result indicates that the high brilliance
of SR cannot be preserved by using a toroidal mirror. We therefore employed
the 3D-MM. The following calculations are used to form the 3D-MM:
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Fig. 2. Schematic figure of the optics using a three-dimensional magic mirror (3D-
MM) at BL43IR of SPring-8 (a) and the curvature of the 3D-MM surface (b).
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Fig. 3. Ray tracing images at the first focus using a toroidal mirror (a) and a three-
dimensional magic mirror (b) at BL43IR of SPring-8. (¢) Time structure at the focal
point, using the three-dimensional magic mirror.
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Here, p is the orbital radius of electron beams, a the distance between the

center of the electron beam and the focal position, dy the optical length from

the standard position, 6 the acceptance angle of SR, and v the vertical size

of the magic mirror. For instance, the parameters for BL43IR at SPring-8 are

as follows; p = 39271.8mm, a = 46025.4mm, dy = 69807.4mm, # =1.4804 to

1.5169 rad, v =-22 to +22 mm. The meanings of AM, M1, and R are the

same as in ref. [8]. The vertical radius of the magic mirror is obtained for an

approximation of a spherical shape by using the distance from the emission
point to the focal point.

The shape of a magic mirror surface with the above parameters is shown

in Fig. 2b. The surface is very complex because of the non-spherical and non-
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Fig. 4. Overview of the UVSOR-II storage ring.

symmetric shape. To fabricate the surface, a recently developed numerical
cutting method is used.

The focal image calculated by using the ray tracing method is shown in
Fig. 3b. The focal size is much smaller than that with the toroidal mirror (see
Fig. 3a). The magic mirror cannot only focus SR from the circular electron
orbital; it can also reduce the time structure of the emission length to the
longitudinal width of the electron bunch (~ 100 ps), because the magic mirror
is characterized by a constant distance from the emission point to the focal
point including the trajectory of the electron bunch. The calculated time
structure is shown in Fig. 3c. In the calculation, the beam length was assumed
to be 15 ps. The time structure at the focal point was evaluated to be 59 ps
about 4 times longer than the electron beam length.

3 IR/THz beamline optics at UVSOR-II

The 3D-MM was installed in the THz/IR beamline BL6B at UVSOR-II
(Fig. 4) in 2004. [3] UVSOR-II is a relatively small SR ring with a circumfer-
ence of about 53 m and an electron beam bending radius is 2.2 m. If a 3D-MM
is introduced into such a small SR ring, a large acceptance angle can be em-
ployed. For instance, at UVSOR-II, the acceptance angle became 215 mrad in
the horizontal plane and 80 mrad in the vertical plane. The combination of a
large acceptance angle and the shape of the 3D-MM gives high brilliance.
The layout and optics of the beam extraction part (front-end) are shown in
Figs. ba and b, respectively. The first mirror in the bending-magnet chamber is
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Fig. 5. Top view (a) and 3D view (b) of the front-end optics of BL6B, UVSOR-II.

a magic mirror with dimensions of 300 mm (horizontal) by 100 mm (vertical).
A copper pipe (diameter 5 mm) for water cooling is located in the orbital
plane in front of the magic mirror to reduce heat load due to the increases
photon energy of the SR.

The THz/IR SR extracted by the magic mirror is derived to the first
focusing point (P1) by two plane mirrors (M1 and M2). The position and angle
of the light can be controlled by M1 and M2 (Fig. 5b). The light emittance of
the THz/IR beamline is the product of the light size and the emission angle at
P1. The beam size at P1 calculated by the ray-racing method, and the actual
beam size obtained, are shown in Figs. 6a and b. The beam in the experimental
result is spherical and about 1.2 mm in diameter, in contrast with the elliptical
shape of 1 x2 mm? in the calculation. This is because the calculation was done
at a photon energy of 0.1 eV, whereas the experimental result was obtained at
a photon energy range of 0.05 to 2 eV by using an HgCdTe (MCT) detector.
The result indicates that the SR light can be ideally focused by using the
3D-MM.
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Fig. 6. Ray trace result at the first focal point at a photon energy of 0.1 eV (a)
and beam profile measured by using an MCT detector (b) at the first focusing point
(P1) in Fig. 5.

The distance from the magic mirror to P1 is 2.5 m and the horizontal
solid angle from P1 to the magic mirror is about 86 mrad. By using the
experimental beam size at P1, the horizontal emittance at a photon energy of
0.1 eV (0, - 0l,) becomes 52 pm-rad. In the vertical plane, on the other hand,
the emission angle (a?’J ~12 mrad) shown in Fig. 1 at 0.1 eV and the lengths
between the center of the emission arc and the magic mirror (about 1 m) and
between the magic mirror and P1 (about 2.5 m) make the emittance (o, - o})

Y
5.4 ym-rad. The emittance of a conventional IR spectrometer is o, 07, ,, =200
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Fig. 7. Calculated (dashed line) and experimentally obtained (solid line) brilliance
of BL6B, UVSOR-II compared with those of a thermal (black body) light source at
T = 1400 K (dash-dotted line).

to 1000 pm-rad. This implies that SR light has a much lower emittance than
conventional laboratory sources.

This low emittance gives high brilliance. In fact, in terms of black body
emission at 1400 K, the brilliance of BL6B at UVSOR-II is several orders of
magnitude greater than that of a conventional source (Fig. 7). The difference
in the THz photon energy region below 50 meV is much larger than that
in the IR region above 50 meV. This indicates that the light is suitable for
micro-spectroscopy in the THz region.

4 IR /THz beamline optics at UVSOR-II

The BL6B IR/THz of UVSOR-II covers the range of 0.5 meV to 2 eV (4 to
16 000 cm~!) by using two Fourier transform IR interferometers (FTIRs).
One is a Martin-Puplett-type (MP) interferometer (FARIS-1, Jasco Inc.) that
covers a photon energy range of 0.5 to 10 meV. The other is Michelson-type
interferometer (MI) (Vertex 70v, Bruker Inc.) covering 5 meV to 2 eV and
with four beam splitters (Mylar 23 pm, Mylar 6 ym with multilayer coating,
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Fig. 8. Layout of the beam transport of BL6B, UVSOR-II.

Ge/KBr, and quartz). The beamline layout is shown in Fig. 8. The IR/THz-
SR focused by the 3D-MM is formed into a parallel beam by a collimator
(M4) and is guided to the MP. When the parabolic mirror M3 is placed in the
optical path, the IR/THz SR is guided to the MI. The IR/THz SR passing
through the MP is guided to the reflection/absorption end-station (RAS) by
a plane mirror (M8) in the switchyard #1. The light after the MI is guided
to the micro-spectroscopy end-station (MSS) and the RAS by a plane mirror
(M6) in the switchyard #2.

4.1 THz/IR reflection/absorption spectroscopy using SR

Figure 9 shows the optics of the RAS. Using the optics, both a reflection
spectroscopy and transmission spectroscopy are available. The two experi-
ments can be changed by adding a parabolic mirror Mg 3 without breaking
the vacuum. Samples and all optical components are located in a high vac-
uum chamber (< 107% Pa) evacuated by a turbo molecular pump (300 liter/s).
There is no optical window in front of the samples. This has the advantages
of no limitation of the photon energy and no interference by optical windows.
An evaporator for gold film on the sample surface is added for measurement of
absolute values. An automatic measurement system is also added to measure
the relative intensity between the sample and a reference mirror at another
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Fig. 9. Top-view of the optical path of the reflection/absorption end-station (RAS).
The reflection/transmission experimental setup can be changed by moving the
parabolic mirror Mga 3.

sample space. [10] The spectral distribution of IR/THz SR using RAS in the
wavenumber region below 1000 cm™! is shown in Fig. 10. The spectrum is
covered down to ~4 cm~! (~0.13 THz) by using three kinds of combinations
of light source (UVSOR-II), FTIR (FARIS-1 or Vertex 70v), and detector
(InSb hot-electron bolometer or Si bolometer). The typical intensity in this
region is about 100 times higher than thermal sources.

4.2 THz/IR micro-spectroscopy using SR

In the visible region, optical lenses are generally added for focusing. However,
optical lenses cannot be used in the THz/IR region, because astigmatism
appears: different refractive indexes occur because if the presence of impurities
and many absorption lines from the lattice and molecular vibration modes.
In the case of THz/IR, one mirror system consisting of one concave and one
convex spherical mirror, namely Schwarzschild mirrors, is used (Fig. 11d).
This system is used because it eliminates the astigmatism and gives high
reflectivity in the THz/IR region due to Drude reflection of metals.

IR/THz SR is a powerful tool for micro-spectroscopy and imaging not
only in the IR region but also in the THz region because of its high bril-
liance. Almost all of the world’s IR/THz SR beamlines provide commercial
IR microscopes that are easy to use. However, because the Schwarzschild mir-
rors in commercial IR microscopes are small (typically 2 inches in diameter),
the microscopes are available only in the mid-IR region, i.e., they are not
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Fig. 10. Spectral distribution of the combination of light source (UVSOR-II), FTIR
(FARIS-1 or Vertex 70v), and detector (InSb hot-electron bolometer or Si bolometer)
in the THz region of BL6B, UVSOR-IIL. The lowest accessible wavenumber is about
4 cm™! (~0.13 THz).

suitable for the THz region. However, we have installed a new microscope in
order to cover the IR region and down to the THz region (Fig. 11). [12] Some
of the main features are: 1) a large working distance, because experiments
with specific requirements (at very low temperatures, under high pressures,
for near-field spectroscopy, etc.) need to be performed; and 2) availability of
the THz region, because the quasiparticle states of correlated materials and
finger print vibration modes of proteins appear only in this spectral range.
In order to achieve these goals, we use one set of large Schwarzschild mirrors
(diameter = 140 mm, numerical aperture = 0.5, working distance = 106 mm,
magnification = x8) to reduce the diffraction effect in the THz region.

After installing of the THz microscope, we checked the spatial resolution in
the different wavenumber ranges covered by the different FTIR beam splitters
(Fig. 12). The spatial resolution was recorded by using a Bruker Vertex 70v
interferometer and the transmission configuration. In the wavenumber region
above 500 cm™!, the globar lamp gives good contrast. However, the use of
UVSOR-II increases the intensity by 102 and decreases the beam size by about
10 times. This implies that the brilliance of the IR/THz SR is 10% times higher
than that of thermal sources. This is consistent with the brilliance measured at
the first focusing point P1 (Fig. 8). If a pinhole 500 ym in diameter is installed
at a counter focus position of the Schwarzschild mirror, the beam size becomes
the diffraction limit. In the wavenumber region below 600 cm ™!, in which a
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Fig. 11. 3D view of the THz micro-spectroscopy apparatus (a); top view of the
optics (b), and photo (c) of the THz/IR micro-spectroscopy end-station (MSS) of
the IR/THz beamline (BL6B) at UVSOR-II. (d) indicates the configuration of a
Schwarzschild mirror.

Mylar 6-pm beam splitter is used, a good beam profile was observed with
UVSOR-II, in contrast with the very weak peak given by a globar lamp. In
addition, use of a Mylar 23-um beam splitter covering the lower wavenumber
region below 200 cm ™! gave good contrast and intensity in the peak image.
The cut-off wavenumber for UVSOR-II is 40 cm™! (150 cm~! in the case
of the SPring-8 IR beamline [11]). This indicates that the THz microscope
using UVSOR-II is a very efficient tool for micro-spectroscopy in both the IR
and the THz region. This instrument is used for electrodynamics studies of
strongly correlated materials at low temperatures and under high pressures,
and also for molecular vibration imaging of living cells.

5 Application of THz spectroscopy using SR:
Temperature-dependent THz spectra of SmBg

SmBg, which is a typical Kondo semiconductor, has been studied over three
decades. In the previous studies, two different energy gap sizes were proposed
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Fig. 12. Spectral distribution and spatial resolution of THz microscope at several
wavenumber regions using UVSOR-II compared with a globar lamp. Labels in the
top figure indicate the combinations of beam splitter of the FTIR (Bruker), low-pass
filter, and detector. Labels on the left side indicate the light sources and apertures
at other focuses of the Schwarzschild mirror. Fine structures in the spectral distri-
butions are due to the absorption of water vapor and can be reduced by nitrogen
purge. See the text for details.

one about 5 meV and the other about 15 meV [13]. However, a recent study
using higher purity samples revealed that the lower energy absorption band
originates from impurities, because the lower energy absorption becomes small
with increasing purity [14, 15]. The higher energy gap is concluded to be in-
trinsic and to originate from hybridization between the localized Sm 4 f state
and the Sm 5d conduction band, so-called ¢-f hybridization [16]. In the case
of ¢-f hybridization, a rigid band model suitably explains the physical prop-
erties. However, the specific heat curve cannot be explained by a rigid band
model [17]. This means that there are temperature-dependent parameters in
the electronic structure as well as in the charge dynamics.

On the other hand, the magnetic excitation at 14 meV increases with
decreasing temperature below 20 K, as observed by using inelastic neutron
scattering [18]. The magnetic excitation energy is similar to the energy gap
observed in optical spectra. Therefore, if the c-f hybridization bands exist at
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Fig. 13. (a) Temperature dependence of reflectivity spectrum of SmBg in the THz
region (thick lines) and fitting functions by the combination of a Drude and two
Lorentz functions (thin lines). Successive curves are offset by 0.03 for clarity. (b)
Parameters obtained for the effective electron number (N.sr) and the relaxation
time (7) of the Drude function as a function of temperature.

the energy gap edge, the carriers should have the same temperature depen-
dence. Optical reflection spectroscopy is good as a probe for investigating the
character of carriers. In the case of SmBg, the signal from the thermally ex-
cited carriers appears in the THz region. The change in the fitting parameters
of the Drude function as a function of temperature must reflect the property
at the energy gap edge. We therefore measured the temperature dependence
of the reflectivity spectrum in the THz region.

The thick lines in Figure 13a show the temperature dependence of the
reflectivity spectrum [R(w)] of SmBg. At T =5 K, the reflectivity does not
approach unity with decreasing photon energy. This shows an insulating char-
acter. With increasing temperature, the reflectivity at the lower energy portion
increases. The high reflectivity originates from the Drude component due to
the presence of thermally excited carriers. The Drude component indicates the
electronic structure of the thermally excited area near the energy gap edge.

The curves fitted by using one Drude and two Lorentz functions are indi-
cated by the thin solid lines in Fig. 13a. The fitting function is as follows:

47rNeffe Z 47TN-€2
—w?) —iw/7;}

Ew) = foo = m(w? —iw/T)
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Here, é(w), n(w) and R(w) are a complex dielectric function, a complex re-
fractive index and a reflectivity spectrum, respectively. €4, is the sum of €;
above the measured energy region, N.;y and 7 are the effective number and
the relaxation time of the carriers, respectively, and m the rest mass of an
electron. N;, w;o and 7; are the intensity, resonance frequency and relaxation
time, respectively, of i-th bound state, including energy gaps in the electronic
structure and optical phonons. The two Lorentz functions were set to the main
gap at 15 meV and to the impurity state at 5 meV. The fitting functions repro-
duced the experimental curves well. The obtained N.¢¢ and 7, derived from
the fitting parameters, are shown as functions of temperature (Fig. 13b). If
an activation type behavior [Nesy o< exp(—2A/kgT), where A is the energy
gap and kg is the Boltzmann constant] is expected, then log N.; should be
proportional to 1/T". However, log N, is roughly proportional to T, as shown
in Fig. 13b. This indicates that the energy gap cannot be explained by the
rigid band model, but it may also indicate that the energy gap shrinks with
increasing temperature. At two-state model could be assumed to explain this
behavior [19]. On the other hand, 7 rapidly increases on cooling below 20 K.
This temperature is coincident with that of the growth of the magnetic exci-
tation at 14 meV [18]. This means that thermal excitation of the carriers is
strongly related to magnetic excitation at 14 meV.

Rw) =

6 Applications of THz micro-spectroscopy using SR

6.1 Experimental procedure of THz spectroscopy under high
pressure

THz spectroscopy under high pressures has been performed by using the MSS,
as shown in Fig. 14. To detect the charge dynamics, the optical reflection spec-
troscopy [R(w)] in the THz region must be performed, as mentioned in the
previous section. High pressure is produced by using a diamond anvil cell
(DAC). The experimental setup for reflection spectroscopy at high pressure
and low temperature at MSS is shown in Fig. 14. Because the sample area in
the pressure cell is smaller than 1 mm in diameter, we have to use a micro-
scopic technique. THz spectroscopy under high pressures is difficult to perform
using conventional FTIRs.

A membrane-type DAC (Diacell® OptDAC-LT, easyLab Technology Ltd.)
was employed to produce high pressures on the samples. Figure 14c is a photo
of the setup combined with the THz microscope. Pressure was applied to sam-
ples at low temperatures by using the He gas inlet to the membrane. Because
the culet plane areas of diamond and of the membrane are 1.13 mm? and
1030 mm?, respectively, the pressure on samples is about 10 times larger



IR/THz Synchrotron Radiation 17

(@) .
Liq. He-flow-type
cryostat g

(b) ()

Diamonds
Diamond
anvil cell

Gas R b
membrane

Mierescope
AN =

Diamonds f 0.5 mm

Fig. 14. Schematic figure of a diamond anvil cell (DAC) with a gas membrane
combined with a liquid-helium-flow-type cryostat for reflection spectroscopy at high
pressure and low temperature (a); the sample setup in the DAC (b); and photo of
the experimental apparatus and the DAC (c).

than the helium gas pressure. The maximum pressure at the sample position
is about 8 GPa. A sample with a typical size of 0.4x0.4x0.05 mm? was set
in a DAC with Apiezon-N grease as a pressure medium, with gold film as a
reference and ruby tips for a pressure reference. The pressure was calibrated
by ruby fluorescence measurement.

6.2 Electronic structure of SmS under high pressure

SmS is an insulator (the so-called “black phase”) with a gap size of 1000 K
(~80 meV) at ambient pressure [20]. Above about 0.7 GPa, the sample color
changes to gold (golden phase) and the Sm-ion changes from divalence to
mixed valence [21]. To investigate the mechanism of this transition, we per-
formed THz reflection spectroscopy under pressure.

The R(w) obtained for SmS at 300 K as a function of pressure is shown by
the thick lines in Fig. 15a. At ambient pressure, the spectrum indicates an in-
sulating one, because the low energy limit does not approach unity and a clear
large peak due to the TO-phonon between the Sm?* and S2~ ions appears.
When pressure was applied, the background intensity increased with increas-
ing pressure. The background indicates the appearance of carriers. Therefore,
the carrier density increased with increasing pressure. The fitting curves of
the combination of a Drude function and Lorentz functions are shown by the
thin solid lines in the same figure. The Lorentz function was set to reproduce
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Fig. 15. (a) Pressure dependence of the reflectivity spectrum [R(w)] of SmS (thick
lines) in the black phase at 300 K. The fitting curves from the combination of a
Drude and the Lorentz functions are plotted as thin solid lines. Successive curves
are offset by 0.5 for clarity. (b) Pressure dependence of energy gap evaluated by
Drude and Lorentz fitting of R(w) spectra. See the text for details.

the TO-phonon. To fit the spectra obtained, only the N.ys in the Drude func-
tion is changed; all of the other parameters (7 in the Drude function and all
parameters in the Lorentz function) are fixed. The Ny, obtained is plotted
in Fig. 15b. The log N.ss is proportional to the pressure up to 0.65 GPa.
This pressure dependence indicates that the energy gap closes with increasing
pressure. The energy gap size (2A) at ambient pressure was evaluated to be
about 1000 K [20]. By evaluating the gap size from Ny, the energy gap at
the black-golden phase boundary is 850 K; the gap then suddenly closes to
100 K in the golden phase by first-order transition [22].

7 Conclusion and outlook

In this paper, we have pointed out the high brilliance of the infrared (IR)
and terahertz (THz) synchrotron radiation (SR) and have introduced the
characteristic optics by which “three-dimensional magic mirror (3D-MM)”
is used to focus the bending-magnet radiation. The 3D-MM is an ideal optical
component for focusing bending-magnet radiation, because not only can the
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synchrotron light be focused down to a diameter close to the electron beam
size but also the time structure can be reduced to that of the electron beam
length. Using 3D-MM, some advanced optical experiments have so far been
performed (e.g. highly precise THz reflection spectroscopy, and THz spec-
troscopy at high pressure and low temperature). 3D-MM can also be used for
time-resolved spectroscopy because of the conservation of the time structure
of electron beams.

Recently, THz coherent SR (THz-CSR) has been developed in storage
rings. THz-CSR, which is emitted when the electron beam length or the lon-
gitudinal structure is shorter than the wave length, has intensity several orders
of magnitude higher than that of normal SR. The light has properties not only
of high intensity but also full coherence. The light can be used for new experi-
ments (e.g., THz-pump probe spectroscopy, and THz phase contrast imaging).
Such new experiments will open up a new frontier in spectroscopy.
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