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Fig. 1 (Color online) Viscosity B-coefficient at room temperature.
Data taken from Ref. 1).
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Fig. 2 (Color online) Dynamic structure factor, S(Q, E), intermediate scattering function, F(Q, ¢), and the Van Hove
correlation function, G(R, t), of pure water at room temperature.
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Fig. 3 (Color online) Temporal changes in the area of the first-
neighbor neighbor correlation in aqueous solution of sodium
chloride and their enlarged view (inset): (open circles) pure
water, (triangles) molality m=0.75 mol/kg, (squares)
1.5 mol/kg, (closed circles) 2.26 mol/kg, and (diamonds)
3.0 mol/kg. The shaded areas represent uncertainties of each
dataset. Figures are taken from 38).
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Fig. 4 (Color online) Pseudo-partial Van Hove Correlation Func-
tion of aqueous solution of NaCl, NaBr, and Nal (m=1.5
mol/kg). Figures are taken from 39).
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Fig. 5 (Color online) Self-part of the Van Hove correlation func-
tion of water at (a) 285K, (b) 295K, (¢) 310K, and (d)
318 K. The symbols represent the experimental data, and the
dashed lines represent the fitting results using the Gaussian
approximation. Figures are taken from 43).
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Fig. 6 (Color online) Self-diffusion coefficients extracted from the
IXS experiment (Dyyp) and from a reference (Dyaero) .
Figures are taken from 43).
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Split-Delay Optics system
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Fig. 7 (Color online) Setting of X-ray Speckle Visibility Spectroscopy (XSVS) using XFEL at SACLA BL3. The seed
pulse was produced by monochromatizing the SASE from the upstream undulator segments. Then the seed was
amplified in the downstream undulation. The amplified X-ray pulse was split into two sub-pulses using the SDO.
The sub-pulses with a delay time are focused by mirrors and hit the water jet. Scattered X-rays were recorded by

the MPCCDs. Figure taken from Ref. 57).
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Fig. 8 (Color online) Example of single-shot scattering image from
water at around Q=2 A -1, Single photon energy of 10 keV
X-ray corresponds to ~590 ADU. Figure taken from Ref.
57).
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Fig. 9 (Color online) Comparison of XSVS result and IXS results
at 0=2.00+0.06 A~!. The solid line represents the contrast
measured when there was no overlap between two sub-
pulses. The uncertainty was calculated using the second
derivative of the log-likelihood. The dashed line represents
the decaying behavior that is estimated by the result of IXS.
Figure taken from Ref. 57).

BERODALT— X WWET A EPRBETHS, v—F
FMXFEL Z#H\\ % &NV FigofWX a2 FIHTE,
SDO %3 L 7 CTHRARHLE TFH L T7.7u] O X /8
WARFIRTREICZD, Phhvikhbdy gy Mg, B
TIVBICEBON T HBIET 52 P TEL,

Fig. 9 ICiRAHZICLIVEONI ARy 7DV 5
AT DRBEDL D HRT o Tixed [ FARHTAH I 2 HATD /N
WADTFIVF—%mRT, TV T A ORI At RTF
% IXS P S8 S b HEELERE R (BiR) & bl
T5E, HEOTHEESOHBENTH LI, /T
Liea>3 0] TR QEBTIIIXS TORBEL D L3R
T ARERDPE SN/, PRI AR TIZE < B, Thidide
DIRFEN—>H O X #/ OV A1 k0 L2 AR RSB
L7z 212 k%55, XFEL TORETIEY a v FFIT/N
WAL F =S GO/ I EDPRIFEIN T AT,
CD XD IEPMEROMHE Y T — XU RFHETH 5,

HETH Mar. 2022 Vol.35 No.2 59



KE O LCLS THlIcE& i s h/i-t—A5 A VD1 D
75 X-ray Correlation Spectroscopy T % kL 21269, SDO
BHOWIERFA TSy —IVTOXAF 37 ZAHER, &
XFEL Mgk CHEBMICHBEINTE /2, ZOFT, Al
EIX SDO # AW T a4 — & — TREHZE % $I#H L TR
FAT—IVTDOXAF I 7 ARBEL IR ORE & 75 -
720 SACLA TORIIHIL, #iEL T/ SV AMEEO X
WMAEMH &5y —FHXFEL &, XHEFEROMD T
BVWREEDPHAED I >R TH S, FrICHEER
DA B %5 X D12 SACLA 1281 % SDO O R REfEIC b
T B HERIIFESRNELDTH S, 5t I VIAHTE Q,
RERIZEIC IS WTERT AT & T, IXSTRAELEL W
REfIGEIR D & A F 2 7 ZADOPIE, Van Hove HEIRIEK~D
FHLIRFTE 5,

4. FRRE

AT X # &L % H v C Van Hove FHEABISLIC & 5
XA F I 7 AOFRZEM N & KIS LU KBRICHEA L 7%
Bl RIS HRA L 7ze KIENTZ 3 5 ETORIE, 55K
DT BB TN 2dIC TN E CTHIE T AlifEA 7\ &
s N, BTCONTCOAEIROBGELZ TESICHIE T 5 2
ETH o Toe RFEOHAREITREICR > 72 DTl
<, FRCENOR E R THEMIC BT 2B RL9 L b
HY TR RICISCHTE, 3 TICIEBME T B
T O TR IERE N DIGH A D TV 5, X R &
T r@EyiclAeEb® sl tTCav T AL E
HZ LA TE, PDFIC X AEEMIT TASINTWAD L
FIRRICL CREM AT I 7 A TE 5 SN
bo ILICHREEL L E OROBERE T 5 A& E
ZERCOHBIBHRICENR S 5 T T, ThE TOMZEMIC
B ABELBOMNT CiE BRI T /BRI <
5 LML TR ZED TV 5,

—HHiE CREEDOIR Q-F 2RI 31 % BipyfE A
T OHIE, %L T Van Hove HBIBIK O HIE X % < DOBF
FHICE > TOETH -/, L LBETEXHRCH
HFERWT, FHITEZLD LT > T b, ARapifze
FHCHE SN TN/ XA F I 7 A3 5 —8) Lz hidse
WTH 5,

it

This work was supported by the U. S. Department of
Energy, Office of Science, Office of Basic Energy Science,
Division of Materials Sciences and Engineering. SPring-8
BLA3LXU ~C @ JF 7 4 #fl 52 5% (3 3 % 5 20170075,
20180069, 20190002C, SACLA BL3 TOFEEIIHEH
52018B8041, 2019A8043, 2019B8011 Cx N Z N K
X N7, SPring-8 BL43LXU TH E &3, Alfred Q. R.
Baron t+:, HIANMEL L ORFPFETH S, BEEIEK

WK DY I 2 — 3 Vi Vanderbilt kX2 @ P. Cum-
mings ##%, M. W. Thompson {#-+t:, R. Matsumoto &+
L OHFWIZE, Van Hove HBIRABO KRS I 2 L — 1
VOB L T, 3KIZMx TORNLOP.C.R.
Kent ffi+:, S.Irleffi+, NV IUNZ T M KFD A.
C. T van Duin 4% & OHL[FHIE Th 5, SACLA TDO5E
ERlI AWz =F, H EFHMEROM OO T TEL S h
oo XMERI T Y —K¥OC W.Ryulf+£, W.
Dmowski DM IO TICE S iz, CIICHELHR
T %

BEMR

1) H. D. B. Jenkins and Y. Marcus: Chem. Rev. 95, 2695
(1995).

2) G. Jones and M. Dole: J. Am. Chem. Soc. 51, 2950 (1929).

3) J. L. M. Poiseuille: Ann. Chim. Phys., 3rd series. 21, 76
(1847).

4) Y. Marcus: Chem. Rev. 109, 1346 (2009).

5) T.EgamiandS.].L. Billinge: Underneath the Bragg Peaks:
Structural Analysis of Complex Materials (Elsevier,
Amsterdam, 2012). 2nd ed.

6) R. Mancinelli, A. Botti, F. Bruni, M. A. Ricci and A. K.
Soper: J. Phys. Chem. B. 111, 13570 (2007).

7) H.]J. Bakker: Chem. Rev. 108, 1456 (2008).

8) Y. Chen, H. I. Okur, N. Gomopoulos, C. Macias-Romero, P.
S. Cremer, P. B. Petersen, G. Tocci, D. M. Wilkins, C.
Liang, M. Ceriotti and S. Roke: Sci. Adv. 2, €1501891
(2016).

9) F. Perakis, L. De Marco, A. Shalit, F. Tang, Z. R. Kann, T.
D. Kiihne, R. Torre, M. Bonn and Y. Nagata: Chem. Rev.
116, 7590 (2016).

10) A. Shalit, S. Ahmed, J. Savolainen and P. Hamm: Nat.
Chem. 9, 273 (2017).

11) Y. Yamada, J. Wang, S. Ko, E. Watanabe and A. Yamada:
Nat. Energy 4, 269 (2019).

12) R. D. Rogers and K. R. Seddon: Science 302, 792 (2003).

13) K. D. Collins and M. W. Washabaugh: Q. Rev. Biophys. 18,
323 (1985).

14) F. Hofmeister: Archiv fiir experimentelle Pathologie und
Pharmakologie. 24, 247 (1888).

15) P. Lo Nostro and B. W. Ninham: Chem. Rev. 112, 2286
(2012).

16) U. Balucani and M. Zoppi: Dynamics of the Liquid State
Oxford Series on Neutron Scattering in Condended Matter
(Oxford University Press, New York, 1994).

17) A. Cunsolo, G. Ruocco, F. Sette, C. Masciovecchio, A.
Mermet, G. Monaco, M. Sampoli and R. Verbeni: Phys. Rev.
Lett. 82, 775 (1999).

18) S. Hosokawa, M. Inui, Y. Kajihara, K. Matsuda, T.
Ichitsubo, W.-C. Pilgrim, H. Sinn, L.E. Gonzalez, D.].
Gonzalez, S. Tsutsui and A. Q. R. Baron: Phys. Rev. Lett.
102, 105502 (2009).

19) F. Sette, G. Ruocco, M. Krisch, U. Bergmann, C.
Masciovecchio, V. Mazzacurati, G. Signorelli and R.
Verbeni: Phys. Rev. Lett. 75, 850 (1995).

20) G. Monaco, A. Cunsolo, G. Ruocco and F. Sette: Phys. Rev.
E 60, 5505 (1999).

21) J.P.Boonand S. Yip: Molecular Hydrodynamics (McGraw-
Hill, New York, 1980).

22) L. Van Hove: Phys. Rev. 95, 249 (1954).

60 © FEtH Mar. 2022 Vol.35 No.2



fRE 1 REMTH S REDOERYES

23)

24)
25)

26)

27)
28)

29)

30)

31)

32)

33)

34)
35)
36)
37)

38)

39)

40)

41)

42)
43)

44)

45)
46)
47)
48)

49)

R. Ashcraft, Z. Wang, D. L. Abernathy, D. G. Quirinale, T.
Egami and K. F. Kelton: J. Chem. Phys. 152, 074506 (2020).
T. Egami: Frontiers in Physics. 8, 50 (2020).

T. Iwashita, B. Wu, W.-R. Chen, S. Tsutsui, A. Q. R. Baron
and T. Egami: Sci. Adv. 3, e1603079 (2017).

Y. Shinohara, W. Dmowski, T. Iwashita, B. Wu, D.
Ishikawa, A. Q. R. Baron and T. Egami: Phys. Rev. E 98,
022604 (2018).

B. N. Brockhouse and N. K. Pope: Phys. Rev. Lett. 3, 259
(1959).

P. A. Egelstaff: An Introduction to the Liquid State (Oxford
University Press, New York, 1992).

J.-P. Hansen and I. R. McDonald: Theory of Simplie
Liquids: with Applications to Soft Matter (Academic Press,
New York, 2013).

U. Dahlborg, W. Gudowski and M. Davidovic: J. Phys.:
Cond. Mat. 1, 6173 (1989).

A. Q. R. Baron: Synchrotron Light Sources and Free-
Electron Lasers (Springer International Publishing, Cham,
2016) p. 1643.

A. Q. R. Baron: Synchrotron Light Sources and Free-
Electron Lasers (Springer International Publishing, Cham,
2016) p. 1721.

D. L. Abernathy, M. B. Stone, M. J. Loguillo, M. S. Lucas,
O. Delaire, X. Tang, J. Y. Y. Lin and B. Fultz: Rev. Sci.
Instrum. 83, 015114 (2012).

P. Fouquet, G. Ehlers, B. Farago, C. Pappas and F. Mezei: J.
Neutron Res. 15, 39 (2007).

A. Q. R. Baron: SPring-8 Information Newsletter. 15, 14
(2010).

D. Ishikawa and A. Q. R. Baron: J. Synchrotron Rad. 28, 804
(2021).

B. Wu, T. Iwashita and T. Egami: Phys. Rev. Lett. 120,
135502 (2018).

Y. Shinohara, W. Dmowski, T. Iwashita, D. Ishikawa, A. Q.
R. Baron and T. Egami: Phys. Rev. Mater. 3, 065604
(2019).

Y. Shinohara, R. Matsumoto, M. W. Thompson, C. W. Ryu,
W. Dmowski, T. Iwashita, D. Ishikawa, A. Q. R. Baron, P.
T. Cummings and T. Egami: J. Phys. Chem. Lett. 10, 7119
(2019).

T. Iwashita, D. M. Nicholson and T. Egami: Phys. Rev. Lett.
110, 205504 (2013).

R. A. Matsumoto, M. W. Thompson, V. Q. Vuong, W.
Zhang, Y. Shinohara, A. C. T. van Duin, P. R. C. Kent, S.
Irle, T. Egami and P. T. Cummings: J. Chem. Theory
Comput. 17, 5992 (2021).

C. T. Chudley and R. J. Elliott: Proc. Phys. Soc. 77, 353
(1961).

Y. Shinohara, W. Dmowski, T. Iwashita, D. Ishikawa, A. Q.
R. Baron and T. Egami: Phys. Rev. E. 102, 032604 (2020).
G. Gribel, G. B. Stephenson, C. Gutt, H. Sinn and T.
Tschentscher: Nucl. Instrum. Meth. Phys. Res. Sec. B. 262,
357 (2007).

G. B. Stephenson, A. Robert and G. Griibel: Nat. Mater. 8,
702 (2009).

R. Bandyopadhyay, A. S. Gittings, S. S. Suh, P. K. Dixon
and D. J. Durian: Rev. Sci. Instrum. 76, 093110 (2005).

P. K. Dixon and D. J. Durian: Phys. Rev. Lett. 90, 184302
(2003).

I. Inoue, Y. Shinohara, A. Watanabe and Y. Amemiya: Opt.
Express. 20, 26878 (2012).

Y. Sun, J. Montana-Lopez, P. Fuoss, M. Sutton and D. Zhu:

50)

51)

52)

53)

54)

55)

56)

57)

58)

59)

60)

61)
62)

J. Synchrotron Rad. 27, 999 (2020).

J. Verwohlt, M. Reiser, L. Randolph, A. Matic, L. A.
Medina, A. Madsen, M. Sprung, A. Zozulya and C. Gutt:
Phys. Rev. Lett. 120, 168001 (2018).

F. Perakis, G. Camisasca, T. J. Lane, A. Spih, K. T.
Wikfeldt, J. A. Sellberg, F. Lehmkiihler, H. Pathak, K. H.
Kim, K. Amann-Winkel, S. Schreck, S. Song, T. Sato, M.
Sikorski, A. Eilert, T. McQueen, H. Ogasawara, D.
Nordlund, W. Roseker, J. Koralek, S. Nelson, P. Hart, R.
Alonso-Mori, Y. Feng, D. Zhu, A. Robert, G. Griibel, L. G.
M. Pettersson and A. Nilsson: Nat. Commun. 9, 1917
(2018).

T. Hirano, T. Osaka, Y. Morioka, Y. Sano, Y. Inubushi, T.
Togashi, I. Inoue, S. Matsuyama, K. Tono, A. Robert, J. B.
Hastings, K. Yamauchi and M. Yabashi: J. Synchrotron Rad.
25, 20 (2018).

T. Osaka, T. Hirano, Y. Sano, Y. Inubushi, S. Matsuyama,
K. Tono, T. Ishikawa, K. Yamauchi and M. Yabashi: Opt.
Express. 24, 9187 (2016).

W. Roseker, S. O. Hruszkewycz, F. Lehmkiihler, M.
Walther, H. Schulte-Schrepping, S. Lee, T. Osaka, L.
Striider, R. Hartmann, M. Sikorski, S. Song, A. Robert, P.
H. Fuoss, M. Sutton, G. B. Stephenson and G. Griibel: Nat.
Commun. 9, 1704 (2018).

T. Ishikawa, H. Aoyagi, T. Asaka, Y. Asano, N. Azumi, T.
Bizen, H. Ego, K. Fukami, T. Fukui, Y. Furukawa, S. Goto,
H. Hanaki, T. Hara, T. Hasegawa, T. Hatsui, A. Higashiya,
T. Hirono, N. Hosoda, M. Ishii, T. Inagaki, Y. Inubushi, T.
Itoga, Y. Joti, M. Kago, T. Kameshima, H. Kimura, Y.
Kirihara, A. Kiyomichi, T. Kobayashi, C. Kondo, T. Kudo,
H. Maesaka, X. M. Maréchal, T. Masuda, S. Matsubara, T.
Matsumoto, T. Matsushita, S. Matsui, M. Nagasono, N.
Nariyama, H. Ohashi, T. Ohata, T. Ohshima, S. Ono, Y.
Otake, C. Saji, T. Sakurai, T. Sato, K. Sawada, T. Seike, K.
Shirasawa, T. Sugimoto, S. Suzuki, S. Takahashi, H.
Takebe, K. Takeshita, K. Tamasaku, H. Tanaka, R.
Tanaka, T. Tanaka, T. Togashi, K. Togawa, A. Tokuhisa,
H. Tomizawa, K. Tono, S. Wu, M. Yabashi, M. Yamaga, A.
Yamashita, K. Yanagida, C. Zhang, T. Shintake, H.
Kitamura and N. Kumagai: Nat. Photon. 6, 540 (2012).

I. Inoue, T. Osaka, T. Hara, T. Tanaka, T. Inagaki, T.
Fukui, S. Goto, Y. Inubushi, H. Kimura, R. Kinjo, H. Ohashi,
K. Togawa, K. Tono, M. Yamaga, H. Tanaka, T. Ishikawa
and M. Yabashi: Nat. Photon. 13, 319 (2019).

Y. Shinohara, T. Osaka, I. Inoue, T. Iwashita, W. Dmowski,
C. W. Ryu, Y. Sarathchandran and T. Egami: Nat. Commun.
11, 6213 (2020).

S. O. Hruszkewycz, M. Sutton, P. H. Fuoss, B. Adams, S.
Rosenkranz, K. F. Ludwig, W. Roseker, D. Fritz, M.
Cammarata, D. Zhu, S. Lee, H. Lemke, C. Gutt, A. Robert,
G. Griibel and G. B. Stephenson: Phys. Rev. Lett. 109,
185502 (2012).

E. Zarkadoula, Y. Shinohara and T. Egami: Phys. Rev.
Research 4, 013022 (2022).

R. Alonso-Mori, C. Caronna, M. Chollet, R. Curtis, D.S.
Damiani, J. Defever, Y. Feng, D. L. Flath, J. M. Glownia, S.
Lee, H. T. Lemke, S. Nelson, E. Bong, M. Sikorski, S. Song,
V. Srinivasan, D. Stefanescu, D. Zhu and A. Robert: J.
Synchrotron Rad. 22, 508 (2015).

ZRIER « BAFHETAEEE T35 18, 108 (2008).

M. Holz, S. R. Heil and A. Sacco: Phys. Chem. Chem. Phys.
2, 4740 (2000).

HETH Mar. 2022 Vol.35 No.2 61



ERHETH It %

Oak Ridge National Laboratory University of Tennessee, Oak Ridge National Laboratory
E-mail: shinoharay@ornl.gov E-mail: egami@utk.edu

B XIREE, FEREROYE B U5 LROYE, XRPMEFIREEL

(R ] [R&EE]

20074E B UK RS Be B A BRI e R RO, B4 (T%) 19684EH A2 IG A BB A2, 19T1EERV VIV » =7 K
20074F~20174E B FI A, 20174E~20194F 7 % ¥/ — k%%, 2019 2 (WERE), 1973~20034EX VLY » =7 K2, 2003
5 L0 Bk, 5 30 BIEk,

T

RARFET LB T ¥R

E-mail: tiwashita@oita-u.ac.jp

B KK - T A0OHE

(R EE]

20094F TR K - KB TR RHML ¥ Ty dx, it (T5)
200947 BH20164E 7 13 — K22, 20164F & 0 BRE

Real-space analyses of local dynamics in liquid
using X-ray scattering
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Abstract In this review, we advocate describing the liquid dynamics using the Van Hove correlation func-
tion, a temporal and spatial correlation function. Recent progress in X-ray optics and X-ray
sources makes it possible to carry out inelastic and quasi-elastic x-ray scattering whose spectra
can be converted into the dynamic correlation function in real space. We describe the basic con-
cept of the Van Hove correlation function, how it is obtained from the X-ray scattering spectra us-
ing synchrotron X-rays and X-ray free electron lasers, and the atomic dynamics in water and aque-
ous salt solution.
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