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Z DFHFHEE OFESL D72 DITIE, ZTOERKINE AN = ALD
PR BEPIEFEICEETH S, CNETAHNZALICDON
TIRERS FRAE D 5 FREEZEICHEK T 52 BEEHED
d BB T V¥ =B, S TO 71V T« 7 HERE
BIrF -2 EPRESNTE . —77, FxldkE
FREEICE > Crn-dBFRELZEHR T LN & L COKER/E
MEEF AV VEREER E LIWERMR T TE/od
T, 4, FHZInYF A+ U KN (PhyP),[Zn (4~
mxbdt), ] (1, [X 2, 4—-mxbdt = 4—-methoxybenzenedithio—
late) # GECL, ZOKKT AR ) —IVAEKITH T 5N AR
7Ry ZEEIC X BB UM LA BT &
B L7z (K1 2).

BAE S X SR ORBE, KLU AR /) — IV ERE
L7-fSmoMiz znzn 1-H,0 35 LU 1-2MeOH TH -
7o o, ENENOBKE BB RO HERIBL - FIE AT
FVEIED? &, SR EZEE (BRI : -8, B Rk
W) L =T AT IV—v 7 FadElI . TOXRAERY
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03I ZAADANZALEW LT B720IC, RIBERTE
DFE RS A I L 72, BRBREROMRICE T, K- A
2=V FOWTND In SEEORERT & OHIC O-H-
SHOKEHGHEEL Tz, —F, InsEko sy T
& BAIE1-HO TCRIFEAEERL LT, 1-
2MeOH TIIHEICEILL TWz. L7eh-> T, kD%
DRARZ I v 7PE TiHiam SN TEo L D7 Zn $5kD
5T RS TR, Inghifk L RRD T EDKE
HEERAREERONA Ry 1 I AL ERKERNCERL T
LT ERRBEINI. FIT, ERUICE SN/ RS >
FICDFT GHREZATV, M fEuE T 3oV F — ERIPCAXR T T
W REL -7z ZORER, WS F% ST RO TR
PITEZ24 9 5 f mHLERES T R LFE— L Tk, %
MZEL T, STEINIBI AN P 7 )V— 7 F LT
Wz, BT Mulliken B i 7310 ST & G i WLE Y O Hg
5, 1-Hy0 & LU 1-2MeOH Tl 7 FRIKFERE & RIC
£ > T Zn ko HOMO/LUMO * 755 1 LUMO 23R
L, Zn$&tkh LRSS FICETBE (H,0: 0.19; MeOH:
0.23-0.26 electrons/molecule) A2 - T4 C & H/RIES
Nz, ThanbE /PR E AR RELE T3V —ICIER BRI %
TEEVE /LT ETTIV— T b EmRdT ERHAL
Ml ol D EORERID, AEMICET AN/ Rra3
AL (EEAL, MEEBL) PARFESEBIE S BT RE) &
WIOFLWANZ AN EDEDTHLZ LW OLMT L.



-

single-crystal-to-

single-crystal

See e ‘*x{; R

¥ 7

e~ transfer through hydrogen-bonds

K2 @iy FF L v eRERERICSWT STFREFBE LRSI G LBk E Ry T 7N A

Rra I AL REL O,
Nnic. FvsAvns—)

3. B BIABEKEZELETFLEDHY T L HICk
YBTCEMEBMEN RS v F 7T 2HEE
HRORREEZDFETINA ZADIGH -1

TEK 2L, KEOXAFIZALEaETFERNY TV
L7cn BF—KFEHEBE S5 FHWE OB, ©OBEWNHE
Bth, BIUZOHRBET A 2 ET>T05B. ZDORT
I3, KEOBEEL X, BHRF—HFL, HHVEETEDLE
LOBMPES n BTOHE LNy TIVLT, nBTROE
FAEVEELEC, BHAEMCIC X HBMBEFHER 5| &
ML TWD. IBIC, TOrnBF—KEMERICHE &
LCHEY, EAEERT5L, KESLIU nBFRPILE
L, BEXIERE RS, BHFRAL v F /7D, ETIFHEA
A v F U7 e L TEBE—IFREEE®, BERE A HE
THLTEMBWREINTWS. KFRTIE, TOH Y TV
THEREC O3 L UM T A AWz OWTHEAN T 5.

KFE—n BFHEERD k-H; (Cat-EDT-TTF),(«-TTF &
B3 %) Tld, 2KRICEEBHNT, ZEILL S TFH=M%
FERIPHL THXA—Fy PREEE 72> TV, 61T, 2
D2 WIS, —1MOKFEFEE[0. H..O]71 THfE SN T
BY, BEOLDICT A VBT, B—kKEHEG1=
v FPLOAMEHINTVLREBL VR THSH. TOKE
BE, ZBR2047:< L 50 mK OKE F TR % 4
S>TED, B AERELHFEINEOER LY, KEKLEH
o7V, SRTREGES Y, KETIEFRES EN%)
E, /RFVOBEE nETRPMHEBEL T, EERRETE
T AV VHARIREEDO©OTH L &7, BLR, Ly W,
B, BV L EEINE©®, BC-NMR 256 Lo 5N T
Wb, —F, ZOEKFERNMMAKTH % k-D;(Cat-EDT-
TTF);(k-D-TTF L0894 %) CTh, 2KILEERFH -1{D
KFEHEE0.D.O] L CHfE SN, @I Tlk, «-TTF &3
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AR ) —=IVEKICEH T LIk DA VY UpbEAEANOEEL, SOt RIS

ERUIEAEWERT A, 185K LT T, FEA—HEE,
B RO IR AR O . SRS InC X5 &,
185 K TAER A2, [0..D-0]1 LI HIIC KT T 5
JHICkD, KEEELIZ Y FPATEMBEINES » TET
RPBHRAEEL, BRI X HHEESES S &0
HOEPEE->TWBEO. COXDIICKEHENOTE VD
FEW AT AT LICLD, n BTN KE LSBT HIE
LEENPALNS.

X510, KERELET A VIRIKIREETSH 5 k-TTF IC
ML L CHENERR Lz & A, S FRIMBEIERABPEAL
TEPUIBD T 525, KEARFRE LT, KEELVETF
MBI AR S h7=® . —F, Bk Th 5 Se b
[ k-Hs(Cat-EDT-ST),1Cid, NV FEOMWKICLD, n
BT BPEEL, HWETF TS KA BTAV VKA
THHN, MET S E#3K TRIZEEE NI SN/
BT AC VAN & BORFBEARHE OB Cd 2 BER A I
BT ABEEICOWT, KEDELENEDLDICRBLL T
WBOPHBERIEL, BEMEESTFTH 5.

EHI, COKRE-—TBTHy TV VI HRIEEEE D
HOERM 2 5 TREOFFEICKIIL Tk, 4, 70
FVAA v FUTHRBT N ZOBIEBAFEIN TV
(K3).

4. & &

A03-2 PETiE, HHR, BESR, AR ICBVT, &
E - RAITRBET AKEERBTA Ny TV TTHTEICRD
PBEDOBR, TOBBOMPEIT->Tn5, IHIC, &%
FEql, FERAE - Bt e & OBRE % R 7o b O BE & il
LN, FIRMETNA A0, Bl & 2 OFH O
wHIE L 7o KBRS HEAE L T 5.

ZOHRT, RFEEKTIE, KFEFRF, 5F, /obvRer
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H* donor
H-bonds
Cat-TTF
Ty H* acceptor
Func. SAM

Au

K3 HOHERN2SFREICSTLAIA NV AL vF VT
FINM RO (FyF5 4 HT—)

U F ATV EBELIBFERKED, BIENT A LA —), 22
MIATr =)V TR« SR, BREERBL T AT %, ®Eu
OFHMEHBETRZOND L AP DS LB
KFEH, BOOBRE, ST, EOXDICELIHLEICKRE
IR RE T AD). KEL, BT (EH, ALV,
g, %), XF, BE, BELErOohy TV VITBL
OEEE &\ D B TR AU B A RS L, BREERIL & I
ICEDRIUTERFS L.

KR T VF—, &, BREERERRICE VT, KHREE
BREMEIEZHETHY, S IFFMBEIMNINOELEE >4
ML TN PRV /) I 7 AOBEITEEL 72\

X [0S
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o*

BEXALARPRFEILZR A L 7B s 7 a & A

IV I S

4

1. FL®HIC: AV (CHTDHROBE

Tald, OKFK) 7 FAZ—, B, F/KNFLEDT /i
EAROEEERAEOEEFH &, RKISREICE D 5 Fis e
OHEBEIC LY, TEF VALY FY FE CERRMRIRES
& BIRFEORF TG L7 BIRIS /a2 A% L T 5
(B 1). B, oKFEEEEOREGICRD, &k
TR A S RN EIE AL - BT C & A A mRICS
EHET S, IS, USSF L@ Bt L & OKEY 5
AR —TIe EDF ) REERRRORERT LR ASE Lo
HARZEORBEHHIC LY, Ny 7 FORELRZEEEGTOR
IO TELT &b TETWHED. F72, EiEMEK
FafhOF SR OEE TS T 5 C & TEEICKIG
EHHTELLEZONS. TO XD IRERKEEEIC L -
THEAH SN LHHOWELEWR /1 A, CO, R Ny 7z
DOANEELWE L KFE EDOUNIC LD, BEREEM B OFR &
75 B WE % Es RIS 5 72 b O BRI e D LIRS
N5. ¥, ABETIE, KEOREG T 5 WEEW A KFE-
BTNy TV V7 OBRR[LED TEBEMICR 2 A 2 EIC K

P Cul

IRIF—DBVEEEKEE
S—LLRICHBTS

DS —OIBIEEBF R
DEVEHREZFIBLT
EMERURZERT D

M1 /S L CONREEEALEE. (v o4 v hs—)

BRBBICATD
IKFFENTEREY

0, B KFAEF O HBR L 72\ B 2 T b KRG
T, Fot S - BRALFHIR BRI 2 FIH L 7 &%)
ROT I RER? EFHOBEIER I O T OISR %
T 5.

2. TiO; EIC&TZ2BRULERKREICL DEHE
7 3/ BREK

T3/, EMICE > TEESEBRERTHY, ZOH
BRI EWFARL SRR, LB, T AV R,
BT/ T Db T 2/ BROFEIHAMCEILAL T
BY, FlmEKa AL - RREAMOT I JEREE T DA
DFFENPEEN TS, )], Txid, BREVPEET, &
W7 L, ALERNREROE CIBILF 2 V1E, VRV ER
B ERIERANC T IV a—IVIZE LT A7 ¥, Kb ToOBRSLE
B 7 AR IS L 7B T 5 2 & A BT L T
WAHW. BARIICIE, Ti Ay v 2 OKBULIRIC LD, K
IC7 2 — R T 2 v R BEERR S E BT 2 v /5
AU/ Ay awfEBL (H2 ), IhezBEBRICHW o7

S 99 M08
H EH m

H
oH
HOLO
NH;  NHy Em«, NN:&:H, NH; JI:H* k,)I:"z
100;0»10;:(»4 H H 07 0H H 07 OH H O7TOH
7

& O
o o o

Faradaic efficiency (%)

[N
o o

Ala Gly Asp Glu Leu Phe Val Tyr lle
Amino acids

2 BbFRV/FRVA VY L EMOSEM () LB
EERNCHER I N2 T I JBED T v 5 F =K. (v
FAVNT—)

FIINKRE =R = a—F Fb - TV F—EEDHEAT (WPI-I2CNER) ; #% (7810-0395 1 b 17 75 X . i 744)
New Reaction Processes Using Electrochemical Hydrogenation Reactions; Miho Yamauchi (WPI-I2CNER, Kyushu University, Fukuoka)
Keywords: electrochemical hydrogenation reactions, titanium dioxide, amino acid, proton—coupled electron transfer, thermo—electrochemical con-
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FEOBRICFHIBRTIC L DENT 7 5 F =R TT )V a—
WhEERT A LI L2®. KigTlE, XL T
FOafy vy I Vvaliv, o7 FBOBLF % v /F 2 A
v¥ a2 ECOBRGAFERIGICE ST I/ BOEIZ OV TR
NdhH. TNETOPFRICEID, CIVE VBRI Faf+ib
TIVERIGLTEF VLT T A Ehbrslc. 4F
VALEKRFELATENLTT I BHPERTHT EHNTES. K
R FEE S 5 BRACFANC &L 0 A+ A KELTENIE,
VNI FIpORNRIICT I B ERT AT EPRRE L
H. £CT, Frld, T VETHU LN 2ER]E
SAEFEIVERWT, e PRV LVT I VOFETFTTOEIL
VO BMEREITL AT -7-(—0.40Vvs RHE). 2 BRHO®E
RO, HY—TFRIVADOHERE S LIRER, 752 vn
BYDET 75T —HRTERT A Ehbhrolz. KK
B RS 7-DIC DFT S 5T - 72 25, BbF 52V 1
WK SN BB T & KG FIMEAREM Gy FT—7
A LT, AFRVAANOT O USRS LOEER» O A F Y
LNDOBFBENPEE L CETTHT LICEDT I/ BEER
DOIEMALREEE MK T4 A5 EBRHLN L5720, ZOH%R
70 &R T8 (Proton Coupled Electron Transfer,
PCET) & /3N, & FROKFSIGTIIEELEETH
BERBINTWD., WADPICED, BLHEBRAEIC
BWTH PCETIC X O RIGPHEHESI NS Z L0830 TH B
VAR ALY o

TiOy/Ti A v ¥ o BWE A WICRIFER T T 5 =/ LSO
TI/BERICOEHA LS A, 20 EHO X VN BHE
7 X /BO>H IMEOT I /BOERICHKDI L7 (X2
H). 7V, TANSFE U, TIVEIVE, A vy
I 5 o7 FEALE FEFVILT I V2 H0% %8 2
HEWT 7 TR TERT L b7, —T, 7
T IVT SV EFOYVUERDT v 5T —RE, Nt
N87TLI7T%THY, bIPITEWETH -7, IniE, H
FRIFRIOZ L WKBHIC XD, (KIRE CREMIGEAT - 7o/
DTHHEEZOND. FELHELOMBRY TIE, i, 7
ZNSGFEUEE, 7 2ZIVT S5, Favy, NIV, 4
04 YV OBRZAFEHNER S NI O TOFERTHY, 75
ZVETIAIVEBICOWTER I NI NZN9 LI7Y%
DT 7 5T =KL, IhECOREOFTREDMETH 5.

Oxidation

Reduction

3. TiO, RAETOHEHEEOEBR{LETRIEZE N L 1%

BRILF LR

BVEAYAT, BERL, MR, KGEVeY, 200FEKE DA
SHHLTWAESMEAT XVF—2BRICT v 77 —F
TAHDOFALHETHD. TNETI, MR, Ky
ST —WELAERIER N T Uy P & OE KRR BE R
PUCH VBN TE . Holl, HEKFEOILE (A03-1) Hid,
U Ry 7 25 atB5ibd Y VOREELZFIFHL TEN%
R T % BV AL ZE #2 (Thermo—electrochemical conver-
sion, TEC) ¥ VDBARICKTI L T\ 4. TEC Vi, KR
IR TOY =Xy 7R (Se) BEVE WO HB-E o &
6, Folid, MEEZFIHL 2ZEERAOIEH LIS h
TW5. 208G, £HEEGEOBE VBRI = FIH 3 %
CEDPMBEITI A, A, BlbkF XV /FR /Ay V2R
% (i - 7o BRACERRFRCISIC £ 0, YL V% ALk
WKWELLTERTELZ LR ABLTWAD. 22T, K
i, FEBANORERERICLD, REEEHOD HHE/ IV
U BROER bR G E S L /2 TEC 2881 Hkik L 7z,

£, R3LICRT EDIC, BFETROEZDOMbLF ¥
VIFRU Ay v aEmREEN TN HF OIS A8 )L
OIFEAL TTEC IV AREEL /2. wIVICHEE (20 mM), v
WEVHEQOMM) B L UZRHFEME L LTS Y U A
(50mM) #H AL, BIVEIOMREZ & T H O BB # B
ARPELI-ECH, MEEPKEL L EBEBENPKE LD
TECHGZBElT AT LATEL. £/, BEOREERK
FHIZOWTORDZRBEITITL D, ZDOFRD Se fii% 1.40
mVK- 1 ERELATENTER. ABEUILVE VEBOAER
IVANE—%E 25 & Sefliid —220mVK-! b5 L%
Z2bNnb. LarLaksrb, KT, IEO Se g ohn
Voo COFERFHWT L0, IKEKFEORATE(AN) 5H,
W/ UV VBEROBRFHOT Y F o —iZ oW o DFT 3
BHHaiTo72. TIO PHFAL ZVWEAEIL, BRIz v o
V—DOKRKEWEIVE VEBBOER PR C SO K
(DFT#HE» RO ONIIRFIOTV FEEY— : 4S=3X
10-4eVK- ) 2879 5 e n 5. LarL, TiO, Eik
PAET 5 L, UV VBORTKIGHE GRS Lo 7m v

-
o
T

Voltage (mV)

(4

1
N
(,.w 1) Asusp samod

&1
-1.5

-1.0
Current density (mA m'2)

-0.5

0.0

K3 BLF2 /T2 Ay 2 BRE M- 7 AESILFERLIVOBRAK () L ZOW I ). (Fvs4vh5—)
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DEBICHE L 2-HEREO LY OV —2307k 0 K&k
%728 (AS=8x10"*eVK-1), &R TiE, ZOHEIRAER
W ABRTRICDHET T 5 LD o7z, T, Bl
ORBEFL LT R VBAEIT X > Tl L3 OBEZE# )
D TOBBPFTH D, Filkd L OFHEPEN OH I
o THEENIZHRETHS. MILFICETHED, BLRO
TEC U LOHM NI K ERLDOTIRZ WD, IVEED
HRICED Y 27 S TIVFIAR Y, £FHEOIHE L HF S
%.

4. & & B

BIFED OHERE~OT O VS LD O OE T 5T
IV BRACFKREORIEDETT SH. KRTHRNL BRI
FT R WA BVEZA ARG T, TiO, kR Fm FiC
RS NIZKEREGRy P =&AL TTa bV EBETFR
L CBE 5 LIk, v A0BBRIFAIKFEL
PMEEXIN LT Db otz T/, TiO, AHEICIK T HE
/UL e/BOBLEICEIG T, 7a by ERBESTO
WA L DIERF LR AEORIGBPETT S WS T &
DO, ThODBSICE, MEREYFZRKICE
LS/ 6 E S HHAER T & AKEOREMEDIHE
CHNTWA. BFE, A04 TIX, 4@ L <8R T i
B, ©FUF 7T AZ—, ARG E Ok« xS
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FELETOHL RIS Z R L Thb. S8, RIGHERE %
ARSI S C LIS KD KEOKREL RS T L L LD
2, RIBICHBTFANA FaYe /) I 7 AOBELEDLOL
NTH%.
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o

IKRFDvmat il Db E ZNICX B
7K SR PR HE D =y hi FE AT

1. @ L & ([

KFERELHERILHETH D, JEVRERRTYEIcHE
#L, LELEzohrkEERT 5. KBIFETIE, %
Z eI 1 B IKFEDOIRBE & RS E TS % 7o O JEus 1l
EORRETIT> T 5. BNERLHEFEEL R E T v
WCRKE DD 5 IEOBEL K5 & & HIT, KRERS
BEREF I OBENTATRE 72 AR5 v F Rt OB A % 1T -
TWh. IHIEVY I ab—ya VEli & #EEL TKETF—4
FLET 2 29 5 C & T, mUROKFEREERBLOBEE R &
FHUKEBEM R OFHAH S LTS, ThHDOM5EE
WU T, BLOBERKFOWEE® NP “BCind” 720
DOIREFH & i 5H T KERF (=N A FBaY s /I 7 A)
OWEFEEHIFL T 5.

CD XD ISk KFEERE DI T & HEAE 3 % 72011, KR
L DML & B FIRRE A T UISRERBLORIR A 4 5 C
EDPTRARTHS. LrL, KEREBEFE—2OL2ERW
7T OBUREE L TCHR LN, %< OGWNEIRKFITHL T
ANEMICRE LR/ v. KRICKREREEYF>/n—7
ELTC AFVE—LEBFIRT AIGED &k F e — A
OEELEFIR T A5 HEFHEPO 8B 5. RI1ICRT LD
2, CO2O0WEFEEZFLIC, X, EF, I 24
VW, K EOBRTUE—LEIERT A L TRKERDOEK
IKERERERSDIREE 2 T L, BRI OBARICE 45 2 L2
TEhEPrsNn b, KRBZEFYA XD DM Wiz, WE
FRCOBEHAR . KEWRRSL T E b U IREICBW T, K
FOBEBPEELHREES . S OICEGEER T, KK

K1 EmE—L%HWKROFI. (FvsAvns—)

B 2 DAL E G- 5. BHI 7S & & S ICKFEDE
B BEHrLO2 5 LAEELRETHS. WERKELK
EOm L& EBIT, ETNA ARE T TOKRBAEZHIEL
TW5s.

2. KE\EOFumETR - BRI EHET - X BREEL

MORFORESE LA A FEBIE T3 A1Cid, BFEECET
OBEL - BRSFIHSNS. L2rL, KREOBTRORITKY
LHEELITE R 12D S W oo, — RIS RRE 2ME < BT REEC
B5H. TR OI=DOMN X5 X BHEF S
¥, A=V o' FSHR SR, NERETRIRICHES TREHR
DARZ PVEFATS. L2ALERTES 1 HBOKEITNH
WET Rz, BAROKER ERLO 568 TEill
FTLTLFTER. £ITC, KEXBHT L0, KE
DEFETHLETFOEBPIFIHINS. ZOMEIF 7 Ek

* RO KSR RN  Bd%, BABTFIMEBEZEMAE  JoimdsptsEt v 2 — 5 Zv—T Y — X —(T153-85056 HHHSH BIXE

4-6-1)

Development of Advanced Measurement Methods of Hydrogen and Their Application to Hydrogen Functional Analysis; Katsuyuki
Fukutani (Institute of Industrial Science, The University of Tokyo, Tokyo)
Keywords: hydrogenomics, higher-order hydrogen functions, nuclear reaction analysis, neutron diffraction, X—ray diffraction, metal hydride,

melal oxide
2020411 9 HA2PH[doi:10.2320/materia.60.172]

172



TED, BFIORTRRIGE &P FBELTH 5.

FFNA ABRE T CORTE LR T 457201013, IR
wIE 2 D EFARHCRRLA DL OB EEZHREL, WEKES
M ESRB0NERD LS. BRIGTHITKZ TR, TREFTDK
BP0V EEREEZR LSS EEHIT, mEW - ]Gk
DFDOFHY AT L HEEEL T\W5 . HEFRELEE C
i, BB B OBGELE 5 IR IC R TR O Y A —
2 ¥ OBFE A 4T > T\W5A. SPring-8 sk <k, 7K
FACHTERA AL S WA T R F AL A RERE L <R Z 572912,
ERS R T AR AR BABURM D AT e el 7 1 7 7 A Vil
EEOMFEEIT->CAh. SILICW LT, ab—LV U/ F
XEPFTA A=V VT EORELIT> TWahH. Zhi, 3
=LV XBOK#EEENL, BROBH -5
ST FOREHHEET 5 LT, TRIZEDHZITE—
F KT ORFRESE 3RICA A=V V712 L0 BEET
BRI/ 5 L HifFS NS,

KFFRD b 5> —2>DHHBIKFET — X FMEEMOBR CTH
%. FEO XS HeHIEDRE T 72 L Td, KELY
ICBEd 2 ERT — 2 IR O N, B AREERSE RS,
FIGExE AW OKEREYERE, XREPIC XD FHEESEIC
B4 A& %A, kT EPr O KEOREICE 4 5 58 % i)
DAN, FFEHEEZTOET, RIS EOMRERD
HT M- TS, TNETIS, BA AV EEMEEZRTHE
K FEAL Li(CBoH,yp) S eih itz BB v md 4 v
U AEEKEAL I O 5 — X [EAL T A D T\ 5.

(1) BREED

MRS N/A A VBIRF EHEIERT 5546, TXLF—
PMMEWERICIE 7 — B VFED /O EL S NS D, TXRIIVF—
HE e, OO EHETaoI< koIkb e, HF
BEEORIEHAEL % X510k 5. BIKIEOAERY & Wik
FRTREER DS, InEFIEL TR N B EIC
D, BRIGEEWENS. KRB EZRGE LT, K
2RI ERFNMARBN) L ORIERM LN TS, TOK
JSICE W a5 y a4 5 C & CRRFOKRFEDOE
BETDOENTESL. COBRKIGIE, BN O VF—7n
6.385 MeV (=ER) THIBHIICKEZ< 2D, ThXih IR
F—2E < THEL THRGITEZ S, ZomE%FIH
T5E, RSHMBEEPAEEICZS. M2IZRT XD
IAIVF =P Er DA T VIFFERICRAE L 72KE ERIGE
EITOICKHLT, ThEDREGIRIVF—TRHFOA T
i, REOKE &IOS FEGEFZEEL, TEER &k
LRSS CTRBEBKIGEZRI . LichsT, A3 V/DILX
WE—"II" DL &, KEREDLD REIIHES HH
HRAFAHTENTESL. 72, TORIGOMERIL, BT
BOWETHRE-> T FEOEFORBICIIKS R\
0, KEOHENEZWEST LI EHNTES.

EROA AV E—=APRTICEELSNS &, ZORFOH
FHIZFA A VHRALZ WY v F—a— LN A3k S
R EIN5G. A4V PEEORE B TFTICASHT 5 &, &

£ T VY » FE60E F35(2021)

Materia Japan

¥R % - 15N+1H — 12C+a+y (4.4MeV)

Er J ~Y  Sample
Ee+AE | W, oY
Depth-profiling i

X2 BRIGEZHCIZKEORSGOFER. (FvsAvh

7-)

1 % %
O’q) TOQ%
0+ 0, "
c 0 ‘o,
OC e O O

(a) (b)

3 (A EOYITEFOIMEAET A (0) LMHEHMAET A +
(T). (b) F %3V VI BEKIGHIEIC L H5KETA FFE
EOMEN. (Fvs5AvHhs—)

R SEATIC RS L 72 R IR RO OV % F—a—v
ICRESNATA AV EBELL <7D, Fov 1Y VT LT
N5, CNEeFHTAE, KEOKRFHNTOMBEZRETE
LN S, K3, WOV A TFICE W T6ED
SREFICHEN/8EEY A F OV A ) E4EOET
ICHEN/I- AR A P (T YA F)aExrd. K20)IiE[001]
OFEMETICA AV E AR LG EORAXKT, OV A -
B TORICENSDICH L TT 1 FOKEZEN
T [ TF v RV Ta 7 7 A VERIET ST & TK
FOVA P HFEETHIENTE S, KF3E CERIGEICF
o P VT ARG DR IEEOBRE AT - T 5.

2 BT - XHREGEL

X ot T8 2 O RS T R L FRETH 5
728, WEHRORFES % KM L 2B A S 3. COET
INZ =V T 5 Z T, WEORTEIINESEZRD S
ERTED. X - PHEFROBELS N2 T S 2 R8T
% OPFEFEELRT (FHETF OB EIIEELE S MEN5) TH
L. BRI TH L XBORTIC X L8ELE, BT EOEM
HAEERICERNT 5. CORDBETHEEN TR &S 1CE
FHAIL TIREL %%, #-T, RFHESPH 1FEOKE
I & AEGELIZ/NE K, XBEIFrCRFELBE ST S LI
HTHDH., UL T, Bz bWtz
U TR EMAEER T 57-0, BELERE FZOER (R

173



THS) LITMBARTH 5. KFEITHBHIK & L HELR & Ff
Dfz, REFREIFT AR T 5 L IKFEORE T "Rk
%.
Ry b7 —m v NTHEERTS2ET LT 5L, X
MOWEITH T 5 FEBEAEII K E V. TR OZEEIT X
BEDSHIC3HITERENWD, WEDDICITHER
L ORBPRBELZLD, S HICEE - REOHEEZH N5
DEIWRETH L. — T, PrEFIIHMERELZ2T T3 <JE
SRPERGEL b2 & 977200, FFMMEREL AN Y L b4 4
ET, KRR T OIRENREZ T 5 C A RE L 70 5%

3. Wt 3 f
(1) SRAFMOBEL Mt

SBKFEAYOFREEERL T JRTFIZE T, SNV &id
Rl HRFEOREPFEI L, T X 5H - aE TR
LOKEILHAFE DT REM S IR SN S, S HICEKR A B4
% LT, W KFEOBRMIL A FI T 5 C &R S
NTW5b. flziE, NSUTLARFTEIKEZTIOYA Fidh
BI50, F/RFORAMLTEITYAS +25F352
T REIC LD RS TWA G, BBk FEL
W, RExEHIL/RETERL, ZOFMARES & i L
FHAME L ORBZHOPICT AT &R, FEE - TV 5.

NGV ARECBFEFREUTOERDOSEHEEL, KIKIG
ErRWTNST VT AFANDOKREOREHERT S L&D
o, KERERRAIHE L 72 & 25, &EEIC XD RIBAE
EXN, SOWERPOARTEMT TLOR51C705 2 LA
BIL72©). BEEREHEIC L 0 RMEE B COKFEOILRREERE 2 7
Bd5bL, ©OMFEIC K DRANDOKERE P TZEL,
FNE & BTN DILBIERENME T 45 Z L AR SN,
SHBDIKFA A BT H/85 V7 AFFADOKFEOREIL, 24
B IEBUC K-> THEL 5. —TF, KEEA LT ALL Tk 5
LY, THIVF—OEWKELHIET L LN TE, #BRE
TKFEAHOREAREEINS. B41E, 500eV DOKFEA
T VE6RICHBH L7235 V0 AFRICIRE L 72 & 2DIK
AL L BWIBEAN 7 P IVEBIE L SR THHD. KEA
T VRSN X DI ML, TOH%mEd 5 - ~80K &
~150 K THEBOBMA A R Sz, B 27 Fovicid
~150 K ICKEDOEEN R ONS T L6, HBREOZEIT/S
FUI L BOKFEOREIRE TS Z Ehbrs. Thic
®LU T, BiBIKROBEEE b7, KEPERE
(L DEERMENBIT 5 LI B TH AL LR
s, TOERRECORMBMRENE S REERFE» D, K
ETIXKRED PV RIVRIRIC L - THEET 5 2 PG &
Teote. NGV LHEREOKREOTA L EXAFIT A%
BT R, F o 1) VU IERIBFER & P TIEmE L
BLIC X B IREVRBEMT 21T > T 5.

T« DI LICF 2 KB EREAEEL, £ DOKER
JEABRIEC L > TERLIZETH, KEREITKFEL T
R—IRE DR 5 IPEALT 5 T E DB S N/A-® . FEMME

174

R/R, (R, = 5.27 [Q])

QMS current [pA]

200 300 400

0 100
Temperature [K]

K4 (a) Pdiifiz 6 KITEHHEIL, 500eV OKEA AV ER
HLZOBREL 2D, (a) Bt L (b) Hy OB
E, OREKGEE®.

WWETHEA T - /c L T, KRREIC KB TFERIZEL
T LV IEOBRPZE T A C & THR—IVRED
HEREDLI EBPWEL M-/, 2O ki, KEICK
DEFYHAHEHCTES L ERLTWS.

(2) KFRICL 2 EEERIEMDOE TSI

BB, BN, B, W &R« T BURTE
YWiEwRT. SRMBICWIOKELEBAT L E, ThbHOWHE
DRELBNTHTEBBY, KEIC L LFRIERE -
HOBEPLEHARED TV A.

T EF X RNV R v TH~3 eV Ok AT, K
FENBEAIND EEFHEEINS. FTHFEIDL, KELAF AT
5 C &T, WRGITH T M MEEE AR C & TR R
DOTWELO, fEEXNIZBTNRED L DB TIRERZ IS )
%, BT-#TFTHAEFALEFRMBAEFRICL > TRZE
500, FF- R FHEFAAFCESG, BFMEEFY LA
LREEBEERA. LrL, BT HBTFHLFH EIKE
RFAEMPEL B E, R=50VEHE LAV EFFry 7
IS R AR I NS, 2HOBFHNMFLETHEEIC
i3, BTEMEAERICE->T, AV 1ERHEZL8E5E 3
BHE L DHERE 26N, BEICEET 5. TiO, 12,
BmEMRH 0, VFIVHET 2 —CRPFESTS. Ch
b 2 BHOREED TiO; OREICKFEEBE IH/2 L 5,
IWFIVHREBTIEF v v THICREPTVR I NS DITH L
T, 7FHa—Y¥HREBHMTEIF v v THRICREDEZER S N
WAL Z DT EnD, VFNVEITIEAE—IVIR—5a R
s nsoicxt LT, 7F 2 —vYRTEERINLW &

e ES



Depth [nm]
0 10 20 30 40 50

2D R ~ARLE REELE RIEES AR ELIED REF-
. - Rutile TIO110) ()
QS 150} d |
I b
g
g 100 ] 4
o Izt g .
2 gop L. I .
) L T3%y .

OBt TUSselietic.sd Sagsstesemt.

6.40 i 6.44 6.48 6.52
N ion energy [MeV]

Depth [nm]
0 10 20 30 40 50

4001

Anatase TiO,(101) (b)

Q
==
&
=
=
o
L,
kel
°
=
v
§§§§§ 3 %55
IE§§§i§I§§§§E§
6.40 6.44 6.48 6.52

15N ion energy [MeV]

X5 B TiO, 12 500 eV OKFEA 4 HBE L OB
RISEIC XD BIE L 72 KFEORS 5546, (a) WF IR
Ti0,(110). 300K TS (HFHL) L7zDbH, 673K ICH
I (HMA), SHICMEREL DO (EMA) 2. (b)
7+ 2 —F Ti0,(101). 300 K T4 (BEH) L7=Db,
673K ICHM L 72 D (FRIL). 200K THEH L 2L D
(BA) B, (FvsAvHa5—)

Z2bNn5b. T, TNHOFEHT 500 eV OKFEA LV %
B L2 E2D, KFROWS 5 AuR51TRd 0209, )5
VAL TiO, CTid, KFEA30mm BEOHES T TRALTED
ZOVHBREII SR RETH LT D15, NI LT
7Fx =TI, 300K TIIAENE@EIEICER SN
ZriF7m<, 200K TH0nm BEDOES £ T d 55T
BEBE N/, O Lid, WFVEICHENTT F 2 —E 8
TKEDIHPFE N EERLTWS. COEE, XETS
HTEFREAFARD L, WHEELETFF—TIHES THD
INVERVT 4 VI MABN, $/AE—IVR—58/ICH
WMEHF v v THEMLBRIINS Z LD -T2,

TiO, &3R50, BN ZE YR T EBELmICKE
AL L, REDOHEEERICERTLBENH VTR
HLOTWAH. BAERFAIELT, X7 204 o=y v
WAt 38 % 05, KFER SAREM & OMBIIZIH G Tl
, BHEZOFEMZW LT RLPFRICER D HA TS,

KIGEMIL, KR CAERTHET ER—ILEDRLL 5
BET 5 EMROOLN, For V)7 —ERPN T O FHEAEH
BEDH TS, BbF 2V & SiERE TATF O REZER
T5E, BFERNGEGPERINS—)T, RETOF

£ T VY » FE60E F35(2021)

Materia Japan

U7 =R ESRRE L > T b, KES T AWUWR AT
ST LT, FxUT—FmMIRL, FBKIGE THRIEK
FELEETH L, RAKEREOHKN T RET HERNMES
N7 KFRIC KD FHERBRERLAREE (LS N LB 2
bNb.

4. ¥ & ®

ELBAERKFEOR D e EBRIICEBRET 5 2 L3, KK
BRI BT A REORETH 5. BRIGELSCHHETREL, X
MEFT 2T LD, RxmTEOERICED, KEOLENPL
FTOMOLNIHD OOH 5, BTLH T4 TR, Fx
2D VT RRIGER AT P L, sbicak—Ub
VR XBREWTA A=V TERE, Bl RERTELRR
L6, BFRICIRDMEA THA.

KigrkELITH2D, THITCIZ VIR I —T D
KEFR, WTHRBEZ LD, HERIPIEEO®E S SICEH 5.

X (53

(1) M. Wilde and K. Fukutani: Surf. Sci. Rep., 69(2014), 196-295.

(2) T. Ohomo, K. Ikeda and T. Honda: J. Phys. Soc. Jpn., 89
(2020), 051001.

(3) M. Kofu and O. Yamamuro: J. Phys. Soc. Jpn., 89(2020),
051002.

(4) T.U. Ito, W. Higemoto and K. Shimomura: J. Phys. Soc. Jpn.,
89(2020), 051007.

(5) H. Akiba, M. Kofu, H. Kobayashi, H. Kitagawa, K. Ikeda, T.
Otomo and O. Yamamuro: J. Am. Chem. Soc., 138(2016),
10238-10243.

(6) K. Namba, S. Ogura, S. Ohno, W. Di, K. Kato, M. Wilde, I.
Pletikosic, P. Pervan, M. Milun and K. Fukutani: Proc. Natl.
Acad. Sci. USA (PNAS), 115(2018), 7896-7900.

(7) T.Ozawa, R. Shimizu, S. Ogura, T. Hitosugi and K. Fukutani:
J. Vac. Surf. Sci., 62(2019), 492-497.

(8) R. Shimizu, Y. Sasahara, I. Hamada, H. Oguchi, S. Ogura, T.
Shirasawa, M. Kitamura, K. Horiba, H. Kumigashira, S.
Orimo, K. Fukutani and T. Hitosugi: Phys. Rev. Res., 2
(2020), 33467.

(9) X.Chen, L. Liu, P. Y. Yuand S. S. Mao: Science, 331(2011),
746-750.

(10) "@awz, NEIEF - By, 53(2018), 661-671.

(11) K. Fukada, M. Matsumoto, K. Takeyasu, S. Ogura and K.
Fukutani: J. Phys. Soc. Jpn., 84(2015), 064716.

(12) Y. Ohashi, N. Nagatsuka, S. Ogura and K. Fukutani: J. Phys.
Chem. C, 123(2019), 10319-10324.

(13) N. Nagatsuka, M. Wilde and K. Fukutani: J. Chem. Phys., 152
(2020), 074708.

(14) S. Miyagawa, K. Gotoh, S. Ogura, M. Wilde, Y. Kurokawa, K.
Fukutani and N. Usami: J. Vac. Sci. Technol. A, 38(2020),
022410.

. 8.0.0.0.8.0.0.0.0.0.0.0.0.0.0.0.0.0.0.0.¢

19904 B K RSB AP FEEHELREE T

19904 Bt A2 gETE)

19964F BTk A BE Rl B SE T Bh 2z

20064~ HHk

20184~ H AR T HWFFeBAFEHENS Jeimdsntproe v

A — JI—T ) —F =3
BT - KA R
O CORMMAL FITHE > B ERRC K FEDHE
WX A 37 ADOWFRICHES
.8.0.2.0.0.0.6.0.0.0.6.0.0.0.0.0.0.0.0.0_4

175



| REREORGIR PRSI eV 322 ORE |

o

IKRFEDFemaTHIC X BIKSHEERED &5k FE g e

(I E O T

1. @ L & ([

AV FX AGTEHR TH HKFEL, HxaPahIc Ay &
LCHEL, PEROTFHRELGE :: F+ U7 F—TL7F
BAROBRBIWEEL DN S L) w3 EREITHO XS
2, FRFRYOEREICEL TREAMEREY AT LT
Pita KRELSLERT AT EDHMOENTW A, EIIE,
P OBBFEEC F U FCREICERL TFr+ U T F—
V'V TELIER, HILWVWE P FIREE, SiRBREs
R HBEE T OB L KE R EBROPD, BEkdhokFEHrk
DOTHHABS TS, —Jf, BWSG SEMERIT, &
BORFERR - e, KEHESEBRO/-DICHE (L
OGS, TEIHICHEHEEAEL TV, To0sokEr
SLWE - RO TR, KERLKERTME, F4F
27 ADOFHUOEL S22, HICKELMELL->TW5.

PEAMHEIRIIZE [NA FraY s /37 A @RKERREIC
K DEFRIFRL - TN A RIS T B2 208K | OFFEF
%2 A05-2 [RFEDIumat BT L A KERRED Sk Tl
T, COKRFEORMBEEFTRRIFZONE TRIRT H720,
—FREY 2 V—v g VFEOMRBEEIT-> Twh. FITY,
Sl YR 2 V=Y s VEBEDR ST — 2 AEFEORMR
i, REHICHBIERATH 5.

AT, ETHE2HETYE - MEOMEL L2 55—
FHY I 2 V=V a VFEOBREBN 5. & ITKET
BEERRTFROBETHER, BEHOVI 2V —Y g/ TEHE
57 7 VTV =V A ESER, KELEHOBIEEERR
BEOBEER, M FOY s /37 AR HED L L TE
B P TH L. FIWTIE, KRB R KE L
GUWE - MR OT — 2 A EEEERFEICO VTR S.
FEREY I 2 V=Y 3 VR R S T EORS RS Tl

T5C L, BRFREPEZ 51 ON TRREM O EFERIIC
Wz 5720, EWICHREEIC /RS, 22 CTAREREZK 57012
EBRT—2EFIHL LD L WO DR, BxDRETHT—H
F{LFETH 5.

2. KREZECROF[FEIalL—>a
(1) BFREHNER

WE - RO/ S, BTIRRE, OV IV —v s
VFEDOSH, AR, KA, RE - FEE - oBHER—
e CRBUSS A—R by 2 2 b —y 5 VEATREICY
LD, BRENBEIFFESH (Density Functional Theory, LI
DFT)ICEDSSE—FHEFREFE L, ZIP6FHESM
LIEFR %M > TR T o28» 88— Ry T8 5%
(First-Principles Molecular Dynamics, L\ F FPMD) T 4.

DFT (319604E &1 W. Kohn H3ED BIF7/-FZGT, W
BOREKREBL VT —RETERESMIZTTRED, £D
FHEIC LB e TV F =B EIC L b v Z X —4
Wb DTH S E WD T LR L 72 Hohenberg—Kohn O %
HOY, BEFEEOELHEEIERL 2 WRENZETRO
MBI~y /9 AHZ LT, BFEE L T AIVF—ORE LT
EMF k% 5 2 /- Kohn—Sham B #@ /0 572 5. DFTIC &
D, EEFEAFERTIITE k- 7o & D B -ROE T IRRE
FHEARE £ 72 0, BIREFE O Kohn (31998412 / — L1k
FEESZE LG,

DFT OEBEOFE T, BTHEE» LT VT —%51HE
FTAHEIC, ] B OIS TS < B HAEB T L — LB
wFIAT 5. BHEDOF—HET T AOERAFIN T 5 RFT
F R (LDA) R % B AR O R IE & i % 7o — AL 3 R Ak
IL(GGA) T % 7 SR (3) B L U2 D5 |l A & R),
LT, BB TH AN U — " T 5 v 7EDOR

* R BRI R #d% (T302-0124  HATH ORI ARS 7-3-1)
Hydrogen Function Analysis by Advanced Computer Simulations; Shinji Tsuneyuki(School of Science, The University of Toyo, Tokyo)
Keywords: hydrogenomics, data assimilation, first-principles simulation, density functional theory (DFT), molecular dynamics (MD)

20214 1 H25H 3% [doi:10.2320/materia.60.176]

176



T FIVF—DOERAID ANsonA T Uy FUBEH D X<
AWHENTWAW. F7zRfEEOM W d = f e, &
FHBEH R B TFET VD A5 DFT+U &4 b
nTW56,

CNHONBR T, BIEORWSTRIOHAEER L LT
FBEL T 7 /7T =)V A (vdW) M ELE R O Lk R+ 455
T, HFHOEGE, Wik, FESTRAERTEDERKRD
KA. 2 CCHrA, i CIEREIC vdW A ER A5
BIL5200FERPFEIN TS, BHICEDREI N
vdW B ENEELIL, TOHRTHIRIIZIRD, KL FHbnih
DIFETH 5O,

(2) BAHFFHE

19854EIC e % &, T OB E & ZITHED HTIREZEL
ZRIRFICHE S & TRIEERLHFEICLERF T REEO ATy —
A KIBICH S 9 Z & DO TE % Car—Parrinello i3 &5 L,
WHERLEHOB Y I 21— a VS DFT TiT 25 L9
e 720, COFEERTFIREBOBKMBEN LRI,
F OB EFREANE &5 TR R 2 EB L 720,
WHED FPMD Td 45 ®. FPMD (38 J12¢a1 R 7210 T <,
RT VY 2 VT RIVF —[Hi%w 72 & BRESERGELIC ORI SN
5.
AR, BRCOKEREDE DI, BFOUTF—N—TH
%A &SRO A 4 ORI TRT BB & ARG
%, FPMD CTHXR/IZWE WO Z—ANREFE > TX72. FD
IOBBIRBEHESI VI a—Y a VERBRY A ZDOFRT
12k, BFIEOBH CEEAIPERTE A WIFEHE
L, BEMAZELTDECOMBERELS. KA EEFICLS
BRI BRI, OB R L TETFE—E CTidk<
BB ECOBBROY R 2 V— g VEER T LFIE
THD, FPMD Lt HlAG DR TALFIHESN S LD ITH -
TW50),

) EFZOEFHR

FPMD Tii, 52 bh7cRFAEL > TDFT IC&ED
CETFIREEHELITV, Z2hORTFICE hastEL, =
1— FVOEBHERE#H - TRT 28, d. $abbET
BHBPRT &L TH->TWADT, LIZLIFHVWENS
[EF MDIE WS EWHITRMBEEACT SHERTEZ V.
NI LT, KROFEBETH HKERFIIERENE V-
&, EAHIZ B IO LAY 750 R Sk E) T L+ —230.1 eV
BELZD, CTNFEEICHRAETS L1000K L EOK &%
fETH 5. 2% DBRBEEOMRE T, HAEBDIEND D
FHERFBFES S TR A ETHR VWS LIk S. &
DED7%, THEVF—RPMAICHNABRTHERLY, Fxida
WS H DL VD, RYITEHEL TRV E D 2EW
BB SIS I <KHE LT e bz,

BTRPEE L BDNSGEITE, 774 V< VO
BoEa > 2L C, BEFNFENRRT 2 AR TN
RO H IR+ & L CGEEWICEEBR L, o FE %k

£ T VY » FE60E F35(2021)

Materia Japan

MD) % ffi-> TRESRIEOTyIab—rvavThHI L
BTED. COFELREEND 5 T8 )58 (Path-Integral
Molecular Dynamics, LA F PIMD) &\, & IZFf—RHH
IZ#ES5< D% FP-PIMD ¢ 5 5. FP-PIMD {Z D. Marx
HIZL - THIO TKELZ S TICHA I N, T,
FEHBDO TN —T W) THEE R (Rl V) 3 v rh O K
FW, BEETOEMGKKFD)CHHAL T, BETFHROET
2R L.

PIMD Tid, EFRzHiRIC~y T4+ 51CH7->T
HEBRBIERFOBOS 2T 2 5. BFREAKE W
HI1EE, FELORE & BT % OB R AR T O A 3
RITBENIDY, KFEZEOROMBA LT AT O
MD D100f5DF — X —bixh. ZDidh, b LitEE
D%\~ DFT % fifi 5 72 FP-PIMD O3 7% 2 7% I IR 6 7%
o fz. W FP-PIMD 3 WHIGFHE L LW, FED
WHEHEBEORRICH > TRIHALL <&, HATIEER
LAEFICPHEOES TS A%% - AL/ &
T, SFIFRRICIGHDBIRD > TN 5B 1),

(4) &8

SR EE D BB E OFHEICIIER « 78 #l
BB LD, %L OB4E, DFTIC Kk AE—RREFRENE
CETHTHEERATRZTER/ ST A= Llladbe TH
WTEY, FEHNCBRRARD > 7. HFE, FAVD
E.K.U. Gross 573, DFT %k L CBEERR &Rtk 4 %
B (BB B, LT, SCDFT) ##%LL, 4
R BT xS VRN T AHBREICOWTIE, HICHER
BRI iR E TR OB RPN/, 2K T + /L
M, 7ol 2ZIE TSRV A VRS EWWORIR AT D
ANDLHAL T IN TN 5.

EAEKFBRUF P OEDNCL DSBS 5 TSN, &
BAL T NIEERBEEARICRATHHD EEZLNTE.
Ba D OERKFOEBEPEELZENIHEVICLE
, KEBETOBLREFFEHIINTORWD, KELLE
CEURTHIRBEEORIN VL OhFEShTnW5. £
DESPF L5720, FAYDY Y 7 AT 5V 7 BI5ERT
DT N—THRFER LI, FilbKESEHETD200K %82 %
BECTORBGEER TH L. Ok D>HKERDOBILE
BRI, EANICE 7/ VRN TH L EEZ DN, EE
SCOFT #ffi > L EBEEA LS HH IN LW, 20
I, KEPBESBTHRICLLGMOEDOBREN %
KL, BFEBOIEFMGRELPKE T & LFEHIN T
7 (20),

3. T—HENMLEEER
CNETHENLIE—FHY I 2 V—Y a VFETE, W
TNOGELWIRTEEEZ AL 52, £IhHITX

WE=PTIRLEDCRTFEZEH LY, WEICRE 724
HE A5 2 THNFEEE L2095, Tl#Evawmiii+
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FEEE DS O Bl G, EDTHERWEAD ).

WIFI 7L, ALFEB D DRAMOEMEET Y I 2 L —
VaV THERLIEVEVCSBETH L. ZDOXSEEEIC
i, 2t 2E SV AR TRHEY /- SAHEL TX
NENEE BTV, &KDEER DD % #ES (Random
Sampling), RED L5 ICREFHAE) & [Eh 5 & W REDO MD
P HIRD TH 2 ITIRE % T CRERS % B o1 % (Simu-
lated Annealing, LAF SA), #ELEHEELT—DO R DT
5, ZOFETRT VY v VI HRIVF—FEEZ#IZ 5 X DI
JRF 2B L CTROZE S & [Jo % (Basin Hopping, Mini-
ma Hopping), &V ook mFEBRRESN TS, F/2
B 2 D TS FEEICE, 5V X Al oiEE OfE
LIS, BETFORD AN EERER YA GDOE SR
7 )T Y A A (Genetic  Algorithm) X, BABENIZE - T
B w BR  D K D IC oM o YRR 3 A R T i i b
(Particle Swarm Optimization) 2% % [V 2 —3X & L
T, XML ZHBFTE]. INbHORMBEERIL, v
Ral—va VRIVICEENLIRTF DEEEED B 78 5 % IR T%E
B CORMBILMETHY, ELWEEZES 2 IR THOK
L)W Z BIZON TABICREIT /5. BARTIF100R F
KBWITEA &, LIFHEETHSD.

ZITHADER LD, T—HELOEZ S THA.
R[ET — A IR S TLME LN, [REETIV
GEEHER) % < 7o D DORIPE % NFFTHRD B L 17z,
ELRBETINAERLLDOTIE R . ZD7®, WRFHEDEE
TRV I 2=V a VR LHFEDOTNAKE LR HDT,
R & FRICR %2 & A T B8lT— 2 %> T, vI 2l
—VavEHEL LD EEZ. INBRETFROGTHE TR
FATO DR 2 R FEPHREINTE L, T—XFEILDOHER
W7 AT T Thh.

S T OSH &I, KRFIOFERT —Z Tidzw
7, FICANL T WX FomEFROB REHERT — X
S A HLAARBOT YV TIVHH - TEh iz ER
T=ANFICABEOLIE, B—FEICESSFHER Y I 2V
—V a VIEREZ . T X LSRRI OO, HWEOE
DENS IO BEPVIEN 720, BAEIATYTEV/FT
VOl b % FC 7o s SRR O K5 1S ERREE E O FHIFR Claldr
APROENL OB D, BITERT — 2720 Tlakd
DRELEVEETHS. KEOLDICXHTRITEALE
B2 OWTEREROMEZROICVEEICLHFEMATHS. UTT
BEHFER T — 2 & AW ic T — Z AbESEEZEFHEIC OV
T, PLFFLSHBAL LD,

ERTOMER £ O TR, HREPFERT— %% 1(0)
EVVRY v ZICEL ZEICT B, TIRETA 0 OB TH
%. BRIEE TORF OB A p(R), ID5ABE %
p(D), EB» L INE 26Nk EDRTFO5AEL% p(R
D), BIZRDPDOD» ook & IRBESNAHERS A% p ]
R) T HE, TNHOMICIE
D= pUIIR)p(R)

p(R| p(D)

(1)
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LWONA ZXDOEEBE DD, FREE T Coh /A
WoikieE 258, HADpRIE, RFvy v VI RIVF
— ER) EREDME B(=1/ksT) % AT

p(R) < exp [ —pE(R)] (2)
LET L. RPPENIEPIE—7 OAERLKE ITIRT
SR TELDT, TOFEME Lac (O, R) &35, pUIR) %
2 BB, 0OBBTH DL (6, R)BPIO)HINS
CONTEDHEPO LIRS EE 2, TNHRKENITEKR
XERFNT 4 =525 XD ITRIVF—DRILE b - 7
MBI DI, I J#EAL T,

pU|R) o< exp (= BDLI, Iyl (3)
LEL. INHEXRA ZDOERORITRATS L,
p(R[0) o< exp {—B(ER) + DU L))} (4)

NEOLNDL. BEYVI2V—YaVDEAT vy T TORMN
PHINBFORBEEICH T 5 La. DETE I N, 22 6F
WF 4 =D dkE5DT, DI, Il WRIC D(R) & &
KTEIRLED. FRMWCH«DRLV p(RIOIF, BN
TRTF VY 2 VTRV E—EAR

F(R)=E[R)+D(R) (5)
DY ETORFHMERTH S L5, BEEROL
> LB FERDO—DTH %S SA Tid, E(R) CHAEMH
LEROEHTLETOYIaV—y 3 VERMEA I DEWE
JECRMA L, HFEEE THRAICRELZ TP 2 & TR
CEMEZHRT. B —27 1B L TR S 2 DEMRP D 58
HFiZiE, ERICBEZTCFR) %72 SA %7 21E, DI
WEFIHTELEDITTHA.

COZEHEDPLUEBIIRLZON, (1 TH5. &
—FHY I V= avTHELNS ERIE, —HIZIERIC

BB b b, SALEDFRTR ﬂiﬁ%ﬁoﬁ’
EOLLTHERERIC T v TSN THEEHEFRICKM T
H. XNFNVT 4 —=DR)FI LR LA HBEEROL
E26N50, REERE (K 1OEM)IZER) & DR)IC

X-ray/Neutron

-

lefractlon.
‘ M D(R) '

First-Principles Calc.

R
a A E(R)
4

M1 7= AEESEERR T RO,

“Data Assimilation”

Energy
F(R) = E(R)+D(R)

Intensity
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HRMOLERILDT, WHEEIZLHbE/: F(R) TEXZDO%X
ENAEH SN, WRPBEH 5.

NI T ¢ BRI AN BRI 7R b DD T, b4 75 EO T
bH. FEICEZNT, BISN/cET—X 1(0) LitHE
SN\ T — K L (0; R) OMPARE (2 10 5L 724
D) FIAT 2 ERWA, Jok 2XEHTE — 7 OB % [
AT TERSNDOREMLE L ZHS L TE L.

D(R) =DII(6), Lue(6; R)] =aN(1—-2) (6)
2=y Sg“swfcakw; R de/r“““ La@ RO (7)
Bops ¥ Oobs— Ormin

RN(6)D T TRNF—DORTLEEFFOERT, 7 —XFEML
DEABWRD LAV FE—VRFG A=, NiFvIal—
VaVICHWARTFETH L. R(7T)TELEINS LD
FHE, FEBRTEHS N7 AR Onin < 0 < Opax T Lac (0 ;
R) AR L HBIERF, 5 FIERALU < La(6; R) O
GCHHH, BHOHAIIER CEITY — 7 Nl S S AE
Oos DITEE (M8 26)IZDAPRE T 5. T2 FHUEFHIC 0<A<1
THY, Opin<O<Opo ICBI SN/ T XN TOMEIPFTE—27 D
BT A2 GEEZANC L O FEM E—FHFhid, 1=11D=
0)b7h. RF VY VIRV F—ICRT LT IVTF ¢+ —
DEARAECRDL/ING A—R ald, MOELOREIC LD ID
BHIEMTERVD, REBRINICITES OB T 2 ILF—D10
BRETIEL WL EDTHS.
FBICZOTF—2AEFEEHC TV Y OV OBERRY
TGO ERSIOZIhOHEINS XFERTT—X
DEALDOKET &, TOBRBTHEINZER) (BHR) &
FR) () %, M2I1Tmd. COFEITEEFH64E D
YU EEFEIETINE R H, HiMD O /1175 A%

Intensity (normalized)
ysass
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v 77— LAMMPS @Y % {ifi o CHIHIEES000 K 725 0K %
T5ps T TSAB4T 5 7=. £ FXOBETNI K RLE A T
H5H. SA ORFREIRBIEIBNREP S HICHER, ZOFITEEK
BENC A=1 b7z THEEBRICIZED DV TVAE. T—X
FEALIC B - 7z, EHFA60EL FICRbNE 3RO —
IMEDATHSH. PIHIEEILS VX LROT, Y-
3 RIARIEE RN+ R COAEICENS. KRR
IZoNT, F—XEMEIZHE - 72 3EATOIEL WEPT Y — 7
(XEIDODOWIAR) LRAICAEOY— 7 BEL, ©EL VWi
WEPBEONS. COBET, E(R)OELE RS &iEMkRE
BEZ B2 CWAEDICRAZ AN, FEICH -7z F(R)DHIL
BIICEAL T, CHIZXY ER%x{#> SA X)L/
REfE] CHREMHEEICBIE L -2 & b2 5.

VU aVIIREEREE PSS, FNTHLHEFED SA TS
NFEAALTLED E, HaMEYELIOEES Tk
W, WL CF— X FMETIE L WSS 258 5 h S HER (B
R)L, 1FIF100% TH -7 & bHA, TOLDET—
ZEER D ELL WL pEIIE, avVIFE—IUNNFTA—H a
DODRES, SAOPIRESLEDS LV - D ERELYT
F AP K> TEDS. ALFEHABRLBERN, HEORM
S, FERT—HOBERICHDEKFLTLS. Ln->T, K
VB OWERB T OHE, FUREDIODORITEHRIT
BT O, LELEROHRADRINE TR XA TD
Kidh (We1vy, Kby, KFE Y, &€ wBEEILED,
AT VREEKEE) TTF AR LR TR, WInogad
T— 2 FLIC L > THERBRORIENIKES A ETFTALI L
BRI NIz, I 2B RBIE 2R i KE O S EM
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PIRNRE, COEWMAD LT TEREIEFICE L FHY
L, 2 OBEEEBREOHEMED L BT 5 dmEE
T, BHIIRDOT LT ENTEK. %00 LA EITERT
— 2 DB 5O, T—2EMLICFIA L TR A1fifEiT RN
BHHEES>TRWESD.

FKIFATE LT 2 F%E, BERCLVWODIRESH
TW5. BMRENERT — 2 » oS T RO VO E
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KO EERT — 2 2 O HRIEZ i TR S A RO H B
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BRBERLZINET S LB EL T/, Fx DFETIE,
H—FEFEETEHEONABEEEOSVWRT VY v VT RV
F—AFIBL, ZIICHREFERT —22FLT 5 &
T, BHRTEDICDITHEEREICEN /N E L THETHN
TWEERT— XTI 2EHFIAL, vIalb—vaVitk
LREERRAINE S S, 2D F—xEIc LD, HimbE
BRoOaS RV — a VBARRICEADTH 5.

4. & » Y (T

KT, $FHE2HET, F-HFEYILL—Yv s V/F
FOBRAWE L /2. ZOHR TR/ vdW HEIEH OFRE%E
FHE, BRRICO & O ARBREIRD IS Fik, EFEOE
FRIFRAIMOES FHRIL, MM Fave /I 7 AHERICE -
THEBETHD, TNENOHFESE D FHIHE FT il 5 5t
[INAFBY e /I7A]ICEMLT, FHENOER S IL—
7 LRk A IR AT > T B

FHITETIE, BREFERT —F 2 FHAHL TE—K
MYy aV—va VILEAKMEEHRRE MRS 5, 7—X
F{EFEA BN L. COFEE SALUNDOFEEMEAED
H720, ER)EDR)ERLEGEDLEFICFIHLAZD £,
IFIFEENYI =y a UBREZLN, WELERERLETH
L, $CICERCTRZEVWAELZHEKT RS 7200
FHEL LT LRl Miaisi e TREEE OBRICH b
BHTW5H. BEEIBREFERO T — X 2#FHL TW5
D, FERMEFHMEECER T O — T HMEOm R &, ]
THEIPOEFICZY I 2 V—Y 3 VTELERT— X ThHN
i, AMLEDICT—2MbtTEREEZEZOLNS.
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4. EFRRERE
41 AEPRIERERD?

R, ENP—EO T TRIAKRD LD L EEZ 5.

aA+bB=cC+dD (4.1)

L SOESEE 7 3P E R OZALEE TH D, mol/ (m?-s)

DX BN, K5 ORIGEEDRIZITR (4.2) D
BARD B % .

a b c d
BEFEHAOFEINCHE 21, SULEEIL IO G OWRE O
ICHGIS A7, EEE% C(mol/m3), ER% t(s) &#EL &
wKATEINS.

a_ I_ Tc_ D (4.2)

rA:—%:k‘Cin% 4.3)

T, RIMIGEEER, a+tb=n % GKRE LU,
n=121 KK, =272 KKIHERD.

TROXNUAL) TELAKIED X DI1Z, MRIGHEHRTE
LY ERLRTMIIEOEE 1T, RIGEERITR (4.5) D &
DICIRRIETERINS. SIHE T 1 RRIE % =7 4
i3, BEICEENDS Ca e Mg ORALRINETH 5.

k

ASB (4.4)
dc

—d—tA:kch (4.5)

G, RICEBRETO A DRE%L Cap, tRRIEROWREE %
Ca b LCHIDT 5 ERA6) BN,

In Cq=1n Cyo—kyt, Cy=Cpaoe ! (4.6)

DED, 1 RISOFFEE RIS OB A e B BI R I

it # 5 0

PELIETHD.
2 REMERAD X D 7 RIBHRaEM4 L, BER-CBKER
E OSEMELB BN P54 5.
k
IMBQCJAEC 4.7)

FUSEERTR(4.8) TH Y, RHRIEOHEL, Ik
BwCao Cpo LLEDT5 LKL NEONS.

dcC dcC
fjﬁﬂzkchc& fjﬁészCi (4.8)
1 <CBOCA> 1 1
In : =hot, ————= —hyt 4.9
Cao—Cpo \CagCp) 2" Cay Ca ? 49)

BUSHIATHBD 3T & A L7 WERHCIE NS R T &
L0, LWL < TehH EMROGSEH T E S, Py TIRIE
SIGORE L IEOEERE L {7xb. HIIGLEREL T

RUDAEEEE2 5 ERE.10)1270%.
A gB
k1
IERIEE B OAEBGEE T D kiCa, WG B D55 X
JETH Y kiCp TSNS/, BOAREE LN (4.11)1C
5.
dCp

W=kch_krch

SIS ASTIC i L IR dCp/dt=0 C, SEBREEE % Caeqr
Cheg £ L, KA D kiCog=kiCpeq £ 755, L7=
B o TPEER K & SRR EROBIC IR (4.12) 280
VO, D%, FEFEREEIEIE & 0 0 I I R
DHTHDH T LTI .

(4.10)

(4.11)

Cpeq F1
K=—"=— (4.12)
CA,eq kl

A DNINRIER Cap &L, BLDICEBIEHFEL LD -
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7ol 3B &, Cap=Cat+CpDBARMBE VLD, Licho
T, R41D)E3K(4.13) &7 0, ZORSIHIEA(4.14) 17
5.

dacC ,
*d_tA:k1CA*k1<CA,0*CA> (4.13)
Cao—Ca ,
1 <'—'eq> = (ki + Rt 4.14
n Ca—Cane (ky+ kYD) (4.14)

—75, MG EEEL TR@A) eESHm 25 LA (4.15)
7%,

(4.15)

FARICA & BORIIRE %S Cap, Cpo &L, FLDICIT
CREHE LGP d5 L, R(4.8)1FK(4.16) LD,
Z OB IR L1T)IT7% 5.

dCy

—W:kZCi *ké (CA,O* CA)

< CA,O_CA,eq )
CA,eq (ZCA,O - CA,eq)
Cu0Ca,6q(Cap=Careq) + (Cag—Cae )ZCA>
t (Ca—Caeq)Cip 2

(4.16)

(4.17)
DX DI, bR T PR & RORE B E R
WCETHERTE5.

4-2 RAEICKTFIRIEY

B s EF L ORBE, RECHBIAOREICK S &L
T 5. CNHOTLREREEETTHE &N, BIFRE T
DEFEFRFOWREATSH. ZOXSHRAHEICHET AR IN%E
FTEEIC, SV 7 I 2TOREBECTIVNESHOLRTY
5. COETIVTEHUTEZEREL T 5.

(1) RECF—EBORELRLDY, kL FHET 5
K, WEEDDBRES T THOOLNTWSEOEET 0,
HOLNTWREWEDOEEITZ1-0TH 5.

(2) BRAERFLIEOGTFRIBEEINS, BEH
FRIOHEAEIERIZ 2R\,

(3) BHTRERBOADPERINS.

KW OWFE DT HIBEST 2 HE L 0 1 HpIL, WpERE
ER ks VTR EEL. —J, KD TOEEHEIL
WA B O 53 FE P W eI L, FIAICHZE L 7o F RS
LT 1 - 01l 57200, WAEEREER E, Tk,
Pi(1-0) b EBL 2 EMTE S, FHIRFEECTIIBEEEE & %
ERENEZELVOT, XRUI AWV I, 0ITWMERE
Ky %W TR(419) TEEERYE, COXETVII270D
W & S

ki0=k,P,(1—-0)
o= kaPa _ KuPa
ki+k,Pa 1+KPy

WE, A2B WO RIEEFERICHT S L, FREICBT
%A DORFE (K (4.20)), HmETofEREG4.21)), R
W50 BOBIKEGN(4.22)) L 7eh. 22T, =EIRAES

(4.18)

K=kl ky (4.19)
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TR, 04 0513 A, BIZLDHEDOENTWAREST, 0

ky
A+M§Aud 7a:kacA(170)7k;0A
ko
Aungud rr:kreAfk;aB
ky
Badi—,)B'i'N 74=keOp—kyCp(1-0)
d
i AR P AR 7E &Y, B ARSI IC=E L
TWB LR LDT, RA23)BEONE, RIGEE TR
42017 5.

(4.20)

(4.21)

(4.22)

GA:%CA(l—G), QB:%GA (423)

. Ruk kgl Bk, <(: AL )

1+ (Ra/ky) Cat (kakyJRE) Ca \T Rk °
(4.24)

ADBRERIBIZOWTIE S V7 I 27 OREERNTHE
SN L PHENE DL BRI 2 ITE &5 L, RIE
HEIFRN(4.25)1C7h. T TCpru T HEMEREUZZVD A
SFORERERL, BAEEYLCDORERORT, & A
DFPREL TOHEE 0, DB TE 26N,

K, P,
1+K4Py

INED, KpPs DIEFICKE WG E T r=k1 L7 VR
IREE D EICKRIE L W T I D, WS, KaPy 3 IEH
N SWEEXr=k1 - KgPy L7500 RIGEE S5 EIC T
Bl45Z EiTikb.

4-3 @& Bl

4-3-1 (EFREEREEREGTORT®

BIRED & 51T, SBRMESINIT &R TR C 5720, —#ki)
(I BUCERE S+ <, AL RUCEE A EE T 555
B3 SRR TSI AN OB RO & T
TLGEIC, LERISEE B E S 5 0ERD HHPHON
TW5.

Ar-SEF 7 AT Tk b OIS R E I 7 JlE L 7c
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Materials Transactions 18&:H
Vol. 62, No. 3 (2021)

——>Special Issue on Materials Science on
Hypermaterials——
PREFACE Ryuji Tamura, Hiroyuki Takakura,
Kazuhiko Deguchi, Ryo Yoshida and Kaoru Kimura

Magnetism of Tsai-Type Quasicrystal Approx-
imants (Review) Shintaro Suzuki, Asuka Ishikawa,
Tsunetomo Yamada, Takanori Sugimoto,

Akira Sakurai and Ryuji Tamura

High Dimensional Approach to Antiferromagnetic
Aperiodic Spin Systems
Sam Coates and Ryuji Tamura

Adsorption of Pentacene on the 2-Fold Surface of

the Icosahedral Ag-In—-Yb Quasicrystal

Amnah Alofi, Dominic Burnie, Sam Coates, Ronan McGrath
and Hem Raj Sharma

Possibility of Semiconducting Electronic Struc-
ture on AlI-Pd-Co 1/1 Cubic Quasicrystalline Ap-
proximant Yutaka Iwasaki, Tomoyuki Kashimura,

Koichi Kitahara and Kaoru Kimura

Composition Effect of Kondo Behavior in Au-Al-

Ce Quasicrystalline Approximants
Yuji Muro, Tadashi Fukuhara, Takahiro Namiki,
Tomohiko Kuwai, Akira Sakurai, Asuka Ishikawa,
Shintaro Suzuki and Ryuji Tamura

Frank-Kasper o and A-15 Phases Formed in Sym-
metry and Asymmetry Block Copolymer Blend
System Katsuhiro Yamamoto and Hideaki Takagi
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A Unified Geometrical Framework for Face-Cen-
tered Icosahedral Approximants in Al-Pd-TM
(TM = Transition Metal) Systems

Nobuhisa Fujita and Makoto Ogashiwa

Pressure-Volume Relationship of a Au-Al-Yb In-
termediate Valence Quasicrystal and Its Crystal-
line Approximant  Tetsu Watanuki, Akihiko Machida

and Tsutomu Ishimasa

The Local Structure of the Fibonacci Chain and
the Penrose Tiling from X-Ray Fluorescence
Holography Jens R. Stellhorn, Hiroyuki Takakura,

Shinya Hosokawa and Kouichi Hayashi

Accuracy of Cluster Model Calculations for

Quasicrystal Surface

Masanori Sato, Takanobu Hiroto, Yoshitaka Matsushita and
Kazuki Nozawa

High-Temperature Specific Heat of Al-Cu-Ru
Icosahedral Quasicrystals and 1/1 Crystal Approx-
imants Satoshi Tamura, Kento Fukushima,

Yuki Tokumoto, Yoshiki Takagiwa and Keiichi Edagawa

Antiferromagnetically Ordered State in the Half-
Filled Hubbard Model on the Socolar Dodecagonal
Tiling Akihisa Koga

Classical and Quantum Magnetic Ground States on
an Icosahedral Cluster
Shintaro Suzuki, Ryuji Tamura and Takanori Sugimoto

A Toy Model Approach to Fractal Nature: Ther-
modynamics on a Cantor-Lattice Ising Model
Yoichiro Hashizume and Takanori Sugimoto

Effect of Electron-Electron Interactions on Metal-
lic State in Quasicrystals
Shiro Sakai and Akihisa Koga

——Regular Article—
[Microstructure of Materials]
A Comparison between Tungsten Inert Gas Weld-
ed Joints Welded by Commercial ER5183 Filler
and Al-Mg—Zn—Sc—Zr—Mn Filler on Microstructure
and Properties in 7075-T651 Aluminum Alloys
Zixin Qu, Tianru Han, Hongbo Cui and Xin Tang

[Mechanics of Materials]
Characterization on Ti35Nb7Zr Based Hydrox-
yapatite Composites Prepared via Rapid Sintering
for Biomedical Applications
ZhengYuan He, ChangBo Yi, WenRui Shan, Lei Zhang,
Jun Tan and YeHua Jiang

[Materials Chemistry]
Silicon Refining by Solidification from Liquid Si-
Zn Alloy and Floating Zone Method
Yuanjia Ma, Kouji Yasuda, Akifumi Ido, Takeyuki Shimao,
Ming Zhong, Rika Hagiwara and Toshiyuki Nohira
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Observation of Pit Initiation and Growth of Stain-
less Steel under a Chloride Solution Droplet
—Effect of S Content on Pit Initiation, Growth,
and Repassivation— Azusa Ooi, Yaoki Ise, Eiji Tada

and Atsushi Nishikata

Polarization Curves of Carbon Steel in Concentrat-
ed LiBr Solutions Containing LiOH and Li,MoO,
at Different Temperatures after Short Immersion
Tomoyoshi Irie, Daiki Morihashi, Youhei Hirohata and
Takumi Haruna

Mechanism for Local Corrosion of Solid B,O; at
Water—Gallium Interface Induced by Branched
Flow Itaru Hasegawa, Takuya Koizumi,

Kazuhiko Kita, Masanori Suzuki and Toshihiro Tanaka

[Materials Processing ]|
Development of Grain Growth Promotion Tech-
nique of Ni-Based Superalloy IN713 Fabricated by
Metal Injection Molding
Shinya Hibino, Kazushige Fujimitsu, Ryutaro Okada,
Yoshimichi Nomura and Kenichiroh Igashira
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Microstructural Observation of Dendrite and Its
Surrounding Regions Formed during Solidifica-
tion of Gray Cast Iron

Yoichi Kishi, Hideharu Mochizuki and Zenjiro Yajima

Pulsed-Electric-Current Bonding of Oxygen-Free
Copper and Austenitic Stainless Steel
Hayato Nakao and Akio Nishimoto

Effect of Rotation Speed on the Tribological and
Conductive Behaviors of Rolling Current-Carrying
Cu Pairs Jiawei Li, Chenfei Song, Yanyan Zhang,
Yixiang Sun, Tianhua Chen, Li Wang, Zili Liu,

Shuai Wang and Yongzhen Zhang

—Technical Article——
Prediction of Residual Mg Contents in Ladle and
Product after Graphite Spheroidizing Treatment
by Using Artificial Neural Network
Kazuki Akiyama, Ilgoo Kang, Toshitake Kanno and
Nozomu Uchida
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