R B EE

IE& R EZ D5 XPS Al5EC & EEFHRE TR ICHEE DAZEA )
MEAA4T BER
HEEAM: FR24FE108 ~FER284E3H
o E & HEHAt

1. HEORLL

MABEMC - REMHTIERARAECTIEIZDOYELEFHIEESTHEHGTEBRE
DEITLTWVSIED . BRERD D E. BIERK. EBROSEEVS-RIRMAGETOERLED
2TWV5, CNFETOEBMHBIR TIL, EICHEEFMEASBONT-REBRMTMBEEFE(ICH
FHERMNRBEMISEO SN TE -, TOHER . SATE P A X-BEBEFLARILTHIES
NE-ZRET/EEEBL, BN LEL FEEZE TLEMRER. ERERMNTLELTLS,
LHOL. DM EERAEDHETT NI REEBRLTH. B2 OMHELTHALEED
MEENFEEIN T BFLLENMTREDRALIZESELAMEALE L, COLIGTEEEY
IS 5-01C1F. AR E CRCAEZREDEMBICEDINT, BERMEEERB-TT/\(
ADZEEFR-FHE-RELTUDKDEDLH D, T TAMETIE., /K. EZFTOHEE
AIRETH>T= X ABFAXEXPS) ZERABTOERILZRIEDZTDIHERERICIGAL.
DFVLBEUVRT RO D LZREMDER K BBREICHTHEMRICHEIED AR
AWbIEELT=,

2. HAERER
(=

XPS (&, X #RBHICKYMEBEREIIHEET SRNREMEL. HESNEIABEFOIR
LWX—F0HT5H5I LT, REMEM - REFEDOILFRBZIEHRNIZ, M OBEERML <
BT S ENARELFETHD, LML, HERDXPS FEXZMHELT S0, BEiR
RETHBERILEREEZDIGHERT L ENFAGETH>-. TITAMETIL, 8
THEDEEREZ1. HEXLEEZRTHREE. 2. XBEABEFOE. 3. EAEHL
LTRRALEREELEZRARE Lz, CORBEILZFRTHLZ LIDKETEZHRICRE
L. XBREHICE-TEBREBEOREDLYRET HAEFE (BEEZENLT)
BEEAITRETDHILEVSIERET. BRAECRIIESRIEZRIGE ZTDEHRT 5128
D XPS B RT LEHRFKE L=,

EIERE LT, BEES15 nm OV IVBREZRET HM/NIIREILEERL. WERIC
Kz T=LT=1KEE T SPring-8 MEIEEGRE X REBH I A LICE-T VAV EE K
RETRETINEFERBETHILITHULIz, COEE, DYAVERIZTSRDEME
Mg 58Ik >T KEDRBZHNTO IV BRERE THBEREAEA, IR
LIEDEEA 2 nm M5 6 nm ETHETHHEFNERINT-,

LT, EBRETRMICALLNS Al KaffE AT X #RIRELTI=Z D15 XPS BIE S R T
LDRAFEEIT o=, SPring-8 THW-EEELE X #fRELEL T, EERED Al Kok IX A5
HBE, TRILX—LEH2E D10, BEFZSSITERBLT AL THEREEFM LS E

det it



fzo COEE EREMEELYEER Si;N, &L, BEE 50 nm DEZE 5 pm EVFD RS A TR
[SINB—=JFBHILT . ERLEROREEICHT IMAMER LT, hOERILE
RIEADEBELTOMEEE 5 LIz, COFREFALIRERILE XPS DA RIZEL
MIEBFEE THET 570, 4 BIRENATRELGEERIER I _EaL—24—BLUL—F—3%
& CCD AATIZKBDTIAAVM AT LERFE Lz, £z  UF I LOIT RO LZREM
[CRAVLLNDHESKEMEORRWERIGELT 51260, Y O—T Ry XA CHRELHRHEE
BEEDICRTET LN TEIMEZRREL- . BRROEEZEBLE-AEF SR
EICBET 5120, BHROIXRLTL., HEELEREOMLERIELZ, BE. 0
REZMALT, RV RO LEEOBRENTHBREDZOBHRRICMYBATLS,
(2) 548
HET—< A MBS L UTEXREFIF L 1-FEFERE

AREEDZDIH XPS EZDRAUME X fREBHICE - TRETINEFEEEEBENT
BT HELNLDTHD, — RIS ABEFOMEDICEITIREFERSITIEEICE L.
BROESEF10mmA—F—FTERBILTILELNHD, —H. FRICIIEELEXEDMREE
LLTOZRELEDOE S0, BEBILT DEREEITI O THEELNHIERINDYRIAKEL
HoTLES, FC T, EEAKESA. BECILANOBAENEZEISELELEBEDE
BE~NDAA—HRINRIZBDH D=0, N )L EEEL, EIEEERETof-. ZZTIE,
EEEBBTIRICABFORENRET 2EADREEL T, SPring-8 NDEIEELFE X
#% (5.95 keV) ZFIHLT=,

BECLERHITIIHIY. RVEELERIE
IEFORBLVEZRLETDRELLTHEET S
BrRBEEORZETHY . ERILERIGEHRRT
5-HICIXEENZEFL. BBE L TEHET S
ENBETHD, CVD &, BEFRIEE-T+MI)Y

o
oo I A )77

TI74B8EVITINTIANIVFUOTEEREL * - S
T.EE 100 pm OIYIAVERO—E(KE 750 et
pm, 18 100 pm D $81) ZES 15 nm ETHEREALLT -
H10ESHS Y FyT£B% LIz, COFYTD 8

SISO EAZAEEFTL. HEELTRAT S i
SASEE S YT, BRI THIET BT LIZE>TH

N VBB T , A — S A RER S BT IR
%\Lm\gg

N
o

HIZ. D)V KRED—EBIZ InGa BEZZEHML. €
@G, £ REIC R EES SR EEL. & B
EDEDBEERTLLIRAYMIE>THIET S Bas/V
CELEST. 2BROBRASE AL, cop B YIAVTITERELLE
MEELOLYIVERIZTSROBERMT S PR ELORARE S URR
LAV BLERE ST AR LB BILER
n-(&E17F),

COEE. 2O ESHEET 15 nm DL BIEEIC X SERS T DL X SIEEEE

dhit

Current / pA
S

o
T




BHITEBL, V)AVEKDNETIEBRFAEETIET 5. BERREATRETHAEFD
36, EIREEBTHLDEEZEAITHRIE T HELIMENT XPS BIEZE1Tof-. TR, IE
BAICREHEARIFTHIFE. VYAVBRILRICFERSND 104 eV (HED SiE—VREA S
MUTze COEETSRADERZENMT HIEICEH>T, P)av  kKF@mHLNTSYaY
BALRNBRIEZHICHRLIZEVNICEEZTRLTNS, COLEEDE—VEBELDEEMNS
BRI ERMICRFLIBILIEOEEIOELEY T F/A—MNLOBETREL(K2),

Kinetic Energy / eV

f

EBF7FSAH— 5844 5846 5848 5850 5852
i ZU3AVA w150mye0om
SPring-8 = 10°%~1 o) 1200 mv 300 min
" () 1500 mV
Storage Ring % (€) 1300mV
b 7
iy (6) 700 mV
o 107 106 105 104 103 102

) aAVEgLE
X

) avEE

109 107 105 _ 103 _ 101 99 97 95
Binding Energy / eV

BEDOHINIC K 2BILROBE

ol >,
V) AVEBERGERELIV STy
f 5k
Xig =g £
BT S ol .o SR
Ly 2 OV E L
% 15 ¢
A A
20 | '

without bias 900 mV . 1300mV 1500 mV 100 min
700mV 1100mV  1500mV 1500 mV 600 min

M2 MUNEEILELUE X REFALRERBROEXRKEHER.

HAET—V B ERERLEZFIFLI=-FDIH XPS BIEDHFE

WS EERZF AL RN ERERFER . HARBIALOBEEF R (T5-6 . ERE
HEHER—RELI=FDIE XPS EEBEDRFEEERLT -,
SEREQER

ST A TEER DAE X R (fz& A 1£5.95 keV) A AGT X
RELTHARETHLIEE . ETFDFEHBERITIE
[F10nmZHBASH, —H. —RHILGEEREXPS FE&E
TIF A Kofig (1.49 keV) BNAST XERELTHLGNT
BY. BFOFYEBETRER nm &35, 20 I
. LEE. EREEECLH>THEESBT 50 é_. A
BEFERHMTHLIEFTRETHY B X BOFIA a
MARRTHAHEEZ TN =, ECAD, BELEE ML L)
BBEORT) AR BETALY—(BAE o Z?ndm’;lnjf,ylii e
DEF) DINSLERBEFOTRICTOVTIE. B H3. (1)=& ASERE CEES
BT SREFORBATRTHDIENITENE 10 p s oy mmA
Honfz. KB 15 nm—SiN, FRICREFRBL. R g5 nm-SiN, FEIEE B AL
EHSURAANRET XPS MEETIRR.  Cmman s AuRBED Au 448
K3ITRTEY 15 nm-Si;N, SFEEEZFEMNL T Au 4fE 5 XPS.
— ot hiz,

-rays electrons

& Au 4f

.
- A

Intensity

""‘hf



EEL AHROBNTHHIFI LT Bith
OITROOVLZREMRAADIGAERDS%
T.Li1s ¥ Mg 20 E—9 &,V o =RERFDIELT
RERETESLILEINBEDHRETH S, ERERER
FE—IDBEMNTREICHEDESICHEEIRDESE
BARDII7A % 1To1=ECA 10 nm T TERBES
iz SN, BIEICT T RO D LLEMERBESE.
EEASEETXPS BIEEIToI5E . Mg2p E—
I+ HERETRESN -, COEEZENRIG
DEMELTHIRATH=6.FEZ 50 nm DEZ 5 um

X 4. 5 pm E'YF T 50 nm-thick Au

MRARSATIRIZ/NE—2 &N - 10

nm-Si;N, 2.

EVvFDRNSATRICINI—=UTF BT LICE>TEEMZE 5L, RFICHESEEEIEL

=(E4),
- BEYILELIUIR_EaL—2—0RHE
H5DEIIERDI4—RRIL—D FEimIT/NE
DARFREETE. EEERNICEAL, S (RKAD &
DETERES GiHF) A /1N EPYLY
FTEHENTRERRE L EEELE, COREL
LIE. 4 BHRMENAIRELGEZERMIG R T=EaL—4
—IZEEL.XPS EEEEN I SV R—hLESES
T C.EBEDAMUBEETIHET LN TEETH
%, BIEX R THS Si;N, EREZE XPS EB D
BICEWVIBREECESH. L—F—3k& cCD
NASICEKBT A AN AT LEBEL-, F1=.
XPS BN EHENR—,ETEaL—42—F2HDY
—kNVTTHYY ., R=EaL— 42— B BICERF
F1+3ZeI2&>T. FB—THRYIRORSA)L—
LTHAALZESEENRBEXR[IERETEE
LEREL, AIERTEEE L= (B5),
ZOMBICHAEL-BEMMEEZE G 4 8~
ZEaL—3—ZRWT. Y a—JRyIRh TR
LI-S=Fa72BAREMEZARAR[IERZETXPS EE
AR RETHEL RREHBREZERELLELS
Z D5 XPS BIEMNAIBETH A LEEFELT =,

HET—~ C Z&E-BE/(XBIE

KREDEDH XPS AT EEZEBL =K
BRI 40, EERENAKECETLT
LEL, BITICTZADARY MLERGT 7=
[CERRXGEEREZELTVWD, CO®H. it

e

N\ 2 . E
X5. EEMMBEZEXIG 4 8~
—Fal—%4—. S O0—JHRy AT
RAELLRERILZRKK[IERET
XPS LEHE., EREFOEER
6% % DIFEEEAIRE.




EREEZDHHEETEDLVS>HENHY LHAS. RIEOBMEEZRIEITIRAS
CEFHFEFERAETH D, TIT. XPS BIEDTR-E/ A XLICAIT-&EE B4, #
FiELYBE D REELNE BEREORVEREHARAL ZLICE>T, KYLFEHD L
EFNIEEE*ERECHBIIAREERLL. COTAT7ZICEDVT., JUEE-BRRE
IEHBIS AT LOBEEEDH TS,

3. SHDRERH

SHRIIAARCHELEZEEZIRALTI IRV LEROERITHE S FVBHEICET
LEMHAREHET D, YR VVLZREMIBVERBEREZREL. UFVLAF
VEMICEEEOLOIRMRACREMERHE LTRELHFEEHTLD, LML, Z@liT
HEITRIVILAAUE, —BTHEIVFILAFT U ERRLTAF U ROFHEHREE
RANKEWSD, EHEFTOHLBIEESN. EBRIGHIEEITEL, MR T, IR
DLEREAFICHEBITET 5 ENARBERBRNR DN > TWEWNGRE, EREAE
KRELTZKDRELH S,

UFH LA A EMDEBTIL Solid Electrolyte Interphase (SEI) &REIEH Z#HE
BB L. UFILAA O DEERE LTHEEET 120, ) F 0 LOAHEEBEREITHNE
WIhTWb, —A. ITRVILIZREMDEBTIE, EMBRDETHRIZE > TER
TEORNBEEEN I TR ) LAORHHABTEEZEE I 2ZERTHIEEZONTHY.
THEBEEOHANES S VERK  EBAEDFRIANEDLNT VD HEDLI A,
RTXAVILEEOEBMES L WARBICHAT IERNMRIEELEICTRELTHY., Bt
MEAREOZCIFHEBOMRIZEDINT, HEHWIBENGHMEHERZIT > TLEHKR
ThHhd, TITAHMATIE, SEITFELEHEBRPICEFTEITIT ROV LEREDBEREHIE
B2Zzo0BHRL. 1. BEMLEHFHEMEBE. 2. #EEEROESE. 3. HED
Mk EA T EEHORRZAOMNILT, ERE EBRERETICER SEREEH”L
DRI . SENTHARZELTCHNY S -BHHAREL LIFSHELBEELTHRERL.
TA4— RNV O EZITRALHREHET S,

4. M
(1) B2 &M

(EE)

NFETOMRICEVNT, HRTHH T BREDRAEZAVARREICETHERLLFE
RIE%E XPS IZ&>TEDIFHET HILITHTIL. ZDT-HDEERZE XPS FELTHELT-,
2012, 2013 EEFTOKE - AFAROHRIITEHYIGRETH- A, REDOXESL
[COWTEHXZERELTLRE, 1FEH=Y4, SHICETEML =, (2. 2015 FEFEND
AEENSDFBERKEBOXRAREZBMELI-IESEZLDEZTEELSITHoT=, RHED
TATTIZE DGR BBERRINDGLE . ZDIF XPS EADFENTEO>TLS,

—A . REOER. ERBFELOBENOKELAHIEBARLELLY, HRLABMDOK

det it



FERERFECEOLTLESO . LD DI RILF—EREFRRAE (F-EBRY A A RE
EFOTVBRISDOVTRVICREL., BEBEERNTOSD, BAMICIE, BELREDS
PR X REARBEOEHANCIANEHELY . RBREREEA—REL-EERFIC
PWEA Tz IO A X REBESIVIRLF—OFIICHET 516 BEREIM
ZE2EMICRETRENEL:, BT, EEMMRETOZDS XPS AIEEINEEEE
BLI-ABFORBIERINATEY . SEREIHABMRNICERTEEN>IT ROV LER
DAEBHTHBREOZDEHEREHEL . ERE  BEREKACRILDFEREFTHLT
IRILF—EE~DEBEZHED,

(2) ARHBIEFTE (AARREICOVT, IR FICERSN-. F2RIDEHEETD
ST —F N\ OERFEZ DD UTOEY., B&FFEETo) .
(AR ERFE)

AIENTHARTIL, S EBEEAOEEERSREANSILT UFVLEBNEDER
RIGZEINStuTEHE TS T E2MARTIELBHELELE LALBEEAS, R
DEALVH L EEDLIEREEECOATERATLDOEEISENT HI LT,
NERRIBICEALD H P T, FizITHARE RV —VZBE FAL, AT R
TLDRE-ERICEBHICRYBALSIZFHMEL. F-SEOMEFEBDRIZLEI LD
EEZFT, LHOL. IRIILF—SHEIAEVNSHEHD BEE~ADERIZDWLTIEAY
AERICHYFES . §E. BAEDTOSHREREZERL. FHTHELLIC. HEOEM
DEMAREDEHEEZRDILETIT RV VLEBMNREADEAEEZT T8, FIZHEAMAO,
IRNF—REICERT 5 EEHHFLET,

5. EGHRMARUAL

(1) Ew (RFHRX) R
1. T. Masuda, H. Yoshikawa, H. Noguchi, T. Kawasaki, M. Kobata, K. Kobayashi, K. Uosaki. “in
situ X-ray Photoelectron Spectroscopy for Electrochemical Reactions in Ordinary
Solvents”. Applied Physics Letters. 2013, 103, 111605

(2) % HRE
MEAEREEH 04

QR)ZDHMDER (FELZRFER. ZE. Y. TLR)—R%F)
({BfreE - IRkREAE]

T. Masuda, K. Uosaki : “in situ XAFS and XPS for Electrochemical Processes at Solid/liquid
Interfaces”, “In Situ and Operando Characterization and Modelling of Reaction Kinetics”,
sponsored by the ACS Divisions of Energy and Fuels and Catalysis Science & Technology, San
Diego, USA, 2016/3/13-17.

T. Masuda, K. Uosaki : “in situ X-ray Photoelectron Spectroscopy Apparatus for
Electrochemical Processes at Solid/liquid Interfaces”, 2nd Annual APXPS Workshop at the

dhit



Berkeley Lab, Berkeley, USA, 2015/12/7-9.

T. Masuda, K. Uosaki : “Adsorption Behavior of Nafion lonomers on Au and Pt Surfaces”, The
228th Electrochemical Society Meeting, Phoenix, USA, 2015/10/11-16.

T. Masuda : “Applications of In situ XAFS and XPS to Various Electrochemical Processes at
Solid Liquid Interfaces”, 588. WE—Heraeus Seminar, Bad Honnef, Germany, 2015/04/26-30.

T. Masuda : “Potential Dependent Adsorption Behavior of Nafion on Gold and Platinum
Electrode Surfaces”, 2nd FC-Cubic Symposium, Tokyo, 2015/02/16.

T. Masuda : “In situ XAFS and XPS for Electrochemical Processes at Solid Liquid Interfaces”
The 74th Okazaki Conference, Okazaki, 2015/02/03-05.

HMEASH - “OooO0ray RS ERUZEOMO R IC KSR EMET LEBRIED
ZTDIGEE" 2014 FERHEMM MR IBE, ELTERFEEDE 52—, 2014/10/31.

BHEH “ZOHE X BABEFH - X RRINMBEEEFTZAVERFEEOA I
FEA” FEeEBARPAFEEFRARIELmRANTUNEER THONIGLHMERZ]
RREKREHT /3R, 2014/09/29-30

T. Masuda, K. Uosaki : “Construction of Molecular Layers with Viologen Moieties and Pt
Complexes on a Hydrogen—-Terminated Si(111) Surface for Highly Efficient Hydrogen Evolution
and CO2 Reduction” IEEE INEC, Sapporo, 2014/07/28-31.

HMEASH - “Coonbayist X #EHERAVEERIEEBREOTDGHE" Btz
—, B{LFHIFERR, 2014/07/14.

HBHAh BIFEFE  “TOBXAFSAEICLLERAEREDEN” $F12 BIEEMT /#
HEEMRS, RIEXRZRFFX v/ AREGHR—)L, 2013/12/26-27

BEHEh FIEE FOFH NIBRE NERA, PIHEN, AKETE - “BEXRLE
FAAEMALLERIEFHADAVBEERROBE" E32RFREEFFNHESR. B
REFFEX v IAREBHR—)L 2013/11/20-22.

BHEH ABETE : “Ooo0barvBST R VOO R IZZ SR EMEE R
EDZTDIEEM” MEEM-FCH Ix F213EEFMER. KIRFZH Mt 2—E L,
2012/12/21.

(ZE]
BAKRERYSE EFHEELM EREHE
AT PRI 3D SEE Y A MR T3D EMS AR AR WS KF9E
ME - MHEATEE SmpLBERMTER £A-58 SRV URID YL 2015

(E4F]

EHEH, BREF : “(SPring-8) BEASHFRMMENRABBRLDEDHAE" Ritt
R EMF RO RATHR (2013)

EHSH, AEET BRAEERILFICETS XPS RELERMi/N\VRTv

T. Masuda, T. Kondo, K. Uosaki, “5.13. Solid/liquid interfaces”, XAFS Techniques for Catalysts,
Nanomaterials, and Surfaces, Springer, NY

T. Kondo, T. Masuda, K. Uosaki, “In situ SXS and XAFS measurements of electrochemical

"”‘hf



interface”, Chapter 7 for the X-ray and Neutron Techniques for Nanomaterials Characterization

in Vol. 5 of the Nanoscience Series, Springer, NY

[(FLRY)—Z]
TEEFALEICLIERRETOERILERIGDZ DIFZEHICHA THOH TR
A B CEERD-ODEHEEEM MR~ DERICHARE]

2013.09.18

WITBUEN HERINIREEE

http://www jst.go.jp/pr/announce/20130918/index.html
MIZTBUEN WE - M HEBFREE (NIMS)
http://www.nims.go.jp/news/press/2013/09/p201309180.html

6. ZTOMEEDFER
(D FITBELEBMERVNT 0 BFEEN. MENFLFDIZEICIXNIENF ) LLH

MBFESHE FBF LB R RE M=

FEEIA RRAFHES | EBHE 53 &€ D15 CTR BIE
Bh#
BHEMBAK

Q)R- EEEBETOYME BEICLIMARFEDEDA . ARHEIEFIZDONT

AREERELE-ZM., RHEBMCE TIRFIEXRICOMBHERAEZE 52—y b
E LT, AIRFABEREICEVT, KUEBRHRE LTOEREZETUFVLA
FUoBM., VFIOLERENSLUY TRV LERENDEBRICERNRET DL
EZxEE L, TDE. FITZEDOHREHEKSESLSVAIC—EOEFARKICE T, Bt
HREEMETET FNA T — SENTHARESDERITAN . SMT I ENTES,
INoDERFHZMRERICE T IZREOHED-HICKEFERTH -, ZEMHK
DAE—FARBLMINT, ThioZERRE LEEBRAREETE2DE IS THEH.
CITHELNEAMREANEDRFRICOVWTIISEOAEICHEBIZERT 5,

B EEA T EBLTHEFA. RREANDEFEZ A MBEAATREALIE

IRNF—EE~NDEMERZR S LTIE. WL ERBREZEICERHL. ERARIT
T IAEBETOREZ R OCEDEREMERH LIz, EX L FFRILEYAFERSH
& LELIERERGBECYHRICEZEDNANETHSHA, FRIX S TAKDFA . EH
MEELTHRESNEREABMOMBELEL T AT AITHEARAAEIGERICHRESNINGE
[SEFBNBETHD, F-. BEDOHEREIFHAEORAEZEL IO THAHN, AIENERD
EECREHEORATAELLT VLD TGS EITHYFULVMEBRDMAH . Ehhish
DF=ZETESLSTRBENAH DM, [CDONTRYBCEH T DL o7=,

dahit



