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@) (57) Abstract: To further improve the activity of an oxygen reduction electrode catalyst
which uses boron nitride (BN). Oxygen reduction reaction activity is improved, in com-
7 parison to an electrode wherein a BN thin film is supported, by having the surface of
1 Au or the like support a BN nanosheet. The activity can be further enhanced by having
| the BN nanosheet support Au fine particles. Vitreous carbon can be used for a substrate
by having the BN nanosheet support Au fine particles. The oxygen reduction reaction
7 activity can be further improved by using a BNNS that is further reduced in size. Also
4 provided are: an electrode catalyst having high hydrogen generation reaction activity;
and an electrode catalyst having high hydrogen generation reaction activity but not hav-
1 ing hydrogen oxidation reaction activity, said hydrogen oxidation reaction being the re-
verse reaction of hydrogen generation reaction. High hydrogen generation reaction
activity can be achieved by having the surface of Au substrate or the like support a BN
nanosheet. The activity can be further improved by having the BN nanosheet support
fine particles of Au or the like. An electrode catalyst which uses Au as a substrate has
71 high hydrogen reaction activity but does not have hydrogen oxidation reaction activity.
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[0001] AKX, BRETEBMEICETIE0TH> T, HIAIETRRELORE
RBICERT LN TEIRRRLEBMEICAL. FICBEOMRE L
TRERVREZER LABRRETERMER CLEMEEER LBRBIC
Ed %,

[0002] F/, AFERR. KFERERICASBAMEICEATZ2EOTH>T, HIAE
KEDRUTKREENT BDICHERATESKREERDL (HER (hydro
gen evolution reaction) ) RMEMMERVUFZMELER LAHERRBE
MICET %,
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[0003] ZIRIF—ZERURIFEL FLREBEERTINNAIVELS, BBERAE
BEEDHTWS, MAENDEREICHE > THERIRE[MED—DELT
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WORBHIROH LN TWD,
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ANy TICLYHEBIEER. RUBE CEEMHER DISEEAIC
DEEXHE/BNF/Fa—7 (BNNT) #8H L CEBEIELHABICLY
. BNF/EEOBRETRMBICDOWTOMBEM AR L, 4. K
FAFEAE 513 B N OBFRETTKIGEME (ORR (oxygen reduction reaction
) EM) =TT HEMETEEZITV. TORREIEGH M1 RT2&LT
NE=R U7,

[0005] /=, EEMHBPREFELEDEENL, AEXZFBLTIRILF—
HBRDODERBPBREARDBRAICITONATWVWS, TO—DOTHZKEE
MIE—BBEBIENEATWS, KBERIENZENT 2. BAIFEED
R#ETHD0H. FELLENZBEEICERLAWEEICIF. ZREMICHE
B2, RELELENTAKREFOMREZREIEILEORNENEZLLNT
W2, LOLANS, TOLIANEKETIE. ZEIOE#|EITO I EICADD
T, YATLOEMEPMED LRLITTIRARL, BROEICEIZIXRI
F—OBRENPRBLTLEFWVW. KBAOFBUENMETT 2 &V EED D
27,

[0006] COBBEZERT 2780, KEANOERKREZREEIELIHEPEEDN
MEIhTWws, LML, TOBROHERICHERYTZ2MEOHEE LTES
OUMBEZHRET2DIIKAE LTEHETH 2O, ZOLDBREMEHDR
Lh-EREZFER LAV, HEIWEZDFEREE TEDLIFER L 2fRES
RKDLENTWD,
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[0008] 3E4FF~c@ikl : Andrey Lyalin, Akira Nakayama, Kohei Uosaki, and Tetsuya
Taketsugu “Functionalization of Monolayer h-BN by a Metal Support fo
r the Oxygen Reduction Reaction” J. Phys. Chem, C 117, 21359-21370 (2
013).
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JEAFEFSCHR2 - Andrey Lyalin, Akira Nakayama, Kohei Uosaki, and Tetsuya
Taketsugu “Theoretical predictions for hexagonal BN based nanomateri
als as electrocatalysts for the oxygen reduction reaction” Phys, Chem
. Chem. Phys. 15, 2809-2820 (2013).
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[0009] ERREBTRIGIE—MRISEVWRINTH S8, BRETRIGMEFEE2B L
IHZEHNBBEROREEDOMRREZICERLT 5, > T BRETK
ISRIE D AREE M A ATREARY B LI B2 I ENEICRDODLNTWS,

AFBFOREEIE, L UAFEXE 1 ICL > THOHTRINEZBNF /&
EROBFRETRICHEEEA I SICE LI, UTRBShoRRWEIC
BT &IlHB,

T, EBTOBRETRIGICEWVWT, BRI, 2T4EFRIETITON
BEKITEITIND ZEICRHBD, RERICIE. 2EFRIHICE 5iBE1{LK
ROEMRBBELTLEW, BRETRIGMEETHEEZHIT2ERER>T
W3, F, BRRIEKRICIIEREFELZBEIE2EREH D, TDLOH,
EMBTOBREBTRGTENRT 2 BBILKREZMAZ I EHNEFNTWDS,

ZIT. ARAOHFEILX. EMTOBRRETRIGTERT 2 EBILKERE
E L CBRRETRICAEEE 2 I 5Icm LY E, BICRBEhosRyE
ILETBHIEICHH D,

[0010] F/. ARIADOFEEIZ. KREELHFICHIT S LB LARERRMOMEE
fRL, BVWAEEMAETA2HERASBAIRMT I EICH D,
REEBRT DIOHDFE

[0011] AFEBO—EEICENIE. Au, Ni, PdRUTP t LYRDENSER
TNV EE—DEBEBORALICEBERIRT /- N BRI HE
RETEBRENSZ 5N D,

T, AIRRZBILRVRT /P — MITRBHPRO 8~ 1 1 ROTENS
BABENLBIRINAEDLRCEE—DEROWMM T 2B L TELL,
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[0012]

AFEBAOMORAEICINIE, TS5 RARREORALICEBIERIRST /¥ —
NEBEFIE, COBEERVERST/V— M. TRAPRO8~1 1EDRT
RO RDZBENLBRINALDVDAGLKES—DEBDOHWHRTZEFLTWVWS,
BERETEBMHMENSSZAOND, COFE. BlbERVERF/ — MIEFX
NZRIED R EE—DEBEOHAMFOEBEITHRENAUTH > TLL,

AFEBOMORAEICEINIE, LEMANIOBRETEBMEICIHET IR
bR RFT/—bPOREIN, EMTOBRETRIGICE 2EBBIEKED
ENRICHT 5BIREZHITH2RIITHS. BRETEBHENSSZ 5N
%,

AFEBOMORAEICE MK, EEANDOBRETEBAE 2BV EHR
BRrEZO5N5,

AFBOMOAEICE NIE, LEEANDOBRBEEA 2MEERNE X
bnhd,

AFBOMORAIEIC L NI, FIEBRETEGAEICIERET 2RIZE( T
VRT/V—PMDREIZRABTEEICEL>T, EMTOBRRETRIGIC
& B BB KEROERZIE L THBRRETRGMETHZR EIE25EN
5z6N0%,

AEFEOMOAEICENIE. Au, Ni, PdRUP t LYRDEEHNDERE
RINEDVDAGLKES—DEBDOFRALICEBLARVRT /- MaBEIHEE
KRFEERIS (HER) ABBMENSZ 5N 3,

T, AIRRZBILRVRT /P — MITRBHPRO 8~ 1 1 ROTENS
BABENLBIRINAEDLRCEE—DEROWMM T 2B L TELL,

T, sIEBlbRvHRF /v —MIgiEceE (Au. Ni, PAdRUPt
SYRBRDHENLBIRINEDLRCEE—DERE) OFKAD—EE2E>TWT
SR

e, AIRRBILRDRFT /Y — M eRELICEFT SRIEEEBIFAUTH
2T &L,

AEBOMOREICLNIE, ERANASOHE RABEB#E % BV KE
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FEEHDRIR

[0013] #5EF~Ek1 TRIBLABBICEVW T, BNE L TEEBEHFXRICHATINE
BNF/#&EK (BlbhoRT/Fa—7. BRUVREE ZlRo%T
JHHTF. BlbROFRFT/VERY) &IEELRBEBNF/—k (BNNS)
EAT52ARBOMRETEBMEICINE,. ORREMZALEIESZ
ENTED, £/, BNNSICAUMBFEZEFEIESLILICLY. BILE
WORREMENMEOND, . EROKRALICHFBEIESEZBNNSELT
. EBNNSICAUuMNTFA#HEFITLEDOEERATNIE. ERELTHS
ZRRBREFALTHEREVWORREUNBFTLNDZDT. Aud kD Eida
BEEBOFEREEZERTES, . REX (F1X) 2L YNMIFFEEL
7BNNSEBWBZ & IC&>T, ORREMAFRICHALIFLZENTE
%, AFEBRICLY, FEICIEX, ORREMOM L LABRIBPOHEDRVAR
BHAELND,

[0014] F/. AFEBICLY, AL ERE BEKI>TRBESIY ERWVMES
MEETSH5HERBEBMENSOND, T, AFERBICINE., BHEICH
ULT. HERDUERISETH BKFEMILRIE (HOR (hydrogen oxidation re
action) ) ICR T ZAEELARIAVWHERBEGMEASLEETE
%, RAERICLY, B, BVMEEEZETS5HERABEBOWEDOR
WKBRRERBEZR/DHIENTE S,
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[0015] [BI1IBNNS A uBBOERFIEZHIMICRTE,
[E2] (a) . (b) : BNNS /AuBWBOEEICEALAZBNNSOHR
TEM&THY. (a) BNZHLIKOB—-NEFZBPEIRICTL. (b) &
B-—NONAMBROY T TIROBBENRINTWHAHRTEMEKR, &
ZT. BBROETRBICHZZAT—INAN—E 1 nm%ERT, (c) : BNNS
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DEESLARY KL,

[E43] (a) : BNNS%ZEFIEZFMDA uBBRADS EMEK, (b) .
(c) : BNNS%HBHEIEHALHBOBNNS /A uEBREDS EME,
[B4]1CErEBEIC & > TESRIEFREEZITORICHER L EREOH R,
[B5] (a) :EE%RBIFIH,SO,ATHAUEE (iR ; M5 RTETRLUED
HEL®ICRTIFATIE, COEHBAEBare AusXRicd ) RUBNNS
SAUERE () OREESIRILSIESSLERTHE, (b) : (a) I
RTRAERRICEDCTafe | 7OY hERTH, ZLAHMIEREE
NS A —%— (kinetic parameter) (T afe | AMRURIMEREE) %
Ly 2RkTH S,

[B6]A uEBiB. BNNS "AuEB, GCEMKRUBNNS GCEEBDIF
MEBRILIET S LELLRT HH,
[M7IBNNSRUGA UMK F  BNNSOXRD/NY—V%ERTHE,

[8] (a) : BNNSOTEM{&, (b). (c) :BNNSOHRTEM
%, (d) : AufifiT /BNNSOTEM, (e). (f) : Aufih
F/BNNSOHRTEM#, (b) OELAHHIIEBEBNNSOFFT
RN —V%RT,

[K9] (a) :[O#EEE1500r pm, EMESIERE1O0mV #ELkE
XD, BFRBAMH,SO,AFTOAUEMH. BNNS "AuBil. BNNS
GCEM, AutiF BNNS "AuBik. AufifiT  BNNS GC
BHBRTCBNNT A uBBOBREESI RIS ETSLERTHE, (b)
O#xEE 1500 rpm, BARBEE10mV  #&LicEExD, BERE
MH,SO,FTHDAUEHR. GCEBIB. BNNS AuBiE. BNNS /G
CEBi&. AufiiT BNNS AuBil. AuiT BNNS GCE
B, RU600CTOMEEDA uhiF BNNS /GCEBDIRHES
RIVEETS LT,

[10JA uEBIB, 749 —%2FRETICERLZA U "h—BNNSEIH
. ZEEOY4X (1. Oum, O, 45um, 0. 22um) ®I7 4%
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[0016]

—&FALTHEEL/ZAUu/ h—BNNS ("AEZBN+/>—K) B,
RUOP t BBOLEY) 774 XAVEM (RRDE) ZEICKYRAEIN/AEE
FORIGRINICEH QD BERBEHIE (22T, EBEBEAMIE. BEFRBFMDO
. S MIEB/KBARPTODE) =T H,

[B11]10. 1 VTO, 745 —%FAETICHERLEZAU " h—-—BNNS
B e =EEOY 14X (1. Oum, 0. 45um, 0. 22um) D74
WY —%FRALTHEELEZAU/ h—BNNSEBETERTEH,0,0EE
(%) Eh—BNNSOHFE (um) EOBKRERTH,

[12]7 1 LY —%FEREFTICESNEh —BNNSE=ZREOY 1 X (1
. Oum, 0. 45um, 0. 22um) OT74INI—%ZFRALTIKTELND
h—BNNSODOEBRFELMETTE,

[B113]&EMR & LTAuAEER LAERFIOBEMEDOH E REFEEZRT.
NS EBAEDIRHETRNILY TS b

[R14]EME L TP t 2R L ARBEHOEBAMEDHE RFHEZTRY.
NS EBAEDIRHETRNILY TS b

[B116]EMR & LTN i AR LAERFIOBEMEDOH E REFHEEZRT.
NS EBAEDIRHETRNILY TS b
[B16]RFEFHRDBNNS ~AuEMH Au—BNNS AuBME Ni-—
BNNS “AuBiE, BNNS P tEHWKRPAU—BNNS Pt EBil%
EALALBEOHERBUEDAERRICEDSCTafe | 7OV k,
[EN7]1EREFHFDBNNS ~AuEB, Au—BNNS "AuEi., BNN
S/PtEBWHBEUVAU—BNNS Pt EBORFEERILYETSLICE
YHIELE., ThHDEBMOHORBEEEZRTE,

FAEERT B 7-ODORE

AEERBEIEBH I 1 ICHERINAL, HETIEAIBNF /Bl (=
RO FRF/Fa—7, BbROUVRER BIbROURT/HF. BlbRD
FF/VRY) #ERLAEBOORRFEMEZRICA LI TR R EH
mLIeElh, XM T ICBWTKREELEEZRNRNy S ) U JICE 2 BNEEH

(A

(A

(A
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[0017]

[0018]

[0019]

[0020]

DZWEBNNTORDLYIC, BFErXEICERI N/ LEBBNF /EBiEHk s
24025, BNNSAZFHRTLZIENBEMTHEZIEEMODTRELE, &
DOORREMDOME L. FFF A1 THRILL /2B NBIRICEERTIE 2 HMTTE
K E/BHXRICHARINAZLEEBNF /EBEAFRICLHERTEREOSWBN
NSEZMERTSHIETERINEZEEDEEZIOND,

B, COBNNSICAUMMTFEERIESZ IS TORREENEICH
F322&%ERELE, BIC, STNODOBNERZEFIE2EEHOERE
LTIk, BICBEREREVWILIFTTALAVERNENTHE Z &0 bH
27, BB, BREFE LTERLTVWARWLWSA, N i ERTEORREED—
BOMLEAERKIGERNTED I ENERTETEY., TLPAdHBWEP t
ERETHAKICORREMEDOH LAERTEETH B,

FaDEDIC, AuRFE2ER/FIESLIETORREENAILICA LT
3EHIE. BNEEBEREDBFHRPY EYNBNLICIRE LEEROD
O-OfBILHEEZSZATVWS (HEZROIZAMICEAVNTWVWS) LOHTH
2EEZOLND, Flo AuRIFRSC, Pt N i, THREHRD 8~
1 1EOZOMOTEOHBAF CERAKOMRERB/ D I EHNARETH S,

Fre. BRETSEBMBEICSWT, ERICIERFIESBNNSELTAUU
WA FEERFLALBNNSAFRT 2 &, BMAA uERORDY ICRMAR
HZARKBROEREZFBLTHRIFLAORREUZEXTES I &M
ofc, BB, AuRIFRAC. Pt Ni, TREPRD8~1 1KEDZ
DO TEDOHH T CHERROMREEB LI ENARTH D, T OB
FREITLEBBAEIC, MBICLZBNIBENA S L. BRETERZEBEARIE
B ENTRETH B,

Ffe. YA XBNIABRLAEZBNNSAEFHWS &, BB COBERETR
SIS & B2 EBIEKRDERIMFEINDE I EZRH Lz, BAERNICIE, Y4
A%HFABLAN>/ZBNNSEZENLY HNIRY A XIAELALLEITODB
NNSZFERLZAuZERE LABBZERLT. ThoBBTOBRE
TTRIGICE > TE L BRBIEKROEKREIEGEZAEL. BREZEBRTEZ &
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[0021]

[0022]

IC&>T. BNNSOHY A XZNELFET BICONTABILKEOENKE!
AR TS (BB, EMTOBRETRIGICK 2BEERILKEOERMICHT
DERMEEZNHETS) C&ERE Lk, £ YA X%ZMILGFEELLBN
NSZHAWBZ &L >T, BREZLTABTFRISTKETRILTESZ L
ERELE, cnICLY., BNNSOH A XL YPILHFELTWLIZD
NT, EBTOMRKRETRBICESORRELAZ—BHA LI E, BFRETIC
N BUEEEASICEDIFI TV I ENTEDZEARHE LA, TORERE,
MEEZDE T, EOAESMBICKDLIMENBLZEPTRETHI L%
RHE L7k,

BNNSOH A XiF, M XaRBTZERKHERLIEZBNNS LY D
NIBRREITHNUITEIWVWD, TEBRYPIVKIINFELL,
EfRE LT, AulMSic, Nio Pd. Pt EREFEBLFERT S &N
THY., £, BNNS& LT, Auftifu®. Pt. N i, THREAHRD S8
~1 1 EOZOMOTEROBI T EIBRIETERT I EETARETH S,
R LA@BY., AERFERBEIIZIEERVE (BN) 2FA LABRETER
fa AR L (k1) . TOBRETRE (ORR) EEEREICAL
TIEEIRKFREMIT L LET D, FEFXI 1 ICBWTHREEL R /Sv 5 1)
VUL BBNEHDWEBNF/Fa—T (BNNT) ORHYICBNF
JY—h (BNNS) 2#EBI2&’ENTHDEERHL, F20
BNNSICAuMK FAEZIELZETCORREMIBICALTS &%
RELE, BIC. COBNNSEZHEFIELBEMHOERSE LTIE. BICE
BHEEREVWDEITTRCAVERNMSICENTHD I E2RE L, A
RPEDNBICHRZEDLER. CDELDICLTHE LN BRETEMANE
FHERMBEWBMES LTEERTHECEZRE L. HE RBEBAEIC
BT 2AFEALTXRIEDICES

BH. EHlELTERLTVWAWS, PAdERETEEKICHE REMN
DEALNERIND EEZOND, £/, BNNSICEEFIEIMUFS.
AuZiFTida<d. NiPTREABHRDO8~1 1HEOZDMDITROMALT
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[0023]

[0024]

[0025]

[0026]

[0027]

[0028]

EERATZIEHTED,
BB, HERICERTI2HMEOMEIR., < O0MEICEONS. FRIG (

ZZTIEHOR) £EMHETHEVWIHEZRELTWS O, HERTHRE
LEKBRZEBICRIERMOERYHIGWE, KENKFRAAFTVICR>TL
£, TDH, HERTRAELALKFRZESICRIGEZNOIMY B IRITH
. KROWPEMETITDEVWOBBEH o, EZBN. TORT. &F
BEOHE RBAEBMBEOERE LTAVEREZFEALAEDIR. FERIETH
ZHORICHT 2FMERIBVEWVWDERBICENQRHEEE L TWS,

BH. REICBEWTHICEDHNAWRY, BNNSICHEIH 2 &BHMN
FOREIWE, 5~30nmTH3, BL. AERPOEMEENT D &
NTEBRY., TOREZIIIIIREINDEDTIERLWL,

T, ReflzSR U TAFEBPLZ LY EFRNICEREAT M. AFEBFIXUT
DOERBICREINZ HEDTIHAL., HFEKRKOHEDHICL >THREIN
2HEDTHDEICFEFRLATNIEASRN,
== )

[EMEFI1 : BNNSAEERFIELA uERK]

BARETEGBMELSERALABEBICELT. AuERLEICBNNS %18#
IE/EB (BNNS /A uBiB) ZUATDO&LD IR L.

K. RVICRTFIEICEIY. AuBBEERLE, T4bb, S i EHik
EICNAVF—ELTTIiB (15nmE) 228y ) U TICLYEFX
B RICC Au (150nmE) 2Ry S YV JICEYBRFIESL &I
FYUER L, TDE. UMTDLIICLTBNNSZAUuEMLEICAE O
—MILYEFIEZIET, BNF/O—IDLAZEFETEMINLB
NNS "AuBBaER L7, Fh. LLBERERODOLDH, BNNSHLHQ
ZBETEBMINALHS RIRKE (glassy carbon, LUF, GC &B8EET %)
REEHETHBEBEER L,

HIBNNSAHER L, ZDH. 1Tumb A ZOBNHKRImg %A
V7an/ =il m  IZHBI e, TO98KE 9 6REBERNEL &
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[0029]

[0030]

[0031]

[0032]

%, 1500 rpmTI1IERLBEL. BOPBEROLEBEADIBDLE
M3 4%ZAEYI—MRICERTZ2LHICRY B L, 2DOLDICLTE
YH L EBEHBERRICIEBNMERISEHBELAZBNNSHSELTWDS,

CDEIITLTHERINZBNNS A ERAEFEME (TEM) RUEE
L S (electron energy-loss spectroscopy. BEF T RIF—IBEDWEE) I
JYFHE L, ZOHERER2ICRYT, TOEELSZARY MG, BN
Ns p2BREEEZBLTWSZ L, TRDLBAFYISNBEEZEELTWS
CEDHRTE L, T, A—ARVAREOAVIIRZ—2arvdana E$
MEER T,

ZEYO—=RKZAEICELY, BNNSHSBMLTWB IO LEEHEE LBD &
DICLTHEREINZAUER, BICGCRAZEIHERLICO—FT 17
L7ice REYOI—RMIHE>TIE, £THWOOME., 500 r pmTEERX
., RWT39@E. 2000 r pmTEEIEAL, AEYO—FDKRTE.
CNBHDEWABREM (hot air oven) FT100C, 309 REIHL

A O— M RIEDA uEIBKREDS EMEEK3ICTRYT, B3 (a) &
ZEYO—bMEITH>T. BNNSHHEHFEINTLWAWVWA uDHALOS EM
BTHd, M3 (b) EBNNSZHEFIELRBOEMKRE ZKEERTE
ZLESEME K3 (c) FRAUCEBMKREZK3 (a) LYHIFIF2F0D
ERCHRELALSEMETHD, CROEDSEMBRAELLEBTZZ&ICLY,
AEY - MEDOBEIEZ, AuDIO EICBNNSH#EH>TWSA U/ B

BiGER>THY, FLBNNSIZAuUDHAlEREICIEE > TWAWT
Ehh o,

CDEIICLTHERELAEBNNS JAUEBRULEENRE L TBNNS
EEFIEIFOA uBBOBIEETHEE, K4 ICTOEBREMINICT
JOEGEBEIICFENZFER L TAHGEBEICE YRIE L, DEREMRE
EAWSZET, EBRANOYEREZHEL. BRBISRISEZERMEL
KEENICEMT S ENTREERS, MA4ICBWT, AIENKROBNNS
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[0033]

[0034]

[0035]

[0036]

SAUBBHBWEBNNSZHEFLTWEWAUBBZERE (WE) &
LTHYMIT, BfFKRE L TERMBMO. SMOMEEER LA, s,
CCTREDERBREZEITEN., ChIZBERZHRTHY. EXEEELDH
hid, EREOREHLEELFICEADAV, T, ZRIB (RE) & LTE
AN aC | SR E(LEREBAFEMA L/, W& (CE) & LTHE7M1 V%
FERALA, EEBOEEEA1500rpm, BAURIEEA10mV #e&
LT, RIEZ1To 7,

BNNS#A#BEFEIHEABNNS "AuBEBREUBNNSABE L TLAL
AUuBBICDOWTZDEIICLTIT»HRERRERS (a) IInd. Fi
. ®5 (b) IZXM5 (a) OTFT—YOXEE YE#EANBE AL, XE#%
BELITST7THD, ThbDIZ5 72158, BREEOEEMELEERL
TBNNS /AuBBOANELCEMDEZDERDMEINENMERLTWS
o MBS, BNNSZAUEBREICHEFEI®SZ&ICL 2T, BRETLE
MAELETSHIENEERETE,

HIC, GCEMERUGCEHEICBNNS JAuBBOESEER LHEIC
Lo TBNNSZHEFIHALEE (LLF. BNNS /GCEMmEIREET 2)
WKD2WTH EERUAIEZTW. AuBiB. BNNS /GCEHB., GCEM
RUBNNS GCEBDEILETRHMELLL®R L, TOBREK6ICTRT
o MEAHLHABLIIC. BNNSEZEFIHLEMOTHICGCEZFERL
EEICE. 2RIV, TaHE, GCLICBNNSZHEFIHTH
BRETKEEIIEELBWI ERNh o,

[EMEFI2 : AuBRIFIEEBNS /o — N2 BEIELA uER]

BRBETCEMMEZFER LAEBICEAL T, MTFTIEERIESBNNS
ELTAUMNTAERIELEDEFEALALBEEDOO0ORREEEFART,

EFHumme rikiC&Y, UFOLIICLTBNNS A& LKL, 249
DBN#MEKREZIm | DRMHEE (97 %) ICHM L. OCITHRL THRAICE
L, Z22IC18m | ORMEEEZP <Y ERELTEREBIRLL, BIC

1T0OgDKMnO,Z1BFEMTI T Y &AL, S HEBHZREL
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foo CORMBENET100mM | OFRKTHERLTHBL. KTHREEE
L. TO0CT24K5@8zE L, £D%. ArFESKHT1050CICm
BB EICE> T BEEE (thermal exfoliation) %1757,

[0037] LOFIEICL>TESNEBNNSICHLT, UTFOLIICLTA ulBhs
1727 (AR, COEEM%EA U F  BNNS, F/4IEAu—BNN
SEBREET D) , 9. BNNSAEZ6O0m I DY 7FO/8/—J)L (I PA)
KB L C3REOBERLEAT >/, RIS, 4m I O10mMEBEODH
AuC |, A% (| PAZREE LTER) 2/ ALTEETHI 00EHES
KR L, RIC2m I 05 0mMIREDNaBH, &R (| PA:H,0=

4 : 1DBRRERAEE LTER) #po>< Y EHALT, ERETIBE+S
ISR L, ERMEKETY /) — I THOMEEL T, EEF v /NN—HT
—MEEZIE L 7=,

[0038] CO&DIICLTHEELEAA UM T BNNSO#EEFHE%ZXRDTIT-
FRERERTICRT, M7 OBRERNS. BIOBNNS EICIEBFEEL TV
Dol Aut, EROBLEBRHICIFEF I TVWD I &I RERTE 1,

[0039] ®EIC. BNNSKUAuKF BNNSEZTEMRERUHRTEMTEE
LEARREM8ICTRT, B8 (a) . (b) KU (c) ®BNNSIZIFRL
NQWHRL TN, LA uBHREDA UMK FT " BNNSICDWTODTEM
% HRTEM&THBHESE (d) . (e). (f) TWE1OnmuEIROY
A ZOWMFHNABNNSKREAICHEHFINTWS I ENHEETES,

[0040] COAUMNTF BNNSZEMH1ERLAuBBLICHEFIELER
(AuffiF BNNS /AuEtE, Z/AEAu—BNNS AuERl) %
ERI L7z, FEIC, LWBAICBNNTAZA u BB LICHFEFIE/ZEMm (BNN
T/AUER) HFEE L, INOSOEBOERAEEUTICRT,

[0041] A ufRT AuBBOERICY/>TIE, £TI1mI DI PARIC3m
gMBNNTZLDHIET, 4 SKEBTRWELL, COAUHNF B
NNSH#8&EEAUBBLEICAEYO— kL, BAEMICIE. 84500 r
PmMTOOMAE. RIC2000 r pmT3HEEEIHz, ThaREANFT
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[0042]

[0043]

[0044]

[0045]

IKBWT100CTHIONEEZRIET. AutiiT BNNS /AUE
W& 15 7.

BNNT AuBBOERICYLZ>TIE. £FI1mIDI PARIZ3mg
DA UR T BNNSEDEIE T, SoBBEFRNEL, ZDH%150
Or omTI1RERODBEZT >, BODBEROLEADO>HEDLMAI3Z
AR - MRICERT2HOICRYELE, TOREYOI—MNE%E
AuEREICZEYD— KL, BFENICIE. RM500 r pmT9 OME
L RIZ2000 r pmT3NAEEERIHZ, CHEBBEFFHICEVNT100
CTHIONFEIBEIET. AusiF BNNS /A uBHBR%Ei,

HIC, BCAUMKBF BNNSAZGCEBLICHBFIEAER (A ul
BWF BNNS / AuBBE/IEAu—BNNS "AuEiE) &/FRLE,

LEIBHEDEMEZ, £l 1 EA—OERGEBEICF I RTEHET
ERBmE LTHERALTRBIEETTRMEZAE L, TOREREREZ. EikEHl
1ILHBIFDEEH/. BNNS /AUuBBRUBNNS /GCEBIDOVWTD
RMERBREEEBICE9 (a) ITRT, T ZOAMERBRD D LOERSE
E—0. 02mAcm-2ILBI750RREMNALEW BNNS A uEiE
. AuRIF BNNS “AuEiG, BNNT AuBil, RUOAukTF
/BNNS /GCEBICODWTRKOTUTDERTICRT,
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[0046]

[0047]

[%&1]
ORR E{L (mV)
BiE (-0.02 mA em”

1500 rpm)
Bare Au 215
BNNS/Au 493
Au-BNNS/Au 504
BNNT/ Au 318
Au-BNNS/ GC 509

B9 (a) RUKRTIMNOBELNGRLDIC. ERBI2ZOA R F BNN
S/AuBMIEERBG1DBNNS /AuBBLY HFICEFLORREM
TS, BIC, AuiRiF / BNNS "AuEBERUBNNS A uEik
iEfant, BEFXE 1 THRIELZZBNNT JAuBBLYEREFTHDI I E
DHEER T X /=,

T, B9 (a) RUKRIHALHELANREDIC. AuDBEREDR® DR
WA UK F BNNS GCEBI&RIEZ, AuhiT /BNNS A uEiBE
FAEDORRIFMEMERT O, BEELBRETMES UL THEETSC
EDRERTE, DF Y, ERELTAUTRHAKGCAZFERLAEBETH
. FOXRALEICAUMKF,  BNNS (AupiFAEFXIHE/LZBNNS)
EEFITNE, BEMRBRETMES L THRET D, afitELE
EERE LCTHERAT 2 EAMEIT 2 ENARETH DI EH b o7,

F/z. ®9 (b) 1Tk ®9 (a) IKRINTWBA UMK T BNNS
S/ GCBIE (IERICKZ2BNIBEL) OREBRICMA T, TOA UBKT
/BNNS GCE#% 6 00 CTOMERICK Z2BNBICH L DDRIE
BRMS. GCBBOAEFERPEI (a) ICRINTWSMOEBDRIER



WO 2015/076375 16 PCT/JP2014/080923

[0048]

R (BL. B9 (a) ITRINTWSHEEBNNT /A uBBORIERERIE
EENTUVARL, ) EEHIIRINTWS, Ad, FILITBNINALEROD
RMEAZEPRERMEIZ. B9 (a) ERALTHSB,

B9 (b) NoEELMNRE DI, LREBMWEZMAS &, B9 (a) KR
INTWBAUMKBF BNNS /GCEMl (MEICLZENEHEL) 0O
RREAMAEIFEAEELESZTIC (BB, BHFQORREHZMIFLLE
FT) . AuERLEICAUBIF BNNSEEZLABRICERATULA
WEDD, BRETEREZZLIERIEIIENTESL I L EHR L,

FDH, AufiT  BNNS /GCEWIZ. EE€EDERAZREST &
WO RTHMRDHY. . COBRETERS. MBBICL > THER
BETHDZ Db o,

[EREHI3 : 4 XAFELABNNS (LU F. h—BNNS&EH/T 3,
) HEFIELA uEK]

HA XEFBELTWAVWh—BNNSEAuERLICEEIELZER (A
u/h—BNNSEiR) &, =FEOHA4X (1. Oum, 0. 45 um,
0. 22um) D74 —%FAVWTEIIYAXLTZHEL/h—BNN
S (WAEBNF/Y—h) ZAuvERLICHEIEAL=BHEOEM (Au
/h—BNNSEm®R) #EHL/K, LBEROH, h—BNNSHEERL
TWAWAUBBE, h—BNNSEZBEFLTWAWP t EBEERL .

AuBBBLUP t BB, RTICRTFIRICL > TEKR LA, 7405
C STEREICNAA VAT —=ELTTIB (15nmE) #2/yH 1)V FJIC
SyUBEHIHE, RIS, AuFEkiEPt (150nmE) 2218y 8V JIC
FUBRKIEZEICLYERLE,

RIC, Humme riEll&Y, UMTFDEDIICLTBNNSZERL 1=,

2gDBNHMREZImM | ORMEEE (97 %) ICHBL. OCICHRLTE
DICER L, TZIZ18m | OEMEEP - Y ERE L TERBIRLE
o BIC, 1T0gDKMn O, Z1BEAMNMI T Y &AL, S HERR%Z
MiE L CORMEAMET1OOM | OFRKTERLTSEAL., KTH
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%% L. 100CT245MEE L, TDHE. ArFEKFT1050
CICMBET B &L > T BEEE (thermal exfoliation) Z4T7o7, £k
DFIRICE>THESLNAEZBNNSZ Y 7O/ —J)L (I PA) IZ9EL T
=REEOHA4X (1. Oum, 0. 45um, O. 22um) DT 44—
ERAVWTABL. E2HKEAEYI—NEICELY., EROEL DI L THERS
NEAUBBERLEICO—FT 1> P Lk, AEYOA—=MIH->TIE. £F
HMOOMM., 500 r pmTHEEGIH, RVWT3IHE. 2000 r pmTH
Xt , AEYO—MDKTHR, Cho0BEBEREIF (hot air oven)
mT100C, 300MERItEr,

LEE6EEOEMICEAL T, EEfl1 ERA—DOLRGEEBEIILFLIRT
ZHETEREMEE LTHERL TR EAE Lz, AIERROBNN
S/AUBEBHDWIBNNSZHEFL TWRVWAUBBELUP t El%
fERAM® (WE) & LTHYITR, BfFKE LTEBRMEAMO. 5MORE%
EA L%, TORAERERERT 0ITTRT,

B10&Y, BNNS#EEFEIHEALZAUEBDAS, BNNSEEFHLT
WAWAUEBBLY BORRFUNEL. Fhk. BB A XZFAELAN,
BNNSKLYE=EEDODH (4 X (1. Oum, 0. 45um,. 0. 22u
m) D74 —ERVWTEICHA ILITEZRBLZBNNSAFERLAL=
DOBBODAEMN. ORRIFMUNEL., T ZTOT ALY —DH A XHME
{B2BIC2NT (B, BNNSOHY A XMWNELRBICDONT) . ORR
SEMEIZEICHELE L. TOMEEIRP t BIBIOE D 2 EABRETE L,

[0049] HIC, LEEAARICLI>THERLE, YA XEZFAELTVWARVLWh—BNNS
HFAUBRRLEICHEFIEAEmE, ZEEOY A4 X (1. Oum, 0. 45
um, 0. 22um) OT74INI—%RVWTEICHA XLITEZRAELh -
BNNS%ZAUuERLICEBFIEAZDOEBEHEVT. EBIETOEBRRE
TTRINICE > TE L 2 BBIEKROEREIEGEEER) » J-T 1 AV BWBIAIC
Lo T, B[ EA—DESEFZELRVEHTTAEL., FEBOEBEE
B EREAN, T4 A VBRBICIE. RMETRERAUEE (¢ 5mmXE
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&#5mm) . BNNSZZREYO—MEICLYEKLALEBE., £LTBNN
SEZHEFHLTWRWVWAUBBOREBZAW., VUV IVBWBICIEP t ZAVWE
o BfERE L THRMAMNMO. SMOMBEZERLL, VY JEBOELIE.,
HEH, BICHO0. OVIREL., TA RIVBBTHRETRIGICK >TE
B L 72 BB b KR DRI EREZRET 5 2 & T, BERILKFRDOEREE Z R
L. TORREKT 1IZR-T, T M1 1ITRINAKRESBOM
FR/ umid, BBOR1 20BRICEODVWTEH L. BEEBTHWS
NTWBdh—BNNSOHA4 X (TR OFEHETH S,

B11&Y, Y4 X%5ABLAN>/-h—BNNSAFERLLEERELY
=REEOHA4X (1. Oum, 0. 45um, O. 22um) DT 44—
EFRWCHEICYA XL #HEELIh—BNNSEZERBLA=ZDOEBDAH
B BERALKFRDOEREIENNEL, /e h—BNNSOH A IH/PhEL
BBICDONT, BEERIEKROEXRBIENRD T DI ENEETE L,

T, KEFEPZEIT. BNNSOH A XX LTWL &, BB LETHE
AL TABETRIGICE >TKETERTINSD & bMEALE (RRET)

[0050] F/=, LEEAERICLI>THERLE, YA XEZFAELTVWARVLWh—BNNS
HFAUEREICHFIELERE=BEOY4 X (1. Oum, 0. 45u
m, O. 22um) D74 —EBVWTEICHA ILIF%FEEL/h—B
NNS%ZAY7OnN/ —LBRRICHHI ., RESMAEEEEZHVTRE
PHRERNE L, TOBRERT 2I1T7RT,

B12A5HLMNREDIC. 749 —%FRET. Y4 XEFELAD
27ch—BNNSO#H 14X (TR OFHEIR. LE=BROY1 DY
LI —ERWTEICYA LT ERELZh—BNNSOWThOHY (X
(RFR) OFEHEELY BKREL, T INHDT ALY —DH A %N
ILLTBICDONT, FOH A X FUFR) OFHAEEHNILAS (BB, h
—BNNSOHY A IMNNILRD) T&amR LT,

[0051] [ZEMEHI4 : BNNSAEBRIE/LA uEEBOER]
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[0052]

[0053]

[0054]

[0055]

[0056]

HERBESMEZFERLASBHBICEALT. AuERLEICBNNS ZiB%
IE/EE (BNNS /A UEIE) 2R LA, TOERMERERIE. £ [
EReB1 : BNNSZ#EFIHLZA UER] QIEICEHEINTWSEHEEER
L&LDICTor. BAEMICIE. UTOEY TH 5,

%9, RMTICRTFIRICLY., AuBIBEER LK, T74abb. S i &k
EICNAVF—ELTTIiB (15nmE) 228y ) U TICLYEFX
B RICC Au (150nmE) 2Ry S YV JICEYBRFIESL &I
L YER LT,

RICBNNSZ T B8, T 1T umPFA XOBNHRImg%v Y
7O/ =) T m LB E, ZONEEE 9 6 BRIBEIRNIE L /2%

1500 r pmTIREZRODBEL. BODBRBROLEADD D LA
3/4%REYI—MRICEBT BEHICMYH L, TDLDICLTERY
HUAELEARPICIEBNMRIOORBELAZBNNSHNOE L T,

CDEIITLTHERINZBNNS A ERAEFEME (TEM) RUEE
L S (electron energy-loss spectroscopy. BEF T RIF—IBEDWEE) I
JYFMLAE, ZORRIIH2EAUTHEI I %A L (EDLH. %
DEREHM2TRETS, ) o TOEELSZARY MLAS, BNAs p2iE
REEEZBLTWSZ &, TROEAFHITFIEBEEBLTWS I ENHE
RTE, Ty A—ARVREDAVIIR—23 UV EBHEETE
720

ZEYO—=RKZAEICELY, BNNSHSBMLTWB IO LEEHEE LBD &
DICLTERINAZAUBREICO—T 1Y Lk, AEYO—MIHE-
T, %ETHWOOME. 500 r pmTEEEIHE, RNT3HME. 2000
romTOERIEE, AEYI—-FMDKTHE, INODOBHREZBE (hot a
ir oven) FT100C, 309@EEIE,

AEYO—MRIBEDA UBIBRKREAINDS EMBRIIHIEBAUTHB I AR
Rl (OO, TOR/REMITRAT S, ) - B3 (a) A>3
— RRITH>T. BNNSHEFINTULWARAWVWA uDHILOS EMETH 2
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[0057]

[0058]

[0059]

o M3 (b) IIBNNSZEFIGLREODEBRA = KBEERTHRLLS
EM#&, B3 (c) IFALCBHRKREEZM3 (a) LYBIFIF2FOMBERTEH
RLUEZSEMBTHY., B—DBNNSHAAULICE >TWD I EAHD,
INOLDSEMEELRT S &ICELY. AEYO—MEDEMRIE, Aud
HAD EICBNNSA#H >TWBHA U/ BNEHBEAR>THEY, F/ZBNN
SIRAUDHALZTZRICIEE > TWARWZ &M bh o7,

[E/EFIS : AuBRIFIEREBN T/ o — M 2EE I A uBBOES]

Fle. KREERGAEBMELFEALALEBICEAL T, BNNSICAU
MR FAEFIE, BICCOBNNSZHEFIEZAUEBAERELE, %
DVEBLEFERIE, %D [EREFI2 : AuBRIFEZEBNF /o — &Y
HAuBE] OEICEEHINTWSAEERKFATETIT >, BAKNIC
iZ. UWTFOBY TH 3,

EFHumme rikiC&Y, UFOLIICLTBNNS A& LKL, 249
DBN#MKR%E9Om | OIRFEEE (97 %) ICHEIL. OCICHR L THROICHE
Bl Z22IC18m | ORFEEP > Y ERELTEGER LA, BEIC

1T0OgDKMnO,Z1BFEMTI T Y &AL, S HEBHZREL
foo CORIGEEWZ1O00m | OFFKTHEIRLTHBL. KTHERRES
L. 100CT2485FEaE L, ZD%R. ArFESHT1050CICH
BB EICE>T. BEEE (thermal exfoliation) Z1To/, AdB. 2
TOBNNSHEEAEEKIC [EHEF4 : BNNSEZBEBEIHAAUEED
EE] DIETHBL/ZBNNS /AuSBHBAEEEYT DB NN SEEFGE
EIEEVERDZD., TOHEICLDZHE REBESEADEEIRWNT & &R
BEHTH D,

FOFIRICL>TELSNAZBNNSICHLT, UMTFOLDICLTA uiBth
1727 (AR, COEEM%EA U F  BNNS, F/4IEAu—BNN
SEBBEET D) » &7, SRHEOBERLEICLY, 20mgdDBNNS%
6O0m I DAY 7O/ —)b (| PA) IZHE LTz RIC. 4m 1 D10m

MBEDOHAUC | &R (| PAZREE LTHER) 2% ALTEERETHS
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[0060]

[0061]

[0062]

[0063]

[0064]

OPEFRNICEBE LK, RIC2m I D5 0mMEBEDNaBH, &K (I PA

:H,0=4 : 1OBRREBEE LTER) 2o YEHFALT, BETH
ABE+DICEBR L, EBMEKETY / —ILTHEREL T EEF v
VIN—HT—HKRz IR L 2,

COEIITLTHERLZA U T BNNSO#EEFTH%EXRDTIT-
FHERIIRT7EAUTHE L EZHELE (FOLD,. TOBEREHT7 TR
BT%, ). I70RFEHIS, BHOBNNS EICIEKBELTWALDLA
upt, EROLBRZICIFEFINTWVWDE I EIERTE L,

BHiIC, BNNSEUA UM F BNNSAZ#TEMEUHRTEMTER
LERRIIMN8 LA UTHE L EMEBLE (FDLD, TOHFEREHET
KABT%, ) . M8 (a). (b) RV (c) ®BNNSIZIHR SNV
RFA, LEEA UBEIEDA UMK T BNNSIZDWTOTEM#&, HR
TEMBTHZHEE (d) . (e) . (f) TE10nmEIEDT A1 XDH
FIFABNNSKREICHFEINTWS I EHHEERTE 3,

CHDAUMKF BNNS%EEROBNNS "AuEBHBERLA uEiRE
ICHEEXHAEE (AuMiiF BNNS /AuEM, F/IEAu—BNN
S/AUEB) =R L, TOEBEAEEZUTICRT,

AutghiF BNNS /A uBBOERICY A>T, HFImIDIP
ARIC3mgDAUBKF BNNSESEIHET, 5HMBIRLEL,
ZDH1500r pmTI1HEARMBEEZT >, BIODBERDO LEAD
DHEDOERAI3 4%V DA—MRICERT2EHOICRYHLE, CORE
vIA—MEEAUVEREICZEYO— ML, BAEMICIEK, &FW500 rp
MmMTOOMME, RIC2000 r pmT3p@EEEIEZ, ChEBREFPIC
BWTT100CTHIONMEEEIET. AufiiiT BNNS /A uEBiE
15T

[ 6 : thDEBDIEEL]

B, BCAUMMF  BNNSAP t EiR LICHFIEHAERE (Aul
fiF  BNNS PtEBHF/HALITAuU—BNNS PtEIH) . Auffus
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DRDYICN i R FE=FERA LN i M F  BNNS "Ausdi (Ni—
BNNS "Au& i) RN ifHmF BNNS Pt&E#H (Ni —BNN
S/Pt&EM) . BICEREZN i ICEA/ZAUMNT  BNNS /N i Bk
(AU—BNNS /NiSEiE) . COAUMKRFEN i BRFICEZLN I
WAF BNNS NiZElB (Ni —BNNS /N iEE) tERHLEL, Z
NICIMA T, EBRABELTAUDHAIOFTFZOEE (AuBHE) . Pt O
MOFFEOER (Pt ) KON i OMAOFTEOEE (N i BiE) £
L7z,

[0065] ZZT. NifaiF BNNSIEUTOLSICLTHERLE,

[0066] 59", [EMEHIS : AuMK FIEIFBN T /O — FE2EFIELA UuEBE
DOEE] OEERUAEEAWVWTBNNSAER L, RIC, 3IFEOEBE
SHALIBIC LY, 20mgdDBNNSAEG6OmM I DI PAICHEILE, JRIC,
AmIO1OmMMBEODON i CIE®R (I PA) 23 ALTERTHN3I 0L
BRDICEHE L, RIC2Zm I D5 0mMBEDNaBH, &K (I PA:H
:0=4 : 1OBBEBEE LTER) 2 >< Y EBRALT, ERTHAR
B+ ICB L, ERMIEKETY /=L THE%EEL T, BEE2F v N
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