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Basic materials research for the development of ubiquitous-energy devices

— Applications to positive electrode materials of Li-ion batteries,
electrode catalysts of proton-exchange fuel cells and gold catalysts —

Masanori Kohyama * ' Tomoki Akita', Shingo Tanaka', Yasushi Maeda',
Koji Tanaka', Kazuyuki Okazaki’ and Jun Kikkawa’

For ubiquitous-energy devices, the development of well-performing functional materials is the key issue. Effective collaboration between
development researchers and researchers carrying out basic materials analysis using electron microscopy observations, surface-science
observations and theoretical calculations is of great importance. We have previously discussed the role of basic materials research in
out discussion of full research and have made efforts to carry out a successful collaboration. To this end, we have attained valuable
contributions to materials development as well as high-level scientific achievements as substantiated by numerous awards through
the development of original observational and calculation techniques relating to the positive electrode material of Li-ion batteries, the
electrode catalysts of proton-exchange fuel cells and gold/oxide catalysts.

Keywords : Materials for energy and enviromental problems, basic materials research, electron microscope observation, first-principles
calculation, lithium-ion battery, fuel-cell electrode, gold catalyst

1 [FUSIC NHRE SN D728, BREEMFHFIZE OB ENIIMO TR E

I FF AEHAEOEAIHE G, HERFEFER TNV
PCOR=FTNVEERELT VF oA+ BRI EE
WAEH SN TS, BRTHEHI, KER BRAE
THREMAROBEERIL. HERBEAIEO20
DH/FEE BB HLA A L/ NI BIHESE, TRy b
FOBPLLTOEETH LD, S5455HIMEIEKT
&, BRABHERLNA 7))y FEARFENOL 2 E
B IIRE S, HERBRBERTEA~ DA 287 MImO TR E
Vo BIRTNA RAERTL R B T AN F Uik, KFEH A
KRB OEETH L, COLIBIEFIAT AT —F
INA ABASE D BB T H DO, BRAR bR
BIRERKEWEAM FL e L BN ORETH
bo MERIOMNRLEZAEME BEEGETHVANA—F

Vo MAEFFEIRIT TR, ARREATRIBR FE & A A VICHT SRR 5
AL THD W, x5k, 2o T, BTHMEEE
B RMAFTE GER T a— 7 MEE) (X B/
FRAT & B — BT 5 2 S O PR EH L & LA G b e 2o R
SERERNTZ FI 72 BRI LT PP, Cokoy i 1
FALBETZe %, MRHBRZERITEE O £ Gl XL, £k
TREGEADPIFFTE S,

L2l MRBASE & MR S AT OB R 720 4 1, —
BACIEZ NI ERH TR, BALB ol ihma L%
3%, T, FRA BB ORISR B @ T 5
BMThHo, U/NV—7Tl, FEmrEQ. FHONIEEZTT
T, PSRN OMIET, WODDOREERS
TENTE, ARTIE. OO EZRENAL.

1 FEERARENIZENT XS AL A F—I5EHM T 563-8577 ks . 1-8-31. 2 KB RFLFH T 565-0871 WKH
W 2-1, 3 RECRFEERE T T 560-8531 B fsie Ll 1-3
1. Research Institute for Ubiquitous-Energy Devices, AIST Midorigaoka 1-8-31, Tkeda 563-8577, Japan *E-mail : m-kohyama@aist.

20.jp, 2. Department of Mechanical Engineering, Osaka University

Yamadaoka 2-1, Suita 565-0871, Japan, 3. School of Engineering

Science, Osaka University Machikaneyamacho 1-3, Toyonaka 560-8531, Japan

Received original manuscript October 21,2008, Revisions received December 9,2008, Accepted December 9,2008

Synthesiology Vol.2 No.1 pp.42-50 (Feb. 2009)



WFIEi : LEF ¥ AL RN F =T, ZAPFE D720 DR RHERERNT (F i)

Bz 3 %0 FHIS. MORBIZEZ 30T 2 bR 2L BE AT
(55 1 FAEBENRZE) OfH, BRSOV TEML %0

2 IXRIF—REVEOERFEFIOZEY
IREFEILRY) F 7 A A F M, KEWK 773 A AR K
FRE - RHEELRE, ZLDIEF IR INF—TNS
AlE, B TOGFORISRA A OMADITHE) EF O
RO ZFHLZD, AV F—BEROB: & 72 SUBR W]
P B RHT 5250 TH S, F/RTRF/ ik &
I - RAORREEERHL R X TS E 26N
B05 Wz Ah 2 AL AIITEH I TV R,
29 L7z AV F =B B O Bk RE. ARA R BLG
Z, BTHEMEBIECHE - HBEERELHwLZ LT FE
ERiy, BEGRAIIRIN§ 2 2 L3, MPEBZE D R A S e
TEETHL P, pIZE, Bk ed 320
Dol f REENIARREN BT L0502 B L
IR SORLUBRRIEA. BRI LR,
2y F SR OREE LR RE OB A I S v, 7
R 3E OREEHH A SR ICEN MR 2SS TE 50
REVEDS A B0 F72, HEEEMEHIMEIHZERL L, LITL
EHERED BT 2205, IR L NV THSEE TV
IR L 2T IUE BN OX R L BOTT AL TS
N, BEERPH 2 OBEICWE- MR 2HRETLEID D,
W - MR O R R MR, TR A B L CE
DDFDNLBDIRIFENTH D, bH A AMERTEIE
5% (serendipity) 2SI HHEHE 0 L, %)%
Y12 serendipity 244 <. B\ & serendipity 2 R S 22w,
EVH RS D, M RN Z AT L THED S Z LI
AR TH 5o

=T TRV F =B R O JEBE AT I3 E o R B
BT 5o BWHEORBUZ, TAZHAREL T TO
WA RCBOE BB, BRbiEIC, M bae, ¥
OB IKFE (Taky) 2 LA+ OWEBH
9o BHMEEBIEE, B BREEE T TOBETHY,
F7o, KRFER LIV oBITROBHBILII—KRICHES
Tldeve BIREEOE— R R TIE. KHEE L OG0 %
RLWERE) - BT BHOPNIESTIE RV, T RVF—
BRI R O ILBEMRAT 2 Hed 51213, BT A A D
WHREH SV EE 2D, SO EHMBOMEDE (612
L CEEARTNA R) AT HA TR AT 08 I ASE N T
WAHEKRTH S,

3 MHRREIMEERENOERCOIIRER

TERFATINE =TS AR L DT ORERERFHO
BFSE RIS BT, JERENT OIS &0 DI~ &

Synthesiology Vol.2 No.1 (2009)

BASIFEL T2, Lol BARMIS, AW THESR
e HE R FHEPLTBI2UE, WO DORIE R WA
o 85 LIS, MBBISE & SEEEMAAT OB MADR—Z, L
DS BT LdRbhRv, EEMITON. B TFEo
DD L7720, 1 DOREEZ RN OIoTHRH 23
S HARICHMBNC D BT, BB 20 @ #E28
FHEEN S, #2102, EBEOMERLHLIL LIZLIEHE
MESEC AT OB BARAE S Thve ZORT,
EMBTRIRSET VM2 2L LD, MHE
BSE D BLY; & BT OB OB E Liam AL EE b,
55 312, MOEHBSE & AR BEMAT OWFFEE OIS, BB
i, MEERRP RO L, B OFFEN % DO BLE O
ARBPUTUITAEL, B2 HE T 560055 5,0
R (B —) 28X F AT AN F—HF5EER M
(2004 4E~) TUE, J6AT 9 % A TG BB R R BUE FE 4 B
MG (2001 4F~) X, BTUEMESBIL EETO—7
PHIR BT 45— R EH S HE D D SE 8 T OV — T % bk
L. MR SRR AT 2 R ZE D — R E LT WIS i
DT MEBRICERS®E0, ED720 DT K% i
LT&7z, ZOMEIE, 110, BiRoL)cz Ly —
BREEMEICIE, F RS BIROREEOREIRLEEZD
. BBEN AT 2 U R RIS XD REEW 2
BHIS IS BB 5 2 &y o 202, FEBEMRATE BHTE
DO MAERIZ, WIS EE LCORIER %
M HAHEEZLIETHD, DBAA. 31, W%k
Barfd, RBEBEZHERLTN DI, 2L
HHEORY HAITEFTH S,

1k, FEREFREAT O M2 5 O H 3 OB HLADBEE %
HHLDDOTHL, T9. 2=y boEEE LT OR%
WFge & LT L O BB O ILAIL, QBB 2 I [H
REELHEm D TELEHMOME, 2HEOTEL, 12y
MR aa ¥ 4% working group DB, T=v hE
RNV O BTSN, FETLTRE
bbbz, FEHELIPEMNT /N —TELT THITEZ
DO, KD —TE LTOIBERAT OLLEZ i L.
OIEDOHR % TV Z B 720 DFI-HER, @3 —ADFEHR.,
EwA - R, LAEL7ze oz enn, BFELED
HARW 2 oA L, FEEEET 7N —T L LTOMEAD
HEBERY 22 RRAL DB, OME S LETH D EF R 5o
BEDOETIE, ZEFFALINF = TN, A THAED #
2D AL (R W/ ~TaftiE ] oF o
HEE - R IE % HELCITF 72 ¥y ko il fh R s
N5 R/ TR ~7 o fill 0 PR E it Pt/C fillit <
& FHONT O R G T DT/ A XRRAKE
CHEBEICRAD B L EZ HNTV AN, ZOFMIIAHTH



IR : TEF F AL I N F— 734 AT D720 O R IEBEMAT (F11EAH)

D, FHOREE - AR LD, WEEOD 5k
B DVHEETELWREDSD L. OOBESHMEARR
FEICRRBINICHIG T AL DI, QDAY VY Ah SR
WHRA B - ARIEL TV BBEDATIE, HRBIS
TN =T % G0N THETIRELDTH 5o

BTN —TOMBAOERREL LT, BRIV —
T LD BT B ED BARME - WL 2179 £ LIS,
IS, EBEOMER Y AT AOBEHM oM %X
720 THUE BRI XD RMAELL) F AL AV E
HOMAIN 2 EHBIRE FLEORGRETH S, H 212,
B O 5 — F IR B OB LT 2 M 57z F
7o PRGRETSE L BB - KA TR L 0 MR AT
MOBRICDIOHAL, 29 L2 RV F—BREM O
72D OIEBERATEAM OBRIIE. T NAKPESRRET
7R0AS MR OB G ERE D RH O EE HED 5
T BT LTTDRIE RS R,

VL EOHD ALY, KEDIXLDIZFEL7z 32D/
P ETHEBIRRTELLIZES RV, LAL, %H
DEENEZHEL. FORYMAZ LD BT, HEND
KRR IRDSFEANCHEATZE S A Do KRB THAR 2 HF
FERA, 5 BT MADHINEFHL %o

4 VKON DOFEEFRRDH
ZH L) fAZ BT, W LD DUE R D
AEh, BEEMERHIEE SN D EEHIT, B E R

MO R VEHEZ R Lo WO B ERMNT
Do )T AA K B AR OB BUAE B 5 12
KT HME, R b Pt/C AR L 4 ALY fil
OB, HE OB - SRELDIIERE T/ ANTOR
O HORESE - RRIICDRE LA 237 bR ORR
Thbo F/on WINH BT HAM 2 KRS GERSET
Wb,
41 UFOLAZFVEHEEREOXRTEEXN=X A
VFI A4V EML, Li 2 50 ERSRBRILY % EK
12 RERLIEE, A82AMICHVREEITHY,
FELOARRLHNATEROEREM L) RIEIENT
Who ENANEZROARL ST, HEHE ORI
ENTBY, ZOLOIHRLZRERL, Bk WA
W e ton ESLETH L, KBEBRETIE, Lift
YOSEME A UCIE A SEMIC BN L, R AT
ZEB D HIEMRICRE 5T B0 Li A4 v 2R D
LANTELENIEBH R OB RO EETH L, B
16, IERMEE LT LiCoO, AEIHHENTWVADS,
B&)E Co RV ICR A ®, B % 5819 2 M8k
RN %, MERDIOHHESIE, Fe & Mn & & O RAERD
M A B AL W) Li,MnO5-LiFeO, (xLi,MnO;- (1-x) LiFeO,)
(%4 >200 mAh/g) #BIFELA Y ZoMEZHER S
% Li,MnO; & LiFeO, (&, %4 ¥ o/ v 74k Tid Li A
FOWMANZ L WAEME TH L, %E BEILT
LEHALLRBRBALTH2Dh, TOXH = A LDIHRP S

AASHRDO—REL TOMRERER ORISR e o e
PSR DR EIDBIRLL : )
DROBEREOMR B DEH - Fok, @Y~ ADFRLE - KL ,
= (2) BISEE ORSBITEI & (0) MR AR EDED) i
SO0 HHBRII—T  SROQ: REODHERVATLOBERE  pycen, MEBEE  H—REEE

EOREMBBHFHOBES  ORIIMIBEOUF LA 1Bt S 21 O

DAL DI EEREERER T A DR) )
— R—5 TV F— DR
== HEIBIRG PR ORISR
8 L
—— W FEEs
E—REFE ) — el
' ;gﬁg?&g? PUCTEERHR  H—FUZstH
HE#fgEE LT DFrontierBiin BB {LHHER
FRHG) : S BliFEm TR DR
DHE—FIEET B
DFEL It B EE
BRENERE DA
ifiDRh
FHFENDTR - 2 - " el
WZEMDFrontier Fe-MnRIE@HH  BRHNEER
FROEE CRR EEHROBER XN =X LR
DFHEIBISE L DR UF LA A VBT E 5
NFOFEHR ala A e ) BT/ ZBOHHIBER
F /UL TR @BV NILD $
= S

EE RS /N TOFEDOFIEDESE

K1 ZEFFRATINT =T ZHFE D720 DR IEERENT DIY HL A,

AEFHRTRIVFE—F) o ADRER

Synthesiology  Vol.2 No.1 (2009)



W8I« LEF ¥ AL RN F =T, ZAPFE D720 OFRHERERNT (F )

R, TICENTAM B OB FITED D,

ZIT AMEORBINV—TLOBEELEFOT, &
SAEIERIC X BRI LA 72, F9. STEM-EELS AX
IIEF L ARX=Y VT (BT Y =20 scan MBS, %
TEBEEOE TR ANF I AT MV (EELS) 77—
5 B JCHRM M 2w m ALl W32 Tk 1)
L E— AN S RO SRS B RE
¥FDICT Ferich (LiFeO, ). Mn-rich (Li,MnO; KY)
DALFF /) AL V2 i 5MEETH LI EEFER L (K
2) B IR RIS - A A ST AT VDR AL
RS MBI DR VIR TH B MM TR TR
IS, REEETETFLRVORERD L0 L EiX
Nb, HERD X MBILETIE P LshzERELT
LiFeO, 740 & Li,MnO; (92253 5 Z L1 S 7z
B ALF T FAL SO THAET A 2 LI PHEZ B X
TR TH 5,

AbEF) FAL AGEDSKERE AL AN = AL 572
DI Li A4 DAY Of T2 T - RO K B TH
LI ENLEETH D, T LiAF v DI 2R 54
% STEM-EELS AXRZ bF L - A A—=D v 7 el b $
LM A B L7z fEk,. Li @ EELS 7— % Off#T 1%
BH T, LUREGH O & mfFHTIZH I FATRETH -
720 WEHESAIH B FEEE T U EELS A2 MLk
WO — 7 SREE DSBS IG5 LR 2L, 77—
FIRNTEE % T35 2 & C Li il 504 0 5 1 27 AL
WRII L2 M SIUE Li A % > DI A 2 HE A TR
MOFHETH %,

3DEHIT, BtV TOFRELHED K BEEDIEM
MENCH T2 M52 8T KRB TIE Fe-rich #
WS Li AT, 20, il T Mn-rich #3225
bikTpZl, MEZTRENCLIAE-STWEIE, L
L. FEOMK TS L TR RIS EIC AT B H
BT EEMPHIPL 72 K A4TRT IS FIRAL Y
HEE I ), Li A % > O3B A R 2 R A o Mn-rich

(a)

2 KEROVFILAF BB Li,MnO,-LiFe0,
BT 3% W E V- B BEE (). STEM-EELS AXRZ b5 A4 - 4
A=Y V7RI X B BB EIRICHIBES TG (b)y LFF I K24
Y HEE DB ZR (c)o

Synthesiology Vol.2 No.1 (2009)

S THEINHZ LT, 7Ly TEANEME % Fe-rich 1%
AEPEILL . #EWT, Fe-rich #HIK T Li 25Kii8 95 £ 5] &
9 5T Mn-rich #3822 5d Li A+ 254kiFT5 £9512% %
ZEN WS 5720 4lid Mn 205 7% % Li,MnO, 8
WCTOLIGI SRR L 2EMHEIImEESHIEEZD
Nbo R, COBEMBHMEICL S PHEREOHER
WERTLEE LN, EBRICHBEOREI T2 STEM-
EELS ARZ NG L« A A=Y Y ETHIZE SN2,

DLE. BB ZBRMELC, LT/ R4 Ui % 58
WU, LiA A i B 5 1 1Y 7% 53A v AL EA O B 5E 12
W5 LT, AL T AL USSR % 1%
PALL, REBALTHAAA AL HENICTHIENT
&720 T/ HEEATBARIIC ERA R O PERBICHR D B 2
ENHMEIC R o722 LDERITIKE V. BIfE. ZHL72b
FF ) BAAL 3 O # B O B2 S O EHERE D)
EABESNT WD, L EOBRDGONIRE BRI,

FoeEH] FEEHRZE (150 mA h/g) FtE# (315 mA h/g) B (232 mA h/g)
(i) (i) (i) (iv)

> = —= P I g

: . . F l‘
iy
- .

—— 1
0 20 40 60 80

—_—
0 20 40 60 80
Fe/(Mn+Fe) (at. %)

LiJ®EE (arb. units)

3 UF LA B IERAE Li,MnO,-LiFeO, B.F 0,
K- MEBEOK B TO, BREEICHKIRES MK (LK)
LV F Y 2L RIRES AR (FRD o

() OFBHRTRBCTEL, K13 LiMnO, (k& - ) & LiFeO, (3%)
DALFEF I FAL UL o TV D (R ZOBRBETIRYF 7L
AFViE BT EERIESALTYS (FID).

(il) ® 50 %FERETIE, VF I LITLEBRESA O OFIR (FIX)
LEBERBIESAOW AT (LK) EA—-HLTwT £l
PICIEY 77 54+ V1 LiFeO, FAA ¥ HELIIBBEL TV,
(iii) © 100 %FTEEOKXETIE, KT 24k (LiMnO, & LiFeO, 4
FX4Y) HUFIAAF Y DBEELTWS (FIK),

(iv) BBEBDORB DI FRES A TH 555, WF2KIZ)F 74
AV HBPESTVD (FR)o LA L. VFIAAF YDA E HA
HY. VFTEDPRTFEEIE TR > TR,

| —
0 20 40 60 80
Fe/(Mn+Fe) (at. %)

0 20 40 60 &0
Fe/(Mn+Fe) (at. %)

Fe/(Mn+Fe) (at. %)

1
° LiiRE (arb. units)

1
Li iR (arb. units)

Li i (arb. units)

Li,MnO, LiFe0, > RAA ViEE
. \  SEOMRETC
U UicEs

Al - Li BEE. 4Li HHES FR - BEEEY Fe>r
na+

oo~ A
g iy TR BECERT T/ RAA RS KRD.

MEOHRZED UTcE

B3R/ VVOHETIE Li AR AE M R L DRI

4 k% F7 F AL VR X B Li,MnO,4-LiFeO, R 1EAH B
DORTEREOW 21X,




WML A F ¥ AL RN F— T34 AR D720 DM RHE BN (F 132D

Li,MnO,-LiFeO, ®RAFE 7 )V —7F L B@ il L,
RE, EERBIZ T 7 R HEN RO CHRE L =28
SHEDT Vo722 EThH b,

4.2 REEHEEAIROMANIBEL LS

ARG TIRAFEL T, REMENC PR 2105
SH7cHE (Pt/C M) ZEMMEEE LTH, flio Pt
KA L TEREL OIRFEA AOfFHE - L (H, —2H + 2¢7)
WCEDEFZROEL, Yabr H 3E0FEME 28T
IEBANBE 5, [EHTIE FRIC Pt ETTarrd
B HDOBUSTRDAER TS (1/20, + 2H + 2™ — H,0)0
COLERFEEREBLTABAO S OB IN
bo KEA AL, LIFLIFCO BSEALTEY, 21
AR Pt T O A BLES 5 (CO #i) 720,
PtRu &G&R T REVPHVON L, PtR TR Pt &4k T
DA X5 BREAMEEHEL, L 48 Pt ome
WO LSRR E LT HZ L HETH 5,

Pt/C EHIIMEHICL 2K HETHY, oL
ST B EDRDOLENT WD, BRAEEOBFEE S
LR IToCWB TN =T B DT, BIHEIL
V2 & BRI % 3R A 7z I R b o TE A Ml 8 o> 7B B

-

a ﬁnm'qzrsl?h b 1?51.rm'.N;E?h' c 175 m Air 30h d 175um Air 87h
=k S R
i . | wi
FI T | B A s it
6 Pt/C EM (EM) & w5 RS A T i L7z 1

@ TEM 1%,

(@) 50 um IELOBIRE B AV, Pt/C BMICEHL ML 87
BERIFERZEINN. (b) 175 um E X OBEMEM, 220G L 87 I
WBEAEIN. () 175 um EOBMEL, 22L& L 30 B
FEE (d) 175 um FEO B, 2245k L 87 IR FEAL AL
BRI A L7 A, IERICB LT, Bl PORL T OB T3
{LLTW5,

BISHNIMD THI T Bo TE IR I - T8 o ol 5 B2 15 1Ak %
VT IZ =228 HERELT TEM HaE 275K
Ly dAT8ERRIC XD Il B S 2 IR R L 720 51
PtRu/C s fil 5 o> B RY ) 7 5 43 A g 52 S AR B (TEM)
BTH %, fBEBRLF O FIEH2HBICHSLNTED,
BI85 RRE B AT RECTH H L 2R LT 5,

Fea G T BRI ZMER) S &, HLERE1TS &\
filt it G JE R DR EAKREL LD T, PtRuKLF25
Ru2Sii 9528, FAMBGMIRAE LT B
HC A G R O R AT 5 2 L4525, EETRIESh
72 (B 6)o ATtk Mk, RIS 320 ADFEH
RBIFEAEDIE A Z B LT, WAk D%
WA AZEAL T Bo T L7zl G R R O - A%
BHS, REMEOMBILE EDITHBIRO—DDEHT
HDHIENHMOTHLMIEN T BRFHE M E Al O
B HEE R S LORE T OEMBIZHE, ENIHIEEKT T
To72bDTH S (FHZH, £ Do

—J. Pt/C BBOEHEC T/ 5% BT 57201213
EFEEHSEETH D, HARTERED Pt &R/ Pt 2
FAZ— L (graphene ¥ — 1) D ILAR 7 FmAH H.
O E—EHEHZ T30 TwS (X 7) ", graphene
= O pAEEHIZSOSE VNS PE-C IO EAE (i
) TAVF—E, PtETFH)TRIEFEFTRR 774
& — TR A ADHEZ DITEIRY T CHe /S
%hho THLIEMET =2 2T Pt/C BEDAZX A —
VRO Y I 2L =2 a vy BSRETH b, HIEBIE G E X
HTX2RHEPHONTED, &8 & ~7aftmE
DL LTHEETHL W,

DL EORRE, AR E T A il & AR L 25
LRBR A AT > TV B 7N —T L O HE I 2 i &
DD THREL 2 572bDTH 5o

7 Pty 7 9 A%—graphene 52D 55— E G RH G,
SRFIRERE & fii 25 T- 96 B 0 Ao T COBTFRBE). BLER IV,

Synthesiology Vol.2 No.1 (2009)



WFIEi : LEF ¥ AL RN F =T, ZPFE D720 OFRHERERNT (F i)

4.3 = BRI/ ~TOMBEOXA=ZX LA

S BIAEETH HH T/ KT TiO, * CeO,
DALY R I FE T U CO IR ERIL R KYE A A
¥ 7 MRS KFEAT A2 S CO % HLY B < 728 O JE,
CO+H,0 — CO,+H,) 7 &R MG AR 1 R
WM SR E AL SE L A = X 2D s, )8
ST AT a il OO RS R E R S, Z
NFE T, RISV — 7 L BE MO, EIHBILE.
KA, B FIE A A D7 SR AT 2 D
T&7

Au/TiO, RIZOWT, EHUHBIZED & FUHN B 5 A
BHAFAEL AuTiO, MO WA EAEH DS HEE S 5,
FEART O —7 BB BIS  ERTAHEE A S, TIO, %
T 7338 % O stoichiometric i (bFEFILER, 7=
FYENTFFVHFEROKIM) OYEITHAT BAEKIR
ZFO# I (Ti-rich i) T AuTiO, B EAEHI A
W EAHIAL7-, —h BREE RS, FET
Ti-rich * O-rich ® X912, stoichiometric ({b2% =& kt)
POTNTVLLEITH AL, AuTiO, M OBLE K
RET BB HWE T, MBERSEE L 525 2 EAVRIE
S, 22¢0 XY FiF <. HAADF-STEM i%

(o7 BT E— 2% ERSE, FHTH5OEMEELN T
JETHOSEF 2D 12X 2 REET-EA O Blg %
1o BTFIONE A FE TEZEBIZI O TR L
720 —Hy THLBIRET VICESRHDOET - BT
Rirs D —EHEF 2 5 Ti-rich % O-rich R D% 4
AERERIIG U TEELL) A2 &, Tirich #Hi<° O-rich
R R EFIREEFOZ L PWIEL 572,

—J7. Au/CeO, RIZDWT, (1) FEHABIZEHIZ CeO, 12
HFFL72 Au 7 A8 = AR IH R L (B Au 55
1o HEH) . () BFREEDF v —PICREL
TBLEFUBHNIC AuZ FAF =0 5IGT 5, L) B
GAFERLET PI 25 U 72 55 PH AR A A 3 28 b1
AR L BB L. AAZALDMYDSEETH S, HilLT

K1 WREITN—TPOOEED T %2,

2004 £E  HAERFE 2004 FHHAR BFHRRY—E (BE) )l B
MRS 2004 Fall Meeting Poster & ( 8858 ) #H %4

MRS 2004 Fall Meeting Poster & (&%) Il B

BA MRS 2004 Y VikyD L 2BhivE (518 ) A HiE
AMEERR BARAY—E (BH) E 5

B4 MRS 2005 Y ViKYD L EhinE (518 ) A 55
EFEHESE ICM-16 KR —E (B8 ) A A
IUMRS-ICA 2006 Best Paper Award ( 88 ) #KE 404
BAERFoEREMSERN B 8FIAK (E5]) B+ =8
BHABEHSRZRE 63 BXHERBEF KNI Y—E (BH) =)
% 14 @Y F U LEBERSRE Most Excellent Poster Paper &
(@B58) =)l fE

ICC 14 Pre-Symposium Best Poster Presentation & ( 8% ) #/H &t
N\ J

2005 FE

2006 FE

2007 £E
2008 £E

Synthesiology Vol.2 No.1 (2009)

D CeO, k Au ki THED H, ZIHA T Tfiflsh sz e
5. CeO, DERIMEER KD FEAKE N LA HEE S
N5, 22T, HAADF-STEM #E# @M L. #OTEEM
e PR R RSG5 S LR L7z (X8) P, Sl
AL Au-Ce B EHREAFHNTE 2, 20
Bz B A AL T5 28T Ce MU AT
RENTVDZENHERTED, BHSKIFEOILERT
XNV E GO 5. CeO, RNV 7 DMEF#
vacancy D Au D b5 v 7 & Ce # i G O RS A
5, —HOBIENFHTE .

HE S Tld. Aw/TiO, %% Au/CeO, 52 O filt i 5t
ANZALZDEDIE, HAEBIHEHTE WLV, &
& TRALY~T 1 il o SRR i & S ST DR T
WML 7Bd e (EBS S TORMZHE, £ 1), Z
DRENEDS CE—FHHFIED S, RO stoichiometry

(L) EFEPALIC LB Z ORI BEEEDHE 12
KD ZEDRREENT20 RDAT v TELT, HADFE
357 CORMBIZE. BLIEMRRME TV
WEF N O T W - FUS/SAD H— 5 B 5T A 47
ThHbo

P EOBRE, 2=y MNSLOBEAER 7V — T L Ok
Bl 7o ds, RE R WHESIRIC XY, ERE A AR
IRETHIETHREL 720D TH S,
44 REDHEZE

P ED XS B FEIEBICH LTE LDE G2 HNTW
%o FIWIHRED—EEZIRT, MR L EEIHEEEL
7oA RL LB FRAT O FE R 13 Z S DIEHZ D, FERER
FHNCLE VI Z I TWEEE 25, THEHZ, OB

s

Intensity (arb. unts)

I

P T O A i R
05 1.0 15 20 25 30
Position (nm)

o

8  Au/CeO, filt it o> ¥ M il 5o

EM DR RE TEM 23, CeO, RIZHELZ: AuF/ b+ TH
DfRiE, FUHEEE HAADF-STEM BI% L7 b 0o RIS FA7 %4
BT RN > TR FAROBMEZ RS $5 2 LTy BT M RS A%
Hic&s (FTAM).



WL ZEF ¥ AL RN F—F34 ZABFE D720 O RHEBERNT (F1E D)

BFERROVL NV OB 2 -2 &, @Ff¢
RIFH STV n T AV X =R F &8 RS/
ATFOREROFHTTIOY T4 7 2z, Gk
MRS RAM BB R W RISIE A STV A, HHVIEZE
NIRRT TE LT L, RETHAI, DBEAA, H
R DIBEHIEZ DL DO TIE %L, BSISEWA FTO
BRSPS DOZEHEF 25,

5 Discussion&FE &
IO, BAR B L WD I B AR IR 72 e
L7 EmR R (Fil) BRvwEw)HEIHY,
DT EIF, 72WANAEWE T2 5, TN ARSI (5
2 FILEERESE) 2003, BRaZe il (55 1 FIERERFSE DIk
RRH 2 FALPENIZE CORER) 28D, HATEEELCTHR
DFERHRREEDO S22/ Ll TO#EE (b
B2 4 i Ta L) BIR2S AKX (WE) 2MHF
295720, HAICLTHEDRBML T RWIIRLH#IZA
Db PO M Z BT Ik
ETHDo TORITHNROFEDA (55 1 FlLHENFFET) %
LN B0 %RED, Lv)biFiZidvriv, HIEH
RHFEEDTN =TT, BIREREY LB OED L LD
Pl bo HeoT Al ed, UMMM TH 1 ik
B A B35, 2 V)R L BRmIEH TS, &
WHSHREBRETHY, TNIED, ARFEELTD
MHRREOH Y T b, —J 1 FIERIIEICH#ED
BIFFEEIE, 29 Lo EIG B 2 A AT H 720120, iR
MFEEEREZOEREL, FrFEemmL., BEEHIM
WD bo MBI LM ERFEZITHIIE, I (525
FBEWETE) LFRNT (55 1 FEAEEERTSE) o536 L[ diHE ]
ZUUTIZNT 2 XL BRIHED B2, L) T ETH 5D,
X LDORBPIROSN2HDTH Y, WA G T
ENTzbF TlE v, BAOF BRI LzTidH S, Bl
HETOHI, BRIV TOIITEDHON S, F 112,
B 7N —7 L IEBERRNT 70V — 7 S 7 1 7R3 v i e
THHERNE RS L 27255 #E3 2 MR 8
StOTENTH S, 45 212, S BI TR HEHEIL,
SERERLF I DMME DS = I F B R R F B 2 BRI
T2HO0%\ BHIS B & S HE L 7 SLREIF 5813 JE R
FOLNNVELLA LTS, bHHA HLWENTHAT O
e, MREMO—BOBhELEETL, ZH Lz
BB LRSS OBIK (B2 BT - EFLAX
VOBEALE, L) (Zo%hbEF 25, 4531,
Bss L LA D ILEIL, BAFS A FISH L WL T oMk
FHRHBEOH R, TAT T RRMET S, bHAHA, It
BRI 2 BIFIE A SN B12IE. BIERERkA %N

DLETH Do 8412, 29 LA R BTS & ZERERMRAT 0 i
oI BT D ARBEIY 2 KR BR & AR O R - RRAL. EThi
D DA OFE UL, WFZEEB L LCTHK - SRS 5
RE[ay-av¥yryz] TEhwh, EE25N5,

HiEE

AREGTHRIN LZBFZEBE, MORBISE A Foffses e 3k
FTITo72bDTH b, FFIT. VF T LA+ EMIZON
THHEDEEK, EHEIAKR, REERRK, BEEbIZS
WA (UL L ERIFLE R 4 2T 2V F—HiF5E
TR AR OWCHRIIE B % O R SR Al
HAWEZERRM, BUERRFR) BRI (E AR
AL HATZERRM) (EH L9, B, VFULAAE
> B IEARA R & BRI B AR O BFEIZ oW Tid NEDO
(BT AV — - ESEHAMR G BHTERERE) . PRORHEE it At
DFHREIZOWTIE ST (BHEHAMRFAERE) . Sl o nf
FTOWTIE, R BEMEB LU JST Okt %
FEL7. BIRE. BIRIRICEH L BT 9,

SENM

(1] 589, MIEE (&) 1 2EF IR ANF—DRF
fir, ¥ —T 53 —HI (2006).

[2] /NEE S 257 AT AV F—Hi O ek, ~ 71
ThA T L —232,21(2), 1 (2008).

[3] M. Kohyama, S. Tanaka, K. Okazaki-Maeda and T.
Akita: Theoretical studies of the atomic and electronic
structure of nano-hetero metal/inorganic material
interfaces in collaboration with electron microscopy
observations, Mater. Trans., 48, 675-683 (2007).

(4] FNEER, HPBEE, §iE—17, FREA, HPZ6G: A
RO BT REH) & BT HE O — AT A B IHBIg L0
M X BT T u—F, s, 41(3), 178-184 (2006).

(5] BKHZNE, FHIGH, HFILE®E: 2% 5 2TV F—HE O
SN BB EE K B ERAT, v T U TS T —
> 32, 21(2), 45-51 (2008).

[6] M. Tabuchi, Y. Nabeshima, M. Shikano, K. Ado, H.
Kageyama and K. Tatsumi: Optimizing chemical
composition and preparation conditions for Fe-
substituted Li,MnO; positive electrode material, J.
Electrochem. Soc., 154, A638-648 (2007).

[7] C. Colliex: New trends in STEM-based nano-EELS
analysis, J. Electron Microsc., 45, 44-50 (1996).

[8] J. Kikkawa, T. Akita, M. Tabuchi, M. Shikano, K.
Tatsumi and M. Kohyama: Fe-rich and Mn-rich
nanodomains in Li, ,Mny,Fe,,0, positive electrode
materials for lithium-ion batteries, Appl. Phys. Lett., 91,
054103 (2007).

[9] J. Kikkawa, T. Akita, M. Tabuchi, M. Shikano, K. Tatsumi
and M. Kohyama: Coexistence of layered and cubic
rocksalt structures with a common oxygen sub-lattice
in Li, ;Mn,,Fe,,0, particles: A transmission electron
microscopy study, /. Appl Phys., 103, 104911 (2008).

[10]]. Kikkawa, T. Akita, M. Tabuchi, M. Shikano, K.
Tatsumi and M. Kohyama: Real-space observation
of Li extraction/insertion in Li; ;Mn,,Fe,,0, positive
electrode material for Li-ion batteries, Electrochem.

Synthesiology Vol.2 No.1 (2009)



W8I« LEF ¥ AL RN F =T, ZAPFE D720 OFRHERERNT (F i)

Solid-State Lett., 11, A183-A186 (2008).

[11] A. Taniguchi, T. Akita, K. Yasuda and Y. Miyazaki:
Analysis of electrocatalyst degradation in PEMFC
caused by cell reversal during fuel starvation, J. Power
Sources, 130, 42-49 (2004).

[12]K. Yasuda, A. Taniguchi, T. Akita, T. Ioroi and Z.
Siroma: Platinum dissolution and deposition in the
polymer electrolyte membrane of a PEM fuel cell as
studied by potential cycling, Phys. Chem. Chem. Phys.,
8, 746-752 (2006).

[13] T. Akita, A. Taniguchi, J. Maekawa, Z. Siroma, K.
Tanaka, M. Kohyama and K. Yasuda: Analytical TEM
study of Pt particle deposition in the proton-exchange
membrane of a membrane-electrode-assembly, /. Power
Sources, 159, 461-467 (2006).

[14] K. Okazaki, S. Yamakawa, R. Morikawa, T. Akita,
S. Tanaka and M. Kohyama: Simulation of growth
process of Pt-particle - first-principles calculations, J.
Physics: Conference Series, 100, 72044 (2008).

[15]S. Yamakawa, K. Okazaki, M. Kohyama and S.
Hyodo: Phase-field model for deposition of platinum
nanoparticle on graphite, /. Physics: Conference Series,
100, 72042 (2008).

[16] M. Haruta: Size- and support-dependency in the
catalysis of gold, Catal. Today, 36, 153-166 (1997).

[17] K. Okazaki, S. Ichikawa, Y. Maeda, M. Haruta and M.
Kohyama: Electronic structures of Au supported on
TiO,, Appl. Catal. A, 291, 45-54 (2005).

[18] T. Okazawa, M. Fujiwara, T. Nishimura, T. Akita, M.
Kohyama and Y. Kido: Growth mode and electronic
structure of Au nano-clusters on NiO(001) and TiO,
(110), Surt. Sci., 600, 1331-1338 (2006).

[19] T. Akita, M. Okumura, K. Tanaka, M. Kohyama and
M. Haruta: Analytical TEM observation of Au nano-
particles on cerium oxide, Catal. Today, 117, 62-68 (2006).

[20] T. Akita, K. Tanaka, M. Kohyama and M. Haruta:
Analytical TEM study on structural changes of Au
particles on cerium oxide using a heating holder, Catal.
Today, 122, 233-238 (2007).

[21] T. Akita, K. Tanaka and M. Kohyama: TEM and
HAADF-STEM study of the structure of Au nano-
particles on CeO,, J. Mater. Sci., 43, 3917-3922 (2008).

HEEBEE
FIEE (259 F30h)

1985 R RUA R b TR 78R s Ak} 22 B o3 h
B AT SR B KB TSy Rl B (BLRE S A A 72 7T)
Ao 1992 4R T CGREURS:) o 2001 45 AR 2 105 BR 5 R
SIREZER >/ FERBERERF P78 7V — 78, 2004 AERERATLEF ¥
AL AV F—RFFETRM -/ MR R AR E 0V — 78R, BRERRSE R,
2001 FHAGIRE P2 IHEL 2004 FEIEE WP Fellow. 48~
IR S O 55— R BERH SEe SE — RBEH S T 0 7 Z A OB gE, R
2L OMPEHAT OWIEIE S ARG ST AEOWIZETT O
RWFFERTH - #52ROHGRR & SE L7z,

TRH 48 (b &7z LB E)

1998 AR PR R e T W FERH G H W Bl 5 e i IR A
7 (it ()0 MR TSEHABIZENT (BLE SE B & b
FEAT) HERUAFZE L 1999 4P TSEBAM T JEAT AT 2001 4FREAS
WEAE G BRERAF BIDE 7208 )/ SIS RERL 278 7V — 7, 2004 42
LY FH AR F—RFFEER I F ERESE 2V — T AR
Ho 70WT T BM B X DM B (&) R ~T ofillt, 7%
BRI, ) F T A4 B OREEMATICI T 2 WFEICHEH,

Synthesiology Vol.2 No.1 (2009)

AR TR EICHEEBIREZHA L2,

M BE (2% LAZ)

1998 AERBRIF 7R 2 R A e B AR TE AL W LR 2 W Bl 1A
BT (it (FR4E)) o FAEKB T3EHAMTIRSE T (Bl EHm o
FEHT) AT 2001 4F BE MBIFAE 16 BRBE R AR B E 98 44k - S b e A
SR TN —F, 2004 4E LY F F AT AV F—WFFEERM F/ 4R
ZEWEgE V=7 WgE R HMNE, B R BEN e R R AR R
FELTEE mE~NT o R (&E, T Iy 7 AR, ~T il
) OFE—FHFHE, E—RHEE T TSI A0S H,
AR SCCIlE4 AL I O 55— F G A Y L7,

HiH % (F272 29L)

2000 R BORF R BB A A e R AR T (it (BE)) o
[FIEER IR TR 72T (BLEESEBAM A AR ZE0T)  APT. 2001 48
RERSE A 06 B R BIBE 7208 7 SRR RF 2 A 78 7 v — 7, 2007
LYY AL AN F—WEFEERM T/ R A FZE 7V — T 7
Ho BELOERTU—7HHII X5/ ~7 il B REA £
FKMRG, RO AR TIEE R0k
Tu—7 W EBEEZHSL,

e 23 (Feedr 2H0)

1991 U KRB TR JERE S8 b8 B SRS
T (T2 o FEAARZEMIRE SN INI7E Ho 1994 SERH
TSEHARTTE T (B SE AR A IZENT) AT 2001 45 4R 21
W BREERAF R TR SRR RER 2078 7V — 7 2004 2%
§ AL AN F—MFIERR ) MR R A R SE 7V — 7 BRI SE R
ELT BT BN X AW AT, AR EFINCIE S BRI &
MO ZW 5L, MR AT B2 R 5 2 L 120
ZEVWTWA, AR TIIEHBEORMY K- 2HY L7

[l —47 (BAEE 3w E)

2000 AFE KBRS R AP R A7 B Bz R JE R W RURE <2 S i3
577 (e (B42)) o [F4E JST BRI RN B & L TR T3
B 7e i (LR SEBAM R A 7E0T) 12k R, 2005 £ XD, JST-
CREST #iJE H& L CHEMIILE X & 22 400 F — 78R 5 bk
FHAWIZEZ V=712 2008 4E & D RERKRERABE T 0FTE
FHEAE T W BCRTRE R, CoM, BRI L0 EE /
BALE YR (S PR A ) ol - RO B- -
TG & SOBFED R FE I PE e AR ST G ML S 2 H
& RFERROE—HHF 2 HL L7,

AL (Zodb Lwh)

2006 RO K A BEBLA R JE AL Bl e B e A T (1
& (%) o FAEERIIRRIIEHE LT 28R 5 2T 400 F 1
Foib M MR F SR 7V — 7 2R, 2008 4510 H& D, KB
KEFRPBEIE T EWGE R S AT A BB BB ¥, 537 81 B i
FUAZ XDV T DA K IR T/ RSB R OWIFE . AL
TR F I LA F VR IEE OB 2 H A L7z,

BREEOER
Fi1l YR—IXYIADOHFICDNT
B axv s (HtE —5)

R TIE, W U = MPICRISE (B2l JLRERT2e) & i
(BB 100 JEREIEZE) IS B 7V —F (M) ZEEL., ZNS5OBT
(3] & T | N5 v 2 X HMCHED D Z L2 X TRBER

BRMEBTE2AT ) S EDTREE BROENTWE TN, [DDEZHEL
TEEZELET, SR LTI B RE AV T, KifLoyy
B Ly FORBEOT THEINZEEHEL TV T REZE
BT 7O RIEL TV AROREDEETHLEELE T, ©



WL L F ¥ AL RN F =T34 ZABFE D720 O RN (F1E D)

ST REBEEIEETAICH7) —BNSHEORICED L) B~ H—
DAV MEMRELET D

% (Fil E#&)

Fraoa =y FTIE, B KD, [BAFE] & TREBERAT] 245 Z)2
s MREWRIEEOREZKLZ L, ZD720D ) Bamz M
AZLRAEDOIDICEBIFCVET, I, 1=y FROENTL D
N, 2=y FEENIU o TEHL DAV N—THH L. W TEHRD
HLPEEHOZTEF L7, BIHDOWEILDITHR LTV D LX),

[B5E] & TIEAT] o I21E, O E OWFIED R—ARA AT LIE
LiZa b, QEBEOBIME MBI OMNTIELT LIRS TIERL,
RSN AT L 72 5 QWi H OWFEE OMIMEEL MEE RIS
Nz MEERDIDHY E T, €9 L-HE2 MR K H 7
L. W5es oW M H 2, FRmZETL 2L, iz
W ECHLIEDERZHIETHI L, REPETLVEEZT T,

B2 FMKEZERRE Y DI OERMEEE - (FFICDNT
B - ax b (Wil E)

MEHRENP STV 22— WL E TEHEFICANIE &0, BN
HLEE - RHNZOWT, TEREWZZT 2WTL LI H s LT, 3F
filli - TN —T EREBHIE OV — T HIE L ThHiE 2 D 5 2 &
DEMEERRHINTOITA, —HT A ¥y —hy MERFEH L
B2 R U SR WAFED I o TV E§L B2, FEH AR
BTV LRI DML - R, S SR R & 20
JehEs, EOMIEIT BT B 2 - RIS owWT TR E
BREIAELLEZ N,

m% (Fil IE#)

—MITIE, B3 LB IA TR CHIA7EE L2 <TH, ks
GFREEREZEUT A GEELEHIELILETREERT T, £
7o MHERREO TR & W E 34 RIIWISHED T 7isEns &1
(& BHTE & EBEATRI & DIET T e 2 | EH LA O T E D
5, EVIHBTIVEE R 5, EBE HADTOMDOIFEDHED T

F9o 7275 KBS OREP L7 MEB D) #lAR, WF7EHLEkE L
TARIIZEZHIICETTHE V) IBA 53, By b DX %
BHSE & AT O 208 H R R EHE T X 2 MG O IT RV EE R
T9o PIRIE, LRLoMBEOHERN L, L=y FTOH®ENZ
ka2l U T XML 9 <70 90 L7z, FRISIEBEMAT IS W
ZBIETIH RO RAEL 22Ty BTEM OB, AL
KM REEHTIG AT F L WBER X ) W2 B Pk L £ ) &
ARG, AUBZEMECHMZ A L. (AR IF7ED —R %15
LV RN H T, EFNTLEHDTT,

Em3 SHAEREOEEICDVT
B - axyh (R ER)

FEAMG - AT O FRII MR TS ISR & S E BT 5 &\ ) ITId AR
TELHFTEF L 7z0 EHIT, 57 - FENT OBFFEI B LW EFHIEAT
REHEEOMEL MR, FHEEDOBRBICHEMK T2 BT,
DRNIDOWT, TEAEZBHNELZE W,

% (FF1L IE#)

FHIEA R FHIZEE ORI FE I, MRBISE OB LD 2 e T
IfEEIN DLV E T, AN L7z F 7 LA 2 B O
BT, AR F LA AV RO FEZ M BIEHAM & A
BATELE L7ze F 72, BhA MR ZE Cld, AR EA L7 filult OB o

[EBRETZOHBIE] BB OBE L EboTwEd, b5
Aoy FHIEEE OBIZE HARZ T4 0SA A 2 T TEIXTTEERAD,
DT 7 V=T L O FE O T, FHUZERE~NORERD
HEZTWET,

FHUNEAM R EZ IS LTV A D, IS E LM 55
M R FEE DSBS TR TV AW - MR OB MBI S % T L
ok BN A FHCET BT L ANVOEH - &R
filize &\ BEALT 5128, COMIMIZHE A 9, SOMT, YER
BHZBWT D, MRS AV F—BRBEHATH S OB & L
TENT R FHAEFALI OTFSE 27V — 7 L DR DT TR A 28 i1 #i
DTHEELZET,

Synthesiology Vol.2 No.1 (2009)



