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VYT ELTTZUEZT7DEREFAZERYFS-EOMN 4 T—IFERESNFELE, WFThi1=—H458
[CEDWTHRHELTOFREGFRES. ToEZTARZEERELZEDTY , b 4 T—IDKREEIC
BTL. TRICZED 4 T—YOHE, RUFHEHEREZFLBLET,

NOEDT—IYDAHN, EAAEEFTFREREBICEIKTUOEZT7HREEMORELZEIRL., fEEIZHL
BHNEEECTEERTHILITHIUL., SHICKEDBE R EMICH T IEMERFO RIRERKIZE IR
BHBELTELHALMNCLTHY . FEOFHELARMEERRAA VAN B TORMUEEICTFETHED
ELTHIFSINET,

CBAFEHRE [hEREECESTIEETUE=THRKRERHERDRIE

TUOEBZTIXEER, BEPIRILEF—F )T ELTORANRAFEINSG, ARTRIETUOEZTERBEL
T.BNETCERIRLY—ICERTIHOBRHBERICOVNT, FRGREBIZEOHEEZRELZLD
Thd, 7O N ERERBIEYEERELLTKEEBERBEEZT /—FICRY Tz KRERFEit
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RINYFEIZEKY, BaCeosZrYo20: HEDEAEBREERE Pd EICHIEL, HMFC Z1ERIL. H, BAFZ LY
600°CIZHENTRRICEVWEE DO TOAZEXRRHEMDOREF EEER LIz, F-ERLFEIE—
T REEH &Y HMFC OEFMEIRRET L ERET 5L MBEBEMANEIZH (FERTUIvIL D HOREE
BERAEICLI-AXZMNEREREN, SSICEETVEZT7H HMFC OEBRMTEHIL:-, 8%
BaCeosY0203 D5 BaCeo1Zro1 Y0203 321 um)IZEZ D EIZKY, NH A CREICHKEZITADEFR T
Ltz SHICIEEZERTHIEI2ERY 450°CIZE LT Ho RO NH; R TE R DO R EICHRIIL, RIEE
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EORETCE-ATEET, BEFALRIGICERTESUEEMEAST Y,
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1.

WELE247: BER
E AR FRR2F108~FpK295F3 A
Mo H BFEKRK EE

HEDRSL

AARTIIKFBZAEBFEIRET O ATE M BaZros«Ce.Yo20: BREE EEMNSLEINT
AEENLLEAIEHREKRERMENZERL, XD EIIVIRARHEMDIEREE L
YHIELY 400°CUL T DRESEEICT, 7oEZT7URBERAVNVCEHDEEAHITEETY
E-T7HRAEHEMETRIET S, SBICTFDLILEATAEEITT BaZros«Ce.Yo20; BfFEED
IAFT—F XY TTHIRIEMAA>DTOvX2YT, FhICE-TEIEFRBIShDTON X
XYY TELVR—ILIAFT—FXUTDTAT7AIVERZBHSNIZL, COHFHIRIEER
TNV AEBREERALEZ7OEZ7EBRBIERE, BLUBRRETRLGEERTS.

SIEA RS
(HHE

RIVFRA—=FYCRNYRYGERIZT, BES 1 ym OO ZEJEESIVIR
BaCeosZrYo20; SR (x=0, 0.)% /K%K E @ Pd SHLIZFEEL, Pd | BaCeosYo20; |
LagsSro4CoosFeosOs KFRIEMBIEMEIERLT-. KFBFEZHLY 600°C ITTRERAREIT
ofz&Ch, OCVI08 V &, HEDTOR AIIVIRBRBMEMDFYUEF L T—2EHEZ
HE—UHNEE 1050 mW cm 2 ZERK LTz BERILFEAVE—F D REICTHBIFEERAN
f2&2h, hY—FRBIERNEEDESIVIRBRBEMIYEREERLTEY, Ihdhs
HAODRERTHDZENHI 1[5, X 1,28 8] F=EHkIZ Pd | BaCeosZroiYo20s |
LaoeSro4CoozFeosOs IKRIEMPBME/ERL, 7OEZT7 K 600°C [ZT, OCV1.08 V.H&K
VE—SH AZEE 600 mW cm 2 &157=.

SBR[ 450 nm @) BaCeorZro1Yo,0: BEEE IEZ AL V=t)L T, 450°CICTKFRIRREF
900 mW cm?, FI=FUEZTHAMEF 600 mW cm 2 ELVDFERITE VL HABEELFEONT-. KL
EASKFEREEMIE, HEDTOL ESIVIRBEBE M TIEIRRTELNSELE
EMRET, 7OEZT7HRMREN TR TH AN TSN . 5B IEETl A D, 450°CHF
Jﬁd),mr'nﬁié'il BLWTHL TNV —FRBIFEBREINTEY, F-T7UEZT7EBRRILIZHES

BEEIE, KERHEREEDLOLGNIENFERSNT. S5I2 1pm BERBEDOEILICE
N 450nm EE DL T, BREEREOA—LEBELTTHRASBERLED T HIEMR
BInt-. LEASKRERHEMTIE BEREEPOTOLN, BIEMIA U ESUVER—
WDRTUORNTOT7AIVZE > TREABRBID A A U LEBREIMEESN S EETR
BELTLNS.
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AR T—< ATREIEFR/ VY REIZ &S BaCeosxZrY02033 EHEGM’F%J [5. X 1.2.5.8 0]

BaCegsY020: BELU Ce0, £f=ld 2r0, 3—4 vk : :
FARAWERIEBR/NyAREIZEY, BaCeos-ZrYo203
BEXERNL. TOERAROBAAR, BE |
NE, BREELGEERELL, BMBEROSHE
R EEER L T=(Fig. 1).

1 [ARER Ny ZIRIZ L D 1ERR LT
BaCeosY020:(BCY) D Wi TEM

-HET— BISMREKRIERB B OEMRHETL ) [5. X 1.25E]

Pd | BaCeosY0205(1 le) | LaO.GerACOO.ZFeO.SOS_7K§H§%*4%5E(HMFC)§1$@L, H, '1?’5*’-"
ZRALV600°CICTHREREBRZETo12ECS, FRICEBNIHAFIEERL, OCVI08VELY
E—YHHEE 1050 mW em? ZEZRK LT=(Fig. 2a). COE—VHDFEEE, TOr 25395
ARREMPCFONF YU EF T —2LYLBEIMETHS. BERIEFEAVE—F U REITK
) HMFC DZHFMERETIILERELI=(Fig. 2b). ZhIZ&KY, HMFC DAHY—FRIGIE, RC
BaCeosY0203/LaosSro4CoozFeosOs FrE M D74 PCFC kU 10 FLL LRI EMNBALMELES
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_____ e EE
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e : “
2 | '
_ 800 £ R, "y Z !
> z YR R '
- 2 ! ,
5 600 ~ 0000 GPomsmesl SEEEEEED
T > -1
= 2 1.0x10 T T T T T T
2 5] ©
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Current density ( mA om” ) Re[Z(Rcm )]

2 () FIREITI 1T D He, Pd | BaCeosY0203(1 um) | Lag6Sro4Coo2Feos0s, air— 7K 3k
EAHEMHMFONER —BEHLVER — H AR, (b)) HMFC OEHERERET
JL. (c) & DC &HICTAIELI- HMFC OEBESRIEZE A E—4 2 Z(600°C)

"HAET Y CTEETUVEZTHKRERHEMOERIET ) [5. wX 5.5E]

EfZE % BaCeosY020; M5 BaCeo1Zro1Y0203 5ER(1 um)IZTEZ ST EITEKY, NH; AR TR
EICREEITADEFRH LTz, BaCeosY0:0: EIRTIE, 7/—FD H, R ENBLTHET
AF—F ¥ )T DHR—ILUEENEML, ChikY OCV MMETTSH. —7F BaCeo1Zro1Yo20s
SEIETIX BB H D ET THHR—IILEEI TSN TEY, OO NHRH TR ER
HANFONSEMNBALMMERR Tz THIZKY NH A% Z ALY 600°C (2T 600 mW cm™ 0

'H’hf
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E—VHNBEZERL:. COERER7VEZTRBANEMDF Y UEF LT —4TH
.

AR T—< DI 7UoE=ZT7RKREAFBEMO D RIEEIE]

BaCeo:Zro1Y020: B EBIEDERM A EERBEILL, SOICIEEZ 450 nm NMER T H2E
[Z&Y) 450°C H, BRI TE—SHABE 900 mW cm?, - NH; BB TE— o B E
600 mW cm 2 ZERL1=(Fig. 3). BIZIEE 1 pm D+JLIZH AR, 450 nm DL TIXEEDE
DIZKY, BREDA—LEREZTTEHY—F-7/—FOEBRBEERLET I HRE

MRoNfz. ThiZEY, HEkD — 0.7
HMFC (%, PCFC TIZR#TH D 1.0 1 um (600°C)

. -~ °C) 406
{5 35 48 15 (~ 400°C) T R B - 50 nm (450°C) _
AR THHERELM D Hos g
1= E’ —04 %

? —0.3 ;g:
8 5
—0.2 =
g
— 0.1
0.0
3.0

Current density ( mA cm” )

3 NHs, Pd | BaZro.1Ceo.7Y0.203 | Lag.S10.4Coo.2Feo50s,
air— KREARBEMHMFODER—BEELLUVER
— H ABEER. BaZro1Ceo1Y 0205 IRIEZE 1 um KU 450
nm &ELTZI5E.

3. SEROEM

KRERBEME, 7oE= TP EREDERHEMELTHETHI LI RSN —
A, BIRTIIKREBT7 /—FICSl4 PdEEFERALTHY, BEERLICOEFLILTH#HL
LY. S&IE Pd ITRDIF-HKKRBEORFES, 7O vS3IVvIBREBEEOATOEATRK
EHEL, HEEEFTOERERS.

4. M
(1) B2 5

(HEE)

-HEEMOEFERIKR: AEEOEMIE, BET7OEZT7THEKRERHE MO DRIEE
ERIBTHETHD. AMETIL 400°C [TTTUEZTRBICIEENEREEERT HC
EDTE. HOTHYWDEEZITERSINIZENZD.

"HEOEDS (AREFEAHFHRUOAREDNITKR) . DEEICSVTHETELKIE
[CEN-RARERTHS. LHL2EBURTOBNERYRT CENTEEERD. —
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B ERRORIXERNENTNSEFIRELGRERATHS. AJRELRYE LM ZFER
TEDROINERKTRENHD.

"HARAROMERMR VLR - BENDREHR: EETUEZTHRAMERLLT,
CNFTERTELAN >R REBZRIBTELILE, KFEFVYIT7OEVFADOETKE
BAVINIIDHBDEEZD. FEIRMLGHERELT, Pd [TRHLEYR—RKKREEHE
RLUIEz. CRICKYEERIV—KRERHMEN~NDEHFARIT-CLE, ERIEDBERAHL
LEETHD.

(2) ARHBIEFTE (AARREICOVT, IR FICERSN-. F2RIDEHEETD

BT —F N\ OERFEZ DD UTOEY., BEFFEETo) .

(AR RFE)

FUOEZTIIFFR, BEHOIRILF—Fr)T7ELTOFRALEAFIND, KAARIETUE
ZT7EBRHELT. EHETERIRILT—(ICEBRTE-ODMHBEMICONT, HRALH
BICEBEBEFRELEZIOTHS, 7O CERERBRIEMEERELLTKREAS
BIEZ7/—RICRYF =K RRAKHEEith (HMFC) #BAFL . NH, Z B ELTIRER. B
TORBEZEHEITIDOTHS, BIEMERI—7 v hEL-RBR/NYREICKY,
BaCeosZrYo20; i E DEMAEMREEL Pd LICHFEL, HMFC Z/EEIL . H, B Z AL
600°CIZHEVTHREICHAVEHE ADTOMMAZEFRRHEMDORKEFETER LI, T8
SULFEAE—F VR BT LY HMFC DFMEIIRET IILERET HGLE . RHEMNERICH
(FTEHRTUOY ISP CERBLERECLE R XZMNEREREN, SOICEETVE
—7 % HMFC DEBEFMTEFEILLT -, BFE % BaCeosY0203 M5 BaCeo1Zro1Yo203 5EE(
MIZEZDIEITKY . NH; BB TREICREBETASIEERH L, SHICEEZRFE TS
C&ITKY 450°CISHEULNT Hy AR NH; BB TEE DD FEEBICEHDIL ., FER EE(~
400°C) TOHEMNAIRETH A EN AL G-z, EDBP B M TIIRETH>1-Edx
BEEETORHADERTIRILF—FYITEEOENIZLTNES32DOTHY. F
=3RRI PCEMMEELREL BREMICLFFHmENEIBRETHS,

FLHRAR) AL
(1w (RZFR) FER

1. Y. Aoki*, S. Kobayashi, T. Yamaguchi, E. Tsuji, H. Habazaki, K. Yashiro, T. Kawada and T.
Ohtsuka “Electrochemical impedance analysis of high efficiency hydrogen membrane fuel
cells based on sputter deposited BaCeo.gY0.203.s thin films” The Journal of Physical
Chemistry C, Vol. 120, pp. 15976-15985 (2016).

2. Y. Aoki*, T. Yamaguchi, E. Tsuji and H. Habazaki, “High-efficiency hydrogen membrane
fuel cells with Pd;.xAgy solid anode” Journal of Electrochemical Society, Accepted.

3. C.Kura, Y. Aoki*, Y. Kunisada, E. Tsuji, S. Zhu, H. Habazaki, S. Nagata, T. P. Michael and

R. de Souza “Room temperature hydrogen separation by titanium nitride membranes with

unprecedented fast hydride ion conductivity” Nature Energy, Wait the decision after 2nd

revision.
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4. Y. Aoki* S. Kobayashi, T. Yamaguchi, E. Tsuji and H. Habazaki “Development of a Direct
Ammonia Fueled Hydrogen Membrane Fuel Cell” ECS Transactions, 68: 75-83 (2015).

5. Y. Aoki*, T. Yamaguchi, E. Tsuji and H. Habazaki, “High-efficiency direct ammonia fuel
cells based on BaZrp1Ceo7Y0.103.4/Pd hetero junctions” Advanced Energy Materials,
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MRMEREE 0%

QR)ZDMDAHER (FELRFSRK. ZE . EEY. TLRY)—RF)

FRERXR
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1. HREDRLL

BEAREIRIILF—DI5KA-BACKELENFEONIDIE, EICERIRILF—
Thd,  NEERZIRILF—FTHHEIRILT—FX)TALERT DHEFRHEL. IR
VX —ETR - EICE T AR ZIRETHIEN . TRILF—Fv ) 7HREIZE TS
AARDRLWNTHS, FIZIL. EAEREHELT N, ETOMFETL. TUVEZTEER
TENE BELYEIRIILT—IFEBEICEBN H, JYERE-BHICHRETRELI ALY —
XX YTELTTUEZTERMB OIS 7UoEZT IR —HE 2B ET B ELYE
%, CCTHRONBDTUEZTIE N EH ADREIA D R CEEREE. 77 RHEM
FOFERICEY. IREDIRILT—ELUIF Y ITAERTESLLEEZLND,

AMETE. BR-EEOBUGELET TNETOMN BLUVEFILTUVETEERT
AER=IOT T —EORKEICEB L BROFRAKFEZERL T . BERRICEELR
ONIERFLZOEATHEL, BENGEEYA~NLRMESENEE., fEELLTDRBEA
EEFORBDLGVERIBICENDEEZOND, CCTIE.BRUND N, ETRIGELT
Hond, FH—ROEEMERIEOCERERHERICIIY—RMERELHE TSRL
DO BREFHFLEEEMIFICHBTIHMICEE T 5. HHVIEEHEREADRRE
FRVTEEMEICEELERZEMTIET N, EXZ2EOHELEETRRICO A
BIBRIALIEYRD. LW FEZRIR TEHEHFLI

2. HAERER

(=

BEROFEEFIDO, ENERYEAT I/ (TIEEYETHY . Ko TERERIGEZDHE
AR — RERTHOTL LEZDEETEETTEOIET THS ZEMRIENZEFD
BERXRETHACLEZREIC. AMRATEHZHOEREZS FRICEABLRICHZR A
AT OSRE—0F 1F—T—FELTHEIT. ERDERREBREFZERD Fe, Co VT7RF—
SF° MosFe, EFURYSRA—HFERIEL. TORIGHEERBLTEZ(T—71.2). F
= . BREEDPOIEETSLOICEELGERZERL. ARERLZOFEEALTHE
RICERILTAILT. BEERMEDER-HREIIRAEI—IZLS N B RIGZEAMEIZER
L= (F—<83), &5IZ, Mo-N, $EAZEMEL T, BB FDEF R EMICKZ RIS HEH HE
BREL. 7oE=TEXF V)T ELNBEM TG RICEELGRERED—DOTHS.H.0 70Ok
VREST BT UEZTEBEERLIZ(T—74),
(2) 54

HART—VITHEERURISRI—DE B ERIE ]

EEMICRERG N ZETLT7VE=TICERT OIRGIE. BARARTEER= AT F—
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EA, TEMIZFN—N— Ry ENEOTND, EDRGEHIIKRECERY, -
TRISKRRDELSET THIN ., ELEOCMBLZODBHFTHRESN TLDIERRIERIC
EOVWTRGEMHBOZTOMAETERT L. BIRFEVNILITIEHRD Fe-HIEA N RIGBIE
THLBIED, RIGIZEDHD Fe RFHEESTETHAIZEHFD . N ETREICBERT
BEEZONDEBOBHMMNRONDG, FCT. ChoDEHERBREIEELEWMELT. £
D Fe EHREFERURBREFZERERET DD FHEIZAI—DER -RELZSTIZN,
BLXREA~OFIAE®RE L,

Fe 73REE(K Fe[N(SiMes),), |4 BNER AL F &1 HRRA T4
F(PR)ZEMA . SHICTIREFERYRICERT ZHRSY
(HBpinZ/ERASESH. ERUREF IS RI—DFIREBE
ZEHREL. TOHERELTRE 1 I1Z7RT Fey, Fes 77 RE3—DE
REIZRETh LTz, #E RIEE BT, B NICEKRIEHERE
BENHPIRAEDHAEHLEICKY. ERURDIEZS
R FEEEHEDRL.

Fes, Fes ERUUR OISR A—I. Na DS N(SiMeg)s ~DZEHE R Fe Fe
BOREELTEMITHEEL, Fes V5 R2—EALVHE N\ ° sl 4
21X~ 160 eq.. Fes 75 RSB —DHAIZIE 183 eq. D B1:Fey . Feg V3 RF—
N(SiMes)s BNERL LTz, RIC Fe RFHF-VICHELTEREEZLRLTH. Fas VTRE2—%H
LM=35E D N(SiMes); YRE (40 eq./Fe atom)lE, MEFE TITHESN TS Fe il RIS D
TRLKEV Fes, Fes 75REZ—IZHLT. N, FEK T CTHREZEDELETHIZERTRIG
SEBEDEOTUEZTHERMLI, ECDEERMERD N, METSA TSI EE,
N, Z ALV ERLAIZ S RERIC K YRR LTz, BMUOBRLETAIDTZAE T TlE Fes, Fes VT RA
—DNBEBIHET BT NH; ERZEIEHUEIT=D, Fes VTRFI—EDET DDEELE
TLHID RIGX . Fes VTR A—& H,SiPh, D RIEHS, Fes, Fes 7T RAA—IE PRy B KU H, i
BLTHOFPRO Fe RFLICRISEZELHIENTEREIN[S. /KX 1.B8E],

Co 7XMEE{K ColN(SiMes), ZHFELET B, BRGIT \
RE—BRRREADIE. FEE®D Coi, Coy 75AH— ey Coy
E/\EAE®D Cos VF5RF—MFoNT=(K 2), Cos V3
RA—IF N, EFTRGEO#MEEL TIXBA LGN >T=2D
D. op-FEEFAILRZII L EYERZZET(EFODY
W) T B9 FRE S L TRIKCEZRHLTZ[5. 3/ 2.
S,

BWREHEERTINLD Fe, Co Y5RE—IE, Y4
AVOBEICHTDHIERT/IHFILELGY. EBH
PBENRESNIDFIELTERAIEETHY. FiL
LWMEEWHTI—EFRHELLHVES, K2 :CoV5R2—

MET—<2[Mo-Fe ERUFIFREI—DERRERIE ]
BART N, DETEESERDEMPIL FeMo—cofactor (&, £EITHEELT Mo & Fe %
EUER-HBEISAI—LEMTHD N, ERBTHHEIARICIE. BEBEERYRERAEF
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Fe-H-Fe NEMEFEHETHEEZLONTHEY., ZOFEEISAEZ—(XZDDERYREF%
H, ELTETRICEBE T BEEHIC Fe ZRIGMELT N, FHYAD &, A LFRERDFERIC
EOVWTEESIATWS, ZCT. FMHERED
FeMo—cofactor ICEWTCEELERERTHD Mo,
Fe, BLUEBERIRBUFEELITRI—ENF
BRL. N ETTRIGERET Lz GRXERT) .

ERYRZALTEIRMIZ Mo & Fe Z&EfET 51=80
[Z. Mo ERKREE{K Cp*xMo(PMes)Hs (Cp* = CsMes)%
& . Fe[N(SiMes) ), e R LT B REERET LIz, Chid
D Mo, Fe $AZE RS D&, Fe—N(SiMes), EIZ&D
Mo-H DR 7O LA HEFTL. 8 DDERURERED
MosFe, VTR A—MAER LT, F£f-. Mn 73IFEE{AEH
WARIBED KGNS, MoMn, 75 R3—( & /L=, &
SIZFA—ILHSREEASEBIET. MosFe, 752 E3:Mo,Fey, Mo,Mn, V525 —
A—DTIFERLAFEEBRL, VIRI—BEETRFLLFEFAST—IEHEDIIREI—%E
B LTzo MosFe, VTR A—Z A AIEE AL L THL. N, REKR T . ERTHEEIED MeSiCl &
KU Na ZMNAT=EZ A, MosFe, V7T RA—H 1Y) 60~69 HED N(SiMey)s BERL LTz, Fi=.
Ny EEBFBEDAVLTZREREBEL T MoFer V5 RA—IZERS BB AICIE. Ho B
HLUDDAVYY T ZREERLMEE  MoFe Z#ZEBANERLI=C LMD, MosFe, SEIKIE H 1K
HLTZ# MoFe RIGEMIBEELDEEZOND,

HET—IIMERIEME Mo-Ti-S VS RA—NDEHE N B E RIS

SE-HREISRI—THH=,OT+—EF MRl FeMo—cofactor [£. A /oM il §
BE NETTHBEZE RS, Flz. CNETERSINTELEE-HEIZRI—D5E. N, DIiETT
RIGZERIETZELHLDFFELGEI -, AR TIEHE
KDHMREHETHET, aAfUBEEIRMEREADT
. G5V BB EFORILETEHERTHITIRI—
BEDHA. PNIETHEEERIRT S LETEETHLE
ERLI-, ZITER a), ERBTITRI—DFEH
AL EB-REITRI—I2LD N, DHEIRSET
MARETHAHIEEFERL = (H4, RmXERT),

EXEHTCTHBLEVERERE-REIIRI—
Cp*sMosS, 8B EL TR, ThFh 1 HEDETHIE
TiCly(THF); ZIERRIESEAHIET A ARBEEREE | »77

S i “,J -
D Mo-Ti-S 5 RAZ—%EB LI, SLIZ N, BESKTFTT ' Ti-N=N-Ti

( 7 N\

EFHEMZT T LD O £BEL. Ti LIZKEA%E ¢ H
REICRESG LD, DD H KRB EHRIZEY N,
NH. ( N H,)

ZHIELTz Ti-N=N-Ti 2SR F—hE/LI=. 2D N
ERATIE NN —EFESEN-N B S D DREEEETHS

X4 :Mo-Ti-SOSRHE—
2k BN, E ML K
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MNEHLNTNDIEE, D FREENDROHT- N-N EERLESVICEBS TR NSRS
1= N-N fiEiRE M o iR L=,

Ti-N=N-Ti ISR 2—ZBEI=ED H,0 ERESE =LA, TUEZT0.11 eq)BLUVER
S522(0.68 eq. )N ELT, ETTHI KCe Z HFSETN-NEEZEIETT 5= DEFEHHET
BETUEZTODERMEN LAY 100 BEDKC: HEFTTIETUE=ZTDERED 121 eq.
ICERLERSDUVEIRBELG G2z, CNODORETELST7UVEZTRERSDUMN
Ti-N=N-Ti SMIICHEKT DI EIL, "N, Z RV AZ SRR ICE DLV THERLT -,

NoDFBRIX. BREMEDERE-MEITAI—I2LD N EXRECEHMEISERLT
NHTOFITHY . F-HERBRICLELGERZEL(RBREIEHIETEREME D RIG
MR TELILERLTVD, KR DIERZERIZTT—F/ v I T NIL. FeMo—cofactor
ZIYRAEL A A\ JHEICIET O 8L LS ORI HEE ISR, BIC N, ETiae LBEfR
LEVWEBERELTNDILLHETES,

HAET—IAIN-~NTORDILADEHBIEL AL F £T 5 Mo(0)-N, SEADE R ET AR AL ]

RISEIMELN, ZZETT B2 BEAMICERBEAVIRELHY .. TN DFHIREET
[CEALTERMLBMRZBIEMNNL. HRLAEBBERITRZAVLT N, BAMNERINT
Efz, B THEMo I N DE M R EZFHMICERT BN SBAICAVLLN TE , $FICH
HHINZVDIERR T4 BEHBELLF ET S Mo(0)-N A THY . ZN5D N BLLLF%

TORAELTTUEZTRERSOVICEMTESENERESN \
TWALDD . BREEERLVEITNIE N, DT O LR TH- NZ*MO\ LMe
fz COTIE, MBERMFOBFHEMEBHTNREFORE | P>
HAEEM - R ZEHSTLEBIELIz, ZOHER.N-~TO N &\
BAILARUINHC, LT LRZEHED Mo(0)-N, &K%, SRR D1 8% % H,0
BORXRDEATIIRHEZ>f=. H,0ZTORRETEN, MNST NH,
VEZTAQEBREAREICTHILERELIZ(E5), >

5 :Mo—N, &K EH, 0D

NHC BRHL FZE D Mo(0)-N, #24K trans—Mo(N,)»(LR)4 (R = Me, Et) RISk 7 T TR

[E. N, BE SR T T MoCly(thf), [Z NHC BRI F LR B KU KCs Z1E A
SHBHIETARL. TEZD2D Ny AERRLLT= Mo(0)EE{R mer-Mo(No)o(LP); [, #HBNER AL F%
L [IZEZ RO RN/ LNT=, NHC BRI FDBNEFHEMEIZKY. ThibD ik
TIIARRITAZF DFALUBARIVLERA N NBCEREIEIN TSI EE  IRANINLTE
BlEN 2 N-N BfEICE DN THERELIZ, 2o D Mo(0)-N, #84KIZxtL T H,0/THF jFi&kZE1E
RAEEEIH,. FUOEZTHENEHN 051 (L), 063 (L), 0.73 (L) HBEAL.ERSDUIF
£ LMo, CNODRIGIEFEE ESI-MS ARIMLIZEYBIL-#ER . RIGLERRET
[& H.N-N=Mo SEAMNEL, RIEMIC N RFEETE DT 0=Mo-OH FEIKIZIEEH I EARIES
nt=[5. @wX 558,

TUORZTEIRNF—FYIT  BHEEHNETHIRILF—ERERILSEIRIEE
LTIE. hY—F#8T H,0 BEDTOr ZRNT N, FEL. 7/—F#8T H,0 #E1ELT
0, ZHELBHDOMN. EELWMEAEHED—DOTHS, KAAEDFERIL. H0 ZFAL-T7Y

E=TERESBNISERT 5O OERMME LD,
0
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3. SHROEM

BREENCEEEROD. BAME 0 —RMEDOREERZRICRY ANTEAHETH
- ABLEEADBBERIIRF—DF(E., +RICHEVREHEETRT EARALACLEoT=,
HOTAMETHRALEZIO—FOARAEBREELNEEZLSNDLDD ., EEOFAE
BEHFICAND LT VSR FNBEBICHBLEFMITROEIIEN . BRI REXH
BRELLTHESNTVS, SRORBRFAELTIE. VSRS —BEEZEEEBHT A LTRIESLE
BEEMEMNET S, HAWEBELGRIGBEOBEICEN DR FRET-EREEDLEN
BEELEATVD . REMZEMNETHILE A TLELIERIGHEDETEZBLEIZEND
A AARTRIRL-ISR—LEPHOBVREHZEA AN, TEEORLE BEIC
EBLRIGEDOE T, BIYEVERSEETFITHEEEE A TS, BNV RZMAILE
PORRICNZ ARARTRHRONEOADERZMEEIHAEHESET, BHIE
L= FRECRE YAV OREEESD . ARERRSE TITEL,

4. M
(1) B2 &M

(EE)

ARRTIE, PUEZT7EIRILF—F VT ERLGT IRILF—HIEGRIEBLLTHS
(f. ZDEBEMELGYFS N, DETREEBEEL BRI T—EOHEEEHE
DAYOELDDH HONDEERTFICHT HIRMEMEZEE . SOICKHEEDRHA
THHELDIKY DEENIZIHL T, BEBMNICHRBDTAT7EHAATIET, LR
HERTEBFDLGENEREITIRAFI—DFEERIEL. No DD N(SiMes)s NDEITREITHELT
SITHIERB R HARE AR RN A ZE R LTz, 512, BB FDOEFEHEMEIZEKY Mo-N, &K
DOTOr BRI T DRIEHEEHHTELILERL, FBREEFOEEBT IEE-H
BITARI—IZ N, ZHIRSE T VBT ANETLTESIEE HRITEBRIFTTRI &I
Lize 3o DHRTRIS— REMLTRZRZHNLTREF LT 50O TIEEL, BRI
WMWELEZONDERFZELEZORATHEHTICEOEERETT . BULMIIZHEDEERDS
nd,

AHARKLYFoONT-HEDE DN IR ERPLELS, FIZIEHART—ZIIRIERFE
SHRTIXE VLM Z (T, ISPAC 2016 Lecture Award DZEZHEU DUV, KAEEZE(C
RESELHILT.AMENLGERBEED N FEBREHLMNCITHILLAEEEEAOND,

(2) ARMAE T (AARBZEEICOVT, REFEPICERmSINT-. F2RIDBHEZETD

ST —F N\ OERFEZ DD UTOEY., B&FFEETo) .

(AR RFE)

AARTREIRLF—Fv)T7ELTEESNSTUE=T%. BETERT H-DDERE
EAMEDORREREENEL EHOERES FRICEH. EHOEFFRAEFEHF IS
RIS EEZ R ZT - Fe, Co VS5 RA—HDF O MoFe, 75RA—HDFHER L. FORIGHEEZRE
Lz KAMIRED SV EAREBREMICEOVWTEARETERSN-EEEAFIVLTLD
A=Z—JTHEHEGHFEEZEALTEY. BEMICHLZOFAENTFHEINTLS, ERLT:
BARIZRAI—EFRLIZEBYBVWREHEZRELTEY., - 8BARISRI—DEE. &/

det it
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[CEVWTEEMECEREETODOBETMEEADERERLL TS RAIFI=—VTH
B, Ny IZR T 2EVRIGHEFRRTE, IBOEEAKRIZE>T NH; DERABREIN A KT
MTE5, —A. BLWRIGHELSRIRFICAHIELLTOREEDEELLESEVNI A TRELEL
BB ELALMCH DTz, EHIC H,0 ZTAMRETEZT7UEZTERRIGICOWLVTE AT EE
HERTENTE -, AR THONT-RR T LDIBIT 7o EZ T ORENEREVNSE
BROBIE, +REEEERDILETEGL oD BREETT IO DEAREHCEEY
SHBLGHEABORARICEHUILTEY ., EREBHEAIPHFTOUMEIEIKRENEVNZ D, B
D Fe ZEBLISAI—MD, Co H5RA—_ FeMo IS5 RSB —, MoTiS VSR A—ER R IR E
EZTRELT. TN TN THENGRIGHEEN TGO, £z N, ETITEHGHLOEE
OHETEAREET, FERLERGICERTESRELASL,

5. FUHHEREIAL
(1) Ew (RFHRX) R

1. R. Araake, K. Sakadani, M. Tada, Y. Sakai, *Y. Ohki, “[Fes] and [Fes] Hydride Clusters
Supported by Phosphines: Synthesis, Characterization, and Application in N, Reduction”,
J. Am. Chem. Soc., 139, in press (2017).

2. *xY. Ohki, Y. Shimizu, R. Araake, M. Tada, W. M. C. Sameera, J. Ito, H. Nishiyama,
“CogHs(PPr3)s: A Cobalt Octahedron Having Face—Capping Hydrides”, Angew. Chem. Int.
Ed, 55, 15821-15825 (2016).

3. K. Tanifuji, N. Sickerman, T. Nagasawa, K. Miyazaki, *Y. Ohki, *K. Tatsumi, *Y. Hu, *M. W.
Ribbe, “Structure and reactivity of an asymmetric synthetic mimic of nitrogenase
cofactor”, Angew. Chem. Int. Ed., 55, 15633-15636 (2016).

4. xY. Ohki, R. Hoshino, *K. Tatsumi, “N-Heterocyclic Carbene Complexes of Three— and
Four-Coordinate Fe(l)”, Organometallics, 35, 1368-1375 (2016).

5. %Y. Ohki, K. Aoyagi, H. Seino, “Synthesis and Protonation of
N-Heterocyclic-Carbene—Supported  Dinitrogen Complexes of  Molybdenum(0)”,
Organometallics, 34, 3414-3420 (2015).

(2) e HiRE
MEMEREEH 0%

QR)ZDMDER (FELZRFER. ZE. Y. TLR)—R%F)

FRERR(KE-BFHEE

1. Yasuhiro Ohki, “Synthesis, Structures, and Reactivities of Iron and Cobalt Hydride
Clusters Supported by Phosphines”, Pre-ICMM 2016 in Nagoya, Nagoya (September 2-3,
2016)

2. Yasuhiro Ohki, “N, Activation by Bio—Inspired Metal-Sulfur Clusters”, 19th International
Congress on Nitrogen Fixation, Pacific Grove, California, USA (October 4-9, 2015)

3. Yasuhiro Ohki, “Toward Structural and Functional Analogues of the Nitrogenase Active
Site”, The 95th CSJ Asian International Symposium, Funabashi (March 27, 2015)
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4. Yasuhiro Ohki, “N-Heterocyclic Carbene Complexes of Transition Metals Directed
Toward Small Molecule Activation and Transformation®, Japan—UK Joint Symposium on

Coordination Chemistry, Chuo Univ. (September 17-19, 2014)

5. Yasuhiro Ohki, “Synthetic Analogues of Metal Centers in Nitrogenase and Iron—Sulfur
Enzymes”, Gordon Research Conference 2014 on Iron Sulfur Enzymes, Stonehill College,
Easton, USA (June 15-20, 2014)

%8

1. Yasuhiro Ohki, International Symposium on Pure & Applied Chemistry 2016 Lecture
Award (August 2016, Institut Kimia Malaysia)

Z1EY

1. RKKFh,. TBRARICE 7V E=T7ER(EREBEEIL)DILZHEREZICHITTI. A
FIZ74A4242H)L 45(3), 33—-40 (2016).

2. KKFsA, I=haSFF—EEFEPODBELEEIZREIT SFER L. Bull Jon. Soc.
Coord. Chem., 66, 26—-30 (2015).
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R B EE

METHEIILX—B%-CO, MR RO ER CHET=T7 U E=THREHE 2 R It
BORER )

1.

i, BER
ZE R FRR2FE108~FRK295F3 A
M E & N F

MEDRLL

AHETIE, IRILF—FYITDEHREDVEDTHITEZTIZDNT, TR
FMAIEET 5. HBEONRESMElE<Y,/070—)F7o21(LUT. 490 T7o2) %R
WE KB AR R - RESE  ERFEATEHARIEH KR (CTTIX 1000K T2
E.UTREEK OT7 U E=TEXFHETREERRT S, Bonl-E KFHEOERIERERIT
[CRIALDD. BMBEERICHEE (ET L) ORXEZTISET. BIVELF—EBX (R
R)TORZTRRRDEAFARICHDERARGEBEREEZITS.

FUERZTISBRFERFIC CO, ZRAELL S, REMANTAETIRIFLERERE
RESLIUVERFEER-EELYVOSVWVEAFRELVSEFHEAAEHLELILET, FHEE
I A53BEMRIRIILT—ICHLTER/NTURE CO, 7/ — 5 KREIZHHTT 5L
NHFEINS, Z0EH. PoEZTHREMNRIFEROIRILTF—FrIT VAT LIZENT
BOTEELGKRENEES BTV F—IBRT7TOE=7RBRESROEETFARICIL., &N
PRRBELRHICFATMRELCREAENDLEFARTHY. TOFARETERLLD
RIILFE RSB DR EICIKEFET 5.

— AT TUEZTITREMASNI-EREDN T LA L ERERGEHART —2ELREMNT
Hbd. 2ELREFAOEENS., ZLORBRIGICETSIMEIEFET HH. BIERIEIC
B3 2MENRENTH S, HIZ. BTV F—BELREN BRI TEELL 1000K FBED
FEBFICHITEBEIFEE. TOEZTORVREHEDF-HHERARAZDERAINEET.
HEBRT—ANEBVVKRRETH D, — A RBDOIA/OUT AL, RIEKFREERAL
ZLDFAERT, MBALEDKREBEIBIZELTREAFEEFTATTEETHSHIE. CO HED
RISEDEWNRFICERARETHASZ L EEILTE -, AMRTIEHIDOTAIIRA) T U2%
BRI R ICEB ORI CARGIEFERET —ATIB TEASIIRE -RBSE. ThEALV:
PRIGE R ICHERE DIREE - BAFEZEET S, Lo T EEBF MFENRISNZTOE=THR
BERICEBETREL. 7OE=7RRBORHAKICET IEARBEELZANLT S,

e TS
(=

FUOEZTRRAIAUTIZEEEL. CNFETORIEKFREERORKERERZIC,
1000K FBEDT7 U E=ZT7EXFHERAIRILFFHM TELIEEMEL. v /A 7 OADER
BENRGEDEVNTUEZTICHEAARETHAZEEEIM Lz, v/ /AUT7 V2D HER
BREZAVTIYVEENICRRRICHEBORIENERTEL LI, v170UT7I2RDLE
BRESMETAZREREL, <10 TIINOBRIERIEFDH X%, in-situ THEELS
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TRIGEFRETHL TV TS EBMEY LTIV T EERFEL. RELEY LTI TEE
HESMEEMATHEDIIET. 47OV T7I3AD NOx FEAZET SRS HIILF
HORESMTAEZRBRL RERIGESNA—RICEESNEZTOEZTRISEIBZRANT
HEHREZTV, ST ERREERBERZERLZECH BIFOT7 U EZT RICHB L EER
HREZBEET. 100K BEDKERE XFEEXEICHET ILERERHL- RIGE
BEETERERNICEY ., HEFRORESMICHENKRE MO RIGEEE R DT
AENREVEREEREL. ChoZEHTHET. ERBEREBE T IMRBERICHEZ
BEL, &=, SENBEXRENFKEICOVWTHEBRTHIET RILLVNEEDE X FEE
BEYOIMBERICHBEREL -, SoI2 BRREEEICLEE I HIET. BREEED
WA DR EBRERY SMBERICHBEREL .

(2) ¥
MET—< AIR(90) 72202 T O TUEZTICH T 5 & BIEREL
CNETRIEKFERRIZ,. /490

TOATEHRINOIMBANRIIEFEXLDE Tw (K)

BRICHYT D, EOSBEEERAL B U (om/s) L

BARDOISE RHEED/SA—4Z =

EIZHT HMBARRDAECTEL/N2— 50

NEBETHILET. EREFHEOFMZE 45

ToCE. ZOAVETMNTUEZTE 40

LS. RIEKFRERELIRIG DRI DHR 35

LTI R Y THAEERIILT-, 30
FOoERZTHREBRARAODTIIEEE 25

L.ZNhIZHELL 1 OT7VE=ZT7/ZERF 22

BEREHBLIEEDONLEBZEFR 1 20

[2RT L, U7V2AODERETFHRE 18

(UTF.BEIIRF)DEIIZIELT, =& 16

HOXNREENERIN, THHE, 15

=R (iR 25~55 cm/s) [THELTF 10

BMINT-EE XL, PREFEE (15~22 g

cm/s) [TBEWTEKREERTRYIRT IE 5

EE KK ALFHEREL (5~10) [2H L TH
BURDBBESNTI-, ChoDIEE TR
BORAE KB CTHRESNMERER—THD, THHL, Tz TIILHROTISTL—3
VISUFHIERBEEOEEKRE. FRETSVFNFRRELBDIFESE KL FEXT T
FAETREEDWEBRKICHET 5, COZEND, TUEZTITEWLNTERA/OY T AT
BRINIMBARTERDEERITHET HENKRRMICHER S, <4907 o450
VETITTUESZTDEEE X FEETE TS LD R UMEAEREINT, [6. /X 1.5

]
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MET—IBIBMEY LTI TI2&BIAID)TO2RES T RIEZDRF

TUOEZTHBAREAVTRABRRICEEBEORERE XNFEOBRMEERIIT 5I12HY.
HERDNRMEZRRELIZLHLBEN O EFREEZRHRELILEEICKY . EEMRREE
FIIOTEMNMBEFRAARTHS, T T RA7BYTIFADBIERIEFRDH A% in-situ T
BEE ST RIGEBETHUTI VT T EBMEY TV EERELIZ VT IVIOREE
DRI IZHEFE 100um OMPNARTO—TE/FEIE. 72— AFxvES—ITHERKL
=% ARADWHIZEALI, COF, FrET)—DMRE (5~500 um) ERE (B cm~% m)
FRBEIETHIETHULGEBZUTIIESMBOMICEHEL,. Yo TILREEHIELI,
NIZKY., MBRXEDBNREFHELIS., SHIZ—Hi~ ZHHIEVLVBHM/NREY TS
FZEELIz, TO—TJIEY VTN ENSELICRROMEBGEEER T S5LSICBREL . C
NIZEY . HoTILENEAADEBEIITO—TDEREIZERLTAEITETL., RIS ELE
EERBEL FRARLY TG REAVICEAL. TR L HEEREEL,

RFELIY T T EET7OR=T7ICERL. 7VE-7HBARDOBES MEETHAIL
fzo BADNBRINI-GEMET,. TUOEZTEBZNFDL. KEKHSENTIRIGHE
AT BT ENTE =, Tz, RISTFDREAERMEL T, N.O HLU NO NEREEESNT=, N0
FERIEFOHDTREIEM-FEIOL E—VERBELz, —A.NO [FHhEERMELTIE
MEAERIN, REH FRAITREICIEMT SERZERLZ,

Bon-HARRERRIC. BEOTUE-7TRERICHEEBEZAVTHRIESEETL. &
BRERELBEL-. R 2(CH0 R DERE LUV EERETT . ZLOMBRIGHEETR
RSN T . RIGHTHET HRICE L OIZEIZEL TS, Konnov 5HFEFELIZET
WIEREFERBELTWSD, ZOMEFERERLY KRBICERBICMMELTNS, T
5D PRBER IS HEIE Taim (59 2000 K) DE KENBMZHET L. EWCEBTh—HT
DEERNBOND, — A BEOBENENERBIEENIKEELGLEERL., B REH
BOENENBEROREETA/AYTH2HO HO ELDEDPKIFZFEILIEEETRT .,
NoDIENL, BBFETUE=T7RBRET IILOERE XFHEIEKIBICHET ILENH D
LERHEL=, (6. #wX 1.58]

c 03| 1200 _
o - X
whd B e
g 02: 1000;
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o 800 ®
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ART—< CHERE KAFES RSN =7 E= 7R RICHEIEDRIF

BON-ERERZBEITIMBRICET ILORARE T oz, METDER KT IRTE R IS H
& NOx RIGHEB DA EHE(Z, Konnov SRR LI RICEEENS N LFEFEICESET
SERGEEBMLz, B8t T—2(Z1L. Gaussian KB EHRREFALV-, ThER—XS
AN RIGIRBRERTERERBFZTV., FEEEAFRICHITIRRIEDE S LML=,
TOHRR. ZREDORIGEEEHDRENKREFEEDELMEFEFELL T, N, {LFFEICE
BIORRETHAZLEEZRH Lz, INLDRRIGIZTDONT, RIGEEFE RO H B XXFRE
EY KYERBREZBEHIORRICEANBZ =, BHRDFIBZRBLEREFICHLT
LEEL. B RFEL T TN EBRRT AIENTEOIRBERIGET IVERET ST
EMTET,

3. SHRDREH
SIEREBEL-MBERICHBOSISLIERELLTED S, F-. R RERILKE
EDRBEHITIRL., FYERITHAVWEH TRIISN AR RIS HEBICE H, EM6EES
DFRFFARS IVUEBAEICFALTESS,
AR THRELLTARETVEZ7TRBELUSNZERL. RAEKFR R O REERIGH#E
DELLELERELICFIAT .

4. M
(1) B2 &M

(FRHE)

RAYAYTHIADERI TN TUOE=TFICICRATE . BB LLETAT7HEITE
tzo Ttz BLUZKBD H--ELD D BH/NREY LTV T ORARICENTHIENTE
1= DWTIE. 740 7O TILERRERZEEL. ChETICRRRICEEBEZESE
BIZEHli g A EMNTED RS- BET UV EZTRERGEENT/ID)THEDE
BfERE—BMULGM oI LE, o TV ERE KICEAT SRS T+ THAIED FE
MR LR TIERMN o1z, FRULICKEKELGSTUWM2OIZ, BT ILRAFTE# ML=,
L&, BBAKRRIGE NOx RIGZETTIZHEEL, —EF T L7 NOx RIGHVERE KICEES
RIFLTWASEFRLEA. BRIIRVERTREYILA., #1212 N L EFEAMEIRE KIZFRLY
HEERITIIEEREL - BRI BRBLIWEEOEADREHFMHEBRTESLHE
TIWEBETHIENTE, B BEBITERTE

(2) AERALIE T (AARZFEICOVT, ARHFPICERSINT-. F2RIDMEHEZET

B4 —F /Ny OZEBEZ DD UTDEY., FEFHHEEITo)

(AR RFE)

FUOERZTIEFRIRLF—Fv) 7  BELLTOFRAIFEESNDS, CNETTUEZT
DRFEET LN EENLIEBNOIIBREREEEICEAELIZLDEH M. TUOEZT R
[T E LR EX OB I+ 59 TG BRBRORERXTIE+2ITTUEZT7 D MRBEE LR
TERW IRARF(EREEI S RICKFRBEICHLTRARE. ARLTERT//Q)TI3%

RAW-BREEETE. 7o 7REICHERL. RMBIEEREO SO SHT-HETILEEEL
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fzo COFEZERLNIEL 1000K BBEFTOT7UEZT7EMEMEARILHMETESLEHEDR
L.RA9BUTIDERBENREEDIBENT O EZTICHLEHATRETHD I EERLT=,
A4 T7IADHBRBEREAVT, JUVEEMICRRRCHEBORIINERTELLS. 1k
FREEESMITAEEEEL, v//0)T7IVANOBRIERIEFDTMAEZE. in situ THZEELS
THOTVTTEBMEY TV ELBEENMICLEEHREEEZROOMFEEMAR
FTEEERBBTICL_— VB FRERBICHEIL Lz, RICEHRAENTEBRERTICEY. &1t
FHEOEEMMIIBZENKE D RIGEEERDOTENSNKEVRERGEHFEL. C
NoZEHITEHLT. ERBERZBR T OMRRICEBEREL -, oI, BAFHELETT
UGBS ZBIR T AN TEAMERIGCETIILEBET HENTEIEE. SEDT
VEZTRBBITO L TEEGRRTH D AETUOE=TREEMOTOD /b THEE
SNTHEY . KEEN+ERATELLD LTINS,

FLHRAR) AL
(1) /X (RZFH#R) FER
1. Hisashi Nakamura, Susumu Hasegawa, “Combustion and ignition characteristics of
ammonia/air mixtures in a micro flow reactor with a controlled temperature profile”
Proceedings of the Combustion Institute (2017) 36, 4217-4226.

(2) %R
MRMEREEH 0%

R ZDMDOBR (FELFRFER. RE. EFY. TLRY)—R%F)
2E
1. ft F, TRRIOTNT STERICKHBRBERICHEIBOMTL, Tk 28 FERFREM S
HFOXHHERERE (BEFHFEE), 201644 A 20 HZE.

BEEECEN)

1. Nabiha Chaumeix, Hisashi Nakamura, “Regimes of Overlap: RCMs, Shock Tubes, Flow
Reactors and Engines — Complementary Measurements / Insights into Differences” 3rd
International RCM Workshop, Seoul, Korea, July 29, 2016.

2. Hisashi Nakamura, “Towards chemical kinetic study using weak flames in micro flow
reactor with controlled temperature profile” 3rd International Workshop on Flame
Chemistry, Seoul, Korea, July 30, 2016.

AFEEERN)

1. % F NBEESAGIEHTAoO00—) 7R (2&3KERE O RICHTHEEREE
FILEREE], LRI HF4S &% 48 EMEKRE, 2016 4£9 A 8 H.
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1. et F NRESFGHIE<A/07— TR L5370 E-RBERICEEORILL, BX
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R B EE

0TIyl arz2RBT57 0 E-7REMEOMERET LA

1.

WELE247: BER
ZE R FRR25FE 11 B~Fp295F3 A
M E &F: HIE Bt

S EAOE A

AHETIE, NH; Eh—HRo D) —LGRBRBRBELTRED (T, RERPRBER L F A

THLETEELLGDRFRMBEDOM B RETEMHILT 5. 7% NH-EXEERZEEN SOAER
AL >TRIGEIBL. RELGSRERERBRBEFZRT L0012 GEEES T L 6HE
1 DM ERIHT B, Thermal NO, B LU Fuel NO, DAEFEINZ . N, & H,0 DAERKT 50
ISV avEERTA-HNEEET) — DM ERT 5. EEIKEEIC &;éﬁmia))%ﬁﬁff%;_
ZREMTL. AIEERZ S MICAERAT L LH (. MIEEREHIC O — R\ oL TEHR DT R

5, ERICITABRHDIZEELAELLY NH, %iﬁﬂﬂ&id)&ﬁ%b\bmﬁLE%%%&E@&%EE&
STOFEEMILT, KD NH; MEHERZERTHHLLLMELREL. BERREIRIL

2.

—=SEFRAMEORRICEERT 5,

e TS
(HE

L RBRE OB OHEEEBIEADE., SHIZIERERFHAREREZLEAFTICAM-BE
AREIRILF—EEFRALE~AOBTE. EEEEICHET IREERETH D H. (T2
—URIZRIFILE—DIEHTHID. RILHARETHS=0. IFE-BELZWERAET v
TADEMMNNIELEN D, B TH Haber-Bosch JEICKHRIRIEEEAEHAATEEAL NH; (X H,
BEABVL RENBEHTHAH( MPa K, EiR).

— A AHRETEH, IRILF—F )7 THAHNH DEBELTOBVATREMEISE AL,
NH; [ BABEER 380 kd'mol ™' DAMAMEH X T, AV PEMEORERHELTEEE., ME
B MefE. K ARBOREBKATE., AR - A TIRIGFIATE S NHs RBEIC K> TAERL
T % Thermal NOGERE XAV UV REHRIFEICE > TERT HEELIFIZFLL, — A, FEirEL
TId Fuel NO,ZE BT AERMENEL MBEHLTOUICREREMEVL AL ZFEITO NS,

LEDRBZE#HLNH; DY) —BEELTOREERZ S O 510 | il i A% 0 @& A
ZERL, fERGE P REELAN-EREESYZAEEBICHEL TELSIRARSIC
FOTRESIN-[EHFBRFKBEE V. AEREREZ S O NO, E T BIMI IR
THEHMGREMELTRAT AR FESRIC 1990 ERETITERICHT SN, LHL
EAS  NHs BRFHIR T HBARBITEETHY . AESFICEERMANMREOERBIEFEN
%, 412 Thermal NO,EE(XIESTH. Fuel NO,ZERTDIRIMNH D=8, hEEET S
IR SR AT N RCROON D, AT TIE. CNETOMERETICBET 2R LM EREAL
(5. #X 1,25 8], FLLRBZIY AN TSR NH; BRIGEALE DM R ERETITHE T 5,

LLEKYRAERTRAFKT HMRGEAE D BAZMEEZINH: RBEFIRIRERE: 200 CLLT .
[N,O-NO ZERE: 2% LA T I AT - it Zi%: 900 °C x 500 h MLIBE L EREMIFIELT=,

"”‘hf
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(2) %4

MRT—Y A [BHEEELIEYID NH; fRiE RG4S ]

NH; DIERPABEE NO, B LU N0 DERINFIIZED T EREEBHIEYEFIERLI-. £EE
1E¥ID NH; SRR BEE S, BERBRBRIGEEZRAWTRERETRHELZ(10 Cmin™,
1.0% NHs, 0~18% O, He balance, 0.1 MPa, W/F = 50X 107 g'min-cm™®), AR B EIFE (L 1 =

(pOZ/pNHg)exp./(pOQ/pNHg)stoichiom.—cﬁ l/f:o
Eimtb(A=

DIZH 205 E FUVEL NHs BRBERS (X, £ 500 CHOSEAIELT=AS. ETIL

ARIE D Pt/ALOsZFALND EHI 270 CTHBRIGHEIIALT =, TIBFEEBELE YD NH PABETE

4% Pt/ALO; EELEXT B & Ag,0 > MnO, > Coz04 > Pt/Al,03 > CuO > Fey 05 =
SOMNT-NH:BRIL A 10%E T HRET0E . EBERIEMMO) M LEER(0)
- M,0, = MO, + 1/20)I=xtLTFAvkLT=
[FAELMERZ&H>T=Z &M D, NH; R

Fol%ERLT=, £

# 1mol M T AN ITURILE—FILAH °
(B 1), ZDHER. 5EFEERL-ERBEHIEWMIZTEAH °

BREHIEERE-BRAMBEEEEICK
FIHEHTEINDS, T 5 . NH; fi
WEMRBEIL CH, BABE LB HR. Mars-van
Krevelen ##&& L THITT HRIEEMSED
RIEEIND, BRIBEIFH(A= 24)IC
HLWTH, FLOMEEIEDLNT,
— A ERYEIREICOWTIE. £

0

200

T/ °C

600

V2,05 > Ni0O

0790

1Wt% PYAI,O,

.Mn02

Co;0,
.3 4

non-catalytic

°
Va

®cuo
Os

Fe203.
Nio®
WO,

CeO,
ZnQ ®
L J

®Nb,O UJ
Eu,0® SnO. 7

GeO,
.MgO

BEEEME Pt/ALO; SHIED LT D s00
BETH BAEMTFBRIN, ERRE) 0
[CRLT NO DEmMAROHLNT=, L
MLEHAS | BE1EER(Cu0,)®M NO FEiR
RILEBEHMODTRLEMESE

wL1=[5. /X 3B,

200 300
. AH’ / kJ:(mol-O)~!

1 £EBIEYD NH; BEEEE (T & £ DB M0,)
MoEFO0)ZE 1 mol METIEOIUAILE—ZL

((AH° MO, — MO, + 1/20,) DARS.

100 400

% T—< B [CuO,/10Al,03-2B,05(10A2B)fi 55 0 BH F.]

= N EIRMZERLTz CuOIZEB L. A DRIKIZIHELTz CuO, D NH; il lEATE(A = 2)

DEMES SV ERYLEREERFEMICTAR=ESA, RIEEIE(10A1,0;5-2B,0; = 10A2B)iEH
CuO, I AMth DIBFAMEICLER T, BiFMHES N BIREERI EERE Lz, £ TMEL
HEFRDzH. EXRS 900 °C
X 100 h A0 I #% (aged) O
Cu0./10A2B D BFfit&EE NH; |
i PR M E IR T LTz,

2 [Z Cu0,/10A2B(aged)®
HAADF-STEM/EDX &%~ 9 ., #&
RIEDE LI 50 nm D 10A2B £
(28 nm DUSRAI—RAIF DS

SEILTHEY.EDX HHFLYEFD

2 Cu0,/10A2B (aged) @ (a) EDX & (F:
E?&EH‘G‘?TTT%F)TG) HAADF-STEM {&.

Al-K, #: Cu-L) & (b)§

""‘hT
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AL Cu ZEA TS EHETESINT=, XRD B XU XAFS ICKDIEERITIEREERTHE.
FEEZED CuO HNELIE(ZL>T 10A2B LEIMERIGESIZEEIL. CuAl,0s KT HiBFET
DEC-THLEEHEINS, ARG H FIE CuO,/AlLOxaged) THE O LN =AY,
CuO,/10A2B(aged) TIEZ Dth 20 nm LLEIZESELT- Cul FiFHHERSNT=,

1 ITHEKREEANIERTZ OB FAE DA EFELO TRY . Cu FIFHIHIAIEE To
HMMELMERA RO LN .. E 73 HI CuO A NH KR ABEI B THY . BRI A EaFN(cus) &b 1=
& CU*DEIENBOLI-EEZ NS, B N BIRFEZRLUELIEF 2D CuO./10A2B I,
ALO; [IZEERT NH; IRFEEM ZULNDIZHLT.NO LU CO, RFEIFIELMEZETR L=,

5 1 184K & BLIERTR DR FFARE D AR

T T Selectivity Reduction Cu Cu Cu/Cu Desorbed gas

Catalyst Phase 10079 atToa/%  “BET  temperature dispersion particle ¢/ mmol'm2
a/°C 2/°C N, N,O NO /m?g! b/°C /% size¢/nm_ “4/% NH, NO CO
10A2B 10A2B 575 819 91 <1 9 78 - - - - 1.5 0.044 0.10
CuO,/10A2B CuO/10A2B 307 474 97 2 1 77 210 27 39 55 2.1 0.025 0.07
CuO,/10A2B(aged) CuAl,0,/10A2B 325 536 96 3 1 56 215 11 9.7 66 1.3 0.015 0.09
ALO, 1-ALO, 536 818 78 <1 22 173 - - - — L1 0054038
Cu0,/ALO, CuALO,-ALO; 303 476 92 6 2 149 185 43 24 34 13 0050027
CuO,/Al,0,(aged) CuAl,O,/a, y-Al,O; 295 450 91 8§ 1 102 155 56 1.8 37 0.4 0.063 0.11

“NHs BRAEZEAY 10%35 & T 90%(ZZEF ZiRE. *Hr-TPR & URWDIETEE. ° H-TPR & YR 1= Cu D5 EK
BEERFE Cu 2p XPS & URDHFBILIKEE. °NH;, NO &5 & U CO-TPD & Y ROT-BHEEE.

NH;-NO-0, RIEAFIEICDVNTHEIAR =LA, BLERTER D 10A2B BN KUIRIALVEEE T
=LY NO BR{EZF A RUTz, CHld NH BAIBEDIBFE T NH BRIEIC K> THERLT S NO HY NH; &
SHITRIETAIETHL N BIRFEZERT HETTET D,

— 7 N0 £ RGBFEIZ DLV TIL., NHs BRE R IEA> NH;-NO RIS IZEH LT, N2O (& NH(imide)
ENO EDRIGEVERTHECNETIHRESINTIND, in-situ FT-IR ZFHLNTHtIE ED NH,
DREREZFNSHE. CuO/ALO; TIE NH DFEMFEDHHNT=AY, CuO,/10A2B TILFEHSH
NEM-F=2EMB N,O DAERZEEIE—HLT-,

N, + H,0 + NO N,+H,O N,+H,0

LA EDFEREKY . 185 CuO, flIED NH, filE#R
BEDRICHBIER 3 DESITHFESN S, CuO, S X 3

AN I & B R E A SRS D f= S e A
5. B EUREED CuO, (cus Cu)h® NHs K ;B BAE

N, + H,0 + NO N,O
AN THBEEZ DN, NHy BEEDIEIZ NO % ¥ p

10A2B

BlET HH . KIAD NH; ESHICRIETHIET
N, ~NEITTEN S, CuO,/10A2B DIFE . &L NH;
IR 7E BEEIE IS Cu” 12 R D TUNH—NO RIGE{RE
LTE N, BIRMEER TS, CnicgLT |
CuO,/AlL,0; MIHE . NH; DFERERFEICE>THERMLT=NH &ENO D RIZE>TNO AT
BEHTEIND,

ART—< B THFL7T- CuO./10A2B DAtIEMEREIL . TNHs BABERSRIE E(T10): 307 °Cl. [T
(23575 N,0-NO R ZE: 2%- 1%, [ AT - MfEVIE: 900 °C x 500 h ALIBE L EEHEFITH D
[5. W3 4.458F 1.308],

< j
cur @
Al,O,

3 $B%F CuO, s o> NH; PABE R IS HEAE.
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HZET—< C [CuO,/Ae/Al,0; il D BHFE]

AlLO; RIBRICIBEELT- CuO AE N2 EIRME. Ag AEIEMZERT ZEEBALMICLIZ T2,
NH; BRI BEE S N ERMEDOMEIZEE E’Jal,-c CuO /Ag/AI203€'uﬂﬁézL Z D NH;, fil 5 R
M ESEEL =, '

Ag EFITERE R LTZ CuO,/Ag/AlLOs (2D
LVT. HAADF-STEM/EDX #ZL71=(X 4),
K OMIE T Cuo, & Ag [XEiEL TRk S
KIZERHLTEY. Ag DFEHRFEIL 32
= 10 nm & B - f= ., — A .
CuO,/Ag/Al,05(aged) TlE. AglX 10 nm LA E[Z
FFREL. EHELTLSCuO, LA DEIAE
BT,

L% D CuO,/Ag/AlLO; [, CuO,/Al,0;5 & =
YBEHERLIA, Ag/ALOs KU IHETEIEE o Sl O D
Hotzo — A, BILEH TIE Seger DELLME 1= HAADF 2.
TEAHIFREDI=OFEMLIELT = NH BABEF & XAFS KUK 1= Ag-Ag DERHIEDE
BIZOWTEBRT4L. EiEMERUMEFERMKITEMERIZH 1=, THHLE. B
7L Ag Y NH; EIRRBRZRET HEHRIND, P TEH. Cu0/Ag/ALO; M EiE (T

5nm

212 °C)&E Ny IR 4 (98%) o cccoo:gCUO*/A'203 oo SUOSAGALO, ‘ Ag/ALO,
ZFMmailr=, 22 I Valtas st .
| NH; sl (| NHg

o
®

5 [CERASBOALEIC
DULVT. Ny N,O BKUNO
BREQRIGEEKRFNE
%Y, CuO./Ag/Al,O; M
NH; %5 b 3= g R (& .
CuO,/AlL,Os KUIERBIIZS , ) e
ThL. Ag/ALO; ITEERILT ’ Tiﬁieraturi‘iqc P emperatrelC TemperaturelC
V3%, Cu0,/ALO; & L U 5 BUIEERTHR OB EAED NHy AREEPAGE RIS, RIGSEEE: 1.0%
Ag/AlbOs [ NH BRI AR5t NH;, 1.5% 0, A = 2, He balance, W/F = 5.0 x 10 g-min-om™.
THRELLETNO NERT BH. CuO,/Ag/Al,0s [ NHs BRBETE#E R E NO AR EHNFIL. &
N IR Z R LTz, COKIHFIEIL 900 CEAMIR R LY R S CROLNGEM>TZL
M5, B NBIRMZZER T 51=0(21F CuO, & Ag ILIEELTHEEASKIZENHL TS

ELHLHEERINT =,

ART—7 C THFELI= CuO,/Ag/Al,0; DERIEMERET. [NH; BABERAIRIRE (T1o): 212 °Cl.
[Teo 235175 N,O-NO ZIREE: 2%- 1% LA T M. [ At - it 2444: 800 °C x 100 h MLEE R L 4 REHE
Blths.

UEDESICAREICE ST, EOITIVI a3V ERRT DI ELYERETEHES
BIEMNTE, TR > TREE R E L TENIXEICE MEREA: NH, PRIGEARIE # Bl H ©=

BEFEZLBNS[5. WX 5. 45%8F 28],

o
o

I
'S

Concentration ratio / -

o
N
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3. SHROEM

CNFETHONTEEOIIV AV EERTLHLODOYEREHICE D=, SERIEH
BE7E NH3 PRGEARIE D BASZTHE D D, MIER T ELTIE CuO, ZHEBEL T, BRI Ag FD
AL DREEZRY . FEGHARNREZRBESE D, BERAST ELTIE A0 EZRA—2R
[CEAMEEZEOIOITANTESRILMEERL. TDSLREE S FILEZREAT S,

—A . FAFELMEQISRIZOVNTE, EREDIAI/OARI—E 1T THEL FEFER
FLU=INH; R EAE FIRA LT NH 73 fF H, RIS RI~NDRRZIREL -, S8& . RTS8
[CRBREDFORAREZESOCEFEEICI O TMBERGESRORARICE FHARIZEFL, HE
ZHEBTHEHMEIRILT—RITELTRRT %, $(C JST THROIEFEHRARISIvY
FoUT50r—1%EEBLT,. BBHICHERRIZRTS,

MA T, H0 ZEFELNH; DEEIRBEDAHIE5T  H0 [TEESE T NH; TRI)LF—Fv1)
TEBEL-MERERGICOVWTEEFT 5. = NH; BB EMFENSOHHABESL
% slip NH; BRIECGFAE)BIEAN IS RIC DWW THRET T Do

UEDESICEBMETH NIRRT, PAHAEEL TO NH; FI AT TSR SES DO ERE B
BTHAMIRILF—FFrI)TINH)DFAD - D EFHFHIEBRBRMORIHINIERI 520D &
Y. SELERDSCRICES—BLI-MREZED S,

4. FHE
(1) B2 &

(BAEH)

HMEEMOZMKR: AAKTET-BEEMEBEDINH; PABERAIRRRE: 200 CLLTI.
[N,O-NO ZIRE: 2% LA T, [t AtE - MifEhi%: 900 °C x 500 h ALIR#&E 1 ReHiF T 5% 4
WRTDEIR NH; BRI DRI ICRILI=EE RS, RRBIIEINTLSN ., KK TE
ATy 3V EERRTAOICHEBEGYERITEHERAIZENTE, TOHEEITHK-TH
EEREIETNILEICH R NH: BRI Z Bl TEHLEZA LN D,

HRDEDHH AREFAG R UARERITIKR): HAFRE(E NH; A RRERCHFEE
i 51 OITHBLEARADEHREZDIDITHAITU 2. EHORECFEFTFM AT LEESE
FTHLICKY ARDEEETTDHIENTET =,

HEELEORFZEMBRUHE - BE~NDERIE(SERDRAAZELD): KR THEDS
N R, BEA&RELTD NH; FIREITTHL REEHOEKBETHA[TRILF—F
Y TZNH)DFAD = DEFHFMUEBFIMOBILINIERT 23D ELo1, SHREEREN
IGAICES—BELEMRETED . EEHEICHEIIREERECHIBLETRIRIL

—=EFALE~NOBERTTEARAREZED S,

(2) ARMAE T (AARZEEICOVT, ARIFEPICERmSINT-. F2RIDBHRZET

B4 —F /Ny OZEBEZ DD UTDEY., FEFHHEEITo)

(BAZEHER)

AAERTIEIRIILF—Fv)TELTEEINS NH, DB ELTOF L ATEEMIZSEB L.
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BAS MUYz, BRI DR E KR TD NH, BRI, 1€ N,O-NO £ E. A M-z
HEVLSHREANCEHEL -, HEOEBREERYAE CEEERELIYEL NH REEE4EE
T ENRHEINTz, F-EEEA(CU0)AMELY NO ZBIRFEERLI-ZEMNS, AR DIBIKIC
1B# L7z CuO. D NH, il i A BE(ZE PR LE A = 2)DEM S LU ERMEIRMEE R R 1z&
Z A, RIERIE(10A1,0;5-2B,0; = 10A2B)$B# CuO, il AN th D IBFARIKIZLER T, EiE s
B N BIRMERTZEEZRE LT, CuO,/10A2B DRI RE(X . NH; BRGEBAIAEEE ., 1KLY
N.O RU NO ERE. +HHEMBAMEVNI R TEN Tz, SHICTH LV EEEEEEFT S
CuO/Ag/ALO; Z#FAFE LTz, LLEDKIITAMEIZL>T, EAIIVIaVEERRTT 501
WHEITYERTIEHER/OIIENTE, SOITHMRELR NH RGEAE OB D ERZBAFEIC
LIzRIFEETHD,
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