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Fig. 1 Laser Raman spectra of M003 and MoQO,/Al,O, samples.
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MoOy/ALO; fif > XPS B E _
HGHE (BF) PRBIER
OWJIl B, Tk, Figk

1. LD
SR E B SRR D MoOs (13wt%)/ALO: B2\ T, FRBEMSR Mo D4tk
BELUORMICE2 2B XPSREIZE VRH L,

2. £
AAE T X SEEFS LR (JPS-0000MC) ZEMH L, X HEICiE Al (IIEEE
10kV, =3I vz B 15mA, SRR RAE—50eY) 2RVTRE L,
PR RIR D AR, 35 £ UV D Mo HMERIRRT 57 diz, BBHE LTRE
HhzE0Ex L, REKPAKTHESBRLIRREZ T EhBZICE Ui, AT
& LT, BERRERIZIE 250°C, 12 RERIREERE, EMRIKICIX 110, 12 REFIERERE L,

3. &

XPS FIE LI=fERE2R L ITTT, BERBEEZOWTR—REZ 2 Iﬁiﬁﬂf‘t’b XPS
MELOFREEMERTI L, 002N TH 7,

2B, Mo DEATINE—HTNThoREHZE L T 232.8-233.4eV (FA-3 -ﬂo
Al(2p)%Z 74.5¢V ICHIE) 2HY ., ARG ERITA OhRhoTz,

()RFERED XPS
IRS-1 #_—AOWBEOME LTS L, SREOHELZ LRI LEEEE (RS2)
REERREED XPS L (mola) BREL Rofdd, SRERLIERICLZES
(IRS3) IZITREREITA NN/, ELEBED pHIZE 38 P hadol
(IRS4,5) . BERGEMEMNELZHEE (RS6-9) 2N TH IRS-1 LRARETHBRN, 2
RERKELR2D2HDLHY, RoFRICELSZEDOHBILERLTVWS, EBHIZE
B TR TR L2 REHZ DV T IRS-1 12D LR/ h &L o, ZHiX Mo
B RN T, Kerkhof-Moulijn® DA HEHE L= Mo ﬁﬁﬁﬁ@ﬂ%ﬁkﬂ’é‘é%
FEHRETHE (F1ELA) | BER%SLVWLS,
BREZE L TROThORBHZ W CHIZIERS T, BHREALAERIZAZ BhRW,

Q)RR D XPS
BERCER AR C b R BER R DR & [FAE T, IRS-2 @ XPS ML & < |, th BRI
BETIX2V, T2bb, BRHKO pH, HEREFOEEBI/NEVL VLB,
TeFERBERRARIZ IR D & BEpR{E D XPS BEE LI K E VWEHmAR H 5,

QYRR ED XPS

BREIR U CIREER A & R, BREEIE YH L A2EAEEAR o, Th
Dh, WThoRBHZ -2V T Mo BB BERENL 100%ICHVEEZ T L, =235
-Gr"ifcﬁﬁlo Tuo ]

ERBRREBZOVTHEERIZE Y XPS BB K E < R BEHEIIA L,
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F 1 MoOy/ALQ; S XpS HilE
XPS FREEHE. IMo/IAL (*) EREUE B

Aokt LS MoO;| RBERR | AL | BERE | BERR |sRient| BERkik
(%) | FRAUE | KR | s BUR | kb )

IRS-1 {Base (&R pH=5.1, 133 084 [ 073 | 1.05 [ 079 | 1.15 | 133

HERRIBLEE 500°C, (94%) | (81%) |(117%) | { 89%)
BRI HE) _
IRS-2 [ERER F& 13.0] 107 | 072 | 135 | 083 | 149 | 1.63
: {123%)| ( 83%) | (155%)| { 96%)
IRS-3 |SREE F& 124| 087 | 066 | 1.10 [ 0.79 | 132 | 139
(105%) | ( 80%) | (133%)| ( 95%)
IRS-4 |& 3 ¥ pH=4 126 079 | 063 | 1.09 | 080 | 125 | 136
: (94%) | (75%) | (129%) | { 95%) '
IRS-5 |&2#% pH=8.1 128 083 | 073 | 103 | 077 | 1.14 | 134
‘ (97%) | ( 86%) |(120%) | ( 89%)
IRS-6 [HERRIEHE 400°C |129] 083 | 070 | 1.13 | 080 | 1.19 | 1.41
(96%) | (81%) }(131%)| ( 93%)

IRS-7 |BERRIEEE 600°C 127] 094 | 068 | 1.08 | 082 | 138 | 132
- B (111%)| (80%) J(127%)| (97%%)

IRS-8 R FZHEK BZKiRE|127] 091 | 070 | 1.08 | 076 | 130 | 1.42
, (107%)| ( 82%) |(127%)] ( 89%)
RSO [¥ERRFEMESE WmsL |125] 091 | 070 | 107 { 079 | 1.30 | 1.35
- _ (109%)1 ( 84%) | (128%) | ( 94%) '
ERS-10| MW % BERR 500C - [11.2] 080 | 064 { 090 | 069 | 1.25 | 130
(109%) | ( 87%) |(123%)| ( 94%) :
ERS-11| % E H#ERk 400°C 11.1{ 081 | 061 | 092 | 069 { 1.33 | 133
' '  [(111%)] ( 84%) [(126%) | ( 95%)
ERS-12|E#5 % HERR 600°C 112083 | 063 | 089 | 069 | 132 | 129
(113%) | (85%) [(121%6) | ( 94%)
* () WiZ Kerkhof-Moulijn® DR H3H L Mo Bi4yEIRMEE 100% & L=fAxHE
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1.8 r T " v r
@ : 5% Ak b i
D RBERE
™
b 1.6F
2
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F.5d 5 i
W Lt
N L
\ R
%
§H1.2' ]
B
mBE . PEEEE
]'O-O-I! 2I 3‘ 4'1 SI 6‘ '.I 8 910111213‘
: ' REEE
Ile xpséﬁgmwﬁiiﬁi&%ﬂiﬁi@%
4. EE
(1) mEOEE

ARBERROFEL & EeBE U T, HERR L 7o RABHIMRIE LB b XPS MBS Ao 72,
THUEREI SR T3 2 LIC L Y Mo-Al HIOBEEANEE VD . Mo-Al FHE{LZEEIT
|5 721 Mo SEERm ELEEELENRDD,

(2) RRBUK & By R kol

WTHORBHI DWW T b, Bkl LBk 2 XPS ?;ﬁﬁht:?buwﬁ DRE,
BRI XPS MBI Mo I OBRIE L D 22 D K&, 1T%h 5 155% & R 5,
TRRDEENRE N EWI XY, MEOHAREIZ Mo BEE (BE) LTHaEDLH
WT&E 3, EEIOFEMITEREOETBREREL D HPRENIELL (E 1)
BERRBLFE T Mo SAAE M ICHEN T A AL E X bh b,

G) BHEHFOEE .
RBRMHIZRBNT, Mo ORBHEILREZ KB LEDOEIERKRE ThHo 2, BILEE
?&ﬂ%&#‘}}{s— L?’%Aﬂ§ﬁ¥f§)0 'f».o ui’Ll;’C?ﬂ ﬁiﬁﬁiyﬁi‘ ‘“LEE} @f\-jﬁﬁff. = Ei&
BT ok eEL Bi’béo EEBRIET D Mo DERERFRES TH-o T2 HE
MLEX LIS,
RN AR CHRT S LSRR EIT R SBRIZ L B XPS MEROELIINEY,
TR UTRIE T T Mo-Al BRI EERSMWE WL B,

5. BEIM
(1) F.P.J.M. Kerkhof, and J.A. Moulijn, J. Phys. Chem., 83, 1612 (1979).
(2) D.S.Zingg, L.E.Makovsky, R.E.Tischer, F.R.Brown, and D.M Hercules, J. Phys. Chem., 84,
2898 (1980).
Lk
.22-



MoQ3/Al,0: ZERARBEDESRIC & é -% YT ¥ V¥ -5

CRREZERIL) ORE & - BE) A%

1. #S

BREAEHEERS X DRSNS MO/ ALOMIRIZ OV T, BSRICEAF ¥ 57 &
V¥ - alkfTol, $FRANBIZE W ABMNETICL W ERT A MO %
BT AZEICXY, MERAMOEGFOREERFT L. T/, MEXRTLDPPHE
DD ER 7o 7,

2. ER

ESRANZ pViE, JEOL JES-ME3X% v, 9.36GHz (X-band) ., 100KHz
ampulitude. 2.0G . modulation-ampulitudelZ THIZE L7z, WEF X, AE4mmD A
EHABBEICSOmgDO 2 A h, B4 ORETIRMAEREZ TV, ERICTHE:
fTolze Y FNVHBEB XV g EOMBICIHERY VOl 53 XV EH
Wi, SEETHBLEE (RS) EIRLy MCBASHEH o0, HEBHAS
DLy P ERRLL, :

3. &H*
3.1 ESR¥ 7

Fig.1iCIRS- 1% 500 C CHERMB L &L EDESR Y 7+ IVER L. g=1.950{HF
Mo ZEET BESRY 7 F VAR b iz, 200~500CHM T, PERIRED LA
WEEWMSHIZ L BV IV M A L, T, Mo IC X BAESRY 7LD kE
3, WTFhoOBRBREETIRERBVIEA LN Do, L L, TableliZIRS-1%D
gBOELERT LIS, BESN A LOME BT b HKIEED LRIC v g
EOEBBR~DY 7 b HBE S iz,

g=1.850 Tabie.1 HERANIBBEIC & B MoS*
1 g BN (RS-1).

HSAERE/C gl

Mo®* R.T. 1.946
- 200 1.946

300 1.947

© 400 1.949

JO0G, , 500 1.950

Fig.1 500 CHR#EDIRS-1MESRI T+l
3.2 BRAKBBEEIZL SR

Table.2t27”7F & 9 IZIRS-1, IRS-2. IRS- 3@500tf®%¥i§@ﬂ@moﬁ+uhﬁ@“é
ESR¥ 7+ VDL, ARER TOERABERESDPLZWIEIEAREL o,
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Table.2 MoOg/ALO:MENHTNEREI- & DM DESRY VN4 E

AFRALERE /C

.3

R.T. 200 300 400 500
IRS-1 -0.92 8.0 14.2 21.0 30.6
IRS-2 2.0 1.0 146 233 - 34.8
IRS-3 1.0, 6.9 140 216 26.4
IRS-4 0.81 . 6.8 12.6 18.7 28.0
IRS-5 0.89 5.5 12.2 18.0 22.0-
IRS-6 1.5 6.0 13.4 20.5
IRS-7 1.5 9.2 20.1 22.2 34.9
IRS-8 1.3 9.1 20.6 25.8 36.0
IRS-9 1.1 7.6 14.4 19.0 . 27.9
ERS-10 0.37 4.7 10.7 18.3 21.7
ERS-11 0.44 3.8 9.8 16.8 '
ERS-12 0.44 5.0

13.1 19.4 25.7

3.3 ERKEMOpHIZ L AL,
Fig.2loRd & 512, BESABIRED - F I
ﬂéw IRS-1. IRS-4, IRS-5M ¥ & FIVEAE ]
V‘*fﬂ@#lﬁrmﬁf BIRS5DBBIE L
7&97):-‘:

iS
o

(]
o
T I
)
[o=]
(=]

[ntensity / a.u
3]
(@]
[
<j§
(=]

3A\ﬁmﬁEEIWﬁﬁ%ﬁuiaﬁw
- BERIREE R X CHIRLL /ZIRS- 1, IRS-6.
IRS-7DOHEEMEIBEIZXTT 2> 7 F VERE

ik, FOHRABEREET) LVBRTHERL 10 F 200
B0 AR E A o7t §00°C O HEEALE [ oG

W& o TENXHEFEIZR o722, 400CETD 0 Lo o 57
BERMBETIERE ZEEZA O ol & IRS-4 IRS-1 IRS-5

DL, ERSEEIC D BARIZIRL, ERS-12

PR AKE Dok, Tl BEBHEREHT Fig2 HRAEEEICL M
WL MR CHARES T kR, D2 TFIVEEDLE
Table.2lTRT X 310, Mo D ¥ 7 VA

W, oz ﬁﬁ*%&>?&”ﬁﬁ¢ﬁﬁﬁ‘z>”ﬁﬁﬂLEP%&@JIIEGJ:%z‘a\o
Tmo BT, Bo- R/ AERLTHEMR LIRS 8L, BtEn-EDLLrTREL S
FVEEAREP o7,

3.5 EBIEC L5 HE

SBEIC L DB NAIRS L& FHIGEEIC L D AMS W-ERS- 1032 BT 2
L ELL0OMETY, BETHRELALEDY I FVBEERDEPo /7. L
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L., BFRAEEED LB ICE ., Mo®T DY XS VIS EIZIRSEE O FAVE ICK &
Lot i, FREFRORNECHERBEEZEZ - (IRS6EERS 11, IRS
7Y ERS-12) T3, RIEEICIRSHIEDOF AT S VBERKREP o7,

4, EE ‘ .

4.1 ESR¥YZFI.

ﬁﬁéhﬁﬂﬁ%ﬁiﬂﬂbfﬁ%ﬂtmazﬁ+wm FEIcTO— F&/7
FNWThol, ZOVFF Nk, MTTORFWIZL DD TH->TER HEMED
MoS*HER L TR EELLNS, T/, FERAERED LA IRV, glBOER
BH~OY 7 PO O, hiE, BAEI L o TMo " ORI DI
LAz & ERLTWA, ‘

42 ERAREHEIIZHE -
ERAKEREIL, IRS'3>IRS-1>IRS2 X110
OMETHYH ., PERNE (BRYRET) I 10
L AMoST D& KR IEIRS-2TE o s X
—%. DPPHS VH WICKEE S22 5 (
HRDE) b. IRS-2THLdo/z (Figs
) o b BELHEEEL DL, MR
HOWEKISEBROKERRE LBHEL
MEEEOEWEE, ¥/, ZTOBREFK
Mo £ Mizh Bk (F2& 2, Mo—
OH: LT) ZAnE, BEHEKOBFES X

HRDE (site / g)
[\ ] E-N [2)] (2]
| |
N NS NN SO N

N SRR
SRR

o ESSSSSSTINSNY]

il

FEDOEN Mo M FDET EBEL T
BEVib, 7
0
. 2345678 1112
4.3 ESRKEWDOpHIC L 2EAL IRS-1 ERS-10
BRAGEEDpHIZIRS-5>IRS-1>IRS 4 Fig3 DPPHEBRMEE L ORISICE?
DMTH D . MoSTDER T, WHELT HRD (kXS T AL FF—) B

L {HRDE V% o/, ZDEH
IOWTHERTIZRRTE vy,

4.4 BEBUBED S UBEB SR X B2

1B o 7= R P R > iR 2o ST i B > e R AR L R O T, HER AL
L AMSTDERKEIZE VDS, DPPHE DRIGHEICILEV A 2 (. ABRWERII W E
Ei A,
45 PAMBEICLIARE

SRE (RS) L FHREE (ERS) LT, ﬁéﬁé@%Fﬁﬁ&ﬂLlZMo“’\@ﬁmé
B EIBEWIERnEVZE S,
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MoO 3/Al,O, B TR D NH,~TPD ix & 5 B#

ek TR ERTERE LSS —
O #Hih - RIS 3

BWBAREE S L DIREINASBHE. THEHET Mo 2RELE 12 8ED
MoO,/ALO, il B N B MME ALO-4 2AWTEET X EZT OFRE M

(TPD) DEIEZERIT- .

(5]

VE=7 TPD

il (200me) %, B & L TA U D AKHF TERM S 400T & T 10T /min
THEL. 400CT 1.5 FRIEHE L. 100CETRELRE,. 7 EZT 2 0.5
PR R I RS X E s (EHIE 30Torr) » O, 100CT 0.5 B
LAFFHBRTHLEL., 100CH 5 600CE T TPD DB ET > I %rmﬁ@i 10C -
/min & U7z, ﬁﬂﬁb&[ﬂdﬁf\)b*ﬂ:ﬁ! TPD-1-AT E}ﬂ b:‘”Cf-r-) foo

(%52

Fig.l IWlk&E7 > €27 (m/e=16) @ TPD DIRE T, zﬁ!ﬁ&@‘a‘ﬁﬂ&i :
ALO-4 ZRWTTRTORETELBALL, REEL—7BER. ALO4 &l
¥ 1T Mo 21E# LAlE T 10CIHEERMANY 7 bLThaMNTO— REE
— I DD E 0 LN HE Y — 7 0BRIERE K> TEEAEERNER
Honizn, LHLERS, B EDMEVERE (400T : IRS-6. IRS-11) D
W 500CHHRIChTNICT B 7 OBl R Shi. Fig.2id. 7>EZ
" 7 TPD OBOK (n/e=18) OHBEOHTTH 5. S00CHEILT T O
BNRRH SHDREHC DV T, COERTHEELRORMAED SNl €2 T
500C{HED Y Y E=7 BEZ KO BRBEICEEL TWa cHRIEh D, —F.
ALO-4 T 500CHIEDKORMEIIRBD SNBNT BT ORMAH LD EN
i,

Table.1 iz &HED MoO, & L T? Mo B, 7/%_703#5#1&97‘;&%&3&
VB# e — 7 OBEEE2 R ABERD D OLMEI Mo OHEFHIK>THS»
IRML TV, SBRORKOBRIIFERLHABENENE S THS. ERFROBRK
D pH IcDWTIE 5.1 ORBITRLZ < ORENBERIZN,. ThXDHVERS. K
WBS IO TCIBRERN B L. BRIEEICEE T2 LEREEORNEE
. (600°C : IRS-7. ERS-12) K OWTHBBRAENWI Ltbh 5, SREETFH
BE T ET EERFEORE O NREERS DB IZ>THnAA, 25 DI
LT Mo DEERMMBORE & E# L Tha D /M <o THED, Mo ERH
DT L AEBREEORE T > E7RBRIIAZ <o T3 BRI
FHESIIKOFEET B LI BRAIRS-8. IRS-9) THTMNIT7 £ T RBERAN
< Tt SEREREENT X TORETA—OLDI, SRERORB LT
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pH. BERUREE, PERSSES. HEFFEICL > THEI N Mo (BfkH) Oo#E
PILERBRZ TN LRI NSM Mo DEENERDEZNDPTWEERS
N2 600CHEBDREITHERAS < Lo T Z EPEBBOBIEORIZHNL
THEAN W EREREICEH LTV Mo (Bt OoMERT > T 7 Ol
MERICBIENSEN L E2TFBLTWA EEbhs,

BE. TSI TPRIZDVTRN2{ToTWS,.

ERS-12 ERS.
ERS-11 ERS-10
3 RSI0. Tmse ]
< IRS-9 T RSs
£ IRS-8 3 “IRS-7
5 IRS-7 > : IRS-6 7
= = .
IRS-5 kS _#’J5§i____#’,,,——.
| RS — wms3s |
R RS2
IRS-2 IRS-]
. IRS-I " ALO-4 .
: ALO4 _
100 200 300 400 500 600 100 200 300 400 500 600
Desorption temperature / °C Desorption temperature / °C
Fig.1 7 >»>&=7TPD Fig.2 7 > E=7TPDOWD K DB

Table.l 7 »E-_T7THROE—7EE. BBE

fabdit MoOsitifik  hiMir—y DR

/wit% BEE/C Ja.u.
ALO4 0.0 181.7 733
IRS-1 13.3 179.3 922
IRS-2 13.0 - 1793 960
IRS-3 12.4 . 178.9 942
IRS-4 12.6 179.3 860
IRS-5 12.8 180.0 886
IRS-6 12.9 178.6 905
IRS-7 ' 12.7 ) 179.5 1050
IRS-8 [2.7 - 179.7 984
IRS-9 12.5 179.2 972
ERS-10 112 1790 . 914
ERS-11 11.1 179.5 855
ERS-12 1.2 - 1790 - 1021
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X Z ) OB

(BBAL) OXE+HE =, 3 &
1. BREBIZ
FEEE L [k, RESHATBY I T T-TAITERMEEZRNT, 2 ¥/ —1BIE
RISEBREIT o7z, AY ) —NMBLRISIBEREIH BRI Y 7F DX 57
FYE-variCELERETHS,

2. EBRFHE

TS AR TR, 1g% AV, 3.3mVmin CH;OH, 15ml/min O, 80mVmin N.DES
HAEFEEE, 225CCRIG &z, FISBEAY B IRFHEOFEENE L, 2B,
AALERREART & L TVARYY,

3. BREER

R EFig WIR U=, £ERBIZHCHO & (CH), 0 C A O LR BiTb TN Th
Do DMEWX7TA I HEEETCERICER L, THRTAIFTLEOLAS ABRICE D4
BMThHD, SROERTHTATOMBIZBNTERIZMEBER Lz, Zhizxt
LT, HCHOIZE / VA ¥ —%2 R L=V 7579 A b ETERTH EE L HRD,
Z DHCHOAERRIZDWT, AR BR LD L 5 ICBHNAI N U TICEE TS,

QIRS-1, IRS-2, IRS-3IZH T (ZIBABIEEDEE)

BRI BEOBRBDRNE (IRS-2), MELTEMENIES 25 2 L bh oz,
QIRS-4, IRS-51Z-2V T (pHIRE D 1)

FHBE CRAE U /2 IRSAD SIS NE I, pHEBE % L TWARWIRS-1E EER U Th ok
B, TrE=TRKCHE LIRSS THIMEEMNEL ott, ZOHEAIXDLMLR
VY,

QIRS-1, 6, 7 ERS-10, 11, 12822V VT (BERRIRBE D EE)

IRSTIL 6 TRREMENEL . 1 & TRENRDR2V, BRUSERSTYH, 1IL10,12¢
o, DEY, 400CTHER L /- (IRS-6, ERS-11) DIEPEIL500, 600°CHERRD &
DXV RRE N, Lz oT, ZOMEIIs00CRE TR TIONEE LW EAD
hd, i, W00CHROME CMEDCARERD RN LAFETHD, Thik, 7
NIF RN A RBERBHGFIEBR L Th2nWieh & Bbhd,

OIRS-1 L IRS-BIZ DWW T (BERRFFDOAET DOEE) ,

BolZEREMLULNBLEER L b0 (IRS-8) B—FH W EEMEZ R L, “h
W, KOBRFETIRGTHERT 2 E—HORY FFUoRBTAIFETELIZY L
BB, €/ vAv—EEBETDE RIS,
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(OERS-10, ERS-11, ERs—12i:ou VT (CEEREE)
AR E TR U, & E?ﬁ’@iﬁﬁ Uil X 0 HEEMETE -7,

4, £& '

C MEESEOBREEEDBL, BV IFUE) LAY —R2ERSE LD,
B VIR TABELE LTV BOREE Lvy, BE b bRVR, kNh s LRLe
VIFURBEL AT AREBH D T EBbhot, ThETARBRET S OIT,
500°CHERED Ly,

- pmol/gs
(3]
1
1

)

IRS-1
IRS-3
IRS-4
|
ms-éhi
IRS-7 i
IRS-8 i
IRS-9|H
=
.

L
s ok
-

M ALVLTILTE R
O PAFNTZ—T IV
Fig.1 MoO3/ALO,ZBANIEIZ K 5 A &7 ./ — VB Is}iﬁt
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BAT i L5 MO, DE/ LA Y —MEDREQR)
(BREAT) OF HEM - /DIRFRE - FFE &

BB RUXTAFEFRTIVLFEICREERET 55, M0, LiITid LZ, SHEFMAL.
WM LOT I I -2 T FFZhThOXEME BAT(X .‘)X?)I/'}"'t F—FrETHE
EYEVTHE Utzo
*xW: FERAFEEINEETVERAUTH S, HIHRE 80%% 2708 NHC a:ﬁfuykﬁkx%#
EIRTEBPT, HoH UHBEX Gy MROMIER 40 mg ZFE D - TEUIZAN.
N, 5P 673 K T 1 hr WALV U, € O NyHe AT AP T 77K N FE 0.3 atm @ N, B AT
Ufco COBHFENS, BETRILL » TRAEERZEH Uiz, LETGHRE. REERENRTEL
oo RIERD AT 20- 50 mg 2RE 4 mm D31 Ly 7 ZBIZAN. 0, P 673K T 1nr K L7,
Z DB, #150 em® min® @ He #ih 523 K TRV X7 TR K&V L, OEE LI 6C
K& > TRENRONIEUEET, N AERDEL, BEIC6KTNHEE/ VWAL, &
Ll /= bV AENEER L, 7 +BHERT# I >EORN oKD,

TV 3 FE¥=[BN 5 (mmol g) % 7 ) I > BET iﬁﬁael m2 g‘)]/['i’)b F o

BN 4 % Ek(0.48 mmol g)

& EZE#{I 6
(BEIZ 1 : MoO, / ALO, DERS DXKE W
DT VL FRERES
aﬁ émmiﬁﬁ A.lzo;g MOO;
WIZRD A Mo, B m’g-ALOs? | mPg-car! | m®g-cat? nm® Mo atom™
EHBETH 5. MoO,1H 1-IRS 180 40.7 114 0.201
RBAETRS ZEH (119132 ?) 182 gt;} 137 B4 0247
SFTNTHHDT, RS2 166 ' 122 (27 0224
Z @ MoO, ¥ A IRS-3 173 131 (3 0.253
% Mo T RCH - 1= IRS-4 192 145 133 0.274
IRS-5 164 121 127 0.225
Mo SHEHET Mo0s D = [RS-6 175 132 133 0.244
WEDXAEHM LT, | IRS7 183 142 150 0267
BRLAK: BRE  poo | gm et
FURLUIMEET  ERS-10 188 147 a5 0.314
ERLS Mo BT 1 ERS-11 | 186 150 13§ 0.324
ERS-12 173 126 41° 0.270
Hich O EHETRIZ — e
EORFITS 02 - 03 w1
nm’ & 7§ b \MoO, ED & A THk(0.252 nm’)iq&i)‘ -
T EMB KENCE D & Mo RE/ LIY—%E e
RLTOB LR 505, SHRWMEHEREN 2% 7 | o
HBoTHWADT, £/3T 4 —% & BETREH. Mo 55 & ¥
5 s BT ANER E
EROBIEEER Lico § 3/ 8 Jor 3
FRELBOTE, FBRHITKSEN (BL) + 5 & 3
BORMSREENE (B 20D @&, Mo SEEHS  © &

BWinotze BRBIKBLEREIETOR % T
(B3) o BlEdr s, KRERPTHEI I HIRER ,
—EHEH B EIRD MoO, R LTV B¢, = B 1 HHROKM, pHSL, R 773K

in airs
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hEREAHETE L, EECEY 2T -4 Moy £/ LAY —2ERT 51D Mo 5FE
OB L oot BR oS, FAIDEXKEANRFT S L Mo MOWEPTAD, KD
FENB EELOND, —T. FREO pH HENHIZE Mo SBHRVEI -7 (H4) o F#
BEETIEpH=2 DI EILOT, ThddbETT oy M5 L Mo 5AEME pHIZ—20D
R TRIN. BEKEED T Mo0s NI ERE Z bbbz, L. MIEKEH ST
FHEESELHOTE, RUHHEERIVLCIHETHRT S L SHEHIHR LD (H8
D L BIPHRTERIEELOTREEFSE ok (KN2H) 0T, @O pH ITL S
AEORORREERT STBOBERIC LT+ rELSNEENA S,

MiTRFET S A5 —NVEBERIGEEYE. Mo HETRICE » TR TEN, avﬁmwﬁx%
W ThRbDBE ) LAY —-REEDBFE. dALATATFTE FERRBI T 55 M HF
Hich D TORDEIN - T2o 772U BEKBR P TFHRE IS/ bDE aﬁﬁﬁﬁ*r‘mu b
rhodiERRENz (B§5) .

200 00—
S 7 Joa
g g - NosWEM _
";-'. S1sg = .
Y 3 foz &
- gm. 5
< g 3
Joa
W 170~
o »
4 4
L 7 900 0 ! é 4 [] 8 e
PRRE /X pH

B2 : SREEOEE. BRI ar P O, D&% M4 : HORW, 77 K in i O, Oa#ik
thpH 51 R 52 cm’s @, WESERE pH 2. EXRE 52 em’s @, WEXTHiL,

T
3 . ses L es
do
¥ L
Wl 5
- -
. 1
g o™ :
gl
L 5" A
» T | Mods HEM / o )
T g3
R
U 5 1MoQ, DIEN D & 2 # ) — VEBALTE O BIRE,

1) M. Niwa et al, J. Phys. Chem., 89, 3869 (1985) 72 &,
3 ERAARKOYE. EHEEs2cn’, pHS.L, £ 2 KB, AR, 17 SRMEHRERE, 21 (1995,
B 773 K 3) W, 16 BRMUH MW | 1 (1994).

4) T-M, 57, 18 BEMMITRE, BRTE (1996).
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MoO/ALOMID % +55 5 Y ti—5 = >
' (A% mTHE)
ﬁ] [E 2N Oiﬁ*ﬂiﬁ'\ %‘fq’H‘ F'Is'iﬁ*

] ﬂf'lzﬁﬁOMoOJAlzoﬁiﬁ 2oWwT, XPSORIEEL 7V FIWEBRI NV SF 4 7 = v BOKIL
BEBREUL 2 47 o 120 XPSOHIREI & ) HALFOBinding  Energyfil & REHME % R, Etumﬁﬂ#r‘o%m _
BORMEER oW AL 2.

[3%]
1. XPSIZ & i RE Ol

XPSOBISER . Surface Science Laboratory, SSX-100(ALK a :1486.6eV)IZ & D §T o 7=, iﬂll&‘é'ﬂ' YWV, B
BEIN—FIFALKEHEETF - 74*AWTEELE DRV, ’I%Bﬂf\.%-ximmndmg Energyfil i3
C(1s284.0eVI- & Y WIE% T » o E12 REARE, FTROBEREERC THREE o808 LA
mRo E YR,
2. TUEFNBRIRYVFE 7 = v EOARERES

ThHEVBRIRYS F4 7 2 VEEIREROFEV L TERL, SERBRLCEREE AV
& DARBACKRE KIE %17 © 720 ME250mg % BRRSUH T 773K C2RSRIATILRE L 7 f. SHELS/9SHH, ¥ % % FI
WITSTBKIC BW 2R iR ERTTR B R FT7 o 72, E}B?éﬁi;tlirt-rm& ST3K, K FE:3MPa, 7 ¥ it &;200cm?
min LLHSV;16.0801C % %, BUEEE & L T, DBT:4-MDBT:4,6-DMDBT=I1:1:1% 1 F 7 & G &
L T0.05wt%) e A ie HIRERYOBBEESEHF A 702 b 7T 74— L 0L, TEERIGELS
% AN L L TERE L 72,

(BRLE%]
1. XP$ :
AT BT 50 (1s), Al (2p), Mo GO DBinding Energylli% Kb, FEHEL % Table. ISR L 720 MIZL o
TBinding Energyfif 120 (15);530.4~530.6eV, Al (2p);73.6~73.8¢V, Mo (3d3/2);234.9~235.16V, Mo (3d5/2);231.9
~2321eVOMTEM L TB N ER L SEICKELEBEVRR OGN hol, —F ., SHEOREMARK I
Mo/AL & ) Mo 53k i Mo/AME % MoOBRFE Y 0 12 L 21 & Y # & RFFE L 72(Table 1)o Mo/ALKGE
BWTH, HALTS TREKLARS-92 K S B ERR Lo MoDSEME I BT H RS- UFFHIF
AECTHRBLY Y 7 VESR-I0~ 1D BE 2R Lo F 72, BUELENAMI & 2 B8 ipHS. 1 THNY
L 72 BEE(IRS-)DMoD GRS DI S IEVEE R L b 0D, KELBWRRE SRR H o7z,
2. ThENMBRIRYSFF 7 2 HOKE IR

ERE % AV o RUSHE R % Table 2. RUFigurellR L7ze BREICTHERL Y ¥ ZL(IRS-1~9) e B

Tk pHUA DB SRHCETFOENA S hite BEMKBY T, SRABEEEI300c0RS-3), HRIBHES0T
(RS-1). BERAEMAAWES LORSO) THB LAMES LTI LEVERY R U, FHESETHNL
¥ ¥ ZIERS-10~IDIT DOV T it HMREER £ 3 ERAOBBRELALRO AL Dot —F, BRIE
THRBL AR FHRAETHBRLAMEL BT 5 &, SRETANL 2B OB F 2SR
LTn B, TNIEMOMEREDECIZLD L FEL6ND, £z, By Mo/AILLORMIEE &, vk
BERE R TEm AR & Nz (Figure)o

[##%]
DERE L FHEHETH., S5 THNL -0 P Mo I H DS,
DEERREE, A ATEY LCRML A S I B BBEEE T R L,

[&E3ER] % Grcdil,R.,andLuckén,E.A.c.J.Am.Chem.Soc..s7(2),213(1965) :
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Table 1 Mo/ALlE & MoO 35 & B4R
% IRS1 IRS-2 IRS-3 IAS-4 IRSS IRS-6 IRS-7 IRS-8 IRS-O ERS-10 ERS-11 ERS-12

Mo/Al 0.080 0.080 0.078 0.079 0.076 0.079 0.079 0079 0082 0.071 0.073 0.073
MoOamt% 133 130 124 126 128 129 127 127 . 125 112 114 1.2

(Mo/Al)/(MoOg)
nod

Table2 TNFNMBRIRYVFF 7 2 YB{OKXFLERERS

${EE %
Hig W "oonmsommmeeees TonhEeenEoone” CoTTeeT
| DBT 4-MDBT  4,6-DMDBT
IRS- 1 82.1 53.7 42.6
IRS- 2 828 . 507 329
iRS- 3 859 - 56.8 43.4
IRS- 4 813 . 524 40.0
IRS-5 80.4 55.0 40.1
IRS-6 83.9 50.2 355
IRS- 7 84.0 51.6 325
IRS- 8 87.4 56.6 37.1
IRS- 9 85.5 55.6 41.2
ERS-10 785 46.2 32.1
ERS-11 813 462 30.8
ERS-12 83.8 479 280

100
a
g0 | g OF o %‘3 a
ES : 0O DBT
c 60 |- A
g A & A 8|2 awmpsr
g a sl o "
g 40 - o § O| O 4,6-DMDBT
3 o)
(] OO
20 |
0 N y 1 1 y I
70 72 74 76 7.8 80 8.2
Mo/AIX 1072

Figure Mo/Allk & BHE/LEHOE/LE & OBE
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NO 7 1o — 7812 L % Mo 43 itk D 541
GRIERBEDOfR BS - IEEA - /NREA « IUE S

[#E]

MoZATHAL My gt 3 5 m{mml%@mmqmtkﬂmmw_fﬁ\ KRGS
N5e MLAMEMTZ &2k b, MofEDHIEIEMoSHABIC AL L. & OEEACRELRT
A MMotr o MDBRC BB RN A BT EEZ SN TN D, - TEAREDHLL S
T BDRIE ST A —F EFHT 5 L2k 0, MoSSELEE DMot 1 F DR, B
L\@iﬁ’é‘lﬁlﬁﬁl?‘% EDTENIEL MOTRBIA LI ODIE Pk ﬁt\diﬂ%ﬂ&%fﬁlﬁm%%

hEt0H B,

LREOHRENSEE Sld. BAXNIMo0y/AL Ol T FEIEAL A HE L. MoS S5 {LI#E
EDIMATRIY A b ENOEEBIE RUWENODFTIRMEE S Lick + 52 4
=V a NCEOBE LT E e, £ UTCHEERIZ. A BRI EAL X B 7o i
LT MoSHMREIC K MENR T LA BE LTV AEY, KT, Bkt

FHM LIS B il DB DREHES . NOETo—THFEE LT, BEED
FTIRZ A2 b VA L. INETORBEARE L TR Ui,

[Ei4] Table Amount of NO adsorbed on
. sulfided catalysts
NOWAE NG, 4 WA TLEK T —ich Y
PeUtig, 01008445 R E— XTHIRLT NO uptake Mo/ 2NO

PYREXB DTS T3k 1o, 5%H,SMH, & [mi/g-cat] _ [mol/mol]

PR S6TIKE THMA L. 2HHIFRILAE RS 3.03 (2.94) 15.0 (15.5)

EHUTco SBH S/ HfE £30ml/min, B oo » g3 14.2
20.2MPas Uiz, 2WFEIZEAR .. BRE T :
BUTHSHllY R FHeiz vz, £ IRS3 301 14.1
¥ $10%NO/He OV RBETHEEICEA L  IRS-4  2.84 15.2
720 RUETE AE@E U 7oNOEATCDIZ & b ER :
S REE LRI, IRS-5 2.98 14.7
I ENODFT-IRME &t Askcly [RS6 298 14.8
L, ThEXT Y UVRABO  IRS-7 2.98 14.6

in-situ-{zjw:i‘ﬁiﬁ Utc, NORERIEDRE |bg g

97 (3.11 14.6 (14.0
I A I B LA I L. SR % T 297 @11) (14.0)

BRiR LT ©10%N O ok L R Tin-situ /RS9~ 3.02 142
BIVICBA Lz, & ONOWSE OIREICH % ERS-10 2.99 12.8

L7z, _
ERS-12 2.68 14.3

(iR &5 |
NOWIMoS,fiE OMot o MIBHET B EHZ 0N B 7o) NORFRDIE DL SR
IMODSHE BEAHER T 5 2 LS TE B, £ 2Ty 13 UDITH MBI TRAL QA5 L7
DNOW A4 E AT L7c(3)o RS-1, IRS-8FUFERS-LLIC I U CRIBRME 2 REE Urco KfbIE
TMofHRHE ITE THE S D& 0% B 72 3H. MofERHE AN O T I L7 fii(Mo/2NOY T i,
I Utz Mo2NOIZ, NODSMoH o MZ U= b VBTN T 2 SE5Ed hig, Mot
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FELIDTERGT B DICHEAAMoE FHICEFE L

Vo DF D ZOEMNNINEE . MoDSHL
ERBNEZEZL B ENTES, WThofit
T HMo2ZNOII12~1S DRIz &5 5 A, F
1% 35 H TRAML L 72BRS-11 T& OfE A0
INEWZ Eghd, JOsETIIMoD 5
HENPPEWEHEN IN 5, Z D iIMo
OHREICENEUAEKE LT, ERS-11
Tid MoSHHLIME D2 IITIT M~ DJLD Y
DR DI XN T B0, B IZMoS 4
HHE DOSMoER PP /hEI NI EREZEZL SN
bo MIFEDHE. EARMAIEDMoS,; monolayer
GET B & MoSEfifE D20 T A
OILM D IZIRS-1TI6ATH LD 1o LT
ERS-11TC{3152AL M T 37,

Mo S, Zi{l #& DMoH o Mz L /cNO
ORAIRBES A, OIS REDIE, Mo
¥4 bEBDORITNIHEDRENEKRTE
ZEREMDH B, ZDF¥, IRS-1, IRS-8K
UERS-11IZ i LAL T L B DIRENOD L
FT-IRZNR 7 MLl L 7c(B). &RWHT 2100 1900 1700 1500
1. IRS-8 K TFERS-11 & il Bl & L Wavenumber /om-!
< IRS'I%%AJ‘{P BENODFT-IRZANR 7 Figure FT-IR spectra of NO adsorbed on
MVOREE IR TEDH B L HICRA S sulfided catalysts
Hh. ST Bl ONOIT RS B DA i L
T3 &G, —H. BENODFT-IRRR Y hWIHNS E— ﬁmﬂﬁ&omﬁ?ﬁ
BEICBA LT, MERST TIHRERL 2213700 S DI EN S BT U7 NOD RS IR IE
A Z R OSSN 5, MoS SRR E DS Mo b A il 8 T RS B354 12 idMo
oA b DEFl B iEMo b BRSO I & B SMRIEEIC @O TN D T & AT
TN, ZNHNODFESIRBIZMINGE ZENTFHEEINSE, ZOFZIZHESIHL, FT-IR
DFEHR L. Mo D53 D HIMOS o FURE & D2 TT H ) ~D LA Y O i R K3 5
ZEERTEEZILONS,

IRS-8

K-M Function Intensity (a.u.)

ERS-11

(&) SRIETHEU/BE . BEAEOENDMe2NOIZH £ D Ik Xhigiy, &
A U T SEA A e TR LA Lééx WERK FT TR AZEZ B & Mo2NODHE A2 FR AL L
BEN ST i DENDSMOD MU I I NTINBA E WL D, —F. WEDEI itk & Z
1o Tid. SR TR U a e iR ik O S XN T B 2 E A2 HE LT
50, Zh S OMEIETEE U TMofF 14~ 1I5HIC DU T & THRARMRT 1 b %
BUTH D, RS, BAEOBICED . COMANPRELLL TS,

L4 [3CHR]
1) INRTELA, SRR, TERHET, (LIRS, 17 EBIRAE e R, (1995), p.36
) B RE, EY 5y bt —, IE SR, 16BN RS RO, (1994), p-31
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YT T T IV > BRMIED B R UK FATER

MKEET. BEERT) Ot RE, L0 B—8, 50 ki, HEEB=, @0 ©

1 =

o |

MY SRR RS NSRBI N Y TF V-T2 F(MoOJALO, )b i 1 245 45
DB R UKFALEMRE. EFVRGIC & O Uiz, BRErIcIE & LT, FER
DIKFRALLE ZEUTT I EHES C-SEEAD PABID 2B CRIT T 5 BBk T k&4,
H6-DRXFNIRUTFAT 2 (4,6-DMDBTY 5, & fokFALER IR A FILF T &
L aHini,.

2.8 :
BOSCES0md< £ 7 o — b+ 2 U—7% Fiok, BHESRRTE. €7EAY
& UT4,6-DMDBT4 5l &4 % LY | 4,6-DMDBT/n-5 7 »#:#(0.001g/ml)% 10ml, # — k
7 V—THICHRAAN , FIOKFALEHRRB TR, 75 Y VB9, 1-AFNFT &
Vg — b7 V=T HIHEAA 7, Sl0.5eld. FRICEEICHAS, HS/H =5/
95 vol %R, 360°C-2hT FHBULMIREST - 7285, REHEWT ICIINL 7o, kst
B3 RISRE300C, FIKHEE2.5MPa, RIGHRI60minD &t T - 720 KISHO%
HA B O E & 1L FID-GC (Yanaco G3800)ick B 47 -7, & 7 7 i D NiMo/ALQ, fih idf
(KF-842, NiO : MoO=3 : 15wt%, A &/ w F = > 3-El) & CoMo/ALQ, fiirit (KF-742, CoO :

MoO=4 : 15wt%, FIB)IZ DT, KB - d R ESRB AT - 1,

3R LEE |
4,6-DMDBT D B R it b — r~ %Flgurc LiZmRd, NIMo/AQOSLQUCoMo/AlzosﬁmmL,J: z
4,6-DMDBTOBBRRIEN — ME. S FROEIKEMLINTH SHEETHLBERE R 5
BUSREROKRACBER) & « BRE PO B 3 13 RISEBEEBIND —>TH b .
Iﬁ’*‘%ﬁ-‘ %Ji{%co A %}lzﬁmj{zkiﬁ‘%%&‘a‘u? Bz, 7J<?f%{tﬂmﬁ"1b-— FBET B,

H; c g c H, ,; s Hs

46DMDBT

H,S- /i

PR L%QJ

Hy¢

CH,

A6
Figure 1 4,6-DMDBTORFRK N — b
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MoOy/ALO, fikil D JBamhi B TRk F (g k& Table 1iZiR g,

Table1 MoO/ALO, filit Dl R Uk e LiE

BEE‘EE’&. KRBT
1414 2 B (%) _ BHRM(%)
Ads Bas Cas H  EER%) | 1-MT®  sMT® L $(%)
IRS-1 84 13.7 1.8 155 39.4 50.0 s00 279
RS2 60 209 29 134 432 . | 495 505 320
[RS-3 87 13.1 19 165 - 406 50.8 492 80
IRS-4 62 17.0 35 121 388 485 514 279
IRS-5 87. 112 15 17.7 9.1 50.8 92 W9
RS6 90 126 19 164 39.9 9.9 s01 312
IRS-7 126 152 20 177 475 503 97 330
IRS8 111 12,0 16 176 @3 50.5 495 272
IRS-9 99 135 2.5 168 4.7 524 476 278
ERS-10 7.5 8.6 17 185 362 506 494 293
ERS-11 7.3 ‘9.8 28 192 392 50.6 94 - 233
ERS-12 118 9.7 40 - 183 438 515 485 . 215
i 80 13.1 2.3 16.7 40.9 50.5 495 - 288
NiMe 150 555 51 19 715 315 685 563
. _CoMo 09 407 9.2 15 523 354 646 383

{2) 1-MT: 1-methylietralin, (b) 5-MT: 5-methyltetralin

MoO/ALO, bl T, 4,6-DMDBTDIE{LHEIL36.2-47.5%(FH#E40.9%) T H B, i
¥ U T IR ONIMo/ALO it T1377.5%, CoMo/ALO, it 714523 % DIE(LEAER Uy BY
REOFROZNEFICIRN TS, EFYPRFELE RS &, MoOjALO, Sl o35
& AR KBS N THERE RIS W TORO KT REEREH)IT16.7% & 4 5%,
HO#40% % 3. MWBRKFILBEIRESYA, ). FRBUKECRBRESRMB, NI
{. EEMBRERMCHI EEAEERL TN, —F, NiMo/ALO, CoMo/ALO, fil
WARGES, HIZEh€h1.9%, 1.5% EIEEAYEEEY . EEMDIIHD R X
N1cB Ty 55.5%, 40.7% & MoOyALO, itk iU Iodg & DH3-4E DILE TH - 72,
C ol DT L, MoOJALO, MM A AV Ig & LAk, BB TH -7 UL, ALl
DTk, NiMo/ALOSSIEC 315.0% & MoOJALO, B4 i L 484 D2AE & 1 2PE |
UREE & 75 Fobt, CoMo/ALO, il T1:0.9% & MoO/ALG, il % R\ 7o 8D 1053 D138
BOWRER o1z, Fioy LAFIIVFTH Vo OKRFLTE S, NiMo/ALO, CoMo/ALO,
BEED56.3%. 38.3% 1% LT MoO/ALO, fib 8£1323.3-33.0%(F #i831.2%) & {&l s 7K
FEFHTHB1-AFIT NSV ESAFILT bV v OERRARFLNIED
NiMo/ALO, CoMo/ALO, I35 o /oS- A FIUT b5 Y L OMEBIREENIE (IR - 7. -

I REITRA LTI, FERSETHB ULAME L) S SBETHREI Lo
DBBRTE T K FALTENE & DICHETRERTS -7 MERARNKEOPH, HRKFEKD
EMZ X B EHEOELIMFICR o hitdh - foo MoOJALO, kil D I B Bz Uk FefbiB i &
- biE DBE AR & DRE{E A Figure 2{IR Y . BERLRBEDSW0CHS600CE LR T BICD
NTRERCKENZEEN LN 5T cOI EIBL T, ¥ 5i2450°C, 550°C, 650
CTHRINIMY TERT UNENH L EELS,
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50

40 -

30

Conversion !/ %

20

350

Q
O JkFEAbLiEHE:
@ IRBRiEHE
4_%0 . _séo
HREBEE 1 °C

650

Figure 2 JBSRR UK Fobif e o b 0 BE RS L EF 0D BE %

4.8 SCHk

1) G.Lucken et al, J. Am.Chem.Soc. 87, 213 (1965).

DWE B, B KRR HE R, iR 37, 368 (1994).
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PR TFF T x v ORELBEEIC BT A Mo/ Al OMBE N (2)
(HETAT) OFEF % - =W #-% B - s

B

1. %8 - .
190 6AAERBMBREST DM SNl 2 FEOM0;/ALOMIED 5 L 4 M
(IRS-1. IRS-6. ERS-10RUERS-11) # B, HWMAET I h I THRA LT E7zMo03
JALO M E TRV F 4 T = v (DBTYOKRALRIE LS HDS)C B4 % MR TER
AR % R BRRET L7z,

2. B .

MoOa/ Al,O; DMEBLFARIC I VT, EEH256m2/ g, MALEM0.647ml/gDALLO3 %AV
T, HEAMICIRS 2L [ CHETMo0:8%6, 12, 16K IF20wthDMEEZRAR L7z, HHK
B REEREER K GEREZ A, 042084 nmOKRESITHD o AME2g %0
R Caecl AR L TRz, Mii% RIGRTICH,S/Hy (S 3RDBAF AT 400TT 3K
HF R L=, BKISEE 260-340C, REHARE 50 kg/emz, KEHE18I/A,
WHSV70ht, DBTLOW%SIREE (B 75U V) OFKTCRIEEI T2 FIBER
WITBERGC-9A FID FAZ U b5 7 4 —CRHT L7z

30

‘Copnversion of DBT (%)

24

- MoO3 (wt%)

O E1 EY) 77 ERRODBTOZEIL LTSS
O0.0,0,@:@: 340T, O, I0,=,M: 300C, AA 4 & A: 260T;
@ M AIRS 1. © 4 IRS-6, ® = AERS10, @ M AERS 11
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3. BREEE B SRR | :
T OfEE S DBTOHDSICTER AR L. ERPIE T2 VBEPRTY 7 RAF AN
¥ EV(CHB)CH o 7co B 1ICMoO3DIBFREICH L TDBTO LA LEE Ty Lz, 7
NOEET b BFE QWM v, 472 L d20wt% T THDBTOELRAM L LTH
D, FIC340CTRERMISHMLTW 5, BESE D260 CRUB00CTIREFEEOR
FICERIIR TV B I EARH 50, 340CTRPRPEVEEZ R L. BICEBETHAN
L. BERUIREE #400CTIZ L7ZIRS-6Tid, DBTOLELRITWANBEWEETR Lz, - Ld
L. PEEAETHAML, SEREE%400CIZ LAZERS 11T, RRBEWMEE 2ot H
2 IZMoO3DHEFFRIZH L TDBTOBP~DHE(L# %, & 3 IZMoQ;DIEFRE 23 L TDBT®
CHB~D{bREEhFNRT O » P L7z, H208RIE, BLALHIOERERLT
Holzo MISIKBWT, IRS-6ZHVHARIEIN340TTHOARBNELR L, £
CEBEOEREICB T 2ERPOBP~DORBIRBELR T, MALOEE D IFIT0%IZH
EERL, ZOHEDPOIERYERBIZOVTHBBOEELENDLLIZEDAL
Vo BLEDFRIZ, DBTOHDSICBT, HiFFEE CHB L A, IRS-1, IRS-6. ERS-
10K CERS L1OMICHABEEIC X A2 R E XV, IRSE6TRLNS L 12400CHRE
RERTOHEICLELEEY A B LR, SEHEZELESEIBA8B L EE2RL
Twvib,

(7]
(—

[
—

Conversion of DBT into BP (%)

MoO; (wt%)

g2 YTV REODBTOBRP~OE(LE I R I HE
TYRVEELIICAL
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Conversion of DBT into CHB (%)

12 16
Mo()3 (Wt%)

K3 &Y 77 VEREDODBTOCHB~DE LR ICRITTHE
SURNEELIIZELD

3 1 2REHOFREIZBT 2DBTORLE K UBP~DBiRH

Conv. of DBT | Conv. of DBT |Conv. of DBT | Select. for BP
(%) to BP (%). t0-CHB(%) (%)
IRS-1 260°C 0.7 0.6 04 87
(MoO,: 13.3wt%) 300°C 6.1 5.7 0.4 93
340°C 16.0 14:3 1.7 90 .
IRS-6 . 260°C - 0.9 0.8 0.1 89-
(MoO,: 12.9wt%) 300°C 6.6 6.6 0.6 2
340°C 182 16.2 2.0 89
ERS-10 260°C 0.8 0.7 0.1 88
(MoOy: 11.2wt%) 300°C 6.1 5.7 0.4 94
340°C . 14.2 12.8 1.4 90 -
[ERS-11 260°C 0.7 0.6 0.1 85
(MoO,: 11.1wt%) 300°C 4.1 3.9 0.2 95
340°C 12.8 11.7 1.1 91
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Part 2

V205(5wt%)
/Ti0O2(96wt%)



Y/ 8 BT VT - I N—THRHNEB

%EEH\uTo2omvu—fmﬂﬂmowrﬁﬁb,iﬁﬂ+97ﬁoﬁ%\
fiiE e L Rk E OBBREFBELNICT B,

. VIn-X ¥V —X (GBMmMFxZ7&YE—val)

HEY : EEE S TORNT, AREOBRV MRV P OB RS ORI SEICEN

: L5 ERRWELRE, ZOPRIIHFC TIO-3 EECBEIHAETH -, BIRME
DEBWFNTPTHROBENRZBEVC LI LOTHH ETFRIND D . 5 5
75 ) EB—areENL, BEEORR, B BLETHIZ W TENWE
CERSY R el

H_E—%
Table 1. Preparation Conditions of V,0s/TiQ, Catalysts.
Starting Solution Treatments

Catalyst Support Method Solution NHsVO; Evaporation Drying Calcination
Concentration /mol dm™

VT3-T TIO-3 T water 0.0361 water bath 383K, 18h 773K, 5h
_vr4r noe-4  ____________5h ____ inair ___ inair _
VT3-K. TIO-3 K nitric acid 0.0392 water bath 398K, 12h 773K, 3h
_VI4K TIO4 pH=40 __ 12h ____ inair ____ inair _
VI3-M TIO-3 M oxalic acid 0.735 water bath 383K, 12h 723K, 12h
VI4M TIO-4_ ______ 10moldm® _______ 3h _____ inair __ inair__
VT3-§ TIO-3 S oxalic acid 0.0630 -evaporator 343K, 2h 773K, 3h
_VT4S TIO4 043moldm? ________ 2h ____ invacuo _ in oxygen
VT3-N TIO-3 N oxalic acid 0.0551 water bath 373K, 24h 773K, 3h

- - - 0.32 mol dm 3h in air in oxygen

2. VInKm ¥V —X (WMEO pH OZE)

BHY: SO pH HREAT V7 BBELRET IEERET TH DL L TREND,
SEBERD pH # B S/ EREHI YW THF ¥ 5 7 F VU ¥F— 3 v LIRS
21T, pH DR ZA LT B,

RE—R
EENGMNEEH | pH=2.0 pH=4.0 _ pH=6.0
TIO-3 ' VT3-K2 VT3-K4 (= VT3-K) VT3-K6
TIO-4 VT4-K2 VT4-K4 (= VT4-K) | VT4Ké

CAE, FrROIEE GEBRE) CTHMsNE,
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V205/Ti0, (VTn-Km)iR BiE

GERAET) HREH, BRI, KLMKE, S5, SEHE

V7 —K (R  Swi%)

R\ REE pH pH=2.0 pH=4.0* pH=6.0
TIO-3 VT3-K2 VT3-K4 (= VT3-K) | VT3Ké
TIO-4 VT4-K2 VT4-K4 (=VT4-K) | VT4-K6

*ETFRPO VInK3S IZSEF L < pH=3.5 THMINALDOTHS

ERIRHE

TiO, : AlfERELBBANY JRC-TIO-3 38 & O JRC-TIO-4
NHsVO; : BR(LEHM FW:116.98
H,0: A A L35k

KW
1.. NH4VO; 1.70g(K4 DBETL 1.607g) 2 FE&E L, 500ml B —F—iz AN 3,
2. EOE—=H—IZH0150ml 2MZ, N—F—iN#uc kL VR EE 3,

10.
11.

GLVWTHEL, REORENB LIS,
ERE THRIGHR, BIREHE LML BREEGE0%)EMA B Lok . WED
PH % 2.0, 406 LT 6.0 ICFAEE L, pH A —& —CHERT 3,
TIO-3 B LU TIO425.0g & ENEFREMICHEE L, 300ml B —F—iz AL 3,
ZOE—I—IZTi0, #38  ¥ TH,0 £ % 3 (TIO-3 TH 50ml, TIO-43T 100ml),
BREHR L2 b BMREG0%) EMA b LItk 0, Wm pH # 2, 4 B L U6
IR L. pH BRBRETHRT 3, :
AR LART Y —IZ,3 THHE LR U pH ¢ NH,VO; KB E TN TAMELS,
BEREE IR LS b IEEL(60%) 2 N % 5 = L 12 k0 iS5k o pH # 2. 4 B&
V6L, pH RBETHRT S,
7920 BpRMRR 5, BIEO pH % pH A — & — THERT 5,
BOCHI T THRREKE,
BIRIEF T 125°C, 12h %,
S THR Lk, BEFE, KEETCER,
ZiE  —10°C/min— 400°C, 2h 5%, '

- 400C —10°C/min— 500°C, 3h{E#%,

12.

400C ————o—o—o ER, KA,

BEHBLTHRBEVICES,

) REEEE, O —BELFRIC V.0s O ERR bk, ZOREX pH=6 T & bz TIO-4
THEOLIERXI, > TRIERZEOREIISUT Swnk ) TAS b0 L FHENS,
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EHHBENF IO LMBEOF S8 E -3

(ZEEIR LRFEFR OB %, KE #Hi=

1. s®E#E - VT3-K2. K4, K8
o VT4-K2, K4. K8
°TI0-3, TIO-4 === LEabf 0B

2. ERUEBRUSHE
21 IcPllE _ _
ICPHE:C & &V Ot fFRHE T TARFMHIC L D EHML 72,
(1) BREHI R OBIFYARUREYF 7 A2 5BML, #BRE LK, BHEICT
R
(2) 3B % N EE CER
(3) BEMERY 77 X~ R E 4404 B ICPS-2000i THHT

22 MILAHwAE
KBEARIC L ZMILDHMEILIR, TA7 0205y 2 AMA— P HT-9200% B\
oo BARBEBZH05gHR L. 107°CTHEMBR L2k, BB Lhi e\ LA, &b,
MILERILTHFLIE30A~1,mD BE TIT 2 720

23 IkkEERAE ‘
BETHR AL L A HEMEATE LR, w4204 ) Fora8lra—v— 72300 B
7oo WEMHIOIEFFR L. BEEE. BB gL 1,

2.4 XREIFAE

WHOBBMEL BT B0, E¢E&&£Mmeﬁﬁ(th%mwrxﬁ@ﬁ
BFE LT > %o

3. EBRESR
mffLLeﬁmswt%vzos/'noziiw&Uz@cf)?ﬂ{amﬁllm#ﬁ%’i'iE -1, ®-1, B-23R
T. DLoiRin, TRERLEA,

(1) ICPERIC & B VO #T il iE . 5HIH O VoOpftA A & 13 1Z— B L 2o 4%, VT4-Keid fk
ARMMECHADE L, BB — DBV O LA ZT A5,

(2) XKMEFOFBR LY, REVIS-KEVOsiZ AL T2 ¥ — 2 M S h, VI3-K4
b V0O REBMEFK & v, REVIL-KiZ, VI4-KATHTHIZ, V050 ¥ — & 28
BHOLNhAY, BITHEFOTIO-4EF—TH 3,

) ERERG6HRA L b HomPg T H H , TIO-33E (= 48m’/g)\ TiO-438 1%
(=50m%/g)L b =R EWHTH B,

4) 6K o FHMILEILTIO-S, T10-4#E.1$b:ktf<xé s VoOsDiBHMBIZ L Y, =
KELTHEE LA L ORE,
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1

VT3-K. VTA-K MIEO R EE R

TIO-3 | VT3-K2 | VT3-K4 | VT3-K6 | TIO-4 | VT4-K2 | VT4-K4 | VT4-K6
TiOg 3. #t TIO-3 TIO-3 TIO-3 TI0-4 TIO-4_ TIO-4
W ¥ pH 2 4 6 2 4 6

VoOsfEFFm (wi%)

A AT 5.00 476 5.03 5.02 4.76 5.02

o 4T fE 5.03 4,79 4.46 4.98 477 3.88
MILEIH  (cc/g)|| 0.68 0.52 0.49 0.48 1.19 0.44 0.52 0.50
FEE R e e s [N Rt R v
(€ F{E) 310 790 630 700 400 850 690 680 |
HEER (m’/g) 48 a9 40 ¥ - 50 39 45 42
................................... T C o it e e B e ey TR

MFL | vFEL | MFN firrs-E | TEI R | THEY—H | TEI—¥
X # E # bEpic | b (T2 —& —&R —#8 —#B
VoOs® | VoOs® | VaOs® | W | 58 | vFL | MFN
R BB BB BE P b hic
V205¢D
o # B
AN o .
ATIO; (Rutite) O TiO; (Anatase)
ATIO, (Rutile)

]

28 [°*
C
1. 2.0
2 3 VT4-II'IZ'il
f;l.." V‘I'3_;'K4 :-' VTA—KEl
', no-3) ]| W™K t.. VT4-K2
! N / VT3-Ké 1 B
!,__ \J - TO-4/ / A\/ 11
:
T VDR T i e
o N '-/ =N o L / A\ L)
[TH [TH TH R ] TN
PFORE DTAMEIER AY PORE D1ANETER da)
M2 VT3-K. VT4-K MO MA S H M E

-9702.203.002
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V,05/Ti0, (VT3—K. VT 4—K) MOREME L BHER
(EBRYA%¥) OEB =B (R ILEH) FE 5Eh

1. L BDHIZ , : |
VT3—-K2, 4, 6 BXUVT4—-K2, 4, 6#MEKIZ> T, Raman
ART MADLRABEEE, EJV/%%wFTIRZAﬁb»m6§E@ﬁE
~%mﬁbﬁibto '

2. ERFGIE

Raman2“9%W®ME_ﬁfmﬁﬂéaHTWﬁwk W7 — 7 TR
DFT, RETFTTARZ MAERRE LR, Y TPAOBVERIE, RV v MER
IRV &ﬁ%ﬁﬁﬁ%k%(bfﬂﬁbtuﬁWtﬁ%ﬁmEKQ%NRloo
0T, JIRiX514.5 nm THAIZ200 nw ThHol,
. FTIRARAY PADRE: 7— Jlaﬁﬁﬂﬁ%ﬁ(ﬁﬁFTlR—azo
OPC, FTIR—8100) 2AVTEBETHELE, RE90~110 ng %
BRELTENT 4 RZ I Lk, MBERTELZRRRAEZALANT, 723 KT
PRRALEE, BMEPTCHELZZEREITHRS L, TOREBETEREZHSEELE
%, NEOKERESHE, 473 KTIL5 nindkR L, VYD rOREIRME
ERAEVICHAL, BADHEETFTIRASRZ MAZRIE LK,

3. WRLER
3—1. RamanA_Y LU
ZTHLENDRABDS = A7 MAERLIZFALE, WThOoRKY VEEY

2 &
@ @
8 g
E E
| M7VTeK2
1200 1000 800 600 400 200 . 1200 1000 800 600 400 200
Raman Shift/cm-1 ' Raman Shift/em-1-

M1 SRR 7 ML
- -46-




ZEDBRILTEL . B E—27 L LTRESRDZ DI, BIEFFrOLFAL, T
FTE-BRIDIE—IDHTHok, BIERMHEZER. VELYHEIKZRE L J
BLEARY MER IR LE, VT 3HEEDES. 1000 cn! EREORRY
RFVUAMIEDE—IBR LA, VT 4HEEDES, 1030 cn ! fEICHERE
DVEBRIEMIZ L2~ BBEEhAE, VT4—-K 2 TH 1000 co ! FHEIZBRINT
BRELVERLNRZNWZ LD, BEEHKWLTVWEbDLEELLREB,

g 2
& VT3-K6 2

g | £ |vraxs
VT3-K. VT4-K4
VT4-K2
3-K2 )

1200 1000 800 1200 1000 800

Raman Shift/cm-1 ‘Raman Shift/em-1

X2 V=0fEEoI<w AT L

"'3—2. FTIRANRY L

H 3 ENENOREITITS K CWALAEZEY VDI RARZ MLERL
o WTFHOREHZ S, 1610, 1578, 14488, 1449 cn LI LEAAIHBRE LAEEY
Py (Lpy) kdRILE, 1636,1538cm ' W BBA O Y Y (Bpy) I
LB BRGN, BECEBILFF L LTI Lp y?D 8 ae— FIL 1603 cm !l iz,
LT LD8 aE— Fix1610 ecn iR oAD, WD 1610 cmn! ORUY
2111603 cen ! DRFIIALNT . WThORBHTLEEAF T AITED
TEABLTWB LFERTE B, :

M ETDB p y D 1537 eml D8y ROBRIEREIZ R TB Lp y D 1449 cm!
N FOBRFEBROLERN 1 L LT, ZOEFLROD-REE RO BT ERY
DOBREBLUVREOEZRIIF LE, BEVVT4-K20DE, BERA
DEEREIEN T,
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Absorbance

Joz

VT3-K6

1700

1600 1500 1400

Wavenumber/cm-1

Absorbance

1300

VT4-K4

VT4-K2

1700 1600 1500 1400 1300

Wavenumber/cm-1

K3 373KTEHEMEICRELIEEYIIDVOFTIRANRY ML

3 %-VTS—K\ VT4 —-KLEDL, BEEA

BEA ¥, 1019 gt

it 4t Lpy Bpy Bpy/Lpy
VT3—K2 2.3 2.2 0.92
VT3—K4 1.8 1.7 0.94
VT3—-K6 2.8 2.1 0.75
VT4 —K2 1.9 2.9 1.53
VT4—K®6 1.8 1.2 0.67
VT4—-K6 3.2 2.6 0.82
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ia

F I TIHEENT Y AR RED
VB S UV-vis AT ML L BF x50y ¥—2a v
(FARI) Ofr# it - BPE#

1. iil,am_
mcna;anm4%ﬁ¢met%5 7mﬁnfv¢Amw%mmw#vva
)X — g VEHEKE UVvis A7 VI E D TR oz,

2. %Eﬁ

ARy PIVRIEDBIZIL, %ﬁaﬂkmocvﬁﬂmi%smﬁm mikﬁ(ﬁo
Torr) 2 BEM, HZEHEFRI05EORAE LT 2o 7. (V-vis A~ } JUI% Perkin Elmer it
Lambda 19 THLHUETE THIE L 12 S :

LERLER : ,
F@1LmCﬂm%ﬁﬁtLfmwtwp§Mh%ﬁ®?%ﬁﬁU%mzmybw
R TRTORERFT, Fig 1D VK DARY bIIZHSLRS L H1Z, 300 nm
izt —rdRhohiz, T, TOE—7 OMERVTRO Vo0gTiOy BETH K
XHEVERLN Do, ZOY -2, FIoT7 LB SR ABMED /N F YUY
AR EIC LA D EEZ LA, —F, 400mm & ) RERBCECTREAFLD
BETEVWHRE SN, VIIN, VT3S, VI3M Tid 400 mm L Y RiFEOHR (THAESE
B) RIEARLNBEDICVL, V3K, VT3T Tl OWRIUIRERTE v, Ihb
ORIIE, (H—MLEENELRTVENE ) PREMTHE2HY) 6 BEUSHEEON
FIv AR ThEEELI LIS, DEOER LD, VIIN, VT3S, VI3M Ti3, 4
BAE DN T o ABMEWREITINE T, 6BALO/F VY AR F 5 =7 LIHE
TAIDEEZLEND, —F, VI3K, VI3T Tid, NF Vv LRBRIWEF & =T LTS
R CHEETAIOLEZLRS, '

2.5 — _ .
1.4 VT3K
8 g
5 2.0 B 1.2 VT3T
(%] : |+
g 51.0
Loq.5 =
g 2 0.8
= =
2 1.0 = 0.6
S =
Fl 0.4
05_‘ ' " =] )
2 VT3K . 2o
0.0 T ] 7 - 0.0 T
200 300 400 500 500 400 450 500 550 600
wavelength / nm - wavelength / nm :

Fig.1 Diffuse reflectance UV-vis spectra of VT3x samples.
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BEBRFREDLIE, CTRALOMERHAVERYECORMLIZBNT, FRETAOM
BTERIVA VBROBREFIIKRERERTHERL TS, VIIN, VT3S, VIIM 2 A
WtEE, KL VBIERT 24, VIIK, VIIT ClEKT LA v BOARIEE
LRGP Tze TOERERDIHTE UVvis A2 MOHERLZELHEEL L, o
EDL)RHASFTE D, NVEVHLEARTL A VEERERT 5B FOENEIL6
BCALD/NH T ABRMLHETH 1), VISK, VI3T T ONF3 9 AR iEA sk b
K#EL&wtbﬁm7V4V&ﬁiﬁb&#ot%wk%iaﬂéoit,cmﬂﬁ
KARRORINDMEL, BHEBAEEELORATICE 2 NARPHEIC L D EE L V=0
DEEDMIEL T 5B,

Fig. 2 {2 JRC-TIO4 T & & L TH Wz V205/TiO2 Sl O EUT ST UVavis A2 P L
2R LI WTFROBBOARS FVIZBWTH 300nmm 72 0 ICIZIZR ClED ¥ —
7 WHERT &7z, 72, RC-TIO3 R BGIIHWIBA L RL Y, THENREROBILIC
REGEFRIALAT, TAE-IIHRTER Y, TRID, WFROBEICE VT
bNFU Y AR 4B THEELTSY, %nfnwmmvn¢/¢A&m%@m
BICRE BRI DEEL BN,

PEOERLOWTROIBELTHVW TS S+ Uy AB{LpiEIZE - 4 B THEL
¥ 72 JRC-TIO3 2 BV7-14 6 EE{IGD%?E VIRETAMBIERT A EELI LA
%O

o
o
|

-
)]
1

o
wn
|

VT4T

Kubelka-MunK function
o
|

L= ]
o

1 ] | 1 ’ | ] 1
200 300 400 500 600 400 450 500 550 600

wavelength / nm . ' wavelength / nm

Fig.2 Diffuse reflectance UV-vis spectra of VT4x samples,

Fig. 3 IZHHBAFIC IRC-TIO3 2 AV, pH DR%L A EFRER L D FABL 72 Vo05/TiOp D
RS, UV-vis A RS MVOFERER LI, WTRAOEE TS 300 nm &7 1 (21312
CREOY— /2 RbN/. TR ) IRCTIO LTC/SH Iy ABMESO AL 4 B
CHEAETHLELXOND, THEXABERICEETSL, pH=2 DBRTEE L
VT3K2 DAY MW TETHRIER LN 555, K& tc:gwm%; TERWV,
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Fig. 4 IZIZJRC-TIO4 # Ay, pH DR L 2 5B BB L VAR L7 V20s/TiOy DILELR.
B UVvis A7 MV OFERER L2, ZHIZDWT b IRC-TIO3 DA & DR A
/oh, ﬁﬁiﬁn%x?A&ﬂ%@k%ﬁﬂ4Euﬁrﬁbfw%t%x%né i)
FARROBI OV TS, JRCTIO3 AW 54 L RIBOHRAE L 1, pH=2®
BREMTHB L 72 Vo0s/TiO) THOMEE & ) HETFHVIBINAE SRt

FRIEBONF T 7 ABALWIEN pH OEA/NE 2 212DN, LD AS LSRR
“Bo DT, pH=2 DEREW T L7z Vo05/TiOy BEIZ OV TH, 6 Bf0S
BED/NF I 2ABMEC L 2D 0L EbNE THRAROBIAHIEL - = & #F
B3Nb, LPLZOFRENRD pH OB D 13+ ¥ ABEMOME OBk,
WASS UV-vis ARS M Vb b Ao lek 23, FEINSY, BESEEICIEC O
PHOMREBE LRz, d Lz, B+ 2C ECE Y ERFROME ED/F
T ARLMBORENEIL L, pH OBV ERE L2V C’)(«_&of‘@’(‘#i&w#c‘:ﬁ%‘
XHNB, THUEVy05/Al03 THRBD I LIHR S TS,

3.0 1.2 —
§ 2.5 £ 1.0
.§ ) .§
8 2.0+ 5 0.8
£ 1.5 T 0.6-
= =
; = VT3K6
& 1.0 g 0.4~
2 VT3K2 5
M 0.5 M 0.2

VT3K4
0.0 l , = 0.0=— T T ! |
200 800 400 500 600 400 450 500 550 600
wavelength / nm wavelength / nm
Fig. 3 Diffuse reflectance UV-vis spectra of VT3Km samples.

3.0~ . . 1.2 =
€ 2.5 § 1.0
g =]
g 0
& 2.0 8 0.8
= E

1.5 5 0.6
= =
£ 1.0 : £ 04
2 VT4K2 2
M 0.5 ¥ 0.2

0.0 T 1 — 0.0

200 300 400 500 600 400 500 600

wavelength / nm wavelength / nm
‘Fig, 4 Diffuse reflectance UV-vis spectra of VT4Km samples.
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2R AEEV-0 5/T iOZ(VT3-K2,K6,VT4-K2,K6) D
F¥ I35V E—Y g LU

GE@AHET) OftHE., NEREBAN. KUk, Bx, &8 1§

HE
TIORIER/ ST D7 MO T, BRRIES K UMEIE 13 2 LS O V2057
B DpHRREBRH T 5. |

xR :

(1) PR . BEROMPEVITZK & VT4-KiZ DU T VaOs/k i 8 OpH 4 B 8%k
WTAGIHA LT, ABETHER LU, (1] 4 EIZHEKEEOPH%2.05 L 176.0i2
LT, 4BEOMEE, VT3-K2, 6, LUVTA4-K2, K647, pH3H
WUNDOFEX T ~THER ERBEIC L, .

(2) 44347 FT-IRRAZ b )LidPerkin-Elmerit FT-IR1760X BI3EE 4 FIL VT N
ISR XD B Utco RFHIKBrRTS—10% I BR U THIE Lic, 227 b
N iZid Kubelka-Munk i EE 2T OB EE R R Uiz, XPS AR b VIT B BB
ESCA-850MEIEFICTHIE Lo BEHIMERE L, 6x10-PaDEEF THIE LTz, B
HXHRIIMKA(1253.6cV;8.0kV-30mAVEFI L v, B EHIEILCLs(285.0eVITHT o 720 S E—
7 C1s,V2p,V3p,01s,02sF L UT2pD4FIKIZ DL T, natrow scan X7 h JL4487-, ESR
(& H A EFIES-PXI0S0RIE: AT, BETHUEL . BBEY L FILEIC D5,
TAOBER U2 B Uic, £OIRRET3000CTINMBIAE U230z ST b Al L
T ANZ MV OEED Tz, 8- A MM EEMLE L TY I 2 b—Yn Vick Y IE
BicxH 3,

(3) AREY . CO—RMLRICIIEFERMBRIGEE L AT, 2¥D X5 127 -
1o AREEI00mg A f LN, 3500CC, 1h(02 2%He& i FIRME 217 - 124, ZOSHIC
COZRA(CO02=L) LT, £k FE (3500CT) K% HE LI, Hidi330ml min-1 -
Lo 40 - 0minCEEE RSB S i,

ER :

(1) FT-IR:2MMIVT3-K2,6% LU VI4-K2,60 FT-IRRA 7 |k JL4Fig. 132 e
BEDIDITHIRPH3.STHB U/ "VI3-K3.5" L "VTAK3.5"D X RY MU b LIz b
THIZ S V205K IR E— 7 BEH S h¥. BIFSRETHSIEERT I T
BEIIHZ BN, PHE K UHEHAKIC X B RO 2R S DS f L 513

SINGITN,

(2) XPS:2RBMIEVTI-K2,63 L UVT4K2,6DXPS X7 b L& E— 2 {4 Tablel
KK ED, WM E— 2 HICRBBOEOMZED Shitl, V2pl 2D MR Iz ¢
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POENDA SNDE, TDARYT bNVAEFig2IZRT,

(3) ESRIEESRANR Y MUEABKEOpHIIE L5750, 1 ﬁih.ct BHINIEENG
T SN Fce MBMEIC LD, XY MWCRSTEILER SIS REREMLL
oo M()w—A—%EHBEL T-THODERELZRHE D - oo TOREETable2
IR VIO AR7 MVRERN-Sh SV T 3EMNAS O, Fio, MBLEIC
L BHEFALD VT 3 BBDKRE LT EbB 1o HlELT, MBEDRRY bILE
Fig.3IZ7% 9o ESR-/$35 £ — % idsimulation47 5 B THRD 5 FETH 5,

(4) CO-Oxidation:VT3-K2,6 % & UVT4-K2,68 i T, C o WL R LT %
3500CTHIE L 7o, £ DR REFiB4ICE LB T BE DD, "VI3KS"E XU
"VT4-K3.5"D#HER bINA Tz, VISHMENVIARAME X DS, £, BER
VI3TIpH3 S TRAGMEER L. VI4TIEIIpH3STIRE &7 5 72,

[1] #HRS&. 1993GHE, 1994FEESRMERa TRE

NI

™7™ 3000 72000 2 1500 ™ 1000 M 450

Fig1 SEMIEVIIK2 - GHUVTHK2-6OFT-IR XA b 1 . /f
e 528 24 s 516 ‘
’ Binding Eﬁcrgy(cV)
Fig:2 SIAMMVTI-K2 - 65 (FVT4-K2-60)
XPSV2p A~y hIb
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Tablel BEMKEVIIKS, 6RUVT4-K2, 6DXPS/S5 £ — ¥

samle Vap 1/2 . V2p3f2 Ti2p 172 -Ti2p 3/2 -018
TiO3-pH2  518.6 523.1 4602 466.1 531.6
o (2.00) (L58) -

TiO3-pH6  518.8 523.1 460.4 466.1 5316
(1.89) (1.50) '

TiO4-pH2 5187 . 5231 4602 466.0 5315

L @Iey (1.45) :

TiO4-pH6 5189 - 5233 4604  466.1 531.7

(1.90) , (1.56)

) PN BUEICISCES V) K

“TableZ BEBELVT3-K2 - 6RUVT4-K2-60
V(IV) ESR - SignalQAE04 34 8 D i

Sample ' H{[VIV))(Mn(ID)]}
VT3-K2 59
(VT3-K2th) - 13)
VT3-K3.5 52
{VT3-K3.5th) (1)
VT3-K6 53
(VI3-K6) (14
VT4-K2: 3.0
(VT4-K2th) (4.3)
VT4-K3.5 1.8
(VT4-K3.5th) L@
VT4-K6 22
(VT4-Kth) @1

Fig.3 zgmggmm-mthmf\_m-mmoﬁmzxﬁ b
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-
o

CO2 Yield/%

[ S [ ] (..}

o

TiO 3 TiO 4

10
- 28
[ g
T ] "
% > 6
7 8.l
4 7 / Ot .
ZIRIZIRIZ1H N Z 112101z
pH2 pH3.5 pH6 pH 2 pH3.5 pHE6
& sk 30mi/min
O #& 20ml/min
BREt
10
©  TiO 3 (pH3.5)
B -
2
T 6}
Q |
~ 4
o o
8 [ o o o)
2 -
0 L 1 " | I [

0 20 40 60 80 100
"~ Time/min.

Fig.4 £2WBitiVT3-K2 - 6% (FVT4-K2-6D CO-BR{LiE ik
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TiO, 5 V,0; Al O FIRZEST(TPR) & ~ ¥ VBL RIS
(BRIT) OFEE B - HBAERK - BREZ - #AE— - KiKE

1. BT
V,05-TiO, iz 2V T TPR HIEE L PRV ¥ VEBMER IS 21TV RAEC BT 5 pH O
| & RS T -‘/“Tfﬁofﬁi‘éﬂ:ou_\ﬂﬁ%‘# L7z

2. EW

AU VBLEIGE SO CO BMERS I EERFERBRISERE BV TITW., £59
EH AT 0 THHT U, BEREH U TWRT, L ¥ VBRI B8 7 X FI 100ml/min,
H R AL Benzene/Oy/No=2.2%/20%/77.8%, Fti%E 0.1-03g g D -7 A IFTHR) .
$-{E@IT(TPR : Temperature Programmed Reduction)#J 7T i% Rigaku Thermo Plus TG8120 %
Rwic, 773K, BRFRTIRH T 30min MEL ML LARERE CREZ T, B He T
— U Lk#%, HH, SEFEE SKmin TEILARY M ERIE LK, BET HEMIiEE
Bx AV, 723K, 30min BEKH CRAEE, —RBICEYRIE LK,

3 BRLER
3.1 TPR(Temperature Programmed Reduction)#l| €

Fig. 112 VT3-X U —X® TPR AXY M EBOTHBTRLUEL, EX—27 Db EN
DIXWT O S00K i TH Tz, 550-650K HEICRONBBTY— 2 Q&AL
M<N<S<K<T DJEIZ LTIz FBM A~ 7 F LT, VI3N, S, M DAL 773K TET
AIFERT Lz, L LRSS, VT3-T, VI3-K i Tt 700K ME T H N EOBT Y
— 7 BROLLN, TBKICELARATHRTITIRT Liadofk, VI3-T, K ZX¥ U8
ERBI B TERY LA VEBO~NBREMLAEE 2V THY . ZhBEREAFST
EORLBETHEDOEOPEBYERIGIZ 1T 2BRIEDEVIZHENTH B 056 LR,

Fig. 212 VT4-X Y — XD TPR A7 bV &R LI, Fig. 1 L8420, B —27 0l
KB pH & 57" 600K fHEIZE Nz, £, BRBA T VT4-K OBHH 750K (H3HI05E 2
DBTE—2 &R LI,

Fig. 3 38 L W Fig. 4 12 VT3-Km, VT4-Km & U —X® TPR 2% k%R Lz, TIO-3 2
FEBWOTEE )BT — 7 OBAMERE pH IZ & ¥ K2<K4<K6 & EFHBEMIZ 7 FL
oo Eiz, 700K B EORBRTHHUBOR LY -/ RRONE, —F, TIO4 BETIE
pH 12 & 59985 & — 7 AR 600K (HEIcHAL, BRI Tk VT4-K4 D42 760K AT
GBI E— 7 2R LA, pH & OMEBEIRIZ>Z 0 Ligvy,

Fig. 1-4 @ TPR A7 bV % 650K T, 773K £ T, TRKIZRFLIBEE L 3 H%IL,
ENENOEEICBITIEEEL KD, REHEE Table 1 LT Lk, BRENG 73K ET

DEEREDIE, MBI L 59 V0, BT V0, [IGET ENTIBA O ERIE.88%) & iZiIE—
B, VInX U —ZXCid VT3-K, VT3.T, VT4-K T, £/ VIn-Km ¥ U — X TiZ&V pH
THL LA BT 673K £ TORTEMRD R,
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DENBRENPTHEH DR, RUEUBRRGIBT S ERERB I LT e —

7 PERANC H B ERARD b,

dw/dK

N S T IR | L PTIT APURS NPT SR SR
300 400 S00 600 700 800 300 400 500 600 700 800
= Temperature / K ) Temperature / K, '
Fig. 1 TPR spectra of VT3-X. ~ Fig:2 TPR spectra of VT4-X.

5 X
3 3
P RN DTN DR R P T N T R
300 400 500 600 700 800 300 400 500 600 700 800
Temperature / K Temperature / K
Fig. 3 TPR spectra of VT3-Km. Fig.4 TPR spectra of VT4-Km.
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Table ]| Weight loss in TPR spectra of VTn-Xn catalysts.

Catalyst weight loss/ % Catalyst weight loss/ %
~673K  ~773K 773K hold ~673K  ~773K 773K hold
.- T0:3 004 __ 008 006 _____ e .
VT3-K 0.62 0.90 1.00 VT4-K 0.48 0.70 0.78
VT3-M 0.75 0.89 0.91 VT4-M 0.71 0.81 0.85
VT3-8 0.71 0.86 0.88 VT4-S 0.63 0.71 0.69
VT3-T 0.57 0.87 0.94 VT4-T 0.62 0.76 0.75
__VI3N__ 073 __ 090 __ 090 _____ o . S .
VT3-K2 0.55 0.80 0.82 VT4-K2 0.72 . 0.86 -0.90
VT3-K4 0.62 0.90 1.00 VT4-K4 0.48 0.70. 0.78
VT3-Ké6 0.46 0.74 0.75 VT4-K6 0.54 0.68 0.68
3.2 VTn-Km O R FE

Table 2 {Z BET REHPEDRERET L1z, HH TIO3 DBL, REBCITE A L
RoNgwy, TIO-4BEICEW T pH=4 U L CRERNET B Ao,
Table2  Surface area of VIX-Kn catalysts.

Catalyst VT3-K2 VT3-K4 VT3-K6 VT4K2 VT4-K4 VT4-k6

Surface area/m’g”!  39.5 41.7 40.4 41.3 46.4 45.1

.33 VTon-Km ETORPUB{ERE

Fig. 5 & Fig. 6 IKA 2 U BMERISICIIT 50 ¥ (bR & REHY - ) ORSEES
AU, REML Y ORISHEE TIO-4 BEIZHYVTH K2 > K6 > K4, TIO-3 3517 5
VT K2=K6>K4 DFFIL 2o, K4 OFEMERMEN O AL RO g, ik 0.3g)
EBPND, ZORRBBAEFRNFTHS,

Fig. 7 QiA=L A VBBMAYBIRE 2 KISEED &L UB{LRICH LTR L7, TIO-4
BETIE pHIZ X Y MA BIRMED FEFIE K2>K4>K6 T 0 PH BMEVME EBIRE B V|
M%7 Lic, TIO-3 EDFE, pH=2 THEAIE MA Q&R b, FDMOBEEIT
CO, CO, DHMPER LTce T2, 181K TIO2 DREEATIZ & 5 TIHNEED pH 2 5%
MA BREBIE R 2EABNRNE, 7o, HEEOHME & FEET ntile #Efﬁ:(Troa) el = T
T anatase JA(TIO-ANZ 31 BBIRMES TV = & BEER SR,
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10 3

Conversion / %

(=9 o0

: —
Rate / nmol m™s
i Iy

— P

40

20+
300 320 340 360 300 320 340360
Temperature / °C Temperatute / °C
Fig. 5 Conversion of benzene Fig. 6 Reaction rate per surface area
as a function of reaction temperature. as a function of reaction temperature.

OVT3-K2, AVT3-K4, BVT3-K6, OVT4-K2, AVT4-K4, OIVT4-K6

10~

Selectivity to MA / %

0 40 0 0
Conversion / %

Fig. 7 Selectivity to MA as a function of conversion of benzene over
OVT3-K2, AVT3-K4, BVT3-K6, OVT4-K2, AVT4-K4 and [IVT4-K6.
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RALKFE % W7o NOEIRETT UG (30)
—FLAOWHRET NI FE A0 MR VI F il s —

(lLRLKA) ORIBXR - ZHEH

. 1. HE

EA T4 MR, BIGRE EDE S OfRA, RIKTELH VAN O BIREAMZRTRIE
(DLTSCR-NO L BEED) ISR EITH S, HMEMEH D P TIZA1,03 0 D B WN, [ 2 R
L, EHICCoHENERBERETMT AT L1k h ZDSCR-NOFHHIZA LT 512, ALO;
KMEABMIIBCTEH L OTRMF S 5. DAl BAIZLED L) 2ALLO3HSCR-NOIZ
HT2PERFLEELLY. Lil, BREBERHRNMLARTEEN LD 2A1,03% 8
NF L VADOIEFILIZE A L, _

ECTHBATIE, BERER L L THERDOEZVCoR LY LI, B4 LTHKALO3CCo
&R0 L 7oA (Co/Aly03) DSCR-NOMEMEIZ DV TIRET L 72,

2. REH#*

2. 1E A

FERITIZALO-2~7 (MRES,LRE S NASEME) BIY, 7TVIzvAafvTO
KXY F (SMBEILFH, ME.999%) % BHUKE BV TIKGR L T MEEFE2973 K,
24 h, BRPTHE L THAB LML 7 VI FALO-AD 6 BEO7 VI F2ER L.
NaB X USHI 7 /v X F(ALO-Na, ALO-S)iZALO-AIZ £ NENNaH(CO3);, (NH4)2804 KT
TERITTHELA. ALO-2~7, ALO-A, ALO-Na, ALO-SiZCo% 7RI L 7-flil(Co/
ALO-x){ZCo(CH3CO0)»-4H, 0K Bl VW TEBRBIC K h R L /-,

22U R

SCR-NOWRXFEBFERMBEFKICEE L v, RIEBEE 573~1073 K, ¥ A#ME NO

1000 ppm, O22%, CH 500ppm, Hebalance, fRffE & 0.40g, W/F0.18 gscm> DLET
Tofz, RIBERBAADOGFIICIIFAZ v 2FER Lz, g4 TRISNIC1073 KT
4h, TR THEELL.

L. EREER

3.1 0.2 wi% Coi Al 03 D SCR-NOIF I

Co/ALO-A% i\ TCofRIMNEE & SCR-NOTEHED BIH L T2 88, Colin=o.2 wis% T
LEVNJIEEZRL, CofliEs.0 wt% THRANJIEL S 2 5 UGEE (Ml FTmax & B
L) A ED oY, £ TIEALOE, ColRiIEZ0.2 wi% L L4 DCo/ALO3DSCR-NO
EWEZ AT L 72(Fig.1). SCR-NOTEHIIALODFERIZ L o TRE L B oz BANILE
DFFNECo(0.2 wi%)/ALO-A > 6,7>2>3>5& % o 72(Fig.1a). Tmaxi3Co(0.2 wt%)/ALO-A,
6, 7TIXTIRKEBEBIK S, Co(0.2 wi%)/ALO-2, 3Tid823 K, Co(0.2 wt%)/ALO-5TII873 KT
HY, BANMEOBWS & R ICHBRANCT 7 M AEMER L. CoHahSCO, (CO+COy)
Wb 5 SUDIRBE SR (CoH R LIREE IR 13C0(0.2 wi%)/ALO-A, 6, 7458 b KiBAIic &
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100 T T T T T
100 a) : o ALO-2
| a) " ® ALO-3 |
®g0f ®80 A ALO-S
= o A ALO-6
E 60F g 60
o o
Lz Z
B a0f 5 a0t
= s
o = .
© 20 S20f
. - - 0 L 1 L Il
500 600 700 800 900 1000 1100 500 600 700 800 900 1000 1100
Reaction temperature / K Reaction température / K
100
¥ ® 80
g S
L] @] 80 J
2 2 o ALO-2
3 2 ol ® ALO3 |
Q o 4 A ALO-S
= e | A ALO6
g g20f O ALO-T 1
o (S ® ALO-A
0 L L L . ot 2% X 1 L L
500 600 700 800 900 1000 1100 - 500 600 700 800 900 1000 1100
S Reaction temperature / K Reaction temperature / K
Fig. 1. Temperature dependences of the catalytic Fig. 2. Temperature dependences of the catalytic
activities of various Co(0.2 wl%)lA1203 catalysts. activities of various Co(5.0 wt%)/AlyO5 catalysts,

D, Co(0.2 wi%)/ALO-2, 3IZZF N5 LD b E <, CO(O 2 wt%)/ALO 57b BbREMICAEL
7z(Fig.1b).

3.2 5.0 wt% Coﬁ“b[]AigOg,U)SCRNO?ﬁL&L

2 EZColRME %5.0 wi% & LSCR-NORRE] L 72(Fig.2). BANNEDREF #iCoY’ﬁJH
o2 wiRDPFEF L AL THo7z. Co/ALO-6,7,ATILCoVRIME L 0.2 w2 55.0 wthiZ Eif
AL, %mnﬁmzw IX5%REWA L, TmaxiZ50 KERMICY 7 b L7z, Co/ALO-2
TRBEANJIRIZAD LA L, TmaxiZ100KEBMIZT 7 F Lz, CHER{LIBESHR b
wANZT 7 F L, 1312Co/ALO-6,7, AL % L { o7z, Co/ALO-3TIIBANINFIZED L
F, Tmaxid50 KIEKBRIIZS 7 b L7z, Co/ALO- S'Gniﬁthzl{R$%i5%vb= 510%IZTHEL,
TmaxiIBb b Ldof, . .

3.3 %4 a)ﬁiB&Alzomsc:R-No?ﬁ'r&*

ALOsDTEEIT & 5 SCR-NOTEM:DE Vi BLATHRE L2493, & T 7‘_ iz ALO-6 7
MR IFERICOWTR<S (Fig. 3). AlLO3DHEMICT L o TSCR-NOWEHIZAE S RE o
7z, BANMEDFFNIALO-A>T,6>3>2>5 L), Co/ALOsDEFRLITIZT—EK LTz,
L72d52 T, Co/AlpO3MDSCR-NOTEMIZALOsDRBIRICKESINLLETL L. TDALOD
BANJEDOFFIE, REMDENIET LEX, RKEOEERANEROMBE®RIL
7z, EORERALO;DEEEOFFIIALO2>5 >7,A>6>3 Th Y (Table 1), BANJILH
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1 T T
I o ALO-2 100
o a) ® ALO3 | b)
® WOF aaos] Eeop
5 4 ALOG | © &
g 60T o ALO-7 A O st o
s 2 o ALO-2
% sl 2| ® ALO3 |
8 S 40 -~ A ALO-S
g c A ALO-6
Cwr E 20 o ALO-7 1
o m ALO-A

0 _ . " 0 . = L - N ..
500 . 600 - 700 800 900 1000 1100 500 600 700 800 900 1000 1100
Reacuon temperature / K Reaction temperature / K

Flg 3. Temperature dependences of the cata]ync activities of A1203 catalysts

Table 1 The surface areas and composmon of various alumina catalysts

a) Composition / wt%
Catalyst S“rf?ﬁ‘;_;f a - Ref,
, Fes04 Si02 - NaO S
ALO-2 234 003 ° 022 004 2.00 b
ALO-3 120 0.01 0.01 0.3 n. d. b
ALO-5 204 0.68 002 0.57 b
ALO6 . 132 2001 201 > 0.0015 c
ALO-7 145 2001 =0.1 >0.0015 ¢
ALO-A 144 n d. n. d. n, d. n.d. d

&) Surface area was measured by the BET method. ‘Samples were calcined at 1073 K for 4 h
in air and evacuated at 573 K for 1 h.

b) Toshio Uchijima, Catalytic Science and Technology, 1, 393 (1991).
¢) Committee on Reference Catalyst, Shokubai (Catalyst), 37, No. 2, (18) (1995).
d) This work (XRF).
DEFLIFZ—BLEWI EBGhor, Lido TEEKE SCR-Noa‘a'réE#: ARREAS 2 W
tEZLNS, - ' . '
DERAROIKEENATMPICHEE L7z, ALO-2, 3, 5 IIHM(S, Nas) % £ &
A%, ALO-6,7 RAMUM R IT L A L8 E %2 (Table 1). #ikk’z ALO3|E &'SCR-NOWE I B
C &b (Table 1, Fig. 1), Algogi-ﬁi ﬂéT%%ﬁfSCR-NOE‘E‘Ek%@%%z_ BLEREL
hzd), :
3.4 ColRtINALOs D ALOSIZ & T N A DO KR
ALO-Nai & UFALO-SIZCo% ¥R L 7: Al OSCR-NOWE M % Fig. 4 & Fig. 51774, fgo
REKEINaBLUSEHEMLCIHE VB L 2oz, NadtALO3IRE TN D LBAN,
IHRITE L HD L7, TmaxiINaDBHEIERSH X 51221, Co(5.0 wi%)/ALO-ADFH
LS WBERIZT 7 b LA(Fig. 4a). F7-, CoHARLRIGHEEER b Nadyins58 % 2
EONBERMICT 7 b LA, COKEE, NadWEIE 05 & bic & 0 BbistE2sme 2 h
5 ERRETH, ALO-A L ALO-Na®DCoH L ISEREIRIZIZIZTSE L), Nait
- Co/ALO3DCoRITERTAZ LI L VB LB IR EE 25 L EL LN, '
SHALOICE TN D L BMANJIUEIZEWA L 727, ZOERERINaBIOES L) b/hs
V:(Fig. 52). TmaxiSTIEHRET & & b I2Co(5.0 wtBYALOAIZ B~ T, S0KmEREICY 7
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100 100
a) A Co(5.0 wiB)YALO-A a) A Co{5.0 MB)/ALO-A
© Co(5.0 W% YALO-Na(0.2 wi%) © Co(5.0 wi%)ALO-S(0.3 with)
® 80 . ® Col(50 wi%)ALO-Na(1.0 wi%) ® agofl .® Co{5.0 wi%)/ALO-S(2.0 wi)
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z z
2 60f 2
(] (o}
z z
% 40t 5
» >
8 8
&) 20F Q)
0 G : L " - M - M 0 - r A 1 A . i
500 600 "700 800 900 1000 1100 500 600 700 800 900 1000 1100
Reaction temperature/ K Reaction temperature / K
100 — ‘ 100
b)
&
g sof < sof
) =)
3 O ol
o B0 £ 69
% : g .
% a0F : 3 40
z : Yy A Co(5.0 WUBYALO-A
& 20t A Co(5.0 M%)/ALO-A ‘ S O Co(5.0 WIHHALO-S(0.3 wi%)
0 Co{5.0 wi%YALO-Na(0.2 wi%) ® Co(5.0 Wi%YALO-S(2.0 wi%)
® Co(5.0 wi%)/ALO-Na(1.0 wi%) 0 y \ . N .
0 Zal Z . . ‘
500 600° 700 800 900 1000 1100 500 600 700 800 900 1000 1100
" Reaction temperature / K Reaction temperature / K
Fig. 4. Temperature dépendences of the catalytic. . Flg 5. Temperature dependences of the catalytic

activities of Co(5.0 wt%)/Al;03-Na catalysts. activities of Co(5.0 wt%)/Al303-S catalysts,

L7 CHAELEESERSHIRMT 52 Licd DA LBEMICY 7  Li=(Fg 5b). 2
EDBRER)IECo/ALO-2, 3, SOFNIZPUTWAS, L7z TEHEN S DSCR-NOEMEHCo/
ALO-AL Y Edo tmimzoﬁ EETh5s, Nayb%?lﬁ Lzl eELbNS,

4, ir-*‘ﬁ \
Co/Al,03 DSCR- Noﬁﬁaimzm DEFICL o TELLE) TEBTP o7z, Co/AlL0,
DALO3 A M 22 1F EIEHEIITE {, ML LTNa, SHETRD t?ﬁmiﬁ‘F Lz, 0
BEENaOHASL ) E Lo,

BE W

1) Y. Torikai, H. Yahiro, N. Mizuno, and M. Iwamoto, Catal. Lett., 9, 91 (1991). _

2) H. Hamada, Y. Kintaichi, M. Sasaki, T. Ito, and M. Tabata, Appi. Catal., 75, L1 (1991).

3) [, XE, &K, ZB, EF, BILEOSEFELTRE, 20444(1992); N, Okazaki, Y.
Kato, T. Araki, Y. Imizu, A. Tada, Abstracts of "International Forum on Environmental Catalysis
95", p. 62 (1995).

4) Mgy, BH, FH, F7EMESNRSA)METHRE, 4801 (1995).

5) [, hnEE, FAR, £H, BILEoBEBELTRE, 2A312(1995).
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ZhECORE

%mﬁmﬂﬁ%wﬂtésﬁﬁo?» fﬁﬁ&mznwbmm%mmr
FRA R L 2PHE CLEREROMILST) OF(be NO x [BEEME O
MBI OWTREIEITo 7. LML, LHEBOREN OB LI F—F—T
SO HLRERESS Z L BRIER D, FR6EENDIILTO 3 fE
DHEZER > TRITHZ iz Lz, £, TAIFRIEESENRATHMG O
- RVBBRND LARNEMLRZ0TC, TAIFBERTRTTAI=TLL Y
FaRxd FEEObD L L, o

(1) &8, (2) A -Fr 8 k. (3) S F (EE) &

ETNENORMENECOWTHER 1R LR, b 3fMoFkcHu L7
fi (500 CHERR) OWEEEZR1IZEL D, —05B, (1) & (2)
TR L2 b tREE D FHMARLIZER UTholn, EhiC~_3 2
(8) THRM L bOIRIEREMIIKE | ELMABBREL Ro T,
L L, B2iZA/7 &5 EmiEEE (1) & (3) omEn®E, (1) &
Pl CotElEZE R L (2) OMBIIFERCEEEThHo/, 20T b, &
AR TR mMACHILE 2 KoY CRALF E R ERL TS = L ixEEE
Thd, EFERLE,

HIIAEOLERIEE % 5 0 0 CIRBEL TWedifhific k- TEFHMNER
V., READHLORRBFEDO LD, BHEADLOLRH -2, HMLTHEAR
DR TITRVETEEE R Lz, FARIZCo 2 OBEEELTHRLTNE I L
b, THhoDMETIECoAL ,O,DAERNEZ bRk,

FIT, MEOBEREEEZ500CE800CLEL, CoAl,O,DERE
BT DIEEEIC DWW TRF Lic, MBS IEXPSORIEKRESTRLEMN, U
THOFETHARMLAEZBOTH8 00 CERTIIBTRIAX—Aliz— 8
ZhL, CoAl,O,0ERETRLTWVWS, £, R4 TEBHEEISORER .
BRLENR, WThoMETH5 0 0 CEROLOITHA, BEERELL
WESh TV, B2B8XU0R40EMII, FBIELES 22y (NO
DBTAIE UTHER) OBERRERLTHD, ThERE~RBE, 500C
FEROETIHEREN S e R oBEIC L ABRENBR XA, 800C
DHLDTIET o OBERIC L SRESMH I TWE BB . Thbb,
8 0 0 CHER DMK CIHBRIN TO 7 u < LBRORGRIF Sh, 204
mNowﬁxLﬁméné ZOMEE LT, BMEtos EABAEShE=0
T ThAHI,

UEDZ &b, CoAl,O, DERILRIAITH D 722 DEf{kE i
L., TOME, NOx OBRMEEESSEShE., ¢ER LR,
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INETORRFERNPL, Co Al O, BHEMEIEOEMRETHS = LB
EEhicoT, REETMEBEOREIC OV TORNEIED -, MR
HAKEORERIEERBRTHY . FWRSEOBEEIIZHEOT S LELRE
RETHD, T TH3TWREROMEBEIZ>VTRN L, ‘

(1) : BN - Fr (8) &
(2) Y- (B BORPT, BBFAYRE L THE
(3 : CoAl,0 BREVY IHEOHBRS
Thizky, (1) TiECoAl1,0,/Al,0,M:,
(2) TIECoA1,0,/51i0,,:
(3) TiECoA1,0,+Si0,R8BLh3,

WFRBCoA 1,0, & LTOEFRIZ1I0%E L, 800 CTHERLE,
XPSORERRLY, WThoMEEB T3V MICoA1,0, &L
THFELTWD Z LB TE L, Zh b AV~ OB CRLRSERE
EUELERREDSITR L, ThiY, CoAl,0, 0k LTRT A
STBRRETHDIZ ENHERTE,

100_| ' | | T I T | !
10wt %, 800°C

50

0 : . TN T Y
00 . 400 300 000
A:CoAl,0/A 0, A:Cohl0,/8i0,
:00h1,0,/510, (BMHSER)

5 Bibas MREoBEpE
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B BHFMEIZ XD Co0/ALO; MR DB T HE L B Gt
_ (B ER - ) IRy —, /N0 22, 10 96 S50, e A oR , A ik, = il 54
[EER]
(1) A-F AARIZ £ B CoO/ALO; BRI BIE ‘ ‘ o
B0CHKIZT NI = b Y TP AEY R BT 030 L'cﬁ%‘ké
XD EOHWERE pH2 LTI 25 ETMATH 1 REPEHEa Vb
ABHEEME D FLTT v E=TAERBLARZRD pHE M EIZARZ £ TR
MT3EOEERBPLTHAME LIS ARV —F - LV 0CTRIER
BEET,EI110 c*@—ﬂﬁmﬁﬁik&éﬁé R EEE%E 5000C,3 h THE
RT3,
(Z)ﬁﬁi"flz & % CoO/ALO; FRIEREE
- TN 2 F(AEROSILW T EROWEE = SV M EMABE LT AR L —
¥ —TAERETB.120C—MERE, ELMET 500°CT=RERMER L.
ELIZEDRERE, T v T VIFT 800°C, ZRERISERR L1,
S (3) BERE - a
BRI 0.2g & AN B TE R BRAREEICEE LEAL2RD 127°CE ﬂu?ﬂ
LihiER e L BEOAREAETHLZ LCHE LEE BRAY 2 EH
RN B 500CE T 6C/min THIE L WER & T2 RADARELRLET
DENT ) A= B —THHPIY B2 SN b Cos04 & LTRD LIoKED
EAEMLBTEERHLE.
WO DHmMA LY REtShic Co0/ALO; ARE( V- NMBENZ DV T
b RRD AL % 1T o 7.
(4) 1-77 O EHA RN
BUSRAN A RIGE B 2R\ TT o 7o KIS F I XA 0.1g %aﬁsiﬁ

l,30ml/min @ He # R & ¥ LA b RISRE(300°CE 71X 400°C)E THIEL -

THE B Z(1-7F 2 Air=0.1ml/0. Tm) 2 FAZ 4 YV OTHRALE.
BAACERY & UT cis B X trans-2-7 7 o B LK R AR D L LT 1,3
TRy BB ERME LT CO 2 FNTFhER L.

(57 1 hr 7 AFE ROKBLRS
fhitt 1g % % P KFEFBT 500C,3h 'cﬁfnﬁé: F— I V—T B LTUTD
| BUS &M CARMRE T .

YK FEE 10kg/em® FEHZ v b7 AT E F):3ml
Bi(= & ) —A):50ml RG] 2h
E;s}i%@;ﬂﬁm FID HAIma< 77 7"6*{1071
[ 5R]
<FEME> S ' .
Ve~ &*fwf(iﬁ%)r*mmé Ltﬁﬁlﬁé@ .ﬂi{mi%:*ré Fe 8 1-7 7 OEE K
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RERGERUBTERIEEZTo 2. EOfFRE Tablel IR T 2 K ViGkE &
ERMORREBIVCBTERE L b2, R RKEOMBE L B L TR
EE2XDZERHRE NI VMERARMIIBNTEREEES Z LK
EEXBDENRERICE L TIEBBXEDIE > 2 40~60mYg 1EEKE L
H7. 2l 400CIEBIT3 “EBELREORBIZHELEL THWA LD LB
nd. o A _ '

<R EM LB TE>

Tablel XV YNV —FABEOHRBRETETES, E-ERERDRVEL
BREETULRWAIFORE & LTH,Co0 2 ALO: ORTIZIR VAT Hh
TEEACHFETIENRD R, ~HBALRLEER LTS D EED
N3 ELTHREBEORRE LTI EBESDREWVZY BENCOBEERE
FIFRTWVWEDIEZBRE IR 27D TR VWM EELOND . F 72 ,800C
THERLESREMEIRAFECLOTETSh o Thilftito &
(F)1 o b, BRIEAYIAVBEREINL TV AT LBbh 3.

<BLE L TEHE>

(D 1-7 7 OBRIEBAFERE _

1-7 7 v OB LA RRIGIZBWTIE2-7F o O &R T2 BfE{LREEH
MEORENMIISEBIERERLNA R o LA LRSS ZBLRED
HERTHELBERBIEBWTHERETREM Lo VS ik
THRM LML T MIERLE. '

. Fig.l £V 4000CORGIB T HBTE & " B{LREONE L LTS &8
TESEMT B IO TT V2 ORRICESKIBRZEMLTVS . Zh
KLY ZEBERROEARRGIIMBERT LTIV EFETI RIS
LSV ML TERT LTI EEALND TV OREREELD
CBTEOHMIMD 5~3%E L LAEL LT LY SEIEEITTTY
BRNWEHTHSB. K

()7 a brFTATE FOKRFLRIE

ya rr7TATE FOARBEEISIZEBWT C=0 DR EEROIARLT D
CEREETHE L L EHEZEONEMERL,D Co itk C=0 OkEk
FEREBETTAZERRNVEERTHS,

Fig2 B EBIEICL VR Uzl T, S00°CEMRME T AT
—VOERBBD LN, 800CHERIME CHRGIIEET Lol i,
S-F R L DR LTI & A S RISAETE T, ET O C=CK
BB R LN ABLRGIEEE AN FREERE 2V ETT 5 M
TRTCRIGHIIEAKBIZLEABTET2TWB S —FAETKREILEER
EholcBRE LT MEBTRELET L2l tAEZLLRS.
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g.:h,L_J: D ZDEENPL LV A )J‘/wﬁ'(’}:.tCo/b—ﬁBx e a"ﬂz%i’ffﬁi L,'Cb\
BEWVWIEBEINRIEFEEND.

FEZIORBEBWTTES —;Ix@)iﬁ!iﬁiﬁﬂ%@@,mki D RISHETT 2
TEBHMBERTWAE ART LY —LOERRY M- FALEGBEE)TIRED L
highot S N-FAEEE) TR @E&r‘—"uﬁw&é:fuc‘:“%’”ﬁ Ltﬁb\kiﬁﬁé
na.

Tablel #5255 5

LEELE S =51 [VI-FiiEd |&23600°0) a3
3 oy ) (800°C)

" |CoiEmR Swih  |10wth|Swth  [10wth  [Swt%  [10wi% [Swi% {10wi% |
" R #A(m2/2) 165] 176| 230 220 973 915 933 845
BICE®) ‘ol 2868 - | 20 576/ 775 of o
Ll 483 406| - - 172 275 244 178
300°C . s

400°C| 759| 768] 784] - 8020 825 743 72
CO24RH(%) |l o o - - o 144 of o
300°C :

400°C| 135] 924/ o085 - 207 222 o0.a2|. 075
TEOTARIRR 100 100] - - 1000 78] - | -
(%)300°C

400°C 80 40| 86 - 28 271 - -
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1) O FHUTLLEN)
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5 @ TAUTURIRE
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- =mxE(% |
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Fig.1 BTEE & &t
B Crotylalcohol Butyraldehyde
0 1-Butanol B Acetal
4+ Imp(500°C)
o BN
>
8 imp(800°C) §
o _
&)
.Sol—gel
4
5 10 15 20
Yield /%

Fig.2 CoO/ALO fliI= &3

2O 7ILTE KOXKFERE

Bt : KASIREES0C, RUSREMI2h, F181/K FBE10ke/em?,
fit B g, CoORFFE10wt%, FUESmI, AHEELOH50mI
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FTEUTFo—~FINIrEBmMitoMmmEy
(S, mitgibr*) (EER R, BMERE", HWEE

TLC&SIE: éﬁﬂ&ﬁéi%omh\l:p«ﬁﬂ%%?ﬁL\Jki%{tﬂkﬁﬁ (HDS) B xETF
WF A PRIIERXYEMBmL K-, HDS;‘E?&G)EM&I:FHL\T;mmrigiﬁﬁ&fﬁlfl:§ﬁﬁﬁf
AHELUIIRS-T~ERS-12X TOI2BE D 13wt% Mo0:/A1.0, Mk TH B,

e %%MﬁﬁaéiUk%btmmnm%mmmntuﬁbmﬁ$<.H—
R CEEREET . 12164 9 ¥ 2 MR ULTEB I, ¥ 7=
EBOLORLFHEREBFROEL S 4 WEON/A 0,858 ( Mo0.3B5 %, 8~ 18
wt%) AL, 12~ v P2 EHBLCHGERICH L 1, :

PEEMHEOWEME. FHMIL (5 vol% H:S/H:. 200 ml/h, 400 "C. 2h) #&. 4
EOF— b L—F (50 cm’) ERANEFILFRFRBGIC &L YHDSEM %M L 7=,
RGEHRZ. TFALIEEHELTE witk X VFF 72w/ FHU vEE, 10
I B3, 0.5 g; He#IE. 70 kg/em® ; RIGRHE. 380 C: REEBE. 1 h TH
Do BIGH. ElMENRIORF S 7LIUVBERORIRETILN. REOEN
EEME L =,

HRELELUER: TFNLNFRAIPERCIVESLA-SHBNOHSERE X1 10
FLHTRT, CRMETEMEICLYBMENG~T&EREY, HDSE’ST&E!;#\?&:
YOEMNBOHO NI, T, ERWOCHE/BiphenyllhicbB O A O SN, MLOD
HT A EEABENI2ZHAOMB TENCRL S TOLAC ELBOMCH 2T,

1 MoOa/Al.0.%8 B RbIE D HDSE

il 1% CHB* Biphenyl |  HDSE | CHB/Bighenyl |
(%) (%) (%)
IRS-1 28 10 I 53 2.8
IRS-2 3 10 |5 3.1
IRS-3 35 12 64 2.9
IRS -4 25 14 54 1.8
IRS-5 31 11 56 2.8
IRS-6 - 30 mo 55 2.7
IRS-7 36 13 66 2.9
IRS-8 36 13 67 2.9
IRS-9 30 1 58 2.7
ERS-10 36 13 - 66 2.8
ERS-11 34 13 62 2.6
ERS-12 34 | R O .2 2 2.8

¥ Cyc‘liohexyl benzene




E?(iMo@#E?#i&.HDS%ﬁmﬁBﬂ%ﬁ:bf:-‘b@'&?\ HHARE (O, Mol HER,
11.1~13.3wt%) RE—BK, F-BREEEHORELLRE (A) Lk~ @
CMoBHBTHERENRESCREB I ENDND, ThADbD, A-L4TANLE
Mg TR, EHSBOERBOEME LG ICHDSERNBMT 3SR, SEBMIK
DERBRELEROERENEERALCLLNNH S FHISERC EHE Y DB LA
BB, ChOORRUEBERNSENAMBONSERORRACAELRES
BRATVWAZEERELTNE, '

SER, BHETER (BHEK. SEKEEOPHE) Lo THRMERICAES
ENBHOALRD, REFECHMEEOMME> WV TEFRHEES - o

B2EER®E 52 ml, TRBEOPH, 5.1, ERTH 50 ni/min0 @REHTER
EHE (400, 500, & KU 600 C) MHDSHERICEABHBERT, SRMIE, GBS
BNIRRTHEN CRAETRGBLHSEEAM S h, 500 CHMAE 400 CTHAE
SYBEOEHERLK, —F, EESHKBRCT» AFRTHBREEOHME &
BICHBEE NN L, 500~550 CORMBETROEBLSHERL., JYUEB
OB TREENETLE (DA ARTELORBEHETRT) . CAOOEY
FEEARNESE THAHIFEAROMRCL - CHRULSZIEHNAERICTFRET LS H,
MEBEICFEHLIHENTRELTS, SRMEIAOCRONEREREERT 52
ERTEEMo o, FIL500 COMMEHT. BRER. Bo LBE. SLUES
EREAM > BALBONAMBDOFEROGRE > T EA (HOSE.FS IRS-8
> IRS-9 > IRS-1) \ RBBRELEOMMAE TEALPNEREEBICKS Wi
ERERNAGOLHOWHTEBRTE LM o (AB. 1% O MK B Run
TER2TLAILLMASAD) ,

" B0
A N 0F
~ (v
g 70 A ® O
2 8@ z
= .2
& T 60r
< 60f i
@ a O
= A = L O
50l O 50
! L | L] 1
10 15 20 f.iO() 500 600
MoOs3 Loading (wt%) Calcination Temperature (°C)

O.BREE AF U PHRL Y

El MoiBi5 8 & fRnEn: . 2 MoR§ OMERCEEE & BRFREM
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MEANEOSBKERE (26, 52, 130 ml) FPMYEERISz Y TR, T
BRKBEROBMMEEDBICHEEFHENENLEZ (B3) ., ChooEEE B
ZRETERBONELIORE (MR LE (&) OoRE) —RLTEY. 58
BENBWEEFY -SRNBEBTHIEETELTOREERZ RS (—FH. %
REOFHLLZMELECS) , MEHUKBOZEREROPHN M TR ER 58
BT, EECOLGOERERLELZY, BHMBOHSERICEESZEEIRL S
nahor, :

ETREEZTHEMN BB R GOR SENEFNICBEVERERLE, SR
EDORYE (IRSR) CIEAREBNOIHAERSKREENHBLIC WS 2T LT
Wd, 7. ERSRIMYE T, EHEEIFM MBI LEIIRBTHLES S0
EEMERLYPTUERSARBLGATHEG, T4hbhE, IRSROMETFETRE &
(ERSHR) BN, MEBERFHLIVE{OBHEERLTE Y., MAiLZ&S1C
S8 ERIBROMEYENERNTERL > THATEENBSEIND (518,
ERIBETOMBYHOELEDHY. ZOMABOMBYIEOT LB ML Y k&
V) . IREROMESGLIGIOMBLIIEN, BEILEALLLIVY SN EARIH
THHHN, MEENOEBALCIET TCLIVES{OBRETRLTLWAIEELN S,

70

O

HDS Activity (%)
o
H

O
- O

26 52 65 T30
Mo Aqueous Solution {ml)

3 SEKEREREBEEN

o
(=]

BHUR: Llhk MoBRMEOMBER (SEE) K20T. V&2 TN
FRAINEROBROAZAVCERERDTHIN., MEMHCIEHEHENE S
AEFTRE(EBLEERET I LEATEENS>T, S, LUB<ORFESR
BREI U ERRIE SO TR E RN LN AERITIREEZI SN S,
Efo, MBEARE TRSECHEAOFATERESIAL, MBARNCETIRES
POMELTERN, FEEMEEESTHMBOMME LD ELDLSCED K
b, SHROBM. BHAZE2HLAL LTS L HbHECETLE IS,
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