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s IR, TUOERDUABITA A VASBIIT VRS TEREL, FOBEIFICKEL
FEBICEZSXDTHS,

cERZOEEORT IV OREIL. MR DROERKETHI2M A P XHOBEDOEEE X
FA55 LW,

QD B

CBLT LS RBER LA o A ORERE,

FIT. CNLOT EERRTES LS REREF, BRI 4L THROREOHHE
EHD. BBICERKOBMENT NERRT 3 & S RBEARER S, WTNCEE, &
EETUEEAN S — 3ORBEEHL, ChEFYI/IIIALTHES, FvrI5¥
J¥—a s bERERSTHS,

QEEELUTORE EREGICL>TIdEMHY)

M7-31 NH,NO,% i\, NH,/Al=10, [NH,]=0.8 mol/l. 80°C. 2[EIZZH#y(LA EFrHiH %),
540Cdry air 3heERk (Fr O %)

M7-32 RICEHETA 4 255, S40CEEF T3 Y BT IRE (HEEDS)
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(ZDH., fHEE—DFTOUNHEL., ERICHENRE E%3)
Y1-33 Y1OJFETIEB O 7 > 38#i %47 5 /- NH,NaZ!

OTIFY I F VY= 3> (BERER)

- ICP, TG (FERIZE. %A
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EINFF1 bD XRD HlE
(ETARKHET) Hikd— - O/MRKEZ

H-EF 1 bOHER X MREHF (XRD) %, BUFOZRMGTHEL .

(g &kl &]
& A2 RINT2400 .
MM BiE CuKoal # (A=1.5405 A). 40 kV - 100 mA.
EEMA 20=5~40°
EXFEE  1°%min
A5 v iR 0.02° (wide), 0.01° {narrow)
HEF : Sonneveld HEIZ L BNy 7 750 RigE
KFEHIZA50), (241), (202), (350)HE D EHTE—2 L DRD=,

it X33

SHEEORE (M7-31. M7-32). FEEEORE (M7-24) BXLUSBHEME JRC-Z-M15(1)@ XRD
N —MERDIFERZTRICRET . (150). (241). (202). 350 HDEIHTE—7 BEOSE %,
JRC-Z-M15()DFEEE 100 & LAHMREILTERT &, 99~105 Sino7z. MEEEENKE
TNTVLSRBHIENSDEZZ 5ND, 2w VAT 2762~2789A% &fno7=, XRD M5
RAEBOSHEMICAEREZZENEEZSNDS, K-, ZNS5ORBOEFTNS — 2 &2RT,

EE ) A3 #4  (26 CuKal) v ¥rEik/ A 2= Rkl
I—-F  (1500E (4DFE (02T (@s0E BEE b . iEHYA

JRC-M15 22.277 23.209 25.653 26.302 100 20.43 18.13  7.509 2780
M7-24 223156 23.234 25.681 26.305 99 20.42 1820  7.505 2789
M7-31 22.345 23.248 25.691 26.336 103 20.31 18.19  7.477 2762
M7-32  22.360 23.259 25.692 26.345 105 20.32 18,19  7.482 2766
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SR
Sample No. Y-Cont. ubD Na20 Si02/A1203
Y1-31 57 24.53 1.73 7.78
Y2-32 63 2454 2.77 7.63
NH4-Y 500°C—-60minBERL 106 24.62 565 | 542
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XPSIC & HMIRREDEM: - ERIH
(EEHAT - BHE B RBLS ) (el — - B

1. &5
A F RBYIEIC KB A T MREFAEIEHEOLEEMREORLE, XPS (XBAET2H
) itk TR LE.

2. ER

XPSHIEE. PHIFES ESCAS500Z AW TITo/z. XEEEL Tid, MgKo#i(1253.6 eV) &R
7o WIERABOYEYF A N EBNTFFA ML, BEI0 mmD T« A7 ITINERBE. GER)
F—CEEL T, 4 H120°C T1 highE U7z, XpsEBOFMFREIC TEZEHS (12hE,
A, <108 Torr) #2757,

HEld, 740 AR BV (0-1100eV) ZRIEHE. O1s, Cls, Si2p, Al2p, N1s, NaKLL, AIKLLO &
BP—Z12D0WT, FO—ART MVEHELE, ZOEZONRALF V1329356V, TRIVF—
A5y F130125eVTH B, L7 O Za—bI T4 F-MERL TWRY, 2B, WENT
L bFE— 24— L%, Cu2p(932.75 eV), Audf (84.25 eV)DREHER K 2 AN THIEL Th 5.

BENEARY M OMITEERMNEOY 7 MYz 7 (MultiPak Ver, 6) TfTo7ze ART bILD
E— 7 R C1s(285.0 eV) B EHEITHE L /2. TREABTZE—-ZEHRZAN., FLROBERK
(atomic sensitivity factor)lZEEABONS BT v D& A0z, YRIQANCH LT, F—2 2 /8
T A—% (AIKLLEAIRZpDZE) HEIFL 7,

3. R
3. 1YREAS1 b

RUCINFTOYREASA bODHHEREE LD, T, NV T 2EFICPRS)EER
(NMRZ 5)DS/ALRL. FEELEE, NaZZHR, AVR7EROFHEE. F200E - 21RO R
FIEREBERMN SR L .

EFNalz DWW T, FERNa/SIHRRIE A 7 o RPBOIF LA LEORB T001LATTH -7, Y3&
Y4130.03 & LEEIE WAL, TR0 2 RORE O F O RBENEVZDEEZONS, NIZH
LT, NaYBEITIRBRHE s N, 14 o3 fgicidecorg i e i, Thidr3 2%
PHIPIZCEENB T UEZTARROBRTHA I &M, LB 7 MhbiEEE L.

S/ARRIC DWW TIE1.54~6.17&. NaYD2.48& i U THBIHTAE< BlA-o k. ZOXREM
ROEACE, 1A VDO F I+ ML EBRICEBT20T, toF+ 575 VE-
a YEEREMEETRELE.

FPEBONaYIIBHHR. /N7 2EOMK, ROERMER LU EZRT NG, TS
EOSYAIEENIZIFHE—TH2b0EEILND.,

A F L AHE, BE L 0 RESYABRRXPS)MET L7z Y1D AT, fidETHEML TWhiz,
Y1O&EIT., BERMSDOBAINEETVSLDDENERBEEZEL, AVRTHERLTNWS
TETHB, Thabb, NaD AT ERBIZERMS ORAREZ SN, BFRMEOFMHED
FEDICAVYRTBERTBZ EI2E>TES T MEEBENHRIN, TO—FTER LK
HAID—BAAREICAHT B I L&k o T, RESVABEMET LD EEZ OGNS, D
FURMEA S MEER LD B RESYAHLEEML TV, FOFTH, Y3BLUY3-2
Si/AMLEE 3R & FEBEBYE VY, ZDY3, Y32II DWW T HHEREEENEL, BN ORAIE AY
B EBRAEETHEEND HICELTRYIERBETH D, —F T, RASTAIRS K E WEE
BB S DOBRAIMEZETIC, BEEEMETLTWAHONREN LI EANR N, Z0B
&, HFEEREDAIDA F A HRERPITEL LU TSVAIBMET L TS E WS Al@iERd 5.

F DN A—F DERENaYI$1460.12 eV, T A >33 HL1131460.36~1460.51 eVOFEEH TH -
Fro TOEITMEENINETREL TELRRELIZE-HT S,

FHEMITIE, UEOX S RERARS NS, MERMEENEIRIThZ>TWA T &, FiZiH

C_a_



RENZZ ORBEOREZZTPTNEELASNE &N —HBIRMHERHT I L8 LY,

3.2 ENFFA b

BT FHA FOXPSHMEREFRCFT LD, ENTF 1 POBSER P ONajLBE R {EN 5,
R DONaB IENaMORIZ BV THNa/Si=0.02TH B, 1 F A3 HIEIT, 1F & A E DB TNa/Si < 0.01
ETIRo 7z, SYAREARIZBE L THENaBITS.51TH o /m. 1 4 MK - THFOEIZLTORE TH

L. Si/Al=6.77~9.68TH > 7=,

3.3. BEERAIED

K3, MYREENTHA M OXEESORERREERT. Y131 Y1IER URAEETAS—)
FTLEbDEDT EFEN, FMSYATRIZY1IEIRRES R > TV, BILFFHA FOSi/Al

R INETIHZE L O EBEL T,

#1  YROXPSHIERER

sample XPS characterization results
molar ratio Auger parameter SifAl crystallinity Naexchange Mesopore
Si/Al Na/Si N/Si o (Al) ICP NMR (%) (%)
NaY * 248 043 0.00 1460.12 2.63 27 100 -
Y1 1.54 001 0.09 1460.46 3.9 104 93 O
Y2 3.88 001 0.04 1460.51 - 31 26 88
Y3 29 003 002 1460.36 3.9 91 78
Y4 469 0.03 005 1460.44 27 72 68
Y5 475 0.01 002 1460.43 3.5 44 88
Y2-2 528 0.00 0.02 1460.41 2.61 4.8 29 87 O
Y3-2 3.09 0.00 0.04 1460.50 2.46 5.5 83 97 O
Y4-2 6.17 0.00 0.02 1460.49 2.69 4.8 29 93
Y5-2 552 000 0.02 1460.47 2.63 4.8 55 96
* JRC-Z-Y5.3

K2 ENTFA D OXPSHIERR

sample molar ratio catalyst molar ratio
SifAl Na/Si N/Si Si/Al Na/Si N/Si
Na MOR * 551 0.02 0.00 M2-21 937 0.00 008
M1 834 0.00 0.05 M2-22 891 000 0.08
M2 7.61 0.00 0.05 M2-23 891 000 0.08
M3A 811 G600 0.04 M2-24 925 000 0.08
M3B 831 000 0.04 MS-21 8.89 001 0.07
M3C 8.27 000 0.04 M7-21 9.68 0.01 0.08
M3D 7.23 0.00 0.04 M8-21 877 000 0.08
M4 871 000 0.03
M3 6.77 0.00 0.03
M7 7.41 0.00 0.09
M8 7.69 0.00 0.04
* JRC-Z-M15(1)
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ELTFALE Y BEFSAARITBE T IR L DBERAE LUE LR RBONE
(GbRIRI) A BEX, RRRI)RAR HA

1. #E

SRR 11 &R 12 FEIC, FREEAWTAA  RJMENEENTFI e Y BEAS 1 RR
BRI BT B R POt N B LU IERGREOB EEITol, MEOE LML EBEILERR
BELZ DWW TER T,

2. RBFE

21 ERECIDEEERORE  BERICEAFAMREEF AN TRE, N B0 100%55 % M EE
AL, BEI L EBENOLETLARAIE TS, EEhLREBEORMNEEFHEL, £OELHRE
FRAT L CIE R TE R B R D 7, PSRRI FRFICESND, MESLMEFMES : ~1.3 kPa, iR
B :373~598 K 5, 28, IR EMBE T~ BB RIG LW EEHERR LT,

2.2 {ﬁ%fj—‘—i%}‘:%E&L:Fﬁb\f:—gzj—.ﬁ/r]\%i% 1 G:ﬁ'-\--j"o
# 1 ERICAVPA T N

PAFAh Rk
Y B¥A5Ah Y1,Y2, Y22, Y3, Y32, Y4, Y4-2, Y5, Y5-2
ENALTF A M1, M2, M3A, M3B, M3C, M3D, M4, M5, M7, M8

3. BRALEMLEGRE,NSBONDHMR
BA T A MILO)E R TR RR B L (DH IHEHR R O Z DI BUR BB E &S 1D,

3.1 FERPIEHERE D, BAELTHDSFOREELE [mol (mP-catalysty' | CEBINIHEBEREE THY, B
FELTWBSTO mobility RS, FOEIR@)SFHAXLMILOREZOBE, )M ILADTHES, ()7
FOREE A (EHEA L TOREORE) ITHBEND, (ODHENKEVZETLHARIL/ SR LRI
WIEMAL T RLF =B R ELA D, TNOERERTHLRDLIDITRD,
(Y BEATA b 3 FPEELTOBHFEREVEE, REFER LOWENEREXET L% XD)

D,y =Dyuexp[ —E/(RD]< (1/Gy)exp[ —Q/RT]] ey
TITC, Q IETEME A EDWER. G, i IBAE RBERT,
EAFFAMRELTND5FEMDOSFIBENVERRNEZXD)

Daa =D,yexp[—E /(RT)] ¢ 1/{1/Ds +1/Dys)]s Do > (1/Gr)expl —Q/RT]] )
ZZT, Dacid ‘ilﬂ%aﬁimﬁgﬂ#ﬁﬁﬁo)ﬁﬁ%i?o
3.2 HIMERIRI D o A TA ML TOBRARAIRD 53 F O PR B H HE[mol (m’-gas phase)'] TEZSH
T EBURETH D, W AR Dy V3 Thiele modulus 788 RIGEEEREITICHEE LRVWOILH, £
DIEEF I B FERE IR0, 20 Dy ik, BRNIEEERE D, ([CoERE H [mol (m’-
catalyst) / mol (m’-gas phase)] L AZELITEYRDOND, DED. Dy=HX D,y I TCEREND DRI H
1, BRSO fhif e B LS AL B L DR R L, EATAMNAILA ORGSR Z T /IR T, TOD,
H V33 S LN O BRI (van der Waals 51, BELNIHEEZT D). L MAFLNOMERRE T 41

BNTHY, RSB Freundlich B CRY2IEE1T, W38 ST Boltzmann 53 #i TR DME S M HTFE
B,

—-10—
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SoroAh 8 LIRS D, O e
TR | B E R F|DOKRDN | BESER|HOKND | DyDX/A
NE—E) | Dun) DR
Ey ® KN | Dy DK 5 F O|BRBFEMO | B H E % | Thiele modulus
Y& TR ES | TERELAD | mobility % | HBtEAESG | BB LEHH
EATTAN | ORERE | BHH AL A
it

EFD D, Dy HDENBER 2 OFIEHER SIS,

4.

ENFTFHA B

41 VR SRAREIR H 12 BOR)
1~ 10 RENFFA NRB OB EREE T,

. e — T
01} catalyst : M1 4 0.] | catalyst: M2 i
| adsorbent : benzene |adsorbent : benzen
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T 523K -
Bh D
) b
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0.08 008 | 7
T L
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g 006 1 2006 |
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= 004 573 <ol
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0.02 598K B
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T T
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0.08 -
Tp 006 523K
-
.g ]
Y 0.04 (- 5
= 48K
0.02 =
ST3K |
roailrual S AT TR TR TR S NN ST T T Y
0 500 1000 1500
P /Pa

6 M3D DUESHRR
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01l adsorbent : benzene
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& - THlE B 01 _ ad:?:r:::;:;t:izenei (%)l/?‘j"f )
RizoTWa2,  osf . MR BEET K | e
MEEHNTEETE B o) 738 M1 1_05Eg-11 67.0
Henry M E725T B ] M2 2.68E-11 63.1
wa, T EOXOL MoB | 729610 s
AR EN D 002F — M4 1.O3E-9 46.9
5 i i M5 8.05E-10 45.1

R AN T
B, Bans, 4 10 M8 DR ﬁgg g;‘ggﬂ gg;
S Y LT ANEN ; '
R D N TIREBM)DOEEE R0, RTES
N5 D MIZHLUTHITHo. RICIRE
oWT (A 523 KyDWAE SRR 2 Ly 10714 _ : | . | _
BE. M5 & M8 MO & gL T/hE Wik - LT 3
EREE5XD. TORD, M5 & M8 I3IE R (@ - M2 | 536 .
A ISRV T EATFIREN D, - Ml 421 i

11 3R PIEEIRE(D,)D Arrhenius 70 7, _ MS il
v hEFRT, T, BRCERCIILE—0 B Ry
EERT, RE)EVEEEENSEVES, D, 3 07 E Wel 584 @1 3
IR BERTH S D ICESS (P LR D - T Emhoa o
FOy FER D, DK EWHICHIT 2) LR N gﬁ?f ]
i, BT R FE—WREL D, LEOK B M8 At ]
HERED S THIND LS. M5 & M8 1 i g Mic
HALT R E—ARI < B L EBIT. RN 016 , . . ,
M BRROENAELED, DED, WIEHAHN 0.001 0.002 0.003
PIENZ EIZE Y. 3T O mobility AAKE LI T/ K

B EITHYT S, SO DORBMIIEE
FUEERLTWS, F£o, M5 & M8 i ftho sk
IO R AEF —DNEN, N EALKTS
W, 3 AL 35 T AN — RPN S Y 75,

4.2 YERUREL

ERAEAERIKIZK 1~10 IV BN 5 S MRERE
RUHETHIIEARRENELNS, B 12 BHD
TEHARE Dy O Arrhenius 7y NERT, BRI
i%. van der Waals 71, BREIT A ACLDRELER
BRSO EICHEE IS5, M5 & M8 &RV
BONEFRE H iUSIERICTHY, TORR., Dy 1
FUCEETRT, ZOZ&iE, ZNOREOMILER DS
IFFERL CHAZENRIEENS, —F7, M5 & M8
FXA BRI INENT® | Dy 13/h S0, FFIZ M8 2

11 #ERNBERRO7VZUA T 0y MELT
FT1H)

T T TTTITT

D
T T TTITH

gl

1 1 11Uyl

1 1 LRIl

0.0015

0.002
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NSV, THUE H OEAMORELL Db S0 1 T B 12 BREREEOTY LU AT 0y MELVT
T4 )

0.0025



T T T T
| catalyst: Y1 i catalyst: Y2 0.1 |- catalyst: Y3

01 b 0.1 E
| adsorbent : benzene | adsorbent : benzene | adsorbent : benzene
_ bos - 473K . 0.08 _ 008 498K e
I ) e 473K ] 2 T l
S 0.06 - - 3 006 . 2006 - 523K
u I - - - 4
=004t L Fom - o004t .
] ] | 498K I )
0.02 623K 0.02 0.02 (- 9K
F 1 523K | 1
e I TR e D rser N EEPPE B
0 500 1000 - 1500 ¢ 500 1000 1500 0 500 1000 1500
P /Pa P,/ Pa P,/Pa
Vv W, %
13 Y1 OREF AR 14 Y2 QP ERAR B 15 Y3 DIEHER
o1k T ‘caltallyslix &4' o =TT 0.05 ——— T T T
) adsorbent : benzene, 0.1 |- catalyst: Y5 L & Y2-2/373K 0 Y3-2/523K
1 adsorbent : benzene ~ X
0.08 | 498 i L 004 |-V Y4 2/523K @ Y5-2/523K |
T 523K A 0.08 - 473K
] - -
T 0406 g - " 1 % i
E ‘_En 0.06 | 498 = 043
004 = 20 S
] = 004 o o] S0 s
0.02 - 573K 3 1
; o2l 9 4 001 |- .
T A 3 548K -
0 500 1000 1500 FUATN S S S N S S , .
0 500 1000 1500 B i A
16 Y4 DB SRR P./Pa 0 500 1000 1500

P [Pa

17 Y5 OE%EE A
HNETHD, BB HF A N rEBRER OGS I RRRT

18 Y22, Y32, Y42, Y52
3 AR

LISRBND, % 3 ARG OMEHET &R LN
V-YBEAFI1M )DL
5.YREASA L e | EHERTK, | BEICYILE—
/ mol kg ! Pa*! 0 /x] mol?
5.1 WAERBGEIR H IZB%) R s
13~F 18 I Y B4 T4 MBI OERESERRERT, _Y3 1.81E-10 33.2
Y2 O E LR Freundlich BT, N LAAMT Henry B TH B, }; ;;ggi(l) 233

DT, Y2 (B YA MRV RE SRR TFREND, Th
LA oRENS. EEARETIE Henry MET2->TWS, E
WFFA DA LRk, Henry MTH2HDESHEBHITION

x4 RESHEOHERT & RAELS
W -(YREX T M)ED 2

T, BoNBEBNBEARRBEERERMOEEETZT B | HERTL | BRI 4ILE—
g - / molkg Pa’ 0 &1 mol:
TETHOI Y32l 1.29E9 42.6
13~ 17 ZENRTHS, fAE, FU 523 K ORER _Y4-2 2.02E-9 383
Y5-2 4.44E-9 36.0

ZIET B E, YASYIDYIDY5>Y2 OFFTHO, Y4 1

Y2 DBEFESEQRFEENH S, BEINTH1 FOBE &R,
MANICEREIFA X 2BEEBLY, RELAENRERD ZENTFHEINSD,
—7. Y2. Y3. Y4, Y5 2B U TESsEEE Y22, Y32, Y42, Y52 DEEFRBEER 18 IT
Y. 523K DIRERIL Y3-25Y52>Y42 TH B, —H. Y22 lEERANE SBEPKZ WD 523
K DEZBETWRN, $£3 &R 412, BESERROMEEREERFEREL L ZINEERT,
Y3 & Y32, Y4 & Y42, Y5 E Y52 OROWFE L FIVE—IRE Binsd, O &, TERE
MRAEETEE2ERTS (Y3, Y4 Y5 A FA 2 EHERISIEE ? Y3-2. Y4-2, Y5-2 I van der Waals

7 EWFERER]T).



10714 : T . .

a1

3 E £ 4 BRNIRE IR OB LT %)) % —
: . Y EEA 51 D 1
- 4 W | HIERT D, | BRI F— fis?
- = . /m%? E [ k) mol
.-.; Y1 4.89E-12 36.2
£ o1 L 1 465512 33,7 D T IES e
a E E Y3 2.90E-11 45.9
- oyr Y4 3.60E-10 58.8
B & yy T Y5 1.09E-11 38.5
- Ovy:
- v Y4
® s 10" = 1 ; ; ; =
10-16 L I I | E E
0.001 0.002 0.003 [ ]|

19 #EEAEHEEOT LZUX T

T
1

Oy MY BEFI1 MED 1 ¥

5.2 PRI 3 E 3

19 i Y1~Y5 O#ERAILBIRE D Arrhenius 701 o .
v NE, # 4 CERETRLE—2RT, Y BE45 N 8 vz
ANDEETPEBARE D,, DIEHRB OB L BENK R .\ v Yas -
E0, E, BT IAR—E ICOREREIBY, & o, e
O mobility DIRERIFIHEIL Y4>Y3>Y1, YS=Y2 DA 10 0.001 0.002 0.003
EieB, T1/K!

20 & 5 EENTN. Y22, Y3-2. Y42 Y52 o0 A NEMIEROT Lo SOy
DFEFRNIEEARE D Arrhenius 70w b EFERMEILET X MY BEFZ1 MED2

WH—%RY, Y32, Y42, Y52 RIFERCHERN . o
MR E BT IV F -0l ERT 5. pFo RO MRAIREROEIES L)L+
mobility 188 L THIFLADRIERFI U TH B = & &7 GREAZTH)

—%. Y22 ORBRBBFKOBELET IV F—1Ths B | BEEFDw | EHHEL )
<. BR?OBNELS LEBENTFE<Z-TWEE vio 9 SAE-14 10.0
HERIZ N D, 10 K mol! OFEME(L=RAF—i%, ¥TAI(h 32| 316E-13 24.6
B T0 4 BALOT A SER BB VS USY %o oo 2

VWCIIE L 72 f#(4 kI mol)&, LD FRELH 25 kI mol kD
FOETH S, IEE X3 2B E L Chi i, itk
ERAR—HHERCLRBILND, Y22 OflEEEFS 0 T
BRIt ORBIL TR LN TRINS, [
21 B SMEB R Dy D Arrhenius 710y N ETRT,
Deff {355 RPNIAERR Dad ICHRBK H 2R UAHOT
HbD, TDH. Y32, Y42, Y52 D7 T mobility 7%
[ U TH(X 20 28), Y3-2 DHBAEEN R DEF 4 210
e, ¥3-2 OFIEBREIL Y42 & Y52 SHELTK
E</25. Y22 i mobility(FR 5B S O TMOHE &ide
<HERRD, MOFMELEHLE TERT ILERDH .

SEXH o
1) T. Masuda, Y. Okubo, S.R. Mukai, M.Kawase, XK.
Hashimoto, A. Shichi, A. Satsuma, T. Hattori and Y. 0.001 0.002 0.003

Kiyozumi, Chem.Eng,Sci., 56, 889-896(2001). 21 AR D 7'11,:'19 2 Sy -

(YHREFZ1 )
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B8P BINTAI MAS NMR 1Tk B EAS 1 MMEEDOFE(

RRI) Pro&ss

1. &S
Y4 o4 MEEDHERICEHOBE RS S MR ITBE<FERINTBY. £<OKRH
MEEDLENTNS Y, FOEMNT. %S BLUTAL MAS MR IZ. ¥4I+ MNCEET S
DHOBHENBHFONSRE, 4514 MNOEZTETALT, BEERDHFERT
BB, EZE Y HEFIA MIOWT Al MEBAICHTWETIE. FHESICLD
HLHANRSNTVNS ¥, KFFTI. ﬁﬁi%b@ﬁﬁﬁ%%ﬁb<ﬁNétbt\ﬁ
/7»W®%ﬁféétﬁﬁﬁémag % ERsE LT NMR B 2175 72,

2. RB PHe Yool g
65 EAE YRS IR X«\V@lxéﬁ% JEOL GSX 270 &mm%a@w\“ﬁ“ W.,A’c‘n-

§$I) YAl NMR Siggle pulse, SF=70.39 MHz, P¥=3.0 us (40°), DE=10 us/(3RF2 k, NS=256,
3 SW 40000 Hz, 2 s, EE 20 Hz, MAS=3.6 kHz
? EBHOE W Al BEETAZEEMNELT, DB (dead time) 3B LD BEL
q ELTz. E/z. MAS (EEzH0 1d+4 Tz,
2) ®Si NMR Single pulse, SF=53.17 MHz, PW=4.0 us (40°), DE=200 us, SP=2 k, NS=1024,
SW=12000 Hz, PD=15 s, BF=20 Hz, MAS=3.6 kHz

Yo7 NCEDE—T ORENRRD T EER2ELNMNITHEDHIC. NS (HIgEE) T
BEO®Dal Ui,

3. HREER

B1iZ. BT O MWRAEEEZSRYT. Al MR BIERREELD., EOFRES. 0ppn
I8N A AT T B D G EEAL AL &, 0 ppm LD 6 BT D T 00— R BRI 6 BT Al
& 55 ppm (HED BT 4B Al BEFELTNB T EMRENZ, ¥Si MR OfERS,
ERPO A BENRA A ORBROFMETKIBICRILEIEEZRLUE. TOREZHED
M7-24 DFER EIIKIBIZRZ -7z, BT O Al BER

M7-24 D> M7-31, M7-32, M7-33 > M7-34
DIFIZ/Z 0, MT-34 RO B Al IBEMEN - 7.

2, YREAS o WR BIEHREERT, YI-31, Y1-32, Y1-35, Y1-36 Tid.
ATHITED . Al WERIMTHT, —8IR1 4 58T 1 MCBEIL TWS Z AR
Nz, ELIZ. Y1-31, YI-32 T, E—27R7 00— FTERMEOREBARE I N,
Y1-33 Tid. 4BAL Al OANBEHIEN, £/, ¥Si MR OHERD, BEOYRY A4S
FDBHOEKRBIZRT ST, KIT, Y1-34 Tid. YAl WRAIE LD, BHRA4LEMAL &
HIE 6 BLfL Al (F F 33t MU DEET B ENHALSMNIEH .

i

3k
1) J. M. Thomas, J. Klinowski, Advances in Catalysis, 33, 199 (1985).
2) THE—. EEEZER. #sE—, Hik. 1985, 796.
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A OERL IO 2 7 b TEF 51 DA F 58

—— BUIJVIEE RAUEICLS YEYAS1 - OEME DN
2 B GEXD

1. ERFAH:

R 30 mg ZIEFEIZELD . 300 kg cm® DES THEE 2 cm D self-supported T4 A 7 (9.6
mg cm?) WHRE L, BEI 1 IR LARHEM R ) KBr BK) 54 AV %
Ty bUTz. PBEBEKRERET D0, 74 A7 % 403K TO5KRMBEK L%, 773K
T 0.5 Kl THBL, RIBETESIZ 1 BEBEK L. BRICTY, EET T
DY VRAEFD IR AT MVERBAFEL. TO%, 423 K T 1.3 kPa QYU P UEKE%:
BAL, 0.5 RHEBEIRE T 0.5 RfHER L, 9BEBELE ) DO ERELEER. ARY
ML ZRIFELRE, 51T, BEREERANDZD, 623 & 823 K TEFIFN 0.5 BRHES,
LIZBDIRBIEDIT >/ AT FPVITRTHEIBICBWTEBETAREL /-,

2. BiREER

Fig. 1 & Fig. 2 iICE ) 2 VIRERIBKBREMFREFER S ) 2 2 HERIERO R
ART FIVERT, 3630 & 3550cm™ fHEIZENZT o — P (super cage) &B% — 3 (small
cage) ICFHET BB S{OMAL ICERAT 58 K, 3745 em™ 124431 SiOH iz L 2N
Y ENBEHlENZE, EUDCEEICX D, Bronsted (B) BB EOMHEMERICEBEY D
ZU LA OBHEN S Fid 1544 em™ 2, Lewis (L) EEAUCENMIL =B 2> DN
> B4 1454 em™ 4T, 1490 em™ IC BEE & L BB A IC L B H O FNENE RS Nz, 16544
& 1454 cm™ OWIPGREN 53K D7 BEE & L EEOIETIE % Table 1 IZE &7z,

Table 1 Amount of Brgnsted and Lewis acid sites of various H-Y zeolites

Sample Amount of acid sites” /a.u,
423 K 623 K 823 K
B L B L B L
Y1-31 1.7 2.1 1.6 1.2 0.7 0.8
Y2-32 1.5 2.2 1.4 1.2 0.9 0.5

*The amounts of B and L acid sites were obtained from the intensities of 1544 and 1454 cm™ bands, respectively.
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Wavenumber /cm™
Figure 1 IR spectra of Y1-31 before pyridine adsorption (a) and after adsorbed pyridine
was desorbed at 423 K (b), 623 K (¢} and 823 K (d) for 0.5 h, respectively

1.5 1.5

Absorbance

0.5

O 1 1 1 1 0 1 1 I {
4000 3800 3600 3400 3200 3000 1800 1700 1600 1500 1400 1300

Wavenumber /cm™

Figure 2 IR spectra of Y2-32 before pyridine adsorption (a) and after adsorbed pyridine
was desorbed at 423 K (b), 623 K (¢) and 823 K (d) for 0.5 h, respectively
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EAS A bAD CO RED IR BIE IC & 2R D 5T
RIAREREPD OWAET, KEXN, HE—HR

RBAHE

TATA b~ (Y1-31. Y1-32) %930 mg AWV THERE 20 mm OF 4 A7 ITRE L,
FRSHEIRRICERE IN TS IR BIVICRE L., BBLEF 2 AL, BjlEEL
T773 K TOEFZUHE, 673 K TOKBEAE Z2ZFNTN 1 BTz, FOBREZHE
KEFT19 KETHAIL, W FI5T 0 RART "V ERBEF T4 FOAD IR
ARG PIVERIFE LUz, KAT, COZHEBESH R AT MILVEBRIELE,

EREER

X 1ICHTAEE O Y131 KU Y132 DNw 2 75752 RARY MVERUE.3746
em™IZHAERED T T ) — WIIREINZ E— I BBAIEN TN S, 3642 ecm™? K& 1K 3559
em? I, ENENA—N—FT =RV —=F 51 Mr—JROBEKBEICEE
ENBE—IRBERENTNSE, LMAL—HT. 3746 & 3642 ecm? OEHNZ BN P
—VIRZERBHAUSNTB O, EREEOKEBEENGFEETAAEENRBEINS,

B 2 128 Y1-31 BT Y1-32 12 CO % 5.6 pmol EA L= EE &, KAEPIZ 0.3 Torr
FETBRD IR AT MLERLE, TREDARY RUE CO BEERiBOE 2~
7 ENTELTHS, CO%S5.6 umol BAL K EEITIREMTPDOEHL 0.1 Torr LT
THoTz, CO BIMHITEEL WL, cO DEFBICLAMTEEKEEDOY
— I DD FBEE—2) 23641 em? KBRS THED, ZRICRDIKEESHED
IKBREDE—75 3340 em WBRAIZNTWS, FOKBEICEZEL TWS CO DfH-
MERENT 2176 cm M IZEBIZN TS, F/=, 2200 e L EICBHIS A EA S 1
BRPONAZBITEEFLE CO DE—7BBEBINTVARNIENS, ZERO
ALEEHET Cco 27 0— 74T ELTHWEESE. SERVWERBHIELTIL
A ABBERLIINWEEZ BNS,

SHPIC CO WEFET D44 TiE, 3746 em™ KB E— I BEHHE T3S, =
DE—ZEAREDL T/ —VIZRBINTWSBN, TILTFA ML) A TEE
BRHTHS 190 K THEROERZT>TH 3745 cm™ OKEBEEADEEZER SN
TWian, — AT, YUATNIFTIE 345 em™ ITKBEO VY —2 MEAIZ . Co
ERAESEDE 3745 em™ DKBEEAD CO DWENBREND, OB, KEZS
PED OH FHEIRENT 3470 e FHTICEREI NS, SEAWE Y B THABEESED
OH fHHEIRENAY 3474 e ICEME N, CO MFFREND 2166 em? ICBIN D, ZHity
UARATINVIFANORETII W EELENG, -, ZOEEBICLD CO DIEE
H 2170 em? AN T RLUTWD, DEODIOIENS, Y131 & YI-R ICR¥EF S0
PEBADT NI ZOLAMIUATNIFELTEEL TWAAREEIRE I NS,
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REKAET 27 REBMEC L 2BEE 0T
(RIRATI) OFrmE# - F13 #

1. BIFFA b .

EERRLIZEBD, 400CTHRLZRBIIENSBRICEVWROB S E2RE Lk,
M724i 3T DK S 72BN T, Fig. R L XIS v — TR TF BT Y — 7 2571,
Table LR UK DICHE LJANMED - 72, OGEZR UIC U TERIERE %540CIz
LEM7-31THR BESMET L. E—o#70— RiT/ixD, 450 KRB THOE S
DE=IPRELTEo72(ZDERTIHAKRTLEIC & » THRICYEEREE 2R OBNT
NOIDT, INEAFLDFTNERTHD) BUENS, BERIBEEE TS GRS
and/orBRAEANEE ., AT K2 BHRMAEEORF IIGDN. SBAACER T EEE
PENDLEEZOND, BRTHERLARBOBEICH, 7> BT BRBBTPD)OE
BOFAELLTS00CTHF>TWB I EMS, BRAMSEETLOEREDER T
Sy TVEDTVEBELEBCREFCBELECENERESEZ 55, AR THE
RILEFERITWHIZBE S KEBKEEDNS, £/5, MI~MS5, MSDHE TLETOD
BARAAIE TN L DEEENRENZDD, 7B T REROKESIC L BHERI,
DIEDTHDZEMEMD SN, 2B, 7T OEZ7TPDIIAKICRESEE,. BHLT T
UTHIAEL TRASRZEINTNSA, BBEEERORBGHENMRAEZ S ITE>TH
BMERLBRRONTNDZENS, BT LIIRE - MBE NS T Ov 0L > T &
CENDDOTIRIEL, KEKEDHEMICL > TERESIERCINDZENWENTH B,

DEWZ, IOMERLERITDHEERNT 220, MI-32TIE DL EEIIMT-31 & F
CIZLT, dry aitfBBOND D ICEZRK L NS BER Lz, 7B 7R Y — 7 138
SO, BREVHEMLE, ULEhLANSZORBEY D ESTEBATS Z i< Ed
S &£0.06 mol kg'DT EZTNBEEL 2 NS, BEEY — 2 8 BENAZ LD
BRI AFEDTT P BT o TWielad T, BEEREZOHOOBM TR EE L
5N%. £z, MI3ITIREDA F > THOMIZ100C10 hOBEREAN TS, =0
BREEEVTOM7WEOELITBIT s NmM >/, S5 4 e EEEE
ETTT THENMT-34), BB -2 ULARETo—Rizkok, DEMS, &>
&< EBHIRC-ZMISZERB ETHRVIDEDTERITIZ I LB FUEDT ARY
AT NEELETON BT R ER3RFREE BRI N 5,

. INSORRIRKCROZEBRLTNS,

1) TEDEM,. TIRHOBADIEDT > EZY AZET0.8 mol dm BT > E="7 Ak
m%&mme~mtﬁ£H#>§ﬁ-m%@ﬁ%@ﬂt&é%ﬁéﬁ@ﬁuﬁ¢T%
BRUTHIN), RRII0TCTEETNL, Z&RTVESYLABMYES1 MELN 3,
2) < ANEZ LA F PMITERTHEER ED. EROBZEENQOTRE DR E
EESAHWTWADR. JIOBREHELSTHAD, '

ERTOCT L DL AWEFMMIEAL IS ICRAZOT, BEEEHETETIETH
%,

Table 1: FAH DAL & EMEHE

e s | EET | AP ok e SR i {Al] /mol | [Nal/mol | 1-[Al}Na] | REH/
kg! kg! mol kg!

FrEZT M7-24 80 <] 400°C, 3h, dry air 1.78 0.006 0.998 1.43
BE

HE M7-31 80 izl 540%C, 3h, dry air 162 0.001 0.998 1.11
HEHE M7-32 80 ) 540, 3h, 1,67 0.001 0.998 1.25

evacuation

WAk L M7-33 80 fuig 540, 3h, dry air | R#lE il Kz 1.20
=/iE M7-34 22 5 5407, 3h, dry air 157 0,001 0.998 1.07
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Fig. 1: BERRIRE. RHDOXE Fig. 2: -1 7 2 3CHLUREE L kP DR OLE
2. YBEFSA k-

SEEERELICKWATy 72HLMIT2 &2 BT, ABYERDAED S B1E
BOA A RBEZTERAT—IF T LT ML—A LB D(Y1-33). /LR NA2[E3S
ML7ZbON1). 2BEEZ N —AUEHOY1-31), IR HEIFRLICCWE
Z A TEBLZDOY13DIT DWW TREE ZRNT,

AMOFIEEEHEZFHL RIS
YID1EIB A A 3 H#: JRC-Z-Y5.3 (482 g)%60C D7K4340 giT R ITAN. K<I&RE L 7.
CDEIIT(NH,),S0, 132 g& AL, 60C TIRHBERL, Xy FoiCTRERELZ. |
BT & 2. (NH,),S0, 132 g&K1190 giziEm L. 60CIZmMEA L, R Lot
T MZH920 g min ' QFEE THYT, BEEAZERIT . £OR0CDKI320 g210~2057
EERPLUTHITZ, TNEBICTHEZRIYE, Pa—d—IFH—2RANWTHIELZ,
(fligEA L Ak)

Y1-33: JRC-Z-Y5.3 (40.0 g)%1 dm’DE—H—ITAI, 14 HK360 e®Z A, 1Hi%
L7gM560CITIBLL /oo T DBIIZ(NH,),S0, 11.0 g A, 60C TR HEHRL., K5l
1838 U 7z, 1B IV E 110 mm D No. 1318 % H Wz, (NH,),S0, 10.6 gZ& 1 7 >33 #17K100

NHEM L. 0TITHEL., B EOET S Mo—RICET. BEIERRKTE, DEIKR
A A 2 AHK100 em* E60CIZ IR L . B LOEA T4 Mo—KiZ#T. el Z2KT7.
RBIZ100C T8z T /=, (FrE)

Y1:  ANBRO- A 35, 550°C TIRFRIBER L. 90°C D7K4340 gl ¥ L . (NH,),SO, 449
gFER AL, TNEXYFICTREREBL. 60COKI1ZY gafifl). 5 —EWNTOD
FKIZ IR = H(NH,),S0, 449 g2 A, BEMIBL. 60CDK1139 g&itit/z. 130CT—HE
W, Uo—t—IFY—THI 550C TR RMIBER Uiz, (iliRibRk)

Y1:31: Y1-33& RIHRICIRC-Z-Y5.3 (40.0 )% 1 dm’ D E—H—IZ AN, 1 F > 3ZH#K360 em’
Bz, BERLULSNS60CITMAL R, ZOBEIKIZ(NE),SO, 11.0 g& Afl. 60°C T1kK(H
Biel, AL A, ERICISEZ110 mm®@No, 131IEHKZE Az, (NH),SO, 10.6 g&
A3 2 RHK100 e iIZIEN L. 60CIZMBLL . WK EOEA T MBI, 14 32
K100 em®&60°CIZINEL . MK LO¥A T Mz, ey 7TIVFICAN. E
12—130°C (5 K min THHE). 130°CT1285fH. 130—550C (5 K min' THIR). 550°C T3Kf
BOTO7 S Mk > TR - R U, BREBEOEA T b 20T DIK3E0 e’z A,
(NH,),SO, 37.7 g& A7z, 90T TIFRIS#RE, HBEHL . 60°CDKI00 cm®ZHHT 7z,
H D —E90°C DKITIRIE X W(NH,),S0, 37.7 g&f& A, REREL. 60°CDKI0 cm®% #




Wz, BOZER—130T (SKmin? THIE). 130C T12Kf. 130—550C (5 K min* THIR).
550C C3RFEID T 07 I Lk o TR » FERR L7z, (FrH)

Y1-32: Y1-31 & [R4RIZ, JRC-Z-Y5.3 (40.0 )& 1 dm* D E— B —IZ AL, 1 F 238 #7K360 cm®
2NA. BRULNS60TITMA L, Z OEHIT(NH,),S0, 11.0 g& A, 60°C T1HFHE
BEL., H5NEALE. EBICIZERI10 mmONo. 131HKZERB WL, DEDNH,),S0,%
T AITREAI L. 1 F > HKI100 cm®Z60°CITMELL . B LEOEA T M,
HERYI31ERRICERIEL 2. (FrE)

FEEEE TITR UK DT, Y1idFig 3ORBMDARY ML ERL, BEBEIS WS iz
FH, EEAROFAURSEADAIICERT 2B A L DHEN, ZoRBHIBRE/LY (USY)
EFBERICEBAAIEIGER T 5MNEBE2ZE L TR EEZ5NS,

1B A 23cH#ZE b L — AL AYL33IMEERRAIC Y vy — T TRERBBEY -7 &R U,
ZDEIIRE— VAR OFAURBHRANAICER T 2B A 2RT,. 785, 1EMEODOT &
R TIERAUBITREE T SR I NS,

2EA A R, R LEYIORBEAEEZERBRET LA LEDH D DOYL31, €0
T FRA A R ETDRM O ZYLI-ROEHF D, YUHUIERTTO— RZTPDA R
7 RNERLUE, TR A O RBOBFEICLZENINSI Moz, Y1-31, Y1-3213XRD
THEIEREMNMEN 2 22 &M 6, A EREIC AR TEREOHEHIFBREEN DN T
W5 EEZHN5,

-3

(=3
(=
B

0.03 -

0.02 +

0.01

Concentration of ammonia in gas phase / mol m
=
=
(%)
(%)

1 1 1
400 500 600 700 800 900
Temperature / K

Fig. 3: HY Y4 51 bAROERE.

Table 2: B &

fi##& ks g B &/ mol kg!
E{E R 1ENH,NaY Y1-34 1.34
Y1-34% R L—2A Y1-33 1.91
filikAL A1 EHNa Y Y1-36 1.52
Y1-34 % BERE Y1-35 1.23
At e R2EHY Y1 1.28
Y1-31% k L—2Z Y1-31 1.31
AR R L Y1-32 1.28

1) N. Katada, Y. Kageyama and M. Niwa, J. Phys. Chem, B, 104, 7561 (2000).
2) i, Fri|, FH, 88tk st =B, 2A10 (2001).




AFURBEATA MLk B 1 - ~Fb v OFFERINENE & TEES LR

BREX-TI) =F RE-F HIE - FE 8=

1. WE

TRkl 1FEEL D A A THIEDORRAYE R ENT A NEAT A NS RfRE
FEELS I iRtaNnT, BEREREOIN—TE, Znb0¥ATA PORIZEBF v
Sy EVP—ar®iTH ZEERAS LN, ERESOREESIZL Y., 272D Bh T
5o ST, k1 1EERUYR 1 2EEICREESMEZFANT, 1 -~F 0
SRS G E AT 2 T,

2. EBRHIA

LI 1Iord Lo, YRIEASA FsiEELeLTFHA MI¥AFA K
16 FETH D, REENT-EATA PEEGEHREL T, 32 - 48 Ay allhifBaRix
=, TR 0.1 - 0.2g P& 4mm DO AT L ARRIREICTE L, AFERFH, 778K

F1 R LUfio—& L 2 ORies

Code INH4l/[Na] | [INH# moll | AEF54 bt | BERCT | Bl
Y3 3.50 0.25 50 110 24
Y2-2 0.9 1 3.2 80 2
Y3-2 0.9 0.25 13 110 24
Y4-2 0.9 15 2.3 70 4
Y5-2 0.9 1 3.2 80 1
M2-21, 63 1 100 80 2
M2-22 63 1 100 80 2
M2-23 63 1 100 60 2
M2-24 63 1 100 80 2
M5-21 7 0.25 50 60 24
M5-22 7 0.25 50 80 24
M5-23 7 0.25 50 60 24
M5-24 7 0.25 50 80 24
M7-21 10 0.8 20 60 4
M7-22 10 0.8 20 80 4
M7-23 10 0.8 20 60 4
M7-24 10 08 20 80 4
M8-21 18 1.0 30 60 1
M8-22 18 1.0 30 80 1
M8-23 18 1.0 30 60 1
M8-24 18 1.0 30 80 1




T 1RELRE Lo, RONREICRE Le, RUGEER., RIGEEIC GO T 523K %>
b 623K OHEFATRITN, 1- ~F B, MU T 50wthICHRENLH, <17
07 —ZnbRIrERTIEAZN, KFET 1 - ~FE208 10mol%ilied K H FmIR I,
BUSSR g S iz, AR ALK Evie n - ~7 8 i —E R CRE S .,
HAY o< b IT7THT SN,

AT D MV EFRPYPELE LT, RO 0 AR (time on stream) 125
WT, AERIRICEEET B 1 - A EUOEESEHE L, Db RIS R R
EREPER UL, b0, HEEKRO S 2 & REEREEED HIEMESCRF 2Rk D T,
WiFao 2L S TRUGEEBEE L, ThEAVWTIRREE RO L A, £P 05k
ZXHDH, 0% EBAAIGRET, 1 KIS TREINDZ EBRhoTe, SEIOEE
EHEGE, TT LIREOS & LT LT,

3. EBRER

YEY AT A hERANWT, 1—~Fr OSERIGEITV, EOERM DRI OV TR
N FORR, EABMIIT L E T T, AXVBIROTE L ER LY, fil
R L CRIGEREY Q%RBREICTAE, AFVRIZEACTERLENI L, I
NXT R L U bART HE 2IRERY LB X BV,

X 1IZYEEA T A F2HAWE L EORIGEE Vot ARMOBERERT, ZORML
oA & 5T, SfEEET Y o AR & & bIZREICEY U, &7 o AR
ARG & AR (W ) bORERAWT, KIGEEEE L ZEH LD, S6ic, &
EERE S AEMOBMREN L. @QFE AW TR EE TR kb SIEES{LETF b
3R,

1|

W Fao=Qk - [~A+ s  n(l—xa)— eaxal (D
k= kocexp(— b+ t) (2)

I T, WidfkitoE Blkel, Fao BEISHEOHEEREIOVS]. kixHIEENT
o AR BT A EEEHImY (ke - 9], £ aAlTEBICE B2ENEOBET, ZI T
0.1 A LTz, xald 1—~FEORIGER, biENSETE], ¢ X7 ot R
Thd,

FRNEES 473K, 523K # L THT3K L LSV T, 1—~F B OO E{TVR
IREEE 10min OMEEEERE KD, F 212k, HYS2 RUM5-22 #HE/A Uiz & &2
LITEEES M HRD b iaE b= AN F—% 7R T,

£2 1~F B VBRI OB LT XX —

Code k(473K) k(523K) k(B73K) HE{kJ/mol]
HY3-2 2.86%103 9.89X 103 13.3X 103 71.9
M5-22 1.27X10% 3.53X 103 8.2%10% 42.0
kOEAT : m¥kg - 5)]

HY3-2 DFEEHA, M5-22 £ 0 bRkELpoiz, ZOEBIT, EALT T MEEAT A
FOEH, FEILAVNEWED, TEHOBENRE (HED L, ERLZEANTTA RO




1.0 1.0
0 L 3
g % 2 R - Yz—g
- 7 Y4~
08 - 0.8 - ® v5-2
T 06 T 06 a
W ® Y -
i ' = 04 -
% 04 - & 0.
L L A
3%
0.2 5 O 02
° i ! A 4,
[ )
0.0 PR P S U ST U SO S NN SR S | 0.0 PN I T NN TR T T N TN MY SR NN
6 10 20 30 40 50 &0 70 0 10 20 30 40 50 60 70
FUGFEM Emind FGEMR [min]

X1 HY BATFA MeERALEEEORISGRE ot AR (RIS OBR
HERDNWZ LIcLAbELZLNA,
KRBT HTBRKIEBWTHESNETANTOEAT A ML D 1—~F B ObEEHK L
EHESEEFOEERT, 20L&, BT ~T—E T, 35.8ke - s/mol Tdh-7=,

K3 HERALEEATA MO KD RIGHEE EH L EES LR F

Code km3ke )] | b [1/s] Code k [m3/kg+a)] | b [1/s]
Y3 8.93 X103 2.0X103 M5-23 6.09 X103 0.6Xx103
Y2-2 9.89 X103 1.0X103 Mb5-24 5.92X102 0.4X103
Y3-2 28.8X103 2.3X103 M7-21 4.75X1038 0.7x103
Y4-2 20.4X103 1.4X103 M7-22 5.18 X103 0.3X103
Y52 29.2 X103 2.0xX103 M7-23 4.99X 103 0.7x103

M2-21 8.64 X103 0.7X103 M7-24 6.96 X103 0.5X103
M2-22 8.72X 1048 1.2X103 M8-21 5.76 X103 0.3X104
M2-23 7.56X103 0.6X103 M8-22 6.90X 10 0.3X103
M2-24 8.34 X103 1.0X 103 M8-23 6.79 X103 0.5X103
M5-21 6.28 X103 0.8X103 M8-24 7.60X103 0.5X103
M5-22 8.20x103 0.9X103

4. #EbHYiC

BONIOHEEE R OEELLETF L 7 EnT A 2033k & OBRIC WL, &
B2 LTWRY, 20T, SBRAMEESTORRICEIZE Y L3815, -
U, BEFEEEEESEEFOMIIRELZIEERSH D | EEEENKREL DL,
ERSEETFLRELRD, Thbb, ERETHD 1—~F & U DREEEER KX 2
L, o — 7 ERTEE LR E K R AEEMRS L,




CATA BT 5 a2 DEESRG
(deR.Ix) OFEICHE - okt - ZLHEBSE

1. 465

HYBEA T A bEEATTA bOBEEBMBAFETME LT R LV ARESR
FSREITV, EiE, ROERMER ST, £, SMtoxv5 74 )V E—va v
DFERD B & O D BRI OVTHRET L.
2. RERAE
BEEARGIIHSEBRAELSUNEE (WA 06D AV, &85 (05g) HEX
500 °C, 2hiERE L, EHEBRERNIC 500°C, lhE#FKERLE. RISV A ey
Ly (600 Torr) %AV, RIGIEEIX200°C & Lz, BEAEGIIEER E,GFE
i Lz, RIGHTHRAERD, RUKKISOREHIBAZR TERL, n-Xr & /ioE
frsy, FERIAZcZBANTHE LE.
L REREER

31 HYEBELSA L

ERHYBEYATA FERANTTu L BES LT, TOHKR, Y1 HHY
BEASA MERTH - L b BVWAER I RET L. REHEOF—F LAL V5
BLESHYRYAS A POFREEY -V OLERLEETT (R1). Y2 BREEH
MEEORHREZLIEEBLPORTHY, TOBRREMRAEDNRM-T. £h
LT, Y2-2 IR AR IES A I N EA RS HSEIT L. ZoY2 & Y2-2 D
FUGZEEOEVITHIBERE. DT Y3 & Y32, Y4 & Y4-2, ZLLET 3 &RiEOH:
IS LEERDEMET LA, Y5 & Y52 TREERDEOEREICEE T
HoTo. Y3 L& Y32, Y& Y42 DFNFNOESERSEHBRITISEIEREOI—T %
HEW TR Y, AIEORMIE L e L TEERDFEMET LT 2 DRI &
Dl EEZBND., ZHITEBENEEYSTZY OFESEBEL L THRNWE L &R
LTWa. LAL Y2 E Y22, Y5 & Y5-2DEEIREL ER-TEY, £OMOE
ERHBEEXLND. Y2 & Y2-2 & i
T 5 &, MILEEEL DBV RR 6T, Y2
WAV RTIIEEET A 7 aR T OHZT
BRI THa0IxtL, Y2-2 Tid40A
FHEIZA Y RTREELE. ZOAVET
BEIGICEFNZE T O TIEi2n o & HERE
b, Y5 & Y52 BT AL Y20
FHREREEBRRE S BoTVDH, HTL
BEIDEVDRIZEAER DR TE, L TR E R

7"-: 755‘ -2 Tﬁ%@%‘&@%%%ﬁ% T'é" 7‘4:11 N, ° 129 Reaclioﬁi?nelmin %0 40
Wiz, 7 =7 FIRBEE(TPD) R~

1 3.4) roncipe Bl BHEBYEESIL OTR LIRS

- Y1
©-y2 Y3
o Y22 Y32

- Y4 < Y5
A Y42  p-y52
1

Decrease in total pressure/Surfacearea
%im2 g1




7. FOER, BEOFVILIY1>Y52>Y32>Y4-2>Y2-2 ThHhote, EERDED
FEFE, Y1> Y55Y3-2>Y4-2>Y2-2 20T, BER & £ERMDBOMIHERENRSH D &
B2 5. SLICHIAAEE, BICAVYRTOGEENRERFEELEEZ TS EEALN
A, EHEHR Lo L bE) o7 YHEBENE, RARCA Y RT bAERLTHE.
AR TR, Y1, Y2-2,Y3, Y32, Y4-2, Y5, Y5-2 TIXCi5 F TOIREVR
EHOH L LR E LR, Y4IZBW TR Ce A EOEMMITITL A ERLN
Fdolo. Y4 L Y42 TEBMICESR OO, ISR Y42 DHFBER L
DEASFISHET L EExbND.
3.2 H-ELTFHA+

ERBH-ENTFFA ML AT VVRESRILOFERS 04k b o£ERDR
iRt (K2). HEHEOFFIIM2 >MT, M5>M8 &faofe. £ERBDRIIFHME LD
L, % OREHIAMECEITUVER, M8 THREREAER 6045 TR L A SRS
WL U, ERORERSTILIC s ETOEEEICRY, MEEBRWTAMEIZ LS
SEIED Lo To. M8 TIHAERMNIZ L A EBLNRM o, HEOREBOR
Fit M7 > M2 > M8 > M5 Thh -7z, {EMEABPBAICEERH D20, MBIIMS &
DELBN SN EDRSLFRICEDRTTHED, TIIHRERRS. LALBER
L L RO RET 8% it Lizi84, M5, M8 X » M2, M7 D% 5 4% B BB &2 %
VW, LR o TCBEBAESRGEEET S LHMEhE. M5 IZE-T, BRENDR2
WIC b b b TEAEESE VO, FIXEEATA MEEND LAEI LTS
%, ZOMOERIZZIOND.

0.05 0.05
8 - M2 g & M7
g -8 M2-21 § -8 M7-21
3l | - m2-22 | - M7-22
.0 .
g 00T L vem I BV
0 1 ¥ M7-24
[ &~
“‘5, f.” 0.03 E o 0,03
o
% E 8 E
g = 8 =
a # g 8
] 0.02 ® 0.02+-
8 8 <> M8
A=t O~ M5-21 £ -0~ M8.21
] 0.01 O M5-22 o 0.01 - M8-22
9 - M5-23 g -/ ME-23
E <7 M5-24 g =7~ M8-24
0 0 1 | ] 1 1 | I Q 0 t [ 1 | t 1 1
0 120 240 360 480 0 120 240 360 480
Reaction time / min Reaction time / min

H2 HFEEATFA PO7a L EEARROREHYL Y OLERDE

1) ik, BE, 20 ESReAKNRSER, 22 (1999).

2) Mg, BH, $21EZEARMNRSER, 16 (2000).

3 AE, &L, £33, F20EBRBEESRSEE, 45 (1939).
4) FH, B, FH, $2] B RAKEEaSER, 38 (2000).
5 R, Ar, %20 @S RAEARSEE, 21 (1999).

6) 3, i, %21 IR HEASFERSER 11 (2000).
TV, /iy, ALE, %20 (@S HEAKEI RS EE, 36 (1999).
8) &, 521 ESEANIGSER, 29 (2000).

Q) iEE, FME, H20ESBMERRESES, 13 (1999).
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Pt/Al:0s Z R D He B EC L 2@ ROBEOHZE (2001)

BRSNS OfFt fiz, 78 K

RO & BORE OMES BELSORP28SA (L W HIE Lz, v 7 VEiis
0.20g AV e, BIESBIERITROLBY THS,

(ATAER Gt

. BB{bALEE 400°C. 15min,
. He 3 400°C. 5min,

. H2 4.3 400°C, 15min.

. FEZEYHE 50C, #7 60min.

P R

[0 7E 2]
1. H: 4 50C (—R%BH)
2. HZELHE 50°C. 60min.
3. Ha®3 50C (ZRERM

(ARt s 1
C —REEZRBRO 044F (800~1800Pa) T A2 &tk HoD{LFRAERLEH
L7, PtOFETFE (195.08). Pt 0WAAKEHHE (0.08nm2) . #E (21.45cm3/g) .
ERFE (Iwt%) . AM¥AN-7724- (2) & L. &BE0HE. HHETR, &Row

BEh R,
trZg | PtiERR | (EFEERER SRFTH e A ] BT
(%) (mi/g) (m2/geee) (nm) (%)
HC300F 0.93 0.620 2.67 0.98 116.0
HC400F 0.93 0.850 3.65 0.71 159.1
HC500F 0.94 0.721 3.10 0.85 133.5
DN300F 0.91 0.655 2.82 0.90 125.3
DN400F 0.91 0.699 3.01 0.85 133.7
DN&00OF 0.88 0.732 3.15 0.78 1448
Pt/AlO-6 0.93 0.790 3.40 0.77 147.9




@ —&-ZHREBEELRBOLERESERELRD, FOBSEH Y Langmuir 847+ 2 2 &
XY HoDILFEREEFEH L=, Pt OFRT7& (195.08). Pt DR EUHEE
(0.08nm?2), HEE (21.45cmdg). HFE (Awt%). AMITAN-T744- (2) L L. &
BEEHE. BT R, SRSBELRD:,

Adsorption of Hy gas on HC300F at 50°C
0.9
0.8 ——2 [ ®
‘ .
_ 06 ‘fJ 4
E 0.5
f;‘;’ 0.4£
~ 0.3
0.2
0.1 JOIRBEETR ||
OIREEERR
0° & A 1 & A
0 5000 10000 15000 20000 25000 30000
P [Pa]
A | PBRE | SR &EEEH FERRITRR ERIRE
(%) (ml/g) (m2/gen) (nm}) (%)
HC300F - 0.93 0.149 0.64 4.06 27.9
HC400F 0.93 0_.283 1.22 2.14 53.0
HC500F 0.94 . 0.206 0.88 2.98 38.0
DN300F 0.91 0.254 1.09 2,33 48.6
DN400F 0.91 0.278 1.20 2.13 3.2
DN5S0OF 0.88 0.299 1.29 1.92 59.1
Pt/AIO-6 0.93 0.241 1.04 2.561 45.1

[E#]

BB DL FRERIC L DFATOR & 5 L &B S 100% % B2 TLE»
oo LinL1 - 2RREEFRBELHEL 0CTHRATERVMEER S EMTIIOOER L
807, TORRITKENRTHRETEL A PBEET I EETRLTVE, fioflE
RRIZEV OOV A PHBHATAZ LA HFLTVET, SRR CRECOIE
LRENE (BRSBENE) 2HMEEDTHET,



842 D PYALO fRIE~AD CO B LU Ho Db AR OHE
’ (I¥pERI) fRE ZE-OF+HE #

[ZL&HIZ )

LB BANEZR B SIP/ALO, I 7o 7 M ITHBW T, MRS X U AR tho By
LFE & D Pt/ALO, it ~D CO BLU H, DILFWREBEZRETDILITE T, RS PL o E
WEADHEERDILEHNELE,
®

CO BLU H, DR F BRI EITIE, Micromeritics 18 ASAP2010C BI({L 2\ E AL 3 ATZ)E
R AFUEE R AV, 9, AR AIE /UK 0.2g 783, 200°C. # 8h, BV ALE A LT, TE
AR E BT, ATLBICBTT THBEIC L2 EEE L2 ZEL ., HIER O LR 2 S0 ERMn
bEADERESIWELOELE, Fig.l I, AABORNE R LU, BT, fiil2E S Ml E
BS CO N ABEMSIZLORTNESGEEEE L L, S EFE A LRI EHE CHEEDSRNDIIE
FELic, 728, BICBERERC R LB R TR bR TWAD T, SEIT O, MEBEE -, BEREIT 35C
EUT, B E B, WAESES (£ :1, 10, 100, 200, 300, 400 mmHg) K, —E B ¢HERHE TH
AEEBORESR

BMOENSCEHLE, 30min 10min 30min 30min
CO.H, Dik2ERE 5 [To—F 2K < ,
— = |
ix. CO/Pt =1.0, H/Pt E—'é He e M, e |
=1.0 (LT P o {6°C/rmin | ATE PR
BERRHLE, | ! S
B (min}
fm e Fig.1 AiALESEH

Table 1 {Z, f& @ Pt/ALO, fllD CO BI U H, DILFERERL Pt HEUERTRLE,

H 3 BUEL BERRIE E A RIC ThD Pt/ALO-6 & HCH00F & Ehisi42L, HCS00F o Pt A8 EEH3R0R08
W2, 2t AKRFEIETTIREN HC500F Tht 400°C THADIZH LT Pt/ALO-6 TIL 500°C Th
S THD, ZOZEX, Pt BT 55120 400°0CTH45Thy, FRLL EOEIR TIL Pt O3 %Y
T EBIERITIERRIBL TN,

BERILE DR BE HDE, HBEREEL THIL B EEB2 R LAY, 400°CHALo &% Pt O RLEM
AW ERbhhd, ZOZEE, S00°CIBWTT Pt O3 2, 300°CIE B W TR ERC BETS
BEESRN TN ENREERIILELEZOND, —F, U=tV TIir A4 MR L Lol
FERRERRWIEEPIOBERR W LRbhd, Zhid, HEREHZEETIMBREZERETID

(IE et 00 CHERBERBLECHAZLERBLTHS,

HEREOREEALE, BLOSBRE HRBFERE LMD Pt S8R, =i /?\/Eﬁ%ﬁ
RAUEMEOLOLVL RN ERDYD, ZOZEiL, BB E&BITAeREHRIEba & 3 ELTT
NETF B AF AU TRF TR LT, AFE P TO=ba P 7 I A& R LR EDNRHE
EEZLND,

Table 1 §8 4 DPt/ALO A D CO H AL B Pt HUE

YR E CO(CO/Pt=1.0) H, (H/Pt=1.0}
H S8 IR T E R &3 3 R
°C om’/g-STP % om’/g-STP %

Pt/ALO-6(500,HC) 0.904 78.7 0.444 71713
500 HC 0.907 79.0 0.478 83.3
DN 0.914 79.6 0.457 79.6
400 HC 0.957 83.3 0.553 96.3
DN 0.866 75.4 0.414 721
200 HC 0.827 712.0 0.434 75.6
DN 0.779 67.8 0.382 66.5

HC: 1B A%Es, DN: P ZhOSPIv AL, PHERE 1wtk



Pt/Al,O, fif 15 D L 1=ZF 5 Bl E
(A—F4os—fRiiEHT R EEE

1. MEHE

a BRI E BELSORP-28( A AR IFHERALE YU ORMNEELL T, IMBNTHS
(50°C/hr T 200°CIcH B 2 BRI ZE {101,

b.7K3RIE Ak : AUTOPORENI( M e E LI,

2. FIEFER |
BFREELZOEATEEACTUOHMAERIERESRRI RO, ‘
SB[ PYALO-8 I DULVTHRIZEL T2, T O R AAEBIE L 72 HOxxxA HCxxxF DNxxxF D
R EHIT Table 1 [S7RY, P/ALO-6 D EER AT, MALEHIEL HOxxxA HFHMIFEOELIFIFFEL
Dotz Efo  Hg RU N, ITXYBIEL-MA S Figl RU 2 (TRTESICHMBELBEIFFL
{ARZOERNMZISBEME~DEREBHLIG N T2,

Table 1 A TREUVHAE

BERDHX HKERFE A%
BN | LEREE | AR | ADTUET | ARER | ATT7LE
(m2/g) {ml/g) T £Z(nm) (mi/g) EE(nm)

PYALO-6 176 0.594 16.2 1.058 17.6 !
HC300A 173 0.664 17.8 1.012 17.5 |
HC400A 172 0.660 18.0 1.011 17.6

HCS500A 162 0.680 18.6 1.016 17.7

HC300F 172 0.643 17.6 1.010 17.9

HC400F 172 0.719 18.9 1.007 17.3

HC500F 170 0.776 204 1.004 17.5

DN300F 168 0.652 17.0 .1.008 17.4

DN400F 166 0.652 17.5 1.000 17.6

DNS0OF 171 0.785 206 0.989 17.5
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Size distribution of Pt particles observed by TEM

Daling Lu and Kazamari Domen

Chemical Resources Laboratory, Tokyo Institute of Technology
4259 Nagatsuta, Yokohama 226-8503

In this year there is only one sample (Pt/ALO-6) to be measured by TEM.
The other samples of HCX00F and DNXOOF are the same as those in last year. The
number of Pt particles in Pt/ALO-6 sample was accounted from TEM photographs. The
average size of Pt particles was calculated by Y X/N where X is the size of Pt particles and
N is the number of Pt particles. The average size and size distribution of Pt particles in
Pt/ALO-6 sample are presented as follows. The average size of Pt particles in HCXO00OF
and DNXO00F measured in last year is also listed as reference.

Sample: Pt/ALO-6 HC300F HC400F HC500F
Average size (A): 4.5 7.0 7.0 7.0
Sample: HC300A HC400A HC500A DN300F DN400F DN500F
Average size (A): 7.0 9.0 9.0 16.0 21.0 11.0
3504
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T
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Reduction)i&l Z&5 Pt DIBFHIKRED EHliZ {5 o1=. BIEiEREHET 5.

[Se5%]

(1) i SIRAEER S SERO PUALQ, iliE(PL/ALO-6)

(2) TPR AIESA
#BE : REER S TPRAEEE
e :$9200mg (BoK LD ER)
ETHR :10% H,/Ar, 20cc/min
FiREH
KIEHER

[$52]

(EBAD 1100K FT 10K /min TERLT 1 BEHARE. TO%. ZBRETH
FELFATU—TTKPAREN YT #. TCORLERTAIE

Figl [Ji8 4 ORTNEEECREL-AEO TPRTOTD7AILETRY, Table 1B AMEOKITHBEEHMHL
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Fig.1 TPR profiles of Pt/Al203 catalysts
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B 22 M RARENRE 2001/10/8
EPMA {2 & % Pt/Al:Os fh i @ Pt,ALCl OO /HEIE (2)
ORB)IkiE, MAFA
(=R - 4 — FhaFxyy NEWIREFR (FMEETTEE)
1, {XUBIT

BRAEEES L RHEE S 7 BEO PYALOs AR D Pt F R LT FRBIORTH
oW T EPMA RO RIEZ 1T o iEREZWET 2.

2. ER
(1) Pt EHROGHT
(2) EPMA #liZE
. AABTEOR BF Su—TwA 7uT T AV —JXA-8800R B E{EH,
HIEE | B2 =R VBB ARIE L ChEMmE H Lk, h—R%
7% LTIt Ls, JIEINERERE 16kV, BEER 5X 1078A O&H
T4REFT o7,
3. BR
Tablel i Pt B H ROBRETRT,
Tablel Pt&HZ

Sample | P/ALO- | HC300F | HC400F | HC500F | DN30OF | DN40OF | DN500F
6 (@) (2) (2 (2) (2) (2)
Pt(%) 0.93 0.93 0.93 0.94 0.91 0.91 0.88
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Pt/ALOs fillfi iz X 5 CO B{Li

— R L FEER XU RGBS —

(RIMKRI=] REEE, dbl—8. RER. RERE

1. &
FIT 2000 FEEFE D Pt/ALO;(1wt%)IZ RS % AV T, CO B b NE ™
ZHEL.CO#HIEREFERICL 2 Pt oBERERR LG8, SEER UG
RS L BE L OBRIZ OV TR EITo 7=, |
2. BBRGE
2000 EEF Pt/ALO3 7’1 ¥ = 7 MIBWTHE &z Pt/ALOs(1wt%) 3
® % %, HC400F, HC300F, DN300F, DN400F, DN50OF @ 5 ##t R U7 7
TrivEaeEYrsrusf FEHEYWEICHAWTEERE <R LFIBIZHE-
TEREL L 7-3 % TASOOF, TA400F &5t 7 BEEFEFI & LTAV, CO Bk
Sk, BSRB B RN ERE 2 AV CREHFE 150-300CIZ TTW. £/ CO2
LR N T v SICHIE U, EREHS 40mg RSUSEICTRE L., BIEICE
Mo T, BRIESFESHBEAMES SO CO WEHFREED L ICHERL U ZRi0E
(400°C. Q2 150Torr,30min /L, Ha
latm,1 hriEx] #{To7,
3. R
HC400F % BV T 200°CizR\\T CO
B O Iz oW T D FEIRREE TR~
R, COIITDOWT-0.3 ¥k, Ol
W1RThHolz, ZORRIL, KIEF
CO 7% Pt WIS TE L, KINHEE
o E, [SEBREELIRECEEL
AR EWE CO DG L TV A
BeELOND,
1% 180-280°COFIBEIFE- T
HC300F Z#E# 25Torr D HE AL LE
CO/02=2/1 D CO & O RISIRE N A %

i)

In(Pressure/Torr)

WA LB REH A E S O 24 10 | 20

Time/min

X1. —&RE7 vy MHC300F)

b —%BUST ey b LIERRETT,
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o TWB, £ RIGEEVIEL 2ET- 546, FREIIBW Ty b
OEHEMI L, FHEOETRR N 2hoT, BT, FEEIZBWTAER CO2
BLRIGPIZEREPBEE LERIGREENAENGFE LE CO EOEILISIE
—HK L7, FRECBITIEROEE (=RISHEE) . RICROBFEEND
FICEEERAHE L. BE Pt BE. 08ENOHAESNAIERERED Pt BETH
WZEID T, ®EPLEFHEY 1 ofICERENRD CO: o F# (=TOF) %
HE L, B2i%200°CicBiF 5 TOF & 7 BIEHORBHI>WTHEL, Thbd
DB LT ey PLEEBREZTRY, B, SBEDHERIZONT
TOF AT 2EmMERLTND, —H. K3 &, 7EEOREHZ 2V T TOF
OBEEH L RPTOESEEZIAF—2HE LERBOSBEY LTS
oy b LEFERERT, Ealdo#EICR L CEOMBEMEZRLTWS,

4. mEt

Pt/Al2035wt%IBEREL 2 BT, /% 60 CIKBNTITo B E X, KFER
TRIVEE# ORI TR, RISEHYIICABREABLS IR b, EEEXK
BIET L, £ CO: BERTMANOHALLREN AR OOHEMELY b
fehroto, UL, 2EBLUBOKIE THHIEHEETE R0 £k CO E &
HE CO BIIEBE—RLAENL  EREEELABZ 285 L, Y

Pt/AlzOs1wt% B REHT FIR TH#E S 87 CO nFEHBEETE LR T
PR - 7 ORRKRIZMN OFRENT S 300-400°CITBNT R Bz, 2 Pt/AlO;
it - CO BRI ZEIR (H A 60°CLLT) TITokLEERL., CO 4 Pt
REICHMSME L, ICAENCE DTHAH,) ZoM#EIX COIz2&—0.3
®TH D 2000CTORIGKEMEDRER L BT 5, PHALOsIwtRBRFR T
IR 150°CEL L TiT o =N AN ORE T UL EIGEEVIE LT HEE DK
ISEEOETIZREMN T, RIEER CO:BEEMENLHEHELLREEGIAEND
DEHE CO ENE L IZIF—HK L, RKINRED 150CHUEDOHEEIE. RIGT
WWRELE COR O b RIGICLVEENOREIN Pt REICERHTHZ &N
BRONDOTHAS, M2, 3OBRLY., HIFSh PtRTFOSBER Ll
TOF ixgid L, —FH . G® Ea 3R T 5, Ba OEARRERERTHLY
DEIETEEORL EZTRLUTEY . TOF BT3B L AFnd 5, SBENEX
+ 5200 AlQs REICHEF X /- Pt OE{CFEEfERE< 2D, CO oxd
BREENES Y, BMELORISIIECHI 2D EELDND,

2, 3DEEIE., HePtCls ZHEREHZ AW -3 EHT PtNO2(NHa)e =2
PtNH).Cla # BV ERE L 0 b LV BUVWABRELZEZD I EERLTWVWS, &
WEETINL IREOFRICHE I BSEERB LR, Thb 3FHIMN
LEETIINMLTESERSICETSINE N, €F Pt BT T HEED
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Pt/AL O, fillllt T 7 u R BRER S

GBREEL) OREEE-EE K- SHEFE- RE &

i)

1 i
A B AT B S0 DREL S /s PYALOs il 10 ERZ AW T SRk
RIG&2ITV AEIEMEC 5§ 5 Pt ATBRAS & O Pt S BUE OSBRI YW TRF 21T o 7=,

2. ERFGE

FOG W EERM S E 2 AV, AR ORI O F F 0.05g (RERD 1.5g T
) #RWTITo 2,

RTALERIY 573K C 1 B¥R, HetH, (HeHy=4:1) NEZITV. TOHEANY T ARETF T
43K ETHHA L2, FIeH AT T30 0.5 %, BER 2.5 %, IR 100 mV/min (/<
FUATRAEANT T L)Y ELE,

R I 423K 205 S0K BRI CHIE Uiz, BB L7RSEESITE LI 30 S8R
Jx7 R % TCD W X 9 43%F L=,

3. R LER

RIGRERER LIRT, a0 REEER Pt ORBEEICL D Ry, =t
T I UEAEE L UTHAVE DN (LB &R 2 RIEE & Lz HC 1T~ FLLIHN
EEER L,

DN TIEBERIREEIZ K D IEMEIC RERER R O, —7FF, HC Tht HC400A 23
PIZEWEMEZ R LIS OO OMOMBIIFBE DR R L, £/, EREED
E (F 225U T TR, A B TR I X AEMEOBEWVIZR bR T,

RIGIREE 573 K BT 57 a R RS & Pt SEERNERR LY TF #HHE L
(HC & DN (FMEEDOLDOTH Y, MEEOFEREMH VL), HC ®° PYALO-6 {ZHA~T
DN 1L 5 {5 L@ W EMEZ R Lz, DN & HC DEEMEWVIZAIEREICEE T b0 &
Exbhd, —JCERREOAnFURFETE I LICLY Pt OREEESE TS
DB EEE TORNPLAMRGE L LTHEIbRE#B 2 AW EBE Y= udT7Ivad
LD BEFERBEN T ERRENTVWS, Lo T, BLESBEIEAE LTRAWE
BEIE, BEERENSVEDIC T o AU BREEEN RN b D EE X T,

PREER RS T — AR P BEE DN N EVWEE TEF B R & S 25, SEIOERIZBWT

DN & HC DRE TPt EEMETT3IEE TF B RKEL RAERAMBR LI, FOMER
X DN CHE TH o 7= HC TITEERSMEOE (F: 2550 T O, A 288 TR
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Pt/ALO,®F# 7 x »HDSK st
(BRAREHET) ARBERE - MA R

LHEE
B N TROPL/ALO S DWT, F4 7 = VHDSHEERE 2o 7.

2.8
(1) e ormas
EFINBE R THRL, U9 ABABEBRAEE TIX10” torr THA MK L. D%
H,/H,S8=9/10EAH X (100 ml/min) T673 K IMALAE L, FiE CIRmESERLE.
(2) HDSKEIS
F4 7 x> ORFECBHHDS) KR AHBRA R GEEREAWT23 KIZTiTxo iz (RIEA ML
H,/CHS=26/2.8 kPa) . FIEHADMHIARZ O M IS5 T 4 —Tiiok.

3R

BUCAMIEDF 47 2 YHDSKIE 707 71 )V 2md. B, BHYNZD, sERNED OHSERE
ELUTHELE. Ik, SMERTOREOZERREEWI &b o/, RICHMBEOTOFERT.
WTHOMBIC BN THHS~BDEERL, 13wt%OMo/ALO M EEWETH > 7.

Eg 40 T T Y T 'Ig 40 T T

o> 7 o

= 20f ) = 30}

g E

fo_, 20} mE 201

= > |

= 10} = 10}
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) (78}

% 0 1 ! i L a 0 il L L L
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Time / min Time / min

—&— ALO-6 —&— HC400F —e— DN300F —u— DN5S0OF
—C— HC300F —{— HC500F —0O— DN40OF

B Pt/ALO,0F ATz HDSRIET DT 71 )V

# AMIEOTOF
TOF/h!

HEAR(CO) TH#BEACO) — TE#BEAMH)
HC300F 6.1 6.7 6.4
HC400F 4.4 5.0 43
HCS00F 55 5.8 5.5
DN300F 6.2 7.1 73
DN400F 5.8 6.5 6.8
DNS500F 5.1 6.0 6.0
PUALO-6 6.7 ' 8.0 82

*13wi% Mo/ALO,: 6.4 1’




Pt/AL, Qs fil 17 K B thiophene D 7K Z{L I S i
| BRI A BiEIA EZRIER

1. 5

PUALO; BED Pt S HUE & TOF ORMBRICDOWTHLMIT 572012, BIERRIGD—2 & LT thiophene
DXFEEMEDS) IR 21T 2 fz. HDS RIG TILR KT & 4517 HS MER I NS 0. HoS IC L BT
MIBMHEENREELINS,

2. EB

thiophene @ HDS RIRIHEBEERFERRGEB TT o/, MMEEIX 0.1 g & L. RISATICIZEERNTHT
LEIATH T, KRFWE T TRNEEG23 KICE UABRISE BB LI, K#E% 273 K @ thiophene b5
T2 Y Z & T thiophene IXZEA XN, RISH A OFEEIZ 30 mlmin & L. ERPOOHFIZE GC ERN
7oo TO%&MT T thiophene DEEALZRIIER T 7-12 % DR ICMZ Shi=,

3. R LER '

Pt DM & TOF I3 OMHBENR 5 Ni(Fig. 1), HIEHSE%E Pt ODHREWE E T 5 PYALO6 & DN
P)—ZX07ay MRIEER R ECEROIZ L, PNO;) (NH), Z HFEWE &% DN ) — XX EE
BEMLICTOY bEnk, FLTHEESREHRYELLT 10
W5 PYALO; MIF U #UE T L DiEW TOF 2R L7z, 8T Pt 8 :
OHEFEDEVMEERICEEB L TV ZENHENTH B, ~

SRIFCOERDORRIE Tadle 1 ICRL Iz, R buane = or
#1. butene ¥, thiophene DKFE{LETH S tetrahydrothiophene(THT). © 4

S 4t
RUDEDY S 0% > JERM, C5 D Eommicnmani., [ g iTeros

DN 3 — T, butane RO B WALV HDS Bt % .| @ : DN series

— @ N o > - 0...|.|.|...|.;.|...
RTRADH SN TH o F L HC ) — X TidiEh: SRR /Y 0 20 40 60 80 100
AR RIS Riaho 7, Dispersion / %

LLEDT & XD thiophene @ HDS RIS TiE Pit ) s Fig. 1. Effect of Pt dispersion on HDS
2A fophene RISTi Pt HEENROBED - activity of 1 wt% PY/Al;Os.
BHETHDILEMHAL N7,
Table 1. Products distributions of thiophene HDS over 1 wi% Pt/Al;03.

Catalysss  DisPersion  TOF Selectivity (%)
(%) (1) C1-C3 Puotanes Butenes C5+. THT*
PY/ALO-6 94 5.64 1.5  63.8 28.7 0.3 5.7
HC300F(2) 79 6.85 1.3 669  26.3 0.3 52
HC400F(2) 95 5.35 1.3 669  26.4 0.3 5.1
HCS00F(2) 83 6.71 1.6 659  27.1 0.3 51
DN300F(2) 78 6.13 1.8 60.8  30.7 0.3 6.4
DN400F(2) 84 5.00 1.0 59.5 328 0.1 6.6
DNS00F(2) 94 4.00 1.3 571 345 1.0 6.1

* All data were obtained at 2 h, ® THT. = tetrahydrothiophene



Pt/AL,0; 7'0Y 1) MBEIC LD CO RBFEREXECISF VD KELERE

WERFTFBICALER FF @, KB ER. = 3
PYALO; BRI E 45 Pt R R UERLRE A, Pt \ﬂﬁ&:fﬁw:fki{t;ﬁ'ﬁlHﬁ-xéﬁl!ﬂ’&dﬂﬁ?’éth co wER
ARV D KFILEFA .
R
co BE
-RRT AR 0.4g &L, 130°CT 30 RGBT OE., 400°CT1 RN KFEET(.02W%PYALO-6 [ 500°C)YEHEL =, #EL\T .
FRCTREHR(0 o L TF)LAREEL -, FOHRERIZT. CONIAEBA LT, L TCD " A90M57% ALV,
TR EIERIE
PUALO; RESF D ATILIR
130°CT 15 DB RO, 400°CT 1R DK FETT(1.02wi%PYALO-6 [ 500°C)EHEL 1=,
KRG _
[REUSFIA0s . BRI 0 b)THLERD A-ML—7 TIT012(0.195mol/L), RIS, #itE 02¢ RIGEE 200°C 414
KFEIE 25kgliem’ RISHEM 3h CiTot. EREMDBHIZIL FID § RO 57E BV,
&R
RREDRGD 7 18D PYALO, AUKIZDLTO CO I R . BRI 7L K FAL RASHERE Table I2EEDH -, 128, +780Y
KEERGISBLTIE, ERMIXTISENOF74L0DH TH T,

Table. % BEPt/AI2037" u/mﬁbﬂiﬁ'wcofﬂﬁﬁ‘ﬁﬂtU‘J’Wlf/?i(#{l:?ﬂ“i y / i /
Bk COBMEUBER) Naph.Conv. COPLURER) TOF(MiEK) CO/PL( LoFRE) TOF (LFhe) CO!P\(’IA*\’VH TOF(ﬁ#}AH
pumal/g-cat % % /h Yo /h Y
HC300F 404 24,7 79 78.8 72 86.6 93 / 6'6/9
HC400F 48.5 28.5 95 75.7 83.3 86.1
HCS500F 42.5 30 83 90 79 97 31 3
DN300F 40.1 9.0 78 20,1 67.8 33.6
DN40OF 43.0 6.1 84 18.5 75.4 20.6 \ / 174
DN500F 48.0 5.7 94 15.5 79.6 18.2 g
1,02wi%PYAI203 49,1 19.8 94 52.0 78.7 63.6 f93\ ,f 53.3

|

Table KU LT OMHERAR LN,
Pt 3 #UEIZDINT
- HERMICIECEEE, oy 7R RERUAME. HICEREBEMN Pt OSBMICSZ SRR TS BT
HTholz,
T2 DR FLERIZONT
© HERMICEEOEEERVREE, VoY Ty AR EAOERIRICLERRE Pt S VO T KR SETORN S
Mot '
- HERMBEORE. Vob0y 7 aSERVAMER, HITRARENRE Pt BYDTILUKEREEMRTORICEL
BERITNEhot,
* 1.02wt%PYALO-6 ARIEIZ. Pt S8/ H . SERURE MR HCS00F ELEBEL., BESTH 12,



Pt/AlpO3 B [RAMEEIT X D~FY 2 DKFRALIHE

ETJRL T35

(GLECRTERSE) O A

WE PYALOsfil Dk FEIEMEILAE L POSEUE OBHREE LML THBEHNT ~F > OkBELDF %
fiolc. PYAL O —TeiiiE 2+ 2 MM B oML LTASh TS . WEREOBE Bk,
BALBOKES R ETT 2508, 2 2 TikECIEREERICOLAEEH L.

kB RIL. SR ETREERSE LItHET AFA T P AORE OWAERL TRIGBETT S, T
B LTRBEF—R, AEZHLTREIZA. EERNX>TREOKEBREELDZ EHHEM L
BoTnd, £ OB, Fe. Co. NiREDERERIPANLN, PIOERZENTTH S, AL
RS ITEER RN E S SR, @R TFBOBDIZEEOMAEL LTINS, THiE, #
EORRBERYA PBREATHDDIEEANELTDHZ LKERSEDHDS LEZ2 LTS,

BB ~X I OkBIELRIL. AEEFERRBEREZBWTT -/, B 100 me KINEIZRAREL.
Ho %20 ml/min CHEE L7228 B RED H573 KE TI0 KminTHIE L. 573 KITE Ul ERRHC RS20 L
Yoo AXFHUIBKEEH LEYF 21— —2AWTH2EEA L, MEEIEA L, ZORO~F
YO TIX42 torr TH B e s, HHEEIZ3.48x10-3 molh & 72 5. RBIR3NEMTT o 2.

EREMOIRIE, TR aw NS 7 THITL. VZTERHLEAZE2mm BE4mDl T AEHWE,
VZITCREE Y Lo F L 2 O HBETHNZ VB, R L IcPYALOsiE R W F L 2ok LG 2 R
Frimnb, QAW Zy i L, RIEBOA~EY YiZiE, AFARVE Yy, YI7addrBmR
Wil LTERFN2 R ER TN,

EREER ~XYrOkBEILHBIEIEOENEILEF LILRT, ERWINBERHE LTAZ V.,
TRy, Funy, TEY, RUBVT TRy, RUEFVEEBEAL EPETH T, (AR TH
BRAFN-RY BV, JRAFN-RUEFy, VIua~FHrofndBRINES Zhb oERRITiE
ERITITME 22 0T, 2L LTESBETRRLAIBHE hRE Qidhanisd. & R3OS
TRLETIL L Lk, EHEOFFIIL. BREEORWDOXREEZ T HRSR BN,
DN500F>HC500F>HC400F > DN300F > PtALO-6>DN400F > HC300F

—7%. TOFLHEOBFBRIIMIICTRT L 5 AR TR <. TSItk 5 itHEfuRio
FITHDZLORMTHI LEZ BRE., WEROMBETH A xRyl /&L, kit
SRIENE DR WIS P LIGEWARE Hole. BT H /72 VHBRIE Y REWZ b b, AP
FOLREE LT ERLTNDS ZEREX bR, =& /7 F v L ekBILH MEEORMIT
RRRCHBIZR OIS, mZ @37 2RV AV OARTHERLTWEZ ¢ BELLND,

s (CO) fREH S (Hp) g S (CO)
60 60 60
A A
® o A
A
40 o 40 40 - N
E - - o o
2 oA | ADN e oas T
20 |- oHC 20 20
mALO
0 | | | 0 | | 0 1 ] ]
60 70 80 90 100 70 8 90 100 60 70 80 90 100
Dispersion/%

B Pty iUE L TOFORMI%



#.CO. HofbBWAER L Pt OBENERER by Y ¥ at fISHERE

CO H:
fiript Pt WEE SR REE SHE
HEERI% xmollg - cat % pmoll/g - cat %
HC500A 0.97 35.4 71
HC500F 0.91 21.9 47 15.9 68
DN500F 0.90 24.3 53 16.0 70
HC400A 0.95 24.0 49
HC400F 0.99 37.0 73 16.9 66
DN400F % 0.98 31.2 62 16.1 64
DN400F 9.26 21.9 46
HC300A 0.95 40.1 82
HC300F 0.91 39.7 85 16.4 70
DN30OF 0.86 18.3 42 9.4 42

% FIRMsEl May 17, 2001 HEHE




&2 D PYALO: fliE~D CO HEU H DLFERE DO RIE
(TkeXk I) Offim -84 #HA-Z+E &

Table 1 34 OPt/ALOMIRIZIITHCO, HAL LB M R EPABUERFERERS)

LR CO(CO/Pt=1.15) H,(H,/Pt=2)
HEREE U BRBES _ REE AWE %%, 3 3 DERE
°c om’/g-STP % cm’/g-STP %
HC A 0.728 55.1 0.306 53.3
500 F 0.878 66.5 0.387 67.4
DN 0.750 56.8 0.261 454
HC A 0.621 47.0 0.290 50.5
400 E 0.832 63.0 0.426 74.1
DN 0.883 66.8 0.396 68.9
HC A 0.744 56.3 0.176 30.7
300 E 0.866 65.6 0.403 70.1
DN 0.458 34.6 0.201  35.0
HC. BEESH. DN O FOU 7 Rk, A BN ER. F R B AL S N0 R a7 A gl T TR
PHERFE : 1wtk

Table 2 PURKEBMAER DL OPYALOMIRIZHF5C0. H b PR B LPUIRREE

e CO(Pt/CO=1.15) H, (Pt/H;=2)
WEsEE T ERES BEE 9EE I SEE PHBER"
°C em’/g-STP % cm’/g-STP % %
He A 0.728 56.8 0.306 54.9 0.97
500 E 0.878 73.0 0.387 741 0.91
DN 0.750 63.1 0.261 50.4 0.9
HE A 0.621 495 0.290 53.2 0.95
400 . 0.832 63.6 0.426 74.8 0.99
DN 0.883 68.2 0.396 70.3 0.98
He A 0.744 59.3 0.176 32.3 0.95
300 . 0.866 72.0 0.403 77.0 0.91
DN 0.458 40.3 0.201 40.8 0.86

NG B IEE%E. DN: CoFOS PR 551k, A E R PHERL. [ ERd oL & NA0,BEN AR T TR,
1) IR A— Fh¥Fevh () REFHER



PVALO; At D CO BEKRIC X 2 &BOBEOHIE
HAE~JUR Offf fiz. &k =

SRMEOG RS BUE ORIE % BELSORP28SA I X DRIFE Lz, B2 FILEBITK
025g AWz, BIERBERTEDOEBDTH S,

AR e g
1. EB{LALER 400°C, 15min.
2. He ¥iiE 400°C. Smin.
3. H2 L 400°C. 15min.
4. HEZ20E 50°C. # 60min.

et
1. COEHE 50°C (—RE&E1)

FRHTGtE - R

—REBFERD, TOBRGE OIEFT B ZEICL D CO DILERBEEEH L. Pt
DEFETR (19508), Pt ORENEH (0.08um?), WE (21.45cmYg). ERHE Qwt%). i
FAN-7705- (1) &L, SBETH. HEMTE. SRMBEERDE, MERTED
B2 7N OHEIL DNAOOF BNBA T, 2O, KEEITo7,

BTG | PERR e B3y SR EERATEOm) | &RoHE

(%) (ml/g) (n¥/ge,) (%)
HC300A 0.95 0.604 1.30 2.05 55.3
HC400A 0.95 0.512 1.10 2.41 46.9
HC500A 0.97 0.585 1.26 2.16 52.5
HC300F 0.91 0.661 1.42 1.79 63.2
HC400F 0.99 0.760 1.63 1.70 66.8
HC500F 0.91 0.684 1.47 1.73 65.4
DN300F 0.86 0.315 0.676 3.56 31.9
DN400F 9.26 4.35 9.35 277 40.9
DN3500F 0.90 0.446 0.96 263 . 43.2




Pt/ALO, i TPR 5E

EHSCERE (B chRBRZERn AEARTTISRE

& bl LILS TUS

O # TWf s

[izLsHIz]
PSR Sl URHHEShIZ, 9 FEEO PUY/ALO,; AlBRIZDLVT . TPR(Temperature Programmed
Reduction)i&IZ&4 Pt DIBFHKRED FHEE 1T 1=, RIERREHRE T,
[3=8a]
(1)554: SIREMER S XF O PU/ALO, fililk
(2)TPR &S
%E KRS TPR AlEEE
B o :$9200mg (BUKED ER)
BIALEE RRGRG- DR BARE S BT RLBRIREFI I Th o T
ERHA :10% H,/Ar, 20cc/min
FHRAAF (RS 1100K £T 10K /min THBLT 1 RS, T0%. ERFTAHH

KFEHRE CELFASL—TTKOAREN VT, TCORBRCRIE

[#£2]
Fig!, Fig2, Fig3 |C&AIED TPR 777 IVERT, £f-. Table 1I-&AUED KT HESEMUTL-EEE
"-.T:a_u

[F&H]

(1) 38 &L THPLCLZE ALY, ZERP TR =i CIXHC300AD M 7T/ S — o Hi R - 1=,

(2) HEE &S L THPCLE ALY, ZRT0E T CRRLU A R k5T (R F—BL BT W— %
H_:L/T:u

(3) HFIEEL TPUNO,),(NHy), 2 LY, ZERUF0E T TR /- AR, 300°CER ClakE N B/ BRPLE
MoFHESNSHELYREICKRELMEEL S -,

Lk
Table 1 ERENEC TPR RIS GLAIESSR
fihk Pt HiS8iE BRI Pt iR KEHER
(96) (%)™

HC300A H,PtCl, PR 0.95 164
HC400A H,PtCl, ZERPEER 095 102
HC500A H,PtCl, ZERPEERL 097 114
HC300F H,PtCl, ERNE FEERE 091 116
HC400F H,PtCl, EELA PR 0.99 115
HC500F H,PtCl, TR FOERE 091 107
DN300F PHNONHy), | ZE&FLE TR 0.86 1007
DNAQOF PHINO,),(NH,), | ZE&mnB R 098 165
DN500F PtNO,),(NH,), | Zesyind TR 0.90 105

*IXEE—JEHD.~ (BFF Pt A% 4 fliEL T, 0 fliFE TETSh HEL TRHEEASROHT-E@H) x 100



Hz consumption —

Hz consumption —

490K

M HC500A R
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M HC400A ]
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467K i
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HC300A

M
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1100

TPR temperature (K)
Fig.1 TPR profiles of Pt/AI2Os catalysts

Regulsted at 200 mg &3 sample waiph!

File: 2000-1.CTL
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Fig.3 TPR profiles of Pt/Al=0z catalysts

Ragulated a1 200 mg &3 sampie weight
Fita: 2000-3.CTL
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Fig.2 TPR profiles of Pt/Al2Os catalysts

Aeguiated al 200 mg as sampie weight
File: 2000-2.CTL




Pt/AlLO; il T U BREER S

(BXRBEL) OXREBHIE - B K- SEFHE - BB &

1. S
LSS BT B A bIREE S L7t PUALO; it 0 FRIE % A\ C 7' a U HRER
ST, AHELTEMEIZ R % PtATER(RIS X UF Pt A3 OFIRIZ DD TRE 24T - e

2. ERFGIE

FRMEHERBRSER 2 AV, MR R RO E £ 0.05g (FRM 1.5 THF
O 2AVWTITo 7,

BAVERIE 573K T | B¥R, HetH, (HeH~4:1) LHE ATV, TOE~Y D ARETT
AVK ETEH LT, RISH AR 7230025 %, BEE 1.25 %, AR 100 mV/min

(RNFUATRE~NV T L) ELE,

REETENE Y 423K 25 50K IR CRIE Lz, BRE L-ISREILE L 30 il
A A% TCD IS LY L,

3. ERLER

FKRERPE LITRT, 7o R EEk Pt ORTREIC L D R, Y=tov
7 2 U REIEEA S UTAVYE DN ME{C A ARTIRA & Lz HC K~ FLEY
EEER LU,

DN CiIERIREI L W EtEic R & REN R b, —F. HC Tt HC400A b
DATEVEME R L b O 0F DO RIRE OEE 2R Ui, E7, BER&tD
B (F ZBRE T TR, A ZERP TR I L SBEOEVIR bhRh o7,

GIREE 573 K iCRBiT 27 u U RRGEE & Pt ABERERRLY TF 2HH LA
(K 2~5), HC IZEE~T DN 3 5 fELL L@V EMEA /R L7z, DN & HC OiEHDEN
Pt Sy BCEE (PRI b L X T A IR F9H o Pt O 458K EE (HC 2~ DN DI )
A Pt A3 —2570) TREFABTE Y, ARECEET2 b0 EEX LIS, BEED
PG, BIERE S LCELASBERAVWEREY =P T I vEAS L D b EREER
NEDPoTe, —MRITHEFER SO UREETIZ EICEYD Pt DRBEBEENET T
B Enb, BLASBEMEEE LTRAVWZES R, BEERERERZ WD a
SNUBRERER BN DO EB X,

BRUERT T T iR PLAYERE S/ N EWE L TF B RE 2B, SEIOFBRIZBNTY
DN & HC O TPt SHERETTAIEE TF A REL 23 EAB AL, FOMEM



" iXDN THE T o 7o, HC TILBER M 0OE W (Fr LK R T TR, A: 2285 TR
LT PEaBEMNMET T 2EE TF BR&E < RAHEMAR SN, Pt A +400 G4
BRBE (BEE 60 %Ll E) ITH TR BV AR B Aado Tz,

YU EDFERE D, 5EIO PYALO, il | ToH 7 o U BREEEMEIC BV T, Pt TEED
HEPRLREL | AP R OEBELTWA I EEELMNC R 2T,

0.06
L © HC300F o HCF
15 & HC400F 0.05 |- ® HCA
L @ HCS500F A DNF
[ & HC300A - 0.04 +
<} a HCa00A " :
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210 5 pN3gor Som b
¥ [ @ DN50oF e r
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5 _ 0 1 1 1 !
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PIO#E /%
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