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5. F & L72Na-MORENHNO/KER PIC AN & <R > 7z,

6. 110CDA—T7 AT ANINEL L, 24FEREHE LT,

7. MEEETH, W3 ABE2TV. BEATEEES L,

8. APBRBICIR ST TN EARIT LEERMICOE, ERETIRERER L,
0. BRI U= % v, 1~8D#EEE L ) —ERVELE,

10. NH,-MOR % % DIEIz AfL, BRIFICEY b L, '

11. BREREZ BRI AICT LEEL100ml/min), FBHEE2CMinTS0CE TRIB L., 6REMMER L,

M7 DR SELE

HYE . BERKE¥E AFEEM

1 BEFRFICREHEZRE, ety b2 LKL

2. REEMOEZ LA AWVTNENG, #9Ee<EmI L, BaELizodi,

3.NH,NO; 61.45 g2 FEE L <FE L,

4. FELNHNOZ1000mlD =/ 7 7 A 3T Ahiz,.

5. ZAT7 7 AIMA A K1000ml 0 %, NHNO,Z&Ehs Lz,

6. BFRFTICHOEERE, Faoky b2 LE,

7. B TNADASTENLEE U2 AW TIRC-Z-MINEFIER{ B L. EaELIzoEk,

8. Na-MOR 5043 g% FEE L <FE LT,

9. L& L 7=-Na-MORZNH,NO /KK P Iz Adt iz,

10. BHFE=ZAT7 T AT AN,

1l ZA7 Az L, MEROFERIZRTRARE VWL S ic L, |

12. 97 R2F v I RAF—F—DEIT T4 —F—_ZA(EZR20 cm)%EDHE, Ut —F— R KEHESQR
DAL,

13, U —F—_ANOKDBREETCCIZERE L,

14, 7 —F—R2ANOKORERTICCTREELEL, ZAT I A AN, 4B HBLE, =7
FAIIcmDOE S, NETDS50 coE THEAKIZ MY, BV 150 ccld iz Tz, ‘
15, B TR, |’E|A@EITo7,

16. ABFIZFK TV T A% AT E1000ml ©— B —iZ A, BB A A4 k1000mlzinz., 1
wigF Lz,

17. &6z, AB%iTo7, .

18. ABBITFE oY P NE BFE T L SRS DE, #EEI2(100°C)NT—BhE R L. NH,-MOR% i
@1./7‘:0

19. NH,-MORDFIELH % T Z7 AERNICAN., BRFIZEY LK,

200 BRLH 7 AENICH LEE#E100m/min), FEEE2C/minTH 7 AEROBENRI0CIZREET
ﬁ‘?ﬁ Lf:‘_o

21, A5 AERNOBENI0CTEE LT LI, ZORELHELE,

22, BERRHE TR, BRMET TBERIFOBREELZTY., 7 RAERADBRERNISCCIZELEL, o7
NETRY LU,

23 BYHLEF AR TERRERIIBEL, B4 L,

24. 780 45 ONH,-MORIZH LT, FEIC19-2308EfER TV H-MORZ AR L, B/ -
MOR & A CRERIRIZV o L pIC AR,



M8 D FA Bk

BHEE  JTHKRKE MOED

1. JRC-Z-M15 §t70.767 g% BERE I 7 fEIZFEE L -,

2. Ty ZABIANT, Z2EMNL40CETIRBTRIREL., BRER L,
3. 540°CC 3 BF[HI3040. HipE L. BIRETHRAL %,

4. NHNO, 80.04 g% £ — W {THEE L=,

5 BAKERAWTERMICARTZ S A HEL1000ml & L,

6. 4-5%#2 VIR L1.00 mol/l DONH,NO KA ZLEIZHM L7,

7. BERE Lt E 6 By —HicmB L,

8. 1.00 mol/l ONHNOZKEHE360mt (52160 ml) 2 FENENOE—-TIZNLX,
9. UA—F—/SARDKDRE & 80CITRE LI, |

10, U —F— R ANDOKDIRENCTEELEHE, 6AOT—hxARE,
11, BELAEBEMALTE— A OBEEKII300 T C L Lz, Z0% IR,
12. |EFTHRE LT, 3500 pm TLOMELDBEL T,

13. PEBE L7=BHT80 ml (31480 ml) DFRBEI/KA AN TEHE L,

14. 3500 rpm T1053 O BE L 7,

15.13-14% & 512 @R VIR L, ¥% LT,

16, Bei LRl 2 6 Bo v —H IS L,

17. 8-16DA A L 23Ha &4V R L1z,

18. 120°C TARFRIELHR L 7,

19, B2 BRI 6 Bic 4B L 72,

20, = v ZAEIANT, BEMNL40CET 1IRMTHRIEL. ZEEMERLE,
21, 540°C T 3 BEMB0OERRE L. BIRETHHI LA,




ICPHEEDHTEIZLDAI. NaDEE

(HERALE

A

I CPRIEAIRICEBA L  NaDERETGILEABEE~100 0 CETOREATE
KM LTze DSkt RUERELUTICRT,

AT

Al,. NagER

SRR R NER — IS T T LB 1R

Al :&TI CPERSWEILI DT,

Na :ENTFFHA FROEEESRE (0.00dmmol/g BL'F) OZFEIFBNEEI THE L.
ZOf 1 C PEXAIFEIC L D HIE

I CPHeEERE SHIMADZU ICPS-8000
FrRotiEE HITACHI Z-6100
T GHIE
# B :TG/MDTA300 (4 J—FE-TFED
FER Y 10me
HE R EE : EiE~1000C
FHREE : 20°C min
HAHE : N2 200ml/min
HFER
A F2-F| Al (mmol/g) |[Na (mmol/g) 1-Na/Al TGHE3E®%)*
Y1 3.65 0.27 0.93 26.2
Y2 4.45 0.54 0.88 19.2
Y3 3.93 0.87 0.78 18.5
Y4 419 1.35 0.68 13.6
Y5 3.70 0.45 0.88 17.9
FHI1-F| Al (mmol/g) [Na (mmol/g)| 1-Na/Al | TGEEE®)*
M1 1.55 <0.004 >0.998 15.0 .
M2 1.82 <0.004 >0.998 15.5
M3A 1.84 0.057 0.969 10.8
M3B 1.74 0.057 0.968 13.6
M3C 1.80 <0.004 >0.998 14.0
M3D 1.81 <0.004 >0.998 13.4
M4 1.88 <0.004 >0.998 13.8
M5 1.79 0.004 0.998 9.7
M7 1.82 0.065 0.964 10.7
M8 1.79 <0.004 >0.998 13.9

*TG BEE (%)

: SiR~1000°COMEH (%)

Y

x



r¥

YREA 54 FOXRDUERHR

(ML T) WREN
1, NaY&EhZf/F XML OOER

Ho7NA NO23 NO25
JRC-2-Y5.3 JRC-Z-HY5.3
5MR B Bx
Si02  (wt%) 85.0 74.9
Al203  (wt%) 21.0 24.0
Na20  (wt%) 14.0 1.1
Fe  (wi%) 0.03 0.03
LOI  (wi%) 20.2 12.1
SiO2/AI203  (mol ratio) 5.27 5.31
RELE (g/m) 0.34 0.36
XmK  (m2/g) 728 692
HAEK (mlig) 0.40 0.42

2, B4 A UBRBOXRD
1ZRECEHENaYEENEFA T UEBL TRIEH-YO X RD ERY,
R2{&8%EBNI A UBBRENEEAF S FOXRDERT,

JEAA RBEAS A MZDWT OREST
BEWF—2ZR(IZHEELSA M DWWTHAT S L

No Yeont. | &MIF | Ycont.%#100& | Ycont. %100
DAF Li&Zxo ELEEE
XEE Na20/AI203 DA A%
E (%) B
H-Y 104 93.1 0.105 89.5 M SRR & R AT
Y3 37| 91 77.9 0.243 75.7 100°CLL L DR E CHIE
Y4 55| 72 67.8 0.447 55.3
Y5 73| 44 87.8 0.277 72.3 chi (ZIR R & R
Y2 19 26 87.9 0.465 53.5

L1355, EEEMET 1 BI04 SR TE68% L + o ElREEL L EDA
TWd, ChilkDA A ZRAPRELGEEZEIMERNMLETH S,

Bohf-EF 54 FOTAAVEAMMOEL Y PMELGE>TW Y, Yeont AAIEH
(ShELES>TNBDEE>ZFY LIS LEFBAGVM, (4 oZHRBEOELSA MR
BEAERIEN 2T EWVTIEENA I M,

Flee Y8 T AN HEABLS G2 TLHDIBIRTRORETREET 2EWVT
FaLhEBbh b,

=1
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— 99-08-31 17:11:12 Page :

HEENT 1 b O XEREHSHHIE
GRY—#RSH)  OBBFINA - REKR

1. B
SR F R0 ooy hmF I L DB SNz H-MOR ¥ > 7)) O X#EHr
e zEfTo7z. |

2. JEHE
(1) B B4l

¥ I MIKSERE LD XBEFSESEGT A ENLT LT 2%, NERABICIETD
—ﬁﬁﬁkf*ﬁbt%@ Wke KFIRE. B4 BT A MR R R & AT
FIAHRER 8 0%) B 2R T—HRERL TTo .

(2) i8R UWESRME

XEthiil . v v 791 o248, MXP3

MES&ME: CuKalft (A=15405A) R, £EIL26=0.04" @ Step scan T, EEHE
ElL 0.8 ° fmin. EEMPIZ 5 ~50° & L7, FOMBENSLMAER 1 ICEHRL
fo. ETAEOHIEICIE. SikiE (28.443° 20) ERWE,

FHRE . ERE (E—7®E) 2683530y 759 2 FIREIZIE Sonneveld. #
Rz,
BFEHE (@A Cmem OBFER ab,e) OEHICHE. (150),(241),(202) %%
E50)E O AE % Az,

3. fHR
XgEyr /8y — > O—4 GE No.9l) 2F LIRS, MNOFEFS X 1 &R ET
NF— %L, MOR B OESREARTUSISERED Saho .
£ LI, (150),(241),(202) B TN350)HE D a3 € — V7 5hE R OB A E. WX EFHE
MSEH LU/ MOR (#4& Cmem) DR TER ab,ec #RLUE.

(150) (202) BT E50) M ST L2 EH E— 7 MER, HEMT1 0 /ﬁﬁ@%?ﬁ\ cto)
Szt COREDETII#HRMENBOREQHINIITERN,

Fe, Iy MEMERIICROTD, AEET2 XBEOENRED SN, &H B O

FRZMBIIIREER —-TH 505, BTOEIEIR Al TREETSEEX 50, 08
B3 M AR E TIN5,

P, 2TORBHERAT—HMELRIELTREEZELEI LM S, BRITATH ST
CEZU LT OBRENRRE NIz, HEESOVMSBNWTEAE B M5 OREFR
Wb EBhhs,



¥ 1 H-MOR O X#EEHaER

EiFAEE (20, LB RO

RE AR n E—758E *1 #WrEs (A 1z b
No/ Y—oimE (FE) o e
Code | (150)ifi | (24 1)1 | (202)(fF | (350)i ozt L a b c A3

a1 22.351 | 23.253 | 25.675 | 26.345
M1 15175 2659 16884 | 8939

40998 | <100> | 18.18

20.36 | 7.502 | 2777

109 | 22.343 | 23.232 | 25.667 | 26.337
M2 16110 2757 17874 | 9303

43287 | 106 18.21

20.38 | 7.512 | 2788

1

M3A | 15491 2699 17168 9115

27 | 22.408 | 23.308 | 25.737 | 26.403

41774 102 18.16

20.31 | 7.483 | 2760

143 | 22.389 | 23.295 | 25.722 | 26.381
M3B | 14982 | 2717 | 17253 | 9012

41247 | 101 18.16

20.33 | 7.484 | 2763

249 | 22.363 | 23.269 | 25.698 | 26.365
M3C | 15402 | 2790 17389 8911

41702 102 18.18

20.36 | 7.602 | 2777

2

M3D | 16034 | 2708 17326 | 9050

65 | 22.372 | 23.274 } 25.705 | 26.374

42410 | 103 18.16

20.35 | 7.496 | 2770

1

M4 14474 2593 16008 8316

59 | 22.451 { 23.366 | 25.789 | 26.4564

38798 95 18.10

20.26 | 7.460 | 2736

1

M5 | 14891 | 2769 15922 | 8127

77 | 22.477 | 23.386 | 25.834 | 26.494

38940 95 18.08

20.25 | 7467 | 2730

2

M7 16093 2837 [ 18225 9733

13 | 22.426 | 23.341 | 25.794 | 26.431

44051 107 18.12

20.30 | 7.464 | 2746

2

M8 14816 | 2688 16530 | 8549

31 | 22.467 | 23.360 | 25.788 | 26.463

39895 97 18.14

20.26 | 7.468 | 274b

*1:

(150). (202) MK A(B50)TD 3 ¥—7 2B L. ¥— 7 MELLILHE No91 % 100 &L .

Powder Diffraction Pattern

Sample ‘H-mordenite-91

Date :99. 8.18

208
18K (202)
| (450}
16§
14K
12K
T (350)
S
e
Y
- 8K
EK’ - .
o (241)
2 J t U\J\j h
0K} N N . . L . "
X ) ] i B 0.7 B0 Iy [ 2.0
28
Sample K-mordenite-91 File name  HIR0O/93081810 i01: Rav
X-ray genarator : 1K Divergence Slit : 140 deg Smoothing Peak Search
Target D 1.54050 A {Cu} Scattering Slit : 10D deg Date points : 0 Data points s B
Monochromatar T ouse Recelving Siit : 0.3 7] Threshold : 0.00 Threshold H
KV : 40.8 W Attachment ; Sample Changer (Kolel) | Background subtraction Oparator
mA 1 30.0 Y Rotatirg Spead Data paints ;0 Measuring Date : 89 & 15 2:46; ?
Stap Width P 0040 deg Ropesting times: D Operating Date 9. 815 9:29.12
Sampling Time LN 55¢ Comment

1 H-MOR ®X#REHR/NY—

|6-93 [USpIOW-H: 8]Cwes



ot dded B s s i s i

HEY A5 4 o SEM 52
(bpesesnr) OIFITHEE] - (=B

1. ZC®I
JRC-Z-Y53 B LT, JRC-Z-MI5(DIZ2W\T SEM BEX1T- 7,

2. FEE

SEM BLEZIZHR L7123 BHT, ko 15 TH 3,

(1) HYBYAS A b SHME: Y1, Y2. Y3. Y4 Y5)

(2) HEEAFF4 & (107 : M1, M2, M3A, M3B, M3C, M3D. M4. M5, M7. M8)
F7 SEMBIEI, EERETHEME (8328 ; S-4100) ZAWTITo 7,

3. R

YHREAIA PBLIY, BATFA MO SEM @5 FhEh, M1, 21077, Z0RE, W
VIMZED Y BYATA FOBROBMIZR b oz, L, FAFFA ORI,
oIV L BDBROEBSVBESRT, 2k, H BICAW IR0 TN e
e Y (L

20.0kV x 30.0K 1.0 pm 20.0kVx 10.0K  3.0pm

|7
Y1 (No. 65 fiif{bak)

|
20.0kVx 30.0K  1.0pum 20.0kVx 300K  1.0pm

Yg— (No. 25, BEEHK) Yg”(NO- 43, I RK)



I
200kvx 30.0K  1.0pum 200kvx 300K 1.0pm

Y4 (No. 61, BIK) Y5 (No. 79, FHEEK)
1 YBREAZ A RO SEM &

I
20.0kVx 300K 1.0 um 200kV x 300K 1.0 um

O M1 (No. 97, 3V —)

s

20.0kV x 300K 1.0 pm 20.0kV x 30.0K 1.0 um

M3A (No. 133, dtigEX) | Q M3B (No. 149, JLiEEXR)

20.0kV x 30.0K 1.0 pm 20.0kVx 30.0K 1.0 pm

@

M3C (No. 255, JLH#HEX) M3D (No. 271, JLHEEK)




200kVx 300K 1.0 um

M7 (No. 219, BEUK)

20.0kVx 30.0K  1.0pum

3 2V
M5 (No. 183, IFER.K)

.

) S“. _':'V -

20.0kv x 300K 1.0 pm

M8 (No. 237, JREK)

2 E®ATFHA LD SEM &

MI,M&B,mD/MFQQ — EpHAV KRV

MOy m&+2 o bRl



SREMEE A F 2T TV 22 b TG-DTA 547

(LEKRET) Ol =— - - ME BT

1. =8

MEICAVWAESRUMEELUTICRT.

SYFINo| a—-k iz AHRRT RIBREE
11 Y1 JRC-Z-HY5.3 JRC-Z-Y5.3 B RY
29 Y2 H-YZ JRC-Z-Y5.3 BIEX A
47 Y3 H-Y& JRC-Z-Y5.3 3= 7
65 Y4 H-Y#Y JRC-Z-Y5.3 BlA HHE
83 Y5 H-Y5! JRC-Z-Y5.3 REA O
101 M1 H-ENFF+4 b | JRC-Z-M15(1) BV —
119 M2 H-ENFF4 b | JRC-Z-M15(1) | BfgEKA /MA&
136 M3A | H-ENTFAF | JRC-Z-M15(1) | dtigER BRE
152 M3B | H-ELFFHA b | JRC-Z-M15(1) | ik mE
169 M4 H-EILFH4 b | JRC-Z-M15(1) | dEResik (&5
187 M5 H-EJLFF4 ~ | JRC-Z-M15(1) G3=0
223 M7 | H-ELFF4+ | JRC-Z-M15(1) BERA KH
241 M8 H-EJLFF4 ~ | JRC-Z-M15(1) HEA O
258 M3C | H-ELFFA R | JRCZMIS(1) | dbEik HE
274 M3D | H-ENFTFA b | JRC-Z-M15(1) | dtimEA HRE

2.4

2.1 TG-DTA fIZE

TG-DTA (REZ-ZHEERM) MER. BEBEAHE DTA-TG (TG8120)HIE %
EERWC MERGELUTICRTY. '

R o -Al,0,

MERE 301K~1273K (hold #Z L))
FiREE 10°Cmin’’

BES Alr BERT

ai#l PAN Pt



3. ¥R

TG AEDRBRLURDEEEFRIVES LY DTA BIE TRARISICEDS E—
HBE () BIUORMRGICRDO E—JRE (t,,) % Table 1 [ZRT.

Table 1 TG-DTA 77 D#ER

SYF7I a—Fk TG EFREVE/% DTA/ C

No. T, T, tend tooxo L3end

11 Y1 21.82 7.53 107.4 279.0 ——
29 Y2 26.81 8.08 117.4 284.6 —
47 Y3 18.12 4.42 114.3 208.8 ———
65 Y4 18.17 7.72 117.1 230.0 —
83 Y5 19.20 6.21 . 107.3 242.4 _—
101 M1 11.58 3.70 124.3 210.3 ———
119 M2 8.09 3.95 136.7 306.3 705.8
136 M3A 8.34 3.60 139.8 330.1 676.2
152 M3B 11.58 3.39 118.8 215.4 691.1
169 M4 10.19 3.58 115.5 291.1 705.7
187 M5 8.61 2.36 169.9 149.0 ———
223 M7 10.19 4.64 87.8 147.4 —_—
241 M8 11.13 3.64 122.0 213.1 —_
258 M3C 27.50 9.62 119.3 212.0 723.5
274 M3D 11.35 3.01 81.2 177.2 —_—

*1 T,=28~200C

*2  T,=200~1000°C

TG SMHFDIER. 28~200°CTHERFEVEL H-Y HOFH H-EBILTFA LIS
RKkE (MBERAE SN, Ee. HY BEF~TFig.1 ITRT & D7/ DTA i
BETRTOCHL. H-EIFFA O—EOY T IVid 700°CHIETRIALE—
shgEank: (Fig.2) .




Weight/ %

Weight/ %

¢.00

-5.00 }

-10.00

~15.00 |-

-20.00 |-

-25.00 |

-30.00 |-

-35.00

~40. 00

Ttnand
117.3°C

TZexo
284.6°C

L

]

0.00

00.0

Fig. 1

400.0

Temperaiure/ C

600. 0

H-Y B (Y2) @ TG-DTA ghfg

800.0

1000.0

-4,00 -

-8.00 |-

-10.06 |-

~12.00 -

~14.00

T1end
136.7°C

TZexo
330.1°C

6.0

200.0

Fig. 2

1
400.0

!
600.0

Temperature/ C

H-BILFTF 4 & (M3A) @ TG-DTA ghig

800.0

1000.0

3.0

20.0

10.0

0.0

-10.0

-20.0

-30.0

-40.0

~50.0

-60.0

.0

~i0.0

-20.0

-30.0

-40.0

ATf MOl 128H

AT /10l 1B8H



[E&]

ERTAWEIC L D LREH - MILAE

(A&~ Offd

oz - ¥ K

TATA NOAALTBRT 0 P27 NOY U P AOLETRE - MILNES EABTIWE
%%E (BELSORP36. HA~LER) 2HAWEIE L, Ai#EIZ4 00°C, 3 hEZef ol
L 0.5Pa BITF 25 THEHRA L, fTAER. VU7 LERREAELZOHES
MREEY LT ROREICAVWE, BENAREESREIIRAETEECHAE 0.99 &
BEL, ZOERESRBENE L, LERET BET HBICXY . MILER GoRE
FE - <A 7R THLEE Tt R i L,

[R%)

REBRELTOR 1-2- 31077, 2COSRMT I BO%RBAR UL, Fr7i
Y1, M1, M2, M3A, M3B, M4, M5 (ZiXMENEROBEFIZE AT U AREB LN A
VYAOEERTEENS, ZOZ LIPMIRERNLZ VI L L) bXFESND, Fr 7L
Y2§Y4\ Y5 QiXZ DL R e RFY VRBBAEZAT., w1 70 R70HMOEMRER
TV

- by L
: R ETSSCYCERLZ 528270
/
B Y1 Y2 Y3 / Y4 Y5
BER % 20.0 14.0 2.3 7.3 13.7
HhRER, mg! 877 739 BeE 884 926
SEIR T mg! 24.0 12.8 LD 8.0 9.5
FRFLZEFmliq.)g! 0.319 0.299 D338 0.350 0.339
1. YRAEER

RE T M1 M2 M3A M3B M3C
HEW % 13.0 7.1 8.5 11.6 1A
tEFE T, mig! 526 536 517 531 S0
S ERREH, m?g! 20.6 22.6 22.3 24.8 2.8
AT /mig ) 0.201 0.205 0.198 0.201 0.7

® 2. TNATTA MRRIERSR (F0 1) - |
HEHE T M3D M4 M5 M7 M8
BEW % 12.4 5.7 78 3.0 [0
IR TR mig’ 534 522 500 547 S8
SHRR B mig! 261 24.7 29.8 >9.¢ 25.<
AR/ mlig)g® 0203 0.199 0.193 0.267 bd9s

®3. ENVTTA MHERER (Z02)



N, BEICR SHISTEIROAGE (Y E)
(EH)  OfERl— - BEEE

1. A&
Ne 4B M A RE L, BIJHEICL > TA Y ERTEROMLSHAHEEEH,

2. R
RSk E : Micromeritics f£#¢ ASAP2010
AEATLE : 300°CEZLERA (12 h BLE)
Nz 3% AR RIRE THIE
HE : ASAP2010fFHBY 7 h 7 =TI TELT
- BET &
AL AR AR (BJH ¥5. BiBEsRIRAER)
c AVRTER (BIJHE, 17-1000 A0fuE CH#E)
3. R

R LIZBETREHE LI UA VERTEFREEZTT, o, B 1ICHELSfHBRERT,

“ Y1, Y3, Y5 (B A VT RAER LT
Y12 40AMSEE T0AMER L LTS 2 Y HETRER LTI,
Y3 1X 40AFHE, 100AFHEEZFLETE R Y BRTBERL TV,

Y2 b Y4 TR A VAR T R TR,

1 REMBIUAVFRTEE

catalyst . BET mesopore

surface area volume

(m%g) (cm’/g)
Ypl 676 0.062
Y2 731 0.025
Y3 715 0.043
Y4 733 0.028
Y5 701 0.051
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2. ER
EREE : PHI #8 ESCA5500
FERXER - MgKoa #(1253.6 eV)

ek i ¢ 10mm DF 4 R 7 IIERFEE, REELF—Ey LT 1hER (ERHF,
120 °C) , D%, XPS HETFHEREICTELEHEK (12hElE, =R) .
RIE tUA FRAAR7 b (0-1100eV) Z2REHR, TRE—Z DT n—2~2 MVERIE,
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P31 B L UHAL MAS MR IZ L B EA T 4 Mg

(R KT) ¥rosEss
. EE
2981 ¥ L O AL MAS NMR $E, AT A MEEOSITITIAL AR TS, £<I
LA T A MOV, A A RBIZBIT ARAKEBOE/D, PHHICIVELLHFHAR
BERTW3E Y, RIFRTIX, €474 FOBRMREZZE LS AL DT, V7Aoo
ENTEDETRRASND LS ICHESREZERE L TMBIEEITo 72,

2. EB ’

B E 2 fERE MAS NMR R~ b /VEERE JEOL GSX 270 2#AWT, TRROEETHIE
2T o7,
1) Al NMR

Single pulse, SF=70.39 MHz, PW=3.0 us (40°), DE=10 ps, SP=2 k, NS=256, SW=40000 Hz,
PD=2 5, BF=20 Hz, MAS=3.6 kHz

AN OBV AIFEZBEIT 5 Z L BRIL LT, mu®MmMMﬁ%;U%@<%*
L, £z, BEEREBOMBED -, MAS (EEEE) 13+4 TR,
2) ¥SiNMR

Single pulse, SF=53.17 MHz, PW=4.0 us (40°), DE=200 ps, 'SP=2:k, NS=1024, SW=12000 Hz,
PD=15 s, BF=20 Hz, MAS=3.6 kHz | .
BTN EDE T OBRERRLEDZZ EEFALPIZT DI, NS (MIEEE) X
BELY bR Lk,

3. BREEL

Blliz, YRIEAT A O NMR BIEHREZ LT, Y4 D AIDITEA LR 45 TE
EL, BBRBO AIREZA A OZBROME TIRELEL L AD ok, BETO ALREX

Y4>>Y2>Y5>Y1>Y3

DIRIZ 2 o7z, Y3 TIRBEBRFP LRI L LI ACL TV IFTOFe— R —2r30
ppm fHICICEB X, |

K2, 312, FAFFA MO NMRBERREZ LDT, M7 D AIDIEE AL 4RHLT
FREL. BETPO AIREILA F - ORBORIE CIRIERL Lieh oz, —F, MS Tik
TAITEBZBRDET— RRRERY—7 P 0ppm FHIIZEEL., BETO Al BRE
Pk biED o, RO 2 2LADEALT FA MTIE, BHPO AVBEIZA A 38H]mT
B LU, AD—FBREFTZ 4 MEBLOITHL, BbloA A rlmd4 Mol
TWABZ LD,

STk
1) FHE—, ®REERFR, BE—, Bk, 1985, 796.
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Fig.5 Benzene / YA Henry EEK OB JE{RTEHE
Table 1 YZUOHEER T K EWRE T H A —H

el | EERTK, | RELLFIE-
/ mol kg -1 Pa’! HIk)
Y1 5.95E-10 47.5
Y2 1.05E-11 61.0
Y3 1.81E-10 55.2
Y4 3.17E-11 63.7
Y5 2.20E-10 50.0

0 500 1000
P /Pa .
Fig. 4 Benzene/TA7"F 1k 523KIZ 331 IR 3 201E

1500

M5 R / mol kg
=Kexp(H/RT) - P, H WA %0 E— [k mol!
T T

T
107 - —
- X o )
Y - ]
R i o} 1
o
10° | ~ . catalyst: M3D
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M | 1
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Tt K

Fig.6 Benzene / M3DO Henry {E KR EE (R TFME
Table 2 E/7 A MR R T K B o 20 —H

HE | HERTK, | BRI -
/mol kg~ Pa’! H k]
M1 1.0SE-11 67.0
M2 2.68E-11 63.1
M3A 4.78E-11 60.4
M3B 7.29E-10 48.5
M4 1.03E-9 46.9
M5 8.05E-10 45.1
M7 8.97E-11 58.4
M8 4.94E-1] 53.8
M3C 5ASE-11 59.7
M3D 3.17E-11 62.3




ERAILEIRI D,, YA AR S 005 TR A Rt L L IR R 3
. Dnd =.D“d‘[,exp(-E/RI)
E: 1Mk = 05— / kI mol”!

g FRNIRED,

T T
adsorbate : benzene

Table 3 Y& benzene?D# b IRIBIRELD, 128175
HEERTD,, SIEHl= o —F
AR | BEET D, | BT RN FE— fig
/m %! £/ k] mol”
0 Y1 Y1 4,89E-12 36.2
A ¥ Y2 4,65E-12 33.7 Dyl FERIRES.
5 ﬁ Y3 2.90E-11 45,9
Y4 3.60E-10 58.8
[
Y3 Y5
L | L

T TTETI
1 1 PIEL

]
|

FTTTTI
L 11111

1.09E-11 38.5
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Table 4 /L7 34 Nbenzene® i db WEIHAEREED, (o H1T5
YR FD, ) LTETE LT X% —E

AlEl | BEEET Dy, | BT~ il #
/fm3%t E / kJ mol”!

M1 1.01E-10 53.4

M2 9.54E-11 53.0
M3A 4.83E-11 50.8
M3B 0.58E-12 42.1

M4 S5.04E-12 404

M5 1.98E-12 34.2 E b DS

M7 4.26E-11 50.9

M8 741E-12 38.1 EMbEDpEN :
M3C 1.93E-11 46.4 -
M3D 1.32E-10 55.0 ;
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Fig.10 Benzene / Y3E SHIE UMD 0I5 BE R TEHE Fig 11 #BEIZBI 2R DILHGRIKD .
Table 5 Benzene / YR 47 M DH L BHRID,
| FIMEBARE i
Do HIRED Dy OHEFEEL
Y1 2.18E-13
Y2 — WA KTFENR SN
Y3 241E-13
Y4 1.97E-13
Y5 1.96E-13
Benzene / ENF MM IEELIREL D, @B EIRIFHED— I BILEFRSD,
10712 = . | ; - 1017 - . , [ -
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E :_U:O:U‘.— E 6 g 8 g 4 w
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L ] " B M3A ]
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Fig.12 Benzene / M3A,MSH SERR LD, IR AL R 171k

Fig.13 &AL 230 D IE R ERILD

Table 6 Benzene [EAT T4 VWO B IR ED

eff

B | ASMERRK fiii %
Doy HIREED Dy DR
M1 1.63E-13
M2 1.65E-13
M3A 1.52E-13
M3B 1.51E-13
M4 1.65E-13
M3 1.37E-13
M7 1.51E-13
M8 1.15E-13 iz th T & b
M3C 1.44E-13
M3D [.60E-13




MEGRR OB T O 2 b [¥E 51 bO1 A 2 H
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1. EBRAE

IR BlZDHIIC, KEBMEE IS0 TXTORMZEMELT P Eo T LBERE
ANEFTr—F—hT—RRE ERE L. ERICES = 30 mg K% 300 kg cm™
DOEHTHEERE 2 cm @ self-supported ¥4 A2 (9.6 mgem™®) IZRELE. BERESA
> (BEEZRERN 107 Pa) IKBRELZAEM IRV (CaF,BH) T4 X772y b
L. UEREKEBRETSRD, TAA7%E 403 K TOSRKHEKILER, 773 K X
T1REMNITREL, ABRETESI ILEBENRA LR, BRICHFS, RETTEU Y
SWHERD IR AR MIVEBIELR. T0%, 423K T13kPaDEU P U RIEZEA
L. 0.5 BEIBEIRET 1 EH R L, PHERELY PV ERELER, AT ML E
AELE. X510, BMBREZANS2D, 623 &£ 823K TEhTh 1 R L HRO IR
HEBITo e ARY FMVRTRTERICBWTOERETHIE L /2.

2. HBRELER
21HNYFPHATSA MZDWT .

Fig. 1 It 2 O WaEai OKEEBRRHERO IR AT MVERT, 3630 &
3550cm M HEICENENo 47— (super cage) &8 7 — (small cage) ICHFHET S
Z# SHOMALICHET 53> B, 3745 e HCHhET SIOH RIT X A HEN 2 RAVER
XN, 250N FORIEGEERFEHIc K> TRERENR SN, E2, Y3 H$
T 3670 & 3592 cn M Ic B ALICREBEINS OH N FhEbONE. W7V
AR DEZISTVWB EELA LGNS,

Fig. 2 P kEH 623 K T 1 BEHKQUE L8O IR ART MLERT, EY
UL WEIZL D, Brensted (B) B EOHEERICEZ U DT LA F 2 DOHEEIIN
KiZ 1544 cm™ i, Lewis (L) BEICEAM LAY P2 O/ KAt 1454 cm™ 1T,
1490 cm™ 2 BE & LEEAHICL 2 boNENTNBRAlZINE. £/, 423K THK L
BE 1440 cm ICHEEE LYY DrHnE NS EHEERALEZEY P kBN R
HLERENE, 1544 & 1454 e ORPGERE N 5RO/ B & LEOEXNEZ Table 1
kD, YIUACHEB TEL O LBANEETZZENbME, X, BTV
ZOLAMEISTERIMNAIDECEERERDNS,

2.2 H- & I

Fig. 3 Ic ¥ U U WA O KEEERFEEERO R A7 ML ERT, 3745, 3660 &
3610 cn ' N BidEFNnNEhsZE=m SIOH £, &#5 Al £ OH L& Si(OHAL IZ
BEhs, @B M7 ZEH®EN 3610 c Ny RERT EFRICFR EFHRIA ALICERT
AN RERERM S, —F, BB M5 TIIEBAALICLDN RBEOENEH
b, OREHZDOW T, M5 & M7 OHEIOERAF LN,




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

Sample Amount of acid sites® /a.u.
No. Code 423 K 623 K 823 K
B L B L B L

5 Y1 2.5 1.1 2.2 0.6 0.4 0.4
23 Y2 2.1 4.6 0.9 3.0 0.1 1.7
41 Y3 1.6 2.0 1.0 1.8 0.1 0.7
59 Y4 2.4 3.1 2.2 2.2 0.1 0.8
77 Y5 1.6 3.0 1.2 2.7 0.1 1.7

2The amounts of B and L acid sites were obtained from the intensities of the 1544 and 1454 cm™ bands,
respectively.

Fig. 4 ICEV P E# 623 K THR LB O IR AR MMVERT, £/, BEEL
BOHMNEZ Table 2 ICE &, ABMTIZEDZFVWBEELEDPLRNLBEER
Uiz, 23 OH MMERO RBIEHR (Feg. 3) &—¥T 5, —F, &8 M8 Tl Fig.
3 THYUEW 3610 e !N RERLAZIZHEMND ST, BV mENSIRMMORE &
DABNWBERUMBIEINEN . HIFLEHZ<BERREI o TWADTRIZWNME
E£Z65N5,

Table 2 Amount of Brensted and Lewis acid sites of various H-MOR zeolites

Sample : Amount of acid sites /a.u.
No. Code 423 K 623 K 823 K
B L B L B L

95 M1 3.2 0.9 2.2 1.4 0.8 1.7
113 M2 3.5 0.8 2.4 0.8 0.4 1.6
131 M3A 3.6 1.0 2.5 1.5 0.9 1.7
147 MS3B 29 1.0 2.1 1.1 0.8 1.3
163 M4 2.8 1.3 1.8 1.4 0.8 1.8
181 M5 1.1 1.0 1.1 0.9 0.3 1.0
217 M7 4.5 0.3 3.2 0.5 1.1 0.6

235 M8 1.4 0.4 1.1 0.7 0.5 1.0
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Fig. 1 IR spectra of H-Y before pyridine adsorption
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Fig. 2 IR spectra of H-Y after adsorbed pyridine was desorbed at 623 K for 1 h
(a) No. 5, Y1; (b) No.23, Y2; (c) No.41,Y3; (d) No.59, Y4; (e} No.77, Y5.
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Fig. 4 IR spectra of H-MOR after adsorbed pyridine was desorbed at 623 Kfor1 h
(a) No.95, M1; (b) No.113, M2: (c) No.131, M3A; (d) No.147, M3B;
(e) No.163, M4; . (f) No.181, M5; (g No.217, M7; (‘h) No.235, M8.
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1. M.B. Sayed et al., J. Catal,, 88, 137 (1984).

2. L. M. Kuatov et al., J. Phys. Chem., 91, 5247 (1987).

3. E. Loeffler et al., Zeolites, 10, 226 (1990).

4. A, Zecchina et al., . Chem. Soc., Faraday Trans., 88, 2959 (1992).
5. H. Ishikawa et al., J. Phys. Chem. B, 103, 5681 (1999).
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1. SEEA

1.1 77 BiER

T EnT O, RIEREYEA BEL REBEEEE 2B OVIROEETH -
fo. kA He Kfid, 773 K, 1 hfiLEE L7z, 7y ®=7 % 373 K Ttz &
AL, BMEFHTA 100 mmHg & Uiz (REREITRH 15 42). 20%, 10 K
min? T 933 K ¥ CRIE L. MEET V=T IXEBOWH T Uk, Bilts
iR & LT, H-ZSM-5 (JRC-Z5-25H, Si/Al = 13)%2 AW sk R & e
ST EE-TER L. Z O, RERHOAKER 7.5wt%, BBEZ Al RT
DO (1196 umol g & Lz, RAIRBIIERME$ 7, BHREEE2HER L.

1.2
HEENTFA MM ~-M8 D108 M3 X4 )2 H W, 438 #iEko
HMERFEOELDIIHAIDOTI ZTITERTS.

2. FER

ENFFA NS ERET VE=T OREEHY 2 D O¥—2 %527, KB
BIR 473K LLF) oY —2 1 3MBERET VE=TIZIENDDEELZ bND DT,
BHE (7123 KfhhE) o — 2 O 2Tk, BESBcr ~TELREHREY
— 7 OEEPHBRE KD,

R 1IBEELNFTFHA VOBEZEL D, BEREIC L - TKRELER
D, M5 ® 0.78 pmol g* 75 M7 D 2.57 umol g* & 3L LDEBENBE LN,
ICP bR AlRFORORARICARTN, ORI E v ikEES
1.8 ymol g'BETH o7, DFEV, R 1 KRTRRIZZ DO Al DR 43%5 5
143% DRI L TWBEZ RS, M5 & M7 OERBEWNIA F 0 sSHE
(70 ~110°C)TH Y, TWBEN T0°CTIIRENAIFEFOED 14 {Eiz b b
ENIEIREFER 2o, :

M3 @ 4 % 80°CTORMT, THMOEE & ZHFHOBELRE Lic b D
THD. THMEBOEET & FRIZK LT, BRI Uiz, %7, NH,NOZ R
T LAGTBBRERIZZ . 2 HOFRI, HicmiRdis (80°CLLEDTIZA 4 >
ROMIZ Al Bl OBETIEBSEZ s THAhDLEETSES (NMR 2 ED
i SR 0D Ee e o3 FUSRIE ),

1 TR Y — 7 OFBRETRT. E— 7 BESEY — 7 MIcEBBEENENVS B



%. ¥—27BEIX M5 O 683 K (410°C) 25 M7 ? 763K (490°C) & 80 KH D
ERRbNE. ¥, ¥~/ MbRRDHAKLDEOMELRL L ORE TERER
MRTHS.

£1. FRELTTA FORE, Al BB IO -/ RE

Aot BeE/umolg? Al B/umol g* ¥— 7 REK
M1(EY —) 1.48 - 729 (456°C)
M2 (/hED 1.86 1.82 748 (475°C)
MB3A (B&JR) 1.41 1.84 733 (460°C)
M3B (#JR) 1.29 1.74 731 (458°C)
M3C (&JF) 1.20 1.80 727 (454°C)
M3D (HJR) 1.16 1.81 732 (459°C)
M4 (&%) 1.05 1.88 728 (454°C)
M5 (#2) 0.78 1.79 683 (410°C)
M7 (FrH) 2.57 1.82 763 (490°C)
M8 (PTH) 1.45 1.79 728 (455°C)

300 400 500 600 700 80O . 200 1000
Temperature/iK

1. 7yEo7HEREY -2
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T-~UDLADREHNAZR L, BESWHOMBLEERTR 7

EREER
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R 1IZYRIEATA POTPDAANY bk, ROLNETRE - JAE (T E2=T7TRHER) 2R 1LIRE
T BEEIT0.7 - 13 mmol g'RBETh o7, Zh b OREIO[AL-[Naj& A &id3 - 4 mmol g’ ORI H
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—Z %R L, INRTryrE=TRERTI0 K molIZEE 45, 22 50RRHIT750 KETicT —
Vo7 RmRLT, —H, YUIR b REREBEELR L, BEEOFEHMIT00H < (120 kI mol'A/if#). 750
KOF— Y Zihahotz, YATM TEVER
BESMER L. 2. Y1050 KFHEIZ R X
BOFERKEOKOBREEIZ LD/ A XTHBEN, =
TRRERKOHBEY—7BRONDIDOLYLE
Y24 TH B,

LARTOREFE 2 &, FAURSFIICAIASREE iy
5 L REFI0 kI mol' §HE O \ERREE AT % 1
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3

', 0015 T T y T
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| vs Y4 .
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0.005 B\ N2 §
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D,
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Température /K

Concentration of ammonia in gas phase / mol m

1000

Bl YRIE AT A FDKREBERLET o E=TTPD
AT BV

RLYREATA MOBRE L BRAE

At /353 % H A T DAL
/ mmol g /kJ mol”
Y1 128 T0£12 | DB, B
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Y4 1.24 1113 B E DB ER A
Y5 1.06 5 | ZREORVEA
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K2 EATFA bOKKETOIT E=FTPD, (a) & (b) EIREDIEKRE

2. FENFHFA P 2 BT A NOBEE & BRTRET
K2 IZTPDANY kL, 2 LE Pt | B ] %&%ﬁ%&l - Zofhic
— - _ . / mmol g / k] mol’
gﬁig%ﬂ" L/f_:o \—h'b@[Al]‘[Nﬂ]ﬁiiiDJ: M1 1.00 15614 sgb\m}ﬁ:
%1.8 mmol g’ THAHH, BMENZOEIZE M2 1.17 15512 BoU VRS
WEEZXDDMEL4Ammol g OMTE T THh B, M3A 0.96 15712 BRAPREY)
- . c-s M3B| 092 146 - 200 PBELE(TREY)
M2 Z AT DT REA AT . PEIZ
, a‘é“ %%ET%< ¥ Ty 146 - 204 BB
BOFENRH X, M3h n’)‘ﬂii)*of:o iy M3D 0.89 145 - 197 55@,‘?(%‘1 V)
BEODSATEE—7 DRI Thh b, M4 0.96 152 - 207 AV EAD)
M7D b #LS | VL TM2, HEICM, M3A, M3 0.52 SEHH155 R T IR
. . . M7 1.44 15147
MED I A= SEICMIB, 2&EIM3C, — 06 154510 B ESSELY

M3D, MADFN—7 | JmRiLKE 3Fh
TM5 & o7z, EE— 2 OWRFBOEEHIIM7TI51 kI mol" T, A DIAVVE OF K EHEENR0R0E
BB b ote, B ORETIT0 KICH/ D ERY—r BRLA. FE—7DIBENLOEY
KD -7 HNREL o7,

LLED G, 150 kI mol' O 7 26 = 7 RFEBE O 1 OMR AR DOMOREFHROANIEE T 288 TH
D AT PORRANENSE L 2 LEERENR LM R A LI END, FLINEREBIRTLI=
U LEH D VIIHNEDRIEI £ o> TRO THWVERR(T VI T OBRSEE LRIRWVIREE TR EEZ S
5, '

ST MIDHEBPHRAB A BEEE R TWA LI ES, ZhiEA4 A BROELER<A LR
(T0CY2Z & & A A ZTEMERRL/NINO6%)ZEDAFICLES LD EEZ HRA, BTEEZMS (110°C
TA F 2y b D I R LIEOERE SR EF O & BFIIM3AL YM3C, M3BL Y M3D (&
Lo LHIEDA A L 2HRIRIT %, BEI00 %)DERDIRNEER ERWIHERFF O E EFBE LR,
RV B SDNaA A BB EE 25 &5 & JHBED,

1) H.Igi, N. Katada and M. Niwa, Proc. 12th IZC, 2643 (1999),
2)  N.Katada, H. Igi, J.-H. Kim and M. Niwa, J. Phys. Chem., B, 101, 5969 (1997).
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ERETON B - WHEE - HHs—

HE |
A T4 N OBHEEOFMED—2IZ, BAMEEEORENBETON, T
RIGKFZBD I SwF 2 TICEBdFy I 057 UE—2alBNINETELTFhRbNT
Zire UMURIELKFEDZ SvF 2 TICBWTI, RISHECEEY 1 };_7‘;8&:55
UTRBHRENE <, BEDPFEIED 5NTWBE % 22T, ANy Lg
A EREEICE D RIEPETL, BEIAI BTV ATy RESTH D EIF1E
H—REORBONTNWB I A SwF T2 ZANWT, KLlhhEkickd g &8
AR S N F 54 ~ QBRI % FLBMRET L 7z,

LRSI

DAV Ty F TRV ABRGEIC K0T o 72, A 4 mm DAT LR
BMESEIZ, EER 5 mm &7/22X3 U= MIEXDFHRL /=fih
EREELE, MEERS, 7 ALORTEADERLERN 20% L TFE5L510
AL (520 mg). RREEZBRKFICEY L, ANUTARET, 1.5 C/min OF
BHEET 500 CETHRL, 1 REEUREZTR- . KIBERGRE 250 C, He
Fy )7 —ME30cm¥min, 7 A>D/IVAE10p], NV ARKE 10 min THW, &
ERPEFEI/RDET/INAER T . L TCD BMHA I O< Ny T 7 (k%
87 I\ : Bentone 34+DIDP)= AW, RED LN S I A &/IVA L, filill
BTFEHNSWME L RISERM EEETEN I A~NEAL 2, KIS DML,
GADR T ADEALRIC K DTN, HULEREEZHEIINSEHL
7o '

R \

HEENTT MEATHEHMB LIV HEB Y EF 50 MEAT HY)D I A 2T v F
OB, BTk T TR =, 1 ICHBIW R ZETRT, HM
TiE, M1 OEDITAZENIVATAHEITEENELL, R TEHIEENR—EIZAR
BHDE, M7 DEDICLES K ~EDERILEEZRLUABICEHREREIZMETL, 20T
EREEE OO0 2FENH > -,

—7%. HY Tid, HM TRONEERZ D DL 00T, /UVABOERELUICL B
EROETHRBEI/NINBD (Y3), 7oy F o IEMEEE I REIANSD
D (Y2) iHofz. CNSDRTFERTEDIZ, B 1 /UVABEEEIIEL -
DEs{bZE, B 1 SNV ANSEEEETOBRILROETOESNE ETXR) &%
LEHLESD, A—RINT ANSHEHUATHRERZER LITHETRLUE,
Y4 BT HRFEOBIMD TR BHHW TS o2, LAHL, WFhod T ic
BN THEEBOKTHEM EFTHRZRICHERA SN Aoz,

INEDHRZVTTIE, VA IvF 2 U7EE - SIEEHORKEEHRTD D
EWRARFEETH B, LU, JALTIyF 7RI EF S b OBER ICEE:
Fro oy UE—Ta FEEELION, MOFEIEZFYyS I I -2 g
FaR & ORI, ¥4 51 FOBEEOBMBICHEEREHEEINS,
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X OoooggOSSA AAN
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B 1 /SIVREICEKDB I AL OS5 RIS,
AN, O:N7, O Y1, @:Y2, O Y.

R1 VA0S0 F T ERDELD.

Sample BEE AUHEUAQEREER/YN ALUEUVERE/mmol/g-cat ETFE? FHEI—FREY

g F1/ULA EEE F1/5LR ERE % mmol-C/g-cat
M1 0.020 36.9 14.0 0.133 0.050 62 13
M2 0.020 23.6 12.8 0.085 0.046 46, 42
M3A 0.020 21.1 44 0.076 0.016 79 6.1
M3B 0.020 23.7 78 0.085 0.028 67 28
M4 0.020 25.7 9.1 0.093 0.033 65 32
M5 0.020 23.4 7.8 0.084 0.028 67 15
M7 0.020 26.0 12.3 0.094 0.044 53 « 36
M8 0.020 6.7 2.2 0.024 0.008 67 13
Y1 0.005 34.2 12.4 0.492 0.179 64 43
Y2 0.007 0.0 0
Y3 0.005 14.3 9.1 0.206 0.131 36 38
Y4 0.008 135 7.8 0.122 0.070 42, 0.0
Y5 0.005 19.3 9.1 0.278 0.131 53 20

RIRREE 250 °C, VALATIAR:7.2x107° mmol /7 {L X, . , :
a) {(B1/ UL ADIEER)-(RIERERE) )/ (17 ULADERER).
b) BEDTTUT I ST AR E, YIAEX3 >R T2

1)B.A. Williams, S.M. Babitz, J.T. Miller, R.Q. Snurr, and H.H. Kung, Appl. Catal., A177,

161 (1999).
2)]. Turkevich and Y. Ono, Adv. Catal., 20,135 (1969).
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1. 88 .
BRA V74 OFPFRAE LT, BESIYE, KERE &4V VY ickhsy
IEPFERINTWD BEGHEEZRIMES LTSI ATAIF BYEFF A |,
BPO, 2 ENRH D, BIZBPO, DEATEMITE V. LA L, BPOLITERA L7 ¢ VEREHD
BHEEOEEM LIBOLNRZVE, HY EA T4 FERVWEZEARIE T, C, CERDZ
ERTE, AV Y ) ORBEESMIGEVESER/OND. £ 2 THEINL, BEEORAR
BHYBRELS A F5E H-ENTFA FOI0REIZONT, o XrOERESRGEITR

W, B EEMORSHERICSWTRET L.

2. BEA*

BEEARSE, BYERERSERMNARKOS)EAVTiTo/, MEEOMLE L LT,
HHESRBANELO0.5 g ZZERF 500°C, 2hBERE L, ZHIZ500°C, 1 hEFRBERRZ TR o7z,
BISH 2437 v~ (600 Tor) 2 AV, BUGIREE 200 °C C 480 min KIS %17 - 7=, TEHEI,
JES DWW B bl 2 RKOFHm L 7.

BIERYE, RIEF, T o7 (0°C) THIEL, RISHEIE, b7 7RE%-190°C
LT, REGERSBIVCERMZRHELE. ZOR M v 72RO LTTIERLL n-2
vEEMLZ, EVRBERE, FO—EEFERLTHTRAs e (BZ1638, vy V—
515 ATC-1701 30 m X 0.53 mm I.D. Df 1.0 mm) 40~ 250°C, 5 °C/min D5k THHT.L 7.
IR

EHEHYREAFTA POEESKGO/EREZR 11T, BEBEEDOFINLYI>YS3, Y5

CaCs Cs C7 Cg Cg C10,C11 C12-C1s

40
J30Ff
=
=
2 .
520 7
g .
8 e
s 1 :
o o
0 . 1 ! 1 ' Y5 e S :‘?‘i'aj—’{’f‘ig'-%{”f
0 120 240 300 480 e
I | | |
Reaction time / min a ' 20 ' 40 ‘ 80 ' a0 ‘ 100
B1 #EHYREAZA bD K2 FHHYHELTA MILD
TR AREATEE LD DR B A



>Y4>Y2DNEE 7o 70, RIGHE OMBE(Y2,Y3,Y4,Y5) AR E EEIZ 2 THWA D &b,

NGO/ FiZid, RESTH(Z—F L THBEEZLNS.

Mol Y1iL, BOEAEE L.

ZEIITE o,

Tk, oA L D o —F o S EREN T
. BATEYE L BARECEESRE & OBMRIZ OV TIRE L7228, 25 DRlic

RO EATEEIE
& & RIE
BRVHEBE A R

UL, BUSBRGEIER, RIGRED ERBR O, TOEAWIMHE

Lo TRRD Z &b, REELPHIFLE2 EOfMBEOMEREE & 7 5 DBIENH 5 & HE

Wéhé
WA ORFER A AR 2 DR
#‘Eﬁ%%%i%f%otm,%iﬁ

MOBRIGIEREL BRizo7=. BVWEMER
ALY, Y3, YS DAL, HSE

B CH D Cy DEPRIOEAW C, Co T2
FTRL, COEERE. FRHIYIIL,
Ce~C1s ETIRIAL &7 L. TEHEDE
VY2, YAIHITEAE Co LR LA
DyoT-.

H- €7 A FOBESRISOER%
HM3WIRT. BEEEOFSIE, M2 > M1
> M3D > M7 > M3C > M5 > M3A > M3B
>M4 > M8 DBz - 7=, R e o il
DEIZEEAIZARY, M3ATT ZITHE
2727,

X412, R ORFBE DR & 5T
nmu%m&h%kk+if%&@wm
RS2 H, R OIREI IR ITE
Pl k> TR 5. AR Cy
T, ZTDWIZCy, Cq, CgMEL, Cyp,
CliPC1a~Cis&2 B b DA H B, M3IA
EMUTHIRTE TH B Cy0HEDE
BB UL, Fofofilit
1L Cg & Co LAZHZ C7°Cy AR L TV
D, FHIMLIE, Clp Cp DEARNRD
PN i N v TR A G IAY Iy S - =
DR 2T MBI, CeDAUMER LT
gz,

25

- ]
(4] o=

Conversion / %

ey
<

—&— M1
—— M2

- = M3D
e M
—&— M3A —G— M5
—=— M3B -t M7
—e— M3IC —*— M8
{ ' ! 1 1 '

240 300

Reaction time / min

480

K3 &MH EALFFA hD
7Tl REAENE

CiCs Cg C7 Ca Cog C10.CH1 C12015

%

M1

M2

M3A
M3B

M3C §

M3D

M4

M5

M7

M8

100

4 FFH-ELTFA MCLD
LRI DRI SR



2 DAL BB CRMS N7 O BT M ML B E 7 == A DAY FRE AL RIS
(BEAT) ZREME-4REE OB BFE K&

1. #8

7 == WBPYDA Y 7 a AR B RS THY, 2 ORISEH B OB RICKE
EKFETH, XFRTCIL, B a)»(z“zi&?ﬁ&‘%ﬁjb\'C?”nb/ibbmz‘yrwrwzmiﬁﬁ@ﬁﬁﬁ&vc
J=1AN ﬁﬂiﬁﬁoﬂfﬁ%ﬁof_o

3 2 I2' 3 2~ .

BP ' IPBP DIPB TIPB
2. £
E7 220100 mmol)BREE0.5 gyE ATz 100 ml A —h L —T7 2 EREHRLIRITHIER, 250°C
ICELRERTIH#BEZBMBL. ROTT oL 2 AL, etV E% 0.8 MPa IZf-D, 250°C T
ARFIBUS S B 7et%, RIGRAY2IEAIL, MIEETAI 0257 4 —ZTHIT, BIEREUSERR
EHEMLE,

100

3. RERLER .
3.1. BT FAMREE RV G

[+
[=]
1

fRIEL L CTEAT FAMERAVWERED
7 = /)VEE{LE% Fig.l 12777, Ml,
M2, M4 R UIM7 ilZiE—EDE{LEE
RLICAS, M5 DOER{ERPBETE M8
BEdrol, Foe M8 ZERTTof
HCRIER—DERBIHRBRONT, O I O N O I B I I e
M8 TIE AV e A7 ==/ (DIPBY M1 M2 .|'v|47 T — .N‘l-a
4?7“1:! E"}I/lf?’:n-‘-'—}l/(IPBP)kb?ﬁ{ﬁlJ: U Fg.1 Converslon of biphenyl and product distrlbmlon In
K&L, EBINAY o ME(TIPB)S the isopropviation over various H-mordanite samples.

o
o
L 1

Conversion & Product Distribution {%)
8
L 1

[
o
L 1

£1 4rBP
Il s+4-DiPB

D& LV EERLE, TIPB DT 100
ERIZEALT A ML TOERLE |

BERBEICRENIEND P, MB IR
THMBEARE TOREBETLERE
. B TIPB 3L ERLIZEEZBND,
F/A T UEIPBPY R VAT
2 AARDIPB)F D 4-IPBP R TR 44'-
DIPB £ ENDORIREE Fig.2 IR T,
INDDENRET LRI IR It
FlZE R 22 BT 5, M1 25 oL % BE BX BE BE
M7 ETRIEE—E THRVBRELRL ML oM W
Te 3. M8 DF4AS 4-IPBP, 4,4’-DIPB &% Fig.2 Selectivities of 4-IPBP and 4,4'-DIPB In the Isopropylation

over various Hmotrdenite samples,

L [ =
o (=] <
1 1 L 1

Selectivities of 4-IPBP and 4,4'-DIPB (%)
2
=3
L




B ee
B oes
| 1peP

ICHERIZEVBIRERE R L=, 4-IPBP 100
LISt TPBP EfEER ) 4,4 -DIPB EA ]
4@ DIPB RMEGEDE/LTFHAMNIFLA

TOERITSLERHODICHETH
ArEMNG 1D M8 BTSN
ECORIESEITL, MLV TE
FEL7= 4-IPBP R 4,4 -DIPB S EMAL
LCEREHETLEBZLNS,

3.2, 'ﬁj‘?’ﬂ‘ﬁﬂﬁ%ﬁﬁb \TC.E“’JS iR o i —
Y-BAZA AW EE O 72zl E— Y2 Ya 4 Y5
iﬁﬂﬂ%% Fig.3 QC/:J:\"d—o Y1 KU Y4 D Fg.3 Conversion of biphenyl and product distribution in
%’é‘ m(:bt“ﬁﬁ{t%ﬂ‘f&( EEE% EF’ the isopropylation over various H-Y zeolite samples.

@ IPBP OFEABMNILND, itk

Conversion & Product Distribution (%)

100 ] a4pBP

Il 44-0iPE

ANEEOETREBN EERLTNS,
Wiz, Y3 OBEAEEEERIF VR

80
TIPB DEIELEYVY, Y-BAFAPDZEFL

i1 TIPB D4 FHEZ a5 REL,

Selectivities of 4-IPBP and 4,4'-DIPB (%)

60 —

TIPB D4 fi% SLERHTIFIL 2O T, | |
Y3 OfBRIARETORSLIEEL 5 -
AN TOBRIRGOFSICELSLD 3
LEZHND, 207 h -

F A TOENEIPBP) R AV T - |

o//( JUAE( )JS‘LU/:r N - ‘m m

e }l/ﬁg(DIPB)EPOD 4-IPBP K TF 4.4°- Y1 Y2 Y3 Y4 ¥5
DIPB Z N E DRI FEL Figd 1277, Fig.4 Selectivities of 4-iPBP and 4,4'-DIPB in the
4-IPBP. 4.4’-DIPB &‘Eﬂ:’fj—‘/&q?ﬁfft Isopropylation over various H-Y zeclite samples.

IO TBRB|IAFE—ETHY, A4
PEOBEWPBIRBICES ZARBR DN IEERL TS, ZHUE Y-BEAZA OIS TXTD
IPBP R} DIPB BHEEPER TELLETORESER-TEY, ZILATH L ERH D72 Al
RENZIEORR CRISBETL TS eE 26D,

4, K%

TEESTOFRER TR, Fa DEANTFAINDAA L THRBRIIFLAEETRMS @ 4IPBP BV
4,4’-DIPB EREDERXDEERIIB ADOSTOENNHDHLITHB, T7hbH, M8 1B\ Tl
S DB A OTEMEALIC TR, MITLATAER LY 44 -DIPB AR EOBRAICE N TEM
{ERELRBAY O NALERIL TV A EEZLND, —F, Y-BTA T DA AL ZEBEBIITIES &
B0, EBIERLFNFNEE ST EERU, L LA R R L OMEEBIIREATHS, fil
I OEE B DE W E SR FBITHOBREDENEEL TV B ENLHD,

1) Y. Sugi and Y. Kubota, in “Catalysis”, vol.13, a Specialist Periodical Report, Royal Soc. Chem., (1997} p.533.

2) Y. Sugi, X, Tu, T. Matsuzaki, T. Hanaoka, Y. Kubota, J. -H. Kim, M. Matsumoto, X. Nakajima, and A. Igarashi,
Catal. Today, 31, 3 (1996).




L)Y VE R
C(EHEEE) KR #EONFE EE.RkE b uE E=F - FEE
1. ¥8

BeAR SN el AW CTFRICRTY W /EERBOKBEREG 21T o7, TR EN (AcH)
L NH:% 5kt & 93 chichibabin #iAZ X Y, a-t" a0V (a-P)BL Ry -t 3)v(y-P)BEREINS.

N

H
. . GH,
c 0 GHﬁ, Vapor Phase I =
Hy —_ Jd + | + 3H,0 + H,
A, A Cat. N o, N

H Y0 0% “eH,

NHa a -t Ay r-tTagy
2. FEBR ‘ ' #1
R E{ToTefEDIA B LD M| 3 [ RS [ 1g loss| NasdE | Si0z/ | A4y
AR L AR EICE LD, FAR N | RH °C wit [ omol/g | Al20sh: | SEME
e MEEREC AR STV A bog PREDHE
FLTWA, Y1 | (NH4} 2504 550 1B
MRS, FERIR (500 keflom) e [ o | bt | 20 | as | 0Er| 4| o
Byl 10 - 16 mesh ORESIHER |y | wamos | 400 | 136 .35 [ 48| o068
L7z, RISE (LD.:16¢) TS, FE | v6 | mmos 540 17.9 | 0.45| 5.5 | o0.88
EEEINEEAWT, TROR—&H M 54 EF HD
TRIEETok, EIEGHBEEOCLTE | W | M 550 ESR
DEITERSET. R | Moz | 535 15.5 [ <0.004 ] 13.73| 1.00
M| M4 540 13.8 | <0.004 { 13.60 | 1.00
W | NHaNO2 550 9.7 | <«.004 | 15.10] 1.00
MI{%E 38 N7 | MNHaNO3 400 10.7| 0.07| 1457 | 0.9%
FHh A :AcH:NH: :N: =1:2:1.6 M | NHaNO3 540 13.9 | <0.004 | 14.31 1.00 |.
C-SV *=30 mmol-C/g-cat*h
*) [FUE} AL D4 Carbon B TFHT A
(PR ] 310°C > 400°c—> 430°c—>
(B | ez | ke |
[/ 145 M1 Oh 1h 2h 3h
N2STER | I | |
[ £] I[-§ 210 $u7NU(370°C)  $U74Y(400°C) Fu7YY(430°C)

WL GC TiT o, a-PBLXGRy-PUAOELREIEDIIE 1Y Y (Py) Thole. RIGERD
HEFHIZRE AcH 02RFEWEEREL LEZL0T, UTORICLS.
I (Y%)= (R OLBFTRE / 7B AcH 2R FEH) x 100

3. REBLUER

FMEORISEEL TR, T wb L bo2RUIFT(370°C).  ARIER BN B 35 E OB
izky, Y&, MBEEAENTCRISERENERTWS, YROFEMEL Y £ER5IZ, o-P
BLBy-PIRERAFEVD, a-P/y-PHIEEKRELERZBDLARZY. YROPTHETS L,
YoRUE DINERIC(E S, EIRIE S 0N KE o, —FMBOF THEBT S &,
M5 KL U MBS DILER, HiZ o -P INEBHRHEH . -

Zh B ORGSR &, RARER X CHEE E OB 2L (Y], MUZ-DWTIAEA).
IHhEDEEA DR T, SIO/ALOMIZDAFISEHREE OHEBEBRALNE. HICER THEEICR
Biv, 3T0CTORERR2UFT. Y Bl(a) Tid SiO/ALOSLDMMITEES, v-P B XU Py 238
L, FZa-P/y-PHEBRELPLTWE, —FME G TR I RRERELTIARSNAW.
YofhiEix Y B OF T SiO/ALOL R/ TH Y, MBI MBI OR CZ DLBRKRTHS.

OBLE B0z - hEF ESVD =B DXL -
BEHLYE A~ LES L AE
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o e

Pt/ALO i D FHBL L

B4 : (1)Hachioji

-+ ¥W15 gD E (JRC-ALO-6) /%A L w7 AH S ABOBEEAR— Moo®, ELEEFF (60 mlmin),
500 CETCIhFR, FHIRE T MR LU TR EEE L,

- BRI, PHREER (GRS T72ICASYI70540R) AEE (BEROPIERERZ10EE D
AF RBKTHEMBLUI2DD) IERLEZE L 2 BEHLS g 28380, WIAKREL .

C BRI EDERIMZMEL . oA THIORERNSEREB L~ (9105 min) ,

« EEMNC L D100 TTH22 iR 87, '

- ERERO MBS g 2N Ly VAT AMOBERE— N co®, &SP (60 ml/min) , 500 C
ETIhAE., FIRETI MRS LU CRERLE AL /-,

k4 : (2)Hakodate-0

« A O3 #e L24~50 meshiT A %, 500 C. 3 higEpk,

C BERR L 7 Al O3 DEBRICK U TIMER O EKEAKICHER OB SR % 15 #.
FFRABT S ZAANTESL. 300HE.

KBERANTO—S ) -INR L —F I TEFRERE (30~407T) .

< 110 °C, 12 higf,

300 C. 3 hZEE PR,

B4 : (3)Hakodate-8
(4)Hakodate-11
+ Aly Oz P8 L 24~50 meshizZ 3 %, 500 °C, 3 hiEmk.
* BERk L7c A O3DERICH U TI0fF RO KB KICHER OB A& B2 5. :
« B OpHZNaOH T A% (Hakodate-813pH=8.62 Hakodate-11}1dpH=11.14) (72 E=7idQsE -
Bt % T R)
* Al O3 INA T30 . BEpHAERIE (Hakodate-83pH=6.50 Hakodate -1113pH=7.15F TZ&L)

PFABTZAOREL. KBEANTD—F U— TR L —F ITTHRAWE (30~407TC)
- 110 °C, 12 hzh%

+ 300 'C (FE/IE500 C) . 3 hZe&H4ERR

Bl 4 : (S)Ichikawa
+ JRC-ALO-6% /KRIE AMEIC & B HMIFLATONE ITA T, 1.039 emZ/g DRUE %187,

DD ROYT LI VESBERAEPIE L T3S SR L. ATRERLTIO com3 & Uik,

» ZRNET0 gDIRC-ALO-6IC IR TEB I B,

IR B EER I TN T TEIEN 5350 CETREL., 350 TTOMEEEL. HaLE.

i E AREREICB L. 1 Ao/ OREIC TER 2 EIR TR L.

- 0.2 IR ORROARICY DEZ, 30490 TEERN 5180 T THREL. 180 CTIREURE DS,
HERETHH LK,

c ARARECL MY SORROSHIODEL, BETISEREL, FREREMSTROEL. ?ﬁﬂ.ﬂm
HAE~, INR73.68.

BBL4 : (6)Kitami

© AbO3id A/ D ELERTHME, mwcmmﬁ;fz@77zmﬁEWMMWTﬁ%m®ﬁmE$@%
100 mlDEBHIKIT AR, BEpk L7ZAlRO3Z A 5.




s TAEL—F —TRIELENLEBERERZMAS (5 min),
- O—F U—INHRL—F—12T40 TTREEMR, 120 °C T4 h#gfR U= 1%600 C T4 Wik,
- HEAI10~20 g,

k4 : (7)Kobe

. Ptﬂj%ﬁﬁ%;: PUNOy»(NH3), (HHE&E L, PIEHRE0.69%) 2.479g,

Zha YT R EEAKICEERE. 7Ol I —F IS HARE T, 100 mld Kz 4 X B R %
ﬂﬂm:mb (BAAIZ20 mIRIN) A F—ALNATHNET 52 ETHM L. BROBITENa,

» BY T T ATTIRC-ALO-6 30 g& LR (BA®) . 100miZ2MA, n—FY—INRL—F—T
TAEL—F—TH L7 5, 80 CIz L, AREE. NIEMTENEL., et s &%
BoafE (NO2) SRS F4E, BFEOTIIFEE. BRARSSil, Tk S8 THRT.

© AT ARRZISEITI0 g2 EE QAR U RIRREFEIL . 100 mI/minDZEE, (02+44N2) #F L7285,
FiR (100 CTET) 75, KESHELRICHAET D,

+ 200 CETESBICRE LRI R,

+ SO0 TCTETHRALE-IVE. ZOEERBOIRMREL /=, 300 CTIEFSITHRRET LT
WiEWEDROT, IS5ITHBITAML /-,

- I CETARIT L EEHOREETETLE.

s CORETIRMFA—IL R LU TURERE T L,

c COPMEEIERD B LR TEREOERD NN 262 TH o7k,

ﬁﬂ% (8)Kyoto
7l 2 A (RC-ALO-6)#940 g% A / RS TEME  60~200 meshZ4RIR
+ 110 Tz T—Ru g
- 22.43 g% FEf
C SRIBICTE. SAKRSOmIZEMA, BEEREZSY —IRE L, HyPIClg - 6Hy07A 1#:(0.01372
gPymI)82 miZ FLFk L8 5 # 4 1T,
- TR LI TR AKI2.5 I,
« 110 CTIT sz
E Tl
@ OB 02/P450 C £ T2.5 i THIE, l’J?mE-'éL:’CS hr{fds
@ O PERINE E THAL/2#, 1T ANT & D EHEFI40 minfiiF
@ HpL3  1QEH2{E %, HyHds50 Ci‘ClSlu"'Cﬁi’m [FHREE 12 T3 hef %
@ HyPRRGEETHHAIL%, AfEIL~E
H AR % 4 60ml/min

Rl 4 : (9)Nagoya-1
{10)Nagoya-2
- ALO-6% ¥ L 25-50 meshiz 8% L, 383 K, 12 hizhk,
PR PT I HESIIRE A mIE IS, B LU ZALO-GE A S,
« ZEVR T2 hiff U — Wk .
303 K/kB &AW, LNRL—2i & D AT,
- 483 K - 12 hAKSHIC T
- BERK
Nagoya-1 J8IF= ; 5.00 w1%
Lairffi (150 ml/min), 673 KFE THE (15 K/min)
2.2irfi B AP(150 ml/min), 673 K73 hifHF




3.No#iEH (100 ml/min), 623 K THiIE
4.Ho @A (150 ml/min), 623 KT3h{f¥F
S.No#EiEH (100 mi/min), iR % THIE

Nagoya-2 #3528 ; 5.01wi%

Lairfi M A (150 ml/min), 873 K THIE(20 K/min)

2.airfE AT (150 ml/min), 873 K6 h{E4%
3Nt AR (100 mi/min), 773 KFE TRIR
4 HoFi @A (150 ml/min), 773 KT6 hifis
5.NoFit @ (100 ml/min), =g F TR

5 wi% Pt/Al, Oz B —

Frva S P AR BER/C &t/ fie%
1 Hachioji [PY{NH3)4]Cly Bk 500/1h(air)
2 Hakodate-0 HyPtClg - 6HyO 24-50 mesh 300/3h(air)
3 Hakodate-8 HyPiClg - 6HaO  24-50 mesh 300(500)/3h(air) pH=8.62
4 Hakodate-11 ~ HpPIClg - 6H,0  24-50 mesh 300(500)/3h(air) pH=11.14
5 Ichikawa PiNO)y(NHg)y  KIiR 350/5h(air) 180/1h(H5)
6 Kitami HpPiClg - 6HyO  powder 600/4h(air) -
7 Kobe PNO2)o(NH3)2 i 370/1h(air) -
8 Kyoto HoPtClg - 6HoO  60-200mesh  450/3h(O9) 450/3.11(H2)
9  Nagoya-1 P(NOg)s(NH3)y  25-50 mesh 400/3h(air) 350/3h(H,)
10 Nagoya-2 Pi{NQ9)9(NHz), 25-50 mesh 600/6h(air) 500/6h(H,)




FUEST HRBMERIC L BIEHOME
(BEBATL) OFHEM - TP =

wE

o e = 7 BB TPD) L B OB E A REICNET 5 HETH B, T =T RERITKES
MEAITRS &, RERT vETHRRESh, BRVDBBELLET VT=7 OHEHRHTEY, Hif
BN IT ko C. AR - BRE R RO D Z EBTE DY,
=373 |

B A~ LB BITPD-1-ATFIR IBEE BT & 0 D1 7 PIE10 mmDFEREAF T, BRAROBRHOL g&
773 KC1 helfGd%. 373 KT7 =7 133 kPad 30 min#Ef & &, 373 K T/KER (K04 kPa)E A (S min)
—BR( min)Z12E42VIEL, & B30 minfilR L7, #2v T0.044 mmol s O~Y T AEFREEED &
BRI D2 EEER Y 7 TR L. %P Z133 kPa

-3

CicfRB, 30 mini%iB7%1210 K min! THEBE LT, B & 0.003 : : , : ,
BELET L E=T DT T A Mme= 16 HE % ',r».f:’“"‘“ﬁ"“”’ rotiod VB wes g estnent
SRHTHT LR, . ARGLEETRDT. 2 f0
TR =T b - 30 minBlA - ~Y 7 AHE - §°m2'§ K .
BROER (TE3KEE) biTlot, EREIIWVS %

SN DEEBEEDT vE=T -~ T ADREHN g oo L syt
A%HEL. BESWEOMERITR 1. g ' a/
B 1 & 21TPDARY hVETFRY, . T g 0 ¥ . .
S 400 600 800 1000

Eo 7 B b WaETGE B Lz (Table 1, 2), MR
B % BET R FAE(JRC-ALO6: 1562 m” g'. JRC-

Temperature / K.

. e [01: JRC-ALO6DRESRIEFHHR) S & UKIERILER IR
ALO7:186.7m"g". FEREESHIE) CHl - 1o E AP (%;’E;‘%)GCJZE)TT/—'E:TTPDR“‘:ﬁ %

ﬁﬁﬁg ) %b'&ff‘: LT\:O

“a

Pb bOREITH, ARGLEEAORVER 500 T
BTS00 KIZRERE— 7, 900 KIT/h &2 E— “r:
BB b, AEREE S L300 KoY R | Sremeliememem]
03 LEEERORABE L, 00 KEE D002 | [
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RZIIRBE A a =7 O X 5 RARREME O T L E=TETBRITES L5 ERBY, T
ST EBTHRERETHEHEBERERRKICIL>TEETDIE D P A P LORFEEZFALE— IR
BEISHTHEY ., KESLBRIZEREISNEE— 7 BBEAOHEEZRLTVWA EEL TS,
AEERLBERIC Lo TREINEE—2 09, a (ERR)BRTAIF LOBAERRTEEL LS,
FRE e BIRIES LT B =7 RES (THMITIS0 K mol ') L REHE (0.19nm?) 7Lk,
—7 . FREE LERIRICEEH245 kI mol! DFED THWERS(E— 2 b) ;wmﬂ»% L, Zhid7?
NI FEOBELIZELLNZWVE YL, FePSREORMMOFR LA SN S, JRC-ALOD )

BZOBBREE<A L, ThREEROMSBERNE L —BT 5.

Table 1: JRC-ALO6 LD 7 e=7 REER & RS

Temperature / K | Amount/mmol g’ | Surface concentration | Adsorption heat
/ nm? / kJ mol?
Conventional .
Peak a 476 0.19 0.73 -k
Peak b 905 0.015 0.058 245
Total 0.22 0.83
Water vapor treatment
Peak a 578 0.050 0,19 152
Peak b 915 0.017 0.066 245
Total 0.067 0.26
*: not determined because the peak was too broad
Table 2: JRC-ALO7 L7 v =7 Bl L W&
Temperature /K | Amount / mmol g | Surface concentration | Adsorption heat
{ nm™ / k] mol”
Conventional :
Peak a 510 0.19 0.61 ¥
Peak b 200 0.015 0.048 245
Total 0.21 0.66
Water vapor treatment ' '
Peak a 599 0.060 0.19 152
Peak b 900 0,015 0.048 245
Total 0.075 0.24

*: not determined because the peak was too broad

1)  H.Ig, N. Katada and M. Niwa, Proc. 12th IZC, 2643 (1999).

2)  N.Katada, H. Igi, J.-H. Kim and M. Niwa, J. Phys. Chem., B, 101, 5965 (1997).

3)  N.Naito, N. Katada and M. Niwa, J. Phys. Chem., B, in press.



SHEAE 7 )L 2 F ALO-6, ALO-7 DEREFESEBED KU NH, O RE#HE
(BRBRL) e JHkE - EEE B - RS &

1. ¥E
HUWSRAE Y )V 2 7 Th % JRC-ALO-6 BLU JRC-ALO-7 IZDWTOEMN T —%
R, BRPEFZRBED LU NH, OMOBEEIE 2T 7,

2. ER
2-1. #E

il 2 F R B HR AR O JRC-ALO-6. JRC-ALO-7(H# L N\N—H)L(#R)Eh % iz,
2-2. NH, {73 e 45 %A R E

ZEICEERETEOB ATC450 T 7 0h 0 A5 —2 W, iR 065g &Lk,
ATALEE LT 873 K T 1h EZEFKL /2. 0,(100 Torr) THEAR L . 12h BZEHKA L 7. NH,
DI EBRIIERARE 473 K, U277 2 HANH)REIL 308 K THIEL &,
2-3. N, 3%

REBREFHOBBERRSEBEEZA W, @B 01 ¢ &Lk, BTRIEELT 83 K
T ThEZHEQULE. 0,000 torn) THER L. 1h BEHLG 2Tk, SHEKEERE
77K BT T AMN)DREZERGEY 295 K THEL 72,

3. fHER

Fig. 6-1~6-4 BE U Fig. 7-1~7-4 IZF T JRC-ALO-6 35K TN ALO-7 D NH, 5 Wz5
BNER(G-1, 7-1). ERRAETRBR(G6-2, 7-2)» BET 70w 16-3, 7-3)B L UHIFLII 7 (6-4, 7-4)
Z7RY . NH, BEAFIHIC 200 kI mol' FREOFHWHBEEMNBRIE I NN, NH, HEEDIE
EHUTIBAE IR AITHEAD U, 80 kI mol' fHIET—E LR o7k, TOREMNS, AT I
FER ORISR WRESHER DI EMWREINZ, E2. WAEF 80 kI mol' BLE#
EZEEERE L TRDIZEER Table 1 ITRT .

Fig. 62 BEV 72 R LZEFROREESERBII N B TH -7z, WESRBRED BET 7
0w hZEFERL. K7z BET FREFEZE Table 1 ITRT . ALO-7 MR REEAHED - /228,
BiEh & 0 JEIIVE S 2572, £z, BIH RICL OMifla ek & o5, g
BOMAREEAE 2m B TFTOI 7O TH 2k,

Tuable 1  Surface area and acid sites of JRC-ALO-6and JRC-ALO-7.

. Acid sites
Catalyst BET surface area Amount / Surface concentration
/m?g! mmol g’ /10° mmol m?
JRC-ALO-6 156.2 0.331 212
JRC-ALO-7 186.7 0.320 1.71
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WIERM: : AR FIVPHL a, RhEER, &BIF 50KV, FB/ASOMA, 7 4 Ly —EL, Ao b
$049 400keps/5Swi%Pt, A7 v MBI 20 #

e

* JRC-ALO-6 DIE{REMER U, REARIERAORMIEY > 7 ) 8 H(2,4,6WtBPYAIRO3) 4388 U -,
SNoDY T N%E, QICP 3 QREHTO 2 BROMTHEIC L ) ASBEEIE L. U
TOFR-1ITRT MR EER I, ,

¢ LfR 3 HiFin ik &, JRC-ALO-6 DIEMALZEN XM LD B L. TOMWEEE ICP 2L -T
RoNicASRENS . MEMEER Ui, 808 X #AORENITRIST ST & 5 10iTAM 45
[/ fs'.o

AR U7CRBARZE M, BTENAME ] 0 HOASTERANEB oo, BRAEE2ICT
To AEDIEREERL - BIOWBEHBEIICE - TRE - T, 7 A0ORRERLT ER
7'5?5&'6%—— l/fCo .

St XM 7 ViRE A

LA E <y 7JUFPICT, S00C. 1R L. 77— —RIThHId 5,
2HR IIVAN 32T U, #200 LITOMEER 5,
3ZDHNS, YT NA g TV Y v IAN, 25TonRam ET 1 M7 L ARES B,

&-1. BRERERAY L PV R

$77° W4 JRC-01 JRC-02 - JRC-03
Target wi%Pt 6.00 4.00 2.00
%BPY(VF) [CP 24f 6.14 4.08 2.01
%PI(VF) th@E4T 6.15 4.11 2.05

#=-2. [PHARO3 o Pz b RHEOER

Nagoya-1 | Nagoya-2 Hakodate-0 Hakodate-8 Kyoto

%PIY{VF) 5.12 | 5.30 524 4.36 4.84
Hakodate-11 Hachioji Kitami Ichikawa Kobe

%PI(VF) '3.54 4.61 4.90 5.05 521

*VE &3 TV EEN SARGEERIE L cio$E



Size distribution of Pt particles supported on Al0,
under various preparation methods

Daling Lu and Kazumari Domen
Research Laboratory of Resources Utilization, Tokyo Institute of Technology,
4259 Nagatsuta, Yokohama 226-8503

We investigated 10 samples of Pt/Al,Q, prepared by different methods.
The numbers of Pt particles were accounted from the TEM photographs. The
average size of Pt particles for each sample was calculated by Y Xi/Y Ni where Xi
is the size of Pt particles and Ni is the number of the particles. The average
composition of each sample was measured by EDX.

1. Sample: Hachioji
Accounted particles: 1557
Average size of Pt particles: 8.5 nm (average size in 0 — 5 nm region is 0.55 nm,
in 5 — 55 nm region is 17 nm)
Average composition of sample
Element: 0O Al Pt Cl
Wt %: 28.03 63.54 7.45 0.97

2. Sample: Kitami

Accounted particles: 1551

Average size of Pt particles: 0.9 nm

Average composition of sample:

Element: .0 Al Pt Cl
Wt %: 41.11 53.48 4.62 0.79

3. Sample: Nagoya-1

Accounted particles: 795

Average size of Pt particles: 2.4 nm

Average composition of sample:

Element: O Al Pt Cl
Wt %: 36.57 5780 5.41 0.22

4. Sample: Nagoya-2

Accounted particles: 1181

Average size of Pt particles: 29 nm (average size in O - 50 nm region is 0.8 nm, in
50 - 160 nm region is 52 nm)

Average composition of sample:

Element: 0 Al Pt Cl

Wt %: 35.80 59.33 471 0.15

r




ik

5. Sample: Hakodate-0
Accounted particles: 1057 .

Average size of Pt particles: 37 nm (average size in 0 - 50 nm region is 8 nm, in

50 - 240 nm region is 140 nm)
Average composition of sample:
Element: O - Al
Wt %: 28.06 54.78

6. Sample: Hakodate-8

Accounted particles: 995

Average size of Pt particles: 2.2 nm
Average composition of sample:

* Element: O Al

Wt %: 30.34 60.06

~ 7. Sample: Hakodate-11

Accounted particles: 820

Average size of Pt particles: 2.2 nm
Average composition of sample:
Element: o Al
Wt %: 26.21 63.31

8. Sample: Kyoto

Accounted particles: 750

Average size of Pt particles: 0.7 nm
Average composition of sample:
Element: 0 Al
Wt %: 34.75 58.82

9. Sample: Ichikawa

Accounted particles: 1291

Average size of Pt particles: 1.0 nm
Average composition of sample:
Element: O Al
Wt %: 40.47 54.74

10. Sample: Kobe

Accounted particles: 805

Average size of Pt particles: 0.9 nm
Average composition of sample:
Element: o) Al
Wt %: 38.38 55.96

Pt
15.87

Pt
7.11

Pt
7.22

Pt
5.25

Pt
4.51

Pt
5.40

Cl

129

Cl
1.84

Cl
271

Cl

1.18

Cl
0.28

Cl
0.26

Na
0.65

Na
0.55
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PY/ALO, it i DL 1l E

(BEH—FS—miF) 555 FE. =6 H=E

1. MEGE
a. EFRWEE : BELSORP-28(HANINEFERA L=, Y TNORINEE LT, M
BEEHR(50°C/Hhr T 200°CICHER 2 BERE 21Tk,
b. 7KERIEAE : Auto Scan-60 (&% 7 4 A= R)EER bt_o B 7L 110°C
T Bz UAREICA W,

2, MERR
a. £&80
BRNELIOHILBREA D7 VB ERIREEEEGD SKRDE,
ERREEX KEREAR
v [eRmIR | HILER | AT #| MILER (AT M
(m?/g) (ml/g) |fLEZEMm)| mlyg) |FLEZE(nm)
Hachioji 167 0.784 21.5 0.914 . 20.0
Hakodate-0 157 0.766 22.8 0.927 22.4
Hakodate-8 158 0.841 22.4 1 0.893 22.5
Hakodate-11 160 0.797 21.8 1 0.925 21.8
Ichikawa 163 0.628 16.4 - 0.928 19.9
Kitami 164 0.779 21.2 ' 1.291 28.4
Kobe 180 0.698 22.5 1 0.888 20.8
Kyoto 168 0.713 20.8 1,349 38.3
Nagoya-1 164 0.805 22.1 0.907 22.0
Nagoya-2 160 0.773 22.7 10.913 21.7

Y2 7L Kitami T Kyoto (XBIFAH MLV =8, 7k§EEEJ\:£OJ HECHNT
RIFEORESHEILELTHY Y bEhEEHESNS,

b. &Y FINOEEREOHMILS IR (D-HE. AV/Arvs. #FLEE(hm))

90 T S T YT L e 8 AT e et R S A B e LU el S e S e 20
6O

Htoe
kLN Yo Cp 7N wa? )t

1 Joodombodebel Ll 1 I Lo bt bkl e ok Lovwden dododol Ll S 1 et al L
1 R L AT 29 30 450 e By TTTEETTENG 20 30 4050 e L e S AT 20 30 A0S0 ]

S T R O N D -
T3 b sETae v 30 o0 LI YT s Fanid 20 3¢ 4080 e

20 A0 4054 o0
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Pt/A1,O; filiit D TPR HiE
HiYtHEE B PRt tttsgt s v —

ShE L VR ABTS

O #, fatf

(Z402: sl
feftE e, 10 FREEO P1/ALQ, iz DUV T, TPR(Temperature Programmed Reduction)iHicdi® Pt @
HFFRBOHME 21T /z. BFEE TITK T U7z 8 OB ORISR 25T 5.,

[52ER]
(1) & SIRHEEESER O Pt/ALQ, il
(2) TPR RS

S s KATEE TPR HlESE
b : #9100mg (FkBOER)
BIED : BERRALEE (Air 20cc/min. HRELEEEE 10K/min T550K S TRIEL. 2 BEHRRE

Li-tic SR = CleR. )
Ar N—2 (EIRIZTAr 20cc/min T1 BE/—2)
RIIED : PR (Air 20cc/min, FHEGEEE 10 K /win TTTK £THEL. 3 BHEHR
Fr U718 =00 3= TR, )
Ar 83— (EBRIZTAr 20cc/min T1 BE/I—)

BITH : 10% Hy/Ar. 20cc/min
A& DEERMS 100K FT10K /nin TRRL T | BRARRE. £0%, ZRETHH,

(2]

Fig.1, Fig.2, Fig. 3 i2&flED TPR 707 71 NS DHRiRE 08474, Fig 4 17 Hakodate-
11 folidt 2 RiBEGRAQ T DIEL TPR JlE 2o kR 2R Y. £/, Table 1IC&fliED PR ¥—27E
B, E—UEHEEN ISR ERT,

EX9)
(1) Hakodate T, AIALEGMICEH ST, NaOH 25075 & TR B t—r2Eiffnc s 7 k
5, :

(2) ARSI CUE %7V Hakodate—1, Hakodaie—8, Hakodate-11, Hachioji filddEchdaiil
IPERIRENE AN, B —I OERAS 7 M58 H B,

(3) fHSGRSE e A2l L 7= Ichikawa, Nagova-1, Nagoya-2 fllSti3miBsRicBTyY—2 &4
B, EE-JHEBEG/NE<Zo>TWS, #0RL TR HlE0EE, BLET2E0 KL
Hakodate-11 filift Hi8T 1 — 7 O—EFERANC 7 M5 &4, Bl —2ERME R Uiz,

(4) Kobe fil#ii3 550K OREE T, SN/ Pl A1P10, SREL /2 & EDKENER LD BEICE
< DRFBEPHEZINTNS, T ORETIE, BT %17 =l & R SRRy —
IR LU,

(5) 2/KEHREOZEL. HRAFRECETIEOFECLD2HENAENEELONS, TR
HEDOLEAWAE) #41Z Kobe il Tl Pt 12EALL 7= NO, SR L TWA ARG 5,

Blt
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Table | #fldiaD TPR RIULBES MR & HlsE s

il il Pt HIZEES BT | AR | P—rEE ® 2RENEE
No. QL el | {EIERY (%) *
1 Hakodate—0 HPiCl, fe ) 446 382 82
2 1 1 ) ® 434 375 79
3 Hakodate-8 HP1iCl, 1} @ 649 480 72
4 1 1 t ® 474 422 75
5 Hakodate-11 HPtCl, 1 ) 640 486 67
6 1 ) 1 ) 475 426 70
7 i i ) @ 610 395 44
8 1 1 ) @ 625 393 37
9 Hachioji [Pt (NH) ICL, ) ® 505 30
10 ? } i @ 484 27
11 Ichikawa PL(NO),(NH), | 453K @ 629 435 27
12 1 t ! hr ® 615 370 24
13 Kobe Pt (NO,) ,(NHy, i @ 641 430 158
14 i i i ® 627 376 52
15 Nagoya-1 Pt(NO),(NH), | 623K ) 623 372 -
16 ) 1 3 hr ® 620 369 24
17 Nagoya-2 Pt(NOp, (N, | 773K ® 612 372 -
18 ) ) 3 hr ® 614 373 15

*1) JUTE No. 6 DRUERAMEZ 773K Shr THEEE

¥2) BURE No. T DRUERSlit A 773K Shr TR

£3) !ﬁﬂﬁ%ﬁﬁﬂﬁ@%ﬁ&@wﬁﬁﬁéﬁﬁﬁ

) (BE—2EHD (PO, Swi%DMETLE L ToMEM SIRDIZERD X100

| : ] | ]
* | | |
i Hakodate-11 | Kobe 4
| 773K 3hr ' [ 773K 3hr
5 Hakodate-11 L | Kobe |
| 550K 2hr | | 850K zhr
1 . Hakodate-8 ro ' | Hachiojl )
a | 773K 3hr X2 | 273k 3hy
- o .
0 a =} |
- i a F [ -
g ! Hakodate-8 g i Haghioji
] | 550K 2hr ] J 550K 2hr
= - =
] ! o l
Q i [§]
o J o {
T i Hakodate-0 I i Ichikawa
' | 773K 3hr . 773 3hr
| ]
i i
! Hakodate-0 ! Ichikawa
| 550K 2hr X2 . 550K 2hr
:’ i | = !
300 500 700 900  1ij00 1100 300 ' 500 ' 700 ' 900 ' 1100 ' 1100
TPR temperature (K) TPR temperature (K)

Fig.1 TPR profiles of Pt/Al:Os catalysts Fig.2 TPR profiles of Pt/AlzOs catalysts
‘ - 70 -
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Fig.3 TPR profiles of Pt/Al20s catalysts
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Fig.4 TPR profiles of Pt/Al2Os catalysts




Pt/A1203 ® EXAFS HIE
BRKRFTHE KBS - W07

HEER

Pt La-edge EXAFS OR)EIZiL. Technos # EXAC820 % fv 7=, BREHIMFE L /2%, 1 cm?
OFEFNF—PIZH 160 mg A L TRIEIZHWZ, Ge400) % S I AV EEiia,
FiREH T CRNAELZITo . AR XBHBE (Io) ORHIZIZ05atm @ Ar ZH A L7

FERILAEEKE (S-PC). RBZEREOHWE (I) ORHICIE-ESRHEE (SSD) ZAW

7z, MR, —&AdHY 300~500 & L1z,

FEHEREL L LT Pt 7 44 W8 £ PtOq (Aldrich Chem. Co. )OI E & BIFREIZFT - 7o,
HiE#% D EXAFS 57— & OfEiTi21%. Technos O v 77 A& FEA Lz, EolZid,
RISt 5 D OB KEZ2FAVvy, Pt Ly RUILLIAORER Y < 72T McMaster =
(W=AL4B)E AW T, Ny 7 750 FRES, 3KRATIA VERER—RA T4 VA

T EXAFS Eg O 21T o 7=,

R

Pt 38 LU PtO2 DRIER F % Fig.11Z Pt/ALOs D& RB ORIE R % Fig.2 7~ L7, Pt/ALOs
BEO Ls BIUHEAFE O X BB AT b, FfEOEBEWIC LY EBRDIEBROARY ML
DR S T AZHERE} & P/ALOs BBt A7 V% 9 5 & | Nagoya2 3 X O} Hachioji
HECIE, €B Pt DR M OFRIEEIL, £OMmOREHL PtO: D AT MAOFR
P L T 5,

(a) Kyoto
(b) Nagoyal
(¢) Nagoya2
(d) Hachioji
(e) Ichikawa
‘ (f) Kitami
~NO (g) Hakodate8
S
=) PtO, = O
C
E 1N N
' ©
)]
Pt (g
1 L 1 Lt 1 I 1 1 1 l i [ [ ] [ [ 1 I 1 I. ! |
11500 12000 12500 11500 12000 12500
Energy / eV Energy / eV
Fig. 1 Pt L;-edge EXAFS Fig.2 Pt L;-edge EXAFS spectra
spectra of Pt foil and PtO,. of Pt/Al,0O; samples.




Figure 3 IZRUL A7 dA-DbflitH L= EXAFS =& (k3yk)) A7 FA%ERL, Figd
iz Ky A7 AR AR=3.9-14.3 DFEET 7 — U ZER LI 227 M ER LI,

K3y (K) AT P AAZEBNWT, BERDARZ b & FEH#RIZ, Nagoya2, Hachioji BT, Pt
LEL TS, —H., o Pt/ALOs BB D k3y(K) AT Fl, kOKE fcﬂﬁﬁiﬁf PtO, &
ZRRDWRERL, SINHEOBWARS ML EiRot,

PtRUPIO, D7 — I TEHRARY b, ThETOREVLRBEObD L 220, ED
BMETRZII PLORRY MVRERIERD 222ABLITN6 A0 —27 i EBO PtEFIC L
BL0OTHY, PO, DART MWZBRBIZND 1IABIU30AOY— 27 RERENPLO B
TUP-O-PLIZ L B LD TH D, Nagoya2 8 L O Hachioji BENCIE, 77—V =BF#%ED Pt &
BRI BIZE 7 28O ART b k2o 7, Nagoyal 35 L (% Ichikawa BEHCIX, B&
Z LIABMBCRER Y — 7 2ET B AR bZERShH, Kyoto,Kitami,Hakodate-8
REI T 1.3-2.6A OFEIZ 3 0D E—7 2FORRY MCERENBERL Rolz, L
L. Nagoya2 3 & Ut Hachioji A DFE Gk, EXAFS IREID SN kOB W ®, JIESRKE
ERELELECOERNRBIRLELELALND,
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RESERAERIC L2 Pt BEEOHEIE
MERE TS RCER w0

BARBITIE

WAL : B9 02 g FEBE Lstl, DERTHEIPRL, H, 100 torr #FE L 673 K (AR 1
REBIREF, 3)ENE T30 k& L%, siEs THHR.

H, M BRE : 1)He THREMERE, H,#920 torr #HAL, LRERLAE (RAERER] 10 49,
3)5 SIMPER, 4B 20tor D H, A L, IR E B R (WAERER 10 4)).

COBERAE : )H, REBMERT%, HS L2i6 673 K TRIEL, 1R, LUF, H,
WANE & FHRIC U Bk & OIS B Bl (A TE 1% 30 torr).

REREER
Table H &L UCOREERER

HRAER/ mol/s  COMBER/ umol/g

ity HRBREUE i B AH O AT B COmMke
Kobe VEMRTLIr MESE 643 KEERL 91.6 46,5 1417 232 1.5
Nagoya-l P=bo7l3y  shbais 673 KK, 623 K 78.8 48.4 123.1 211 16
Hachioji  srsvvavusone  Bf%I28 773 KA, 29.9 22.5 36.2 13.4 1.2
Kyaoto WAL 3R HHER T2IKEERE, 723 KB 65.1 41,7 86.1 20,1 1.3
Hakodate0 {1 4:80 KR 573 KHERS 22.7 21.2 29.1 13.8 1.3
Hakodate-8 i1k 53 4:n IS B pH=8) 573 Kkt 277 18.1 47.1 10.2 1.7

Pt: 244 | mol/g-cat

NPt HBERHIEDOEE

BRESERY, P hurrivpe (PYNO,),(NH,),) #FBuizd %, H, B8R0 COBERL
BIZHVMERF SN (Nagoya-1, Kobe), WRESDHE (PYNH,),CL, HPCl) #RAVvi-#aix, £
RN BN S o e (Hachioji, Kyoto, Hakodate), i85t % #i LT b, WREESOECIImE
Bz, ﬁ%jﬁﬁ@%gaJﬁfﬁEﬁ%ﬁ?%Té (Kyoto)
) NI DRAR

V=bhuaFr3 ¥ BEOH A OB AT DA ® T ) 59, WMARIIE VY, HibEeEE -
CHET FITU 30070l Falmle Ui i, FAOBTAESEE Cho7 (Kyoto),
NH, & COmBE L

ANRAERE RN S FE L, COM HEWFAS, HREsS0Co Y =TREEE Ly
DACFRIRIE2 X 0/ E Doz, COMBORE: 2 (CRARTURAS TR FTREME)

*Contact address: Te/. 078-803-6173, Fax 078-803-6206, e-mail nisiyama@cx.kobe-v.ac,jp
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PYALOS ZRHEDRIEEES LU XPS CLDF v/ UE—a >

(GERITR)  OMMA - FHEAN - BiGRE - L HEE

1. #&5

RAGKFR R B TH & U2 RE 3B B HE T T D NO BHRE TE K A (SCR-NOYZHR L, 7V
HIEMBEORTRBIEERENTVLS, LML, 600°CE NS IFHNEWIRE TR
KNOFRILB(Cr ) R /2%, HALDO R TIMEREDKRENEEN TS, ZORED
BREMAFERDOVEDIZRRMERINT 2 HEADH 5. HICEHSEZERNLEEES, Cu 2
5.2 % RIGIREE (Ty)13#250 ~ 350 °CHKIRMIZ S 7 N9 %, /e, AEOTIVI S OFSE,
I 22RO, WMNE ik, BOIRHEFITE > THRIEEIRKRELELT 2, 22T
AUTRITREEDORAE S 10 AHOBSBFTIVIFEMEML, TOSCR-NOEEBLY
XPSIZEBFr S5 UE—alifiol, |

2. RERAE

2.1 fililt  FRMLED R/ D 10 FEID PUS wig)/ALOG % 7=, - Kitami fibft 1 LA T OFIGE
TREU 7= (1) ALOG % A / LT, 120°C, 24 h #24%, (2) MB#li7k 50 ml loA\FH
& DOBRE(IV)EEG KFNH) 3.32 g Z2ENT (PUR). 3) 7AM T 5 X2 (A ]300 ml)iz
ALOG(25 g) LBEHT/K 100 ml ZINA, @EWRIZINZ NS PLKZINA B (5 min)e KRIT
TACL—F—TRIELBASBEEERIIZINZ S (Smin), @) O—F ) —-INKLp—F—
12T 40 °C THENZER, 120°C, 24 h§GHR U /=%, &ML 500 °C, 2 h {R§E.

2.2 I MBS R FE R R RIS SE B 2 AV, SR = 04 g, NO = 1000ppm, O, =
2%, CoH4 = 500ppm, He = balance, Total Mlow = 130 ml-min-1, WF=0.18 gsem> DL TITo 7.,
A ZDSHEA A0 O TIF -7z, RIBREEL 100 °C 70 & ZN-EN OO BEk R Az
TELk, |

2.3 XPSHlE X FEUTIT AlKa #R (10kV, 30 mA) Z&, F¥ —J 7 v THIIEICE C 15 =285.0
eV Zfinie, 728, PL4fOHEAEIRNF— BE)IE KN 71eV THY Al2p D BE(H72eV)
EEBITERELTWD0, SEIEPt4d & Al2s ZIE L7z, Ptdd L O 1s DAY M
MREELE, Al 2s DFI% 30,000 cps I HIA (L U TR L 7=,

3. BEREER

3.1 XPS T B 1 IZ#H T PYALOG D PLad, Al 25, Ols DAY M)V ERT, Al25,01s D
BEIZALOSDENMSEEAERL LMo, LML, Ptdd DBERAEIC I > TR
72o Ptddsy O BE Z LS U7=f50E, Pr(314.8eV) KD EWBE 2R LM, H, #T0ns
B 7z o Fzlchikawa (315.3 eV), Nagoya-1 (315.6 eV), Nagoya-2 (315.6 eV), Kyoto (316.0 eV)13,
LR PUIZEN 272, BB EWBE 2R L7ZDIE Kobe (316.8eV) THh o7z, TPt O
{LIRTR, BT, DICRIEREEZRMUHEREEZSNDEN, FHTRETH S,

3.2 IETENE  FRELEO RS 10 FEID PUSWI%)ALOG @ SCR-NO £ %K 2 175k,

il
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Fig. 2. Temperature dependence of the catalytic activity of Pi(Swt%)/ALOG.



NOETTDERY & LT, Ny DI KED 30

_ Hachioji
N,O 24 L 77, NytNoO A NO lnft 2R S jemen
ESRGRREOMGRER 2aT/R7 . B NO ® Hakodate-8
20 B Hakodate-11

R LERANE N - 7 filitid Kobe & Kyoto T A Ichikawa

#K125% TH > J=. CpHILUETDIEEFF

13 Kobe, Kyoto > Hakodate-0, Nagoya-2, 10
Kitami, Hachioji > Nagoya-1 > Ichikawa >
Hakodate-8 > Hakodate-11 Tdh o7z, F/z,
Kobe & Kyoto D Ty fili % LL kg 2 & izt -

Conv. of NO to Ny +N.O / %

HELZVS0°CEMN>Tm, LA TKobe : ifilfmi
PROENTNS LMW TE S, B Kyote
Ny NONOIEERMNFITE LD 20 r W Nagoya-1

) . A Nagoya-2
Hachioji, Kobe, Kitami 3 TN Kyoto T, 10

%ﬁﬁ?&'ﬁ’d’oof:m%) T DL DR T
5% EAT DIR{LR U o Namnoiz, 7
T % Hakodale-11 b;t_:a:.>< N, Z ARk L 73
Mmolz, BUREEWZ &IT, Ty Sz 0

10

0 20 40 60 80 100

&£ U 8720, Ichikawa, Nagoya-1 T 150 °C,
Hachioji, Kobe, Nagoya-2 Tld 200 °C,
Kitami, Kyoto, Hakodate-0, Hakodate-8 Ti3.

Conv. of CoHy to COx/ %
Fig. 3. Converston of NO to Ny+N,O vs.
conversion of C;Hy to COy of Pi(5 wi%)/ALOG.

250°C Th o7,

NoO AD NO b RITEm N H D LKW
BHOMA SN (® 2¢)s 7Y Cy % IR L 72 DI Kyolo, Nagoya-2, Hachioji Tdh 0, Wi
H 15 % 2B ATz, PHTIKW Cy 1% 7R L 7= DId Hakodate-11, Hakodate-8, Kitami T 10
% AT THolz, £72, Ny OHRREAL & BT Ty AT X D Rin-o 7z,

FHIIZ BT DNy, NyOND Ty M2 KT 5 EMHE EBFEMETHLH, LI
MBFEDIEDPMEN 572, TOTEWENOL D BN ER LR TNEND T EEFBkT I
AAlEABATH B,

COX(CO+CO) ~ND CoHy DIRILHERAN50% & 7R U7z & & ORISR, S i Ofgb 1 % b
Lz (E2d), 2O & EDRISRENMENIEEREHIEWEZZIS5NS, BEHOE
Vb DI Nagoya-1, Ichikawa, Nagoya-2, Kobe Td = 72, & D511 Nagoya-1, Ichikawa,
Nagoya-2, Kobe > Hachioji > Hakodale-0, Hakodate-8, Kyoto, Kitami > Hakodate-11 Tdh > 7=,
Hakodate-11 1 RHZIEAL ) MK o 72y, T OMBEE Ny, NpO O Cyg NS 1T B K W il
THdIEND, MBEORILIIIIN,, NyO DERIIAKESHETHEEZ SND,

B D CoHL IR B #IT X9 2 NOls b 2 % Lh g U 72 (K3) . Hachioji A3CoH4TR{LZR#754%
DEFIZNOIRLBDRAMZE AR L 72D, LA OMS T CoHy infk 2R 100% O & ENO iz
{ERDRAM &I > 7o, ZIULETHITDH B CoH A, No R ZE DRV LIZS < T E
NTNWBEZ EZRET B,




A

PH/ALO, ZRMEDCX ¥ T 7 ¥V ¥—a b COBLER
(RIEKRTE) Oflrl, SEE—B, frERE. tiEREkE

1. =2E
EfENn 1 OFEORE DS Lo 4FBEIZOWT, HEBERIRIGER
HAWVWT CO BMbRRIEME, KBICFRFEOBEZITo7, BiZ, THhbD
RAElo BET FEAAIE, HRTEM BOHBE 1T, 4 BB OENT DUV T
et &E1T- 7, '
2. ¥y T ¥ V-V ar(kFEREE, BET REHHE, HRTEM &4
) ‘

KB 5 BRI E ORI EE1L, 1ZIE ASTM @ Pt/ALO, AEW & B %
MEE D3908-88(1993NTHEML L7, 3B 500mg % PASRIERERTERSEEBE DX
JREEIZ AN, 150Tory DFEER O, K T 450°CE TR L 1 FEH OEAR LIE
1T o7 %, 400°CIZHREI L, 5X10° Torr AT & 22 ETHEEITo~, ER
£ THETE. | RIEOKEL
AL, AR H, KfiF T
450°CE TEIB L 1B 200
T E 1T o 721, 400°CiZ
BEIL, 5X10° Torr AT &
7B ETHRETo72, EiR
T THNHE, KBREEDOR
ExiT-o1=, 4R EHZDNT
DOREFBREZR 1IZRT,

ZORERRICESE &
HBELD Pt B &% A1,0,100g
IZ Ptog BEENTNVB LK
E LT, Pt ORREE, SLHF
BIRE L TOEHRFED 0 ‘
HEEZToY, HEERE O
BET EEMOBERRE & 0 Nagoya2 ~
EHIZE LIZART, . | | | 'm

E' j:%%%t@ JEM‘ZOlO f_ﬁg 0 109 ) 200 300
BFEMEE B TRE L YRR/ Torr

T BRBIOHRTEM B % K 2 1 .
T, AREHT. A ULk K1 Pt/ALO, il DAKERE SRR (FiR)

Ichikawa

W% 35H, B Lmol)/g - cat

Hachioji




TFYORLEHE, TF ) — LB L bDEMA v = ol F L, TR
BRE LU,

#1 Pt/ALOJMEDF YT/ 5 Y P —a

A tER BETHREM  Pr/omUE Pt EHRTR BREE
/mPgt /% /nm

Ichikawa #ifR 143 15 6. 2 180

Kyoto P 169 7.4 13 450

Hachioji $fk 177 4.3 20

Nagoya—-2 HI¥ 156 (2) *! (60) 500

L2 (d) o> TEM {8 1 b Bl

20

X2 (a). Ichikawa X400K B 2 (b). Kyoto X400K
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2 (c). Hachioji X400K

3. Pt/AL0, ikl 3k > CO BR{L S
TEME Hg
AKFETEOERBHI & C0 Bb
FIGTEHEDRE Z1T > 72,400°CT 5
X10® Torr AT & 22 TR %
1T 7%, B0CIZRE L. {LFEM
LD CO/0, BISERA A A& EA
L7, FUGHERIE 30 WM& L. &
AR CO, IR ER N T v 7ICififE L
oo BUGE TR, RISEHNOREL
PER L 7=1%, 4R CO, BDOEREIT
WV, RARP L ER LR MEEN HE
BaInb o, BEL ka2 1T -7,
[ 312 Ichikawa RR#HIZ 2 & 30 45°fH
ORGZ SEHEVIE LT D
B A A ORFRIZE{L%E 1 R
R LT7ay b LIRRERT,
RSMBES TIE, RISEAKMAE
AE#. BEBRIEDRDSBR I,

L
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BUSTEMEIREICET Lz, % 1 ERA QKRG TOER €O, 8 (173 pmol) iLFHR
CO, B (236 pmol) L ¥ b2 o7z, 2B, 3EIBDOKEETRKGES T AHE
NEHDE LWA AL OBDER BT, 46 C0, & (2ER 161, 3EE 114)
LEE CO, B (2EE 167, 3EE 114) 2 i2iZF—H L, BoHiEEOEDYES)
b o (2EB 1.6 X102%min?, 3ER 1.4X107%min™) DT, Z OFEBD
00 BEALERNEMES & Lz, 10> 3 BHC 2 % ROk CR1E % 4 4 OBE
D CO BALRRTEMEE L L, % 21T Pt/ALO, £ TO 00 MR 1 KK
5 b0k LTAREIOMBEREATERNS - U O, MARERY ) O,
HERMNRERE Y OFEZHE L TR LZRERZRT

#*2 Pt/A1,0, LD CO BR{LEILTE M LRk

Aot kC0, X 10* kC0, X 10° | TOF X 10°
mmol/cmHg * min * g mmol/cmHg - min - m?

Ichikawa 65 46 18

Kyoto 13 7.5 7.2

Hachioji 5.2 2.9 4,5

Nagoya—2 24 15 48

K3/ bhd X5z, Pt/ALO, LTo CO B LIS DEMIZET L, B TE
WAEER L, EREEZR LR Pt/ALD, 2 BIR THANLEST D L Run 1 OFF
PEDSEIH T S, Run 1 TiXAER CO, BIZFHR CO,BEL D RN EE2EZAED
W5 E Pt EEICEISY., Y. BUSTREOWTRIBRIEELZREZ L,
FISEEMICHMSBETHBD LHEEIND, FNTEERSBEDE L Ichikawa
A, AEEMEEY ) THHEAREEY Y THORWEEEZRT, Ly
L., REAERFHLY OSBEDOEETHET DL, RORNERKFED
Nagoya—2 BB RR D REWVREER LTV,

L3 3R .
(DAT BRAE, B fnk, B M NBREE, KEZEXR. B 1979, 12,
1646.




PYALO, il ETO 7N ARER IS OE R E T

GBABET) OXRBHME - B & SHHE - BN 2

1. &=
ftf =S BRI I8 B 270 5 32 4L X N7 PYALO, Bl 10 BEZ AW T T O/
B2, AEEEIC T MERR B L pt SHEOHRIC DV THRFET /-,

2. EB5%
2-1. Pt FHE DO RIE
BRMEBELOT 2 TIVITHEN, COMUVABEICEDIE L. BlEFEEZEUT
WRT .
@ 0, @ (50mi/min). 673K E THHE
@ 0, REH(S0ml/min). 15min FREF
@ He I8 F(50ml/min). 15min FREF
@ H, JEE T (50ml/min). 15min R
® He i (50ml/min). 1Smin FRIEF
® ZRETHAE. COBRBFEENE
@ co/pt=1 EREL. Pt oBEEEY

2.2, T REERIG

RAREE EFRR R E % B 0. A3 OFAR O £ 0.03g (BEY 15 THH)
ZRHWTITF- 7,

HTHLEE 823K T 2 R, Ny+H, (N;:H,=4:1) LB ZEfT, TORERFHK T T 423K
ETHWHAIL ., RIEAZMRIE 7O/ 0.25%. B# 3.0%. #ITE 200ml/min (/NF >
AHRER) L7k,

fREETEME T 423K 5 SOK BB CHIE Lz, RE L ZRICEEIELR 30 2BICK
JISH A% TCD WX 0oLz, 728, Kitami & Kyoto 22 W TIZAMEER FEAVNE <
FHERRNEEICNELTLE D 2D, IERESAEENAE TE TR EEDNRS,

3. WRLEER
3-1. Pt S EEE

—HORLEE T BRI TOMENEETH > 7=, :

TUITRLZ LB, pt D BELREEICEI D RAZD 0.17~075 DEZRLI.

Pt AEEICK T3 Pt HIREDOHEII/N S NEBZ 5N5, HBMIFD ALO-6 DRIFHE
IZDOWTid, BIROFEFEFAVARBHIBWT bt SBRENNS L BSEMBR S,
TS ORELTIL ALO-6 DRIFROMEINE L, BLWEHETHERET o =k
WBWT Pt HHENNS L3 ERNESNE,



E1 POBENEER

w2 mesh AT B4 PRk &4 CORER SHUE
(pmol/g)

Hakodate-0  24-50 H,PtCl, 773K 3h- air 193 0.75

Kobe BOR PYNO,)(NH,), 643K-1h-air 181 0.71

Kitami M HPtCl, 873K+ 4h- air 173 0.68

Nagoya-1 25-50  Pt(NO,),(NH,), 673K-3h-air— 168 0.65
623K-3h'H,

Kyoto 60-200 H,PtClq 723K +3h-0,~ 132 0.51
723K-3h-H,

Hakodate-11 ~ 24-50  H,PtCl, 773K -3h " air 118 . 0.46

Ichikawa BIR PtINO,(NH,), 623K+ 5h-(air?) 108 0.42
—453K-1h-H,

Hakodate-8  24-50 H,PtCl, 773K -3h-air 108 0.42

Hachioji BLR PH(NH,)CL 773K - 1h- air 53.3 0.21

Nagoya-2 25-50 PYNO,),(NH;), 873K-6h-air— 43.7 0.17
: 773K 6h-H,

32, 708 RBER S
RIRERER 1IGRT, 708G RIS L D k=< B s, UT0 42
—7RKBTES,
[ 1] Kitami, Kyoto
523K L EDRISERE TN VER(ERIHEHRBITHA LA, Kitami &
Kyoto {ZEHRIRD ALO-6 ZBWTMIEREMZ T bDTH 2,
[ IT] Hachioji, Hakodate-0, Nagoya-1, Nagoya-2
BN =T 11ERREEEDS AN, DRT TN ELEDRM
DSEPNITIR o 72, Hachioji 2R3z 3 DOREHT 25-50 mesh BEITER L7~
ALO-6 ZAWTHIERMNET > LD TH B,
[II] Xobe, Ichikawa
523K ETRIN—T[1] [I1EABEOEKEERTH. 523K B EORGE
BETT7 O/ ELRMESNITHML 7. Kobe & Ichikawa IE ALO-6 BEIRD
FERBULBDTH B,
[IV] Hakodate-8, Hakodate-11
SBK ETTUNVBRBERIGIIBELN -2, 623K LB TIHRREEE D
7ONCEERPRECRELS Aok, Thid, BEFICRINZINE NaOH
HERD Na DEECLZEDEEZ 5N5E, PHENFAEBETSH D Ichikawa
Kyoto 1R, ERFBEHENELE N &n 5. Pt Na iZ&R DERNICE(LL T
WBZLEREZ NS, '
PEDRERED, TONCBERKBICBNT, ﬁﬁﬁé?ﬁ*ﬁb:ﬁ LT Pt BTERR DR EN
MNENT &, RISET 5 MO 7S K OIS RIS N Na 2SR SIS 1




ERESKELTWAIENEZLSNS,

Pt 73HE ERDEEE. Pt EUE & TF QBB ZFNENE 2 S ” 3 I0RT. K58
SRR DT, EEEICE L THMEORR RERSD L <13 25-50mesh) & Na Fino
PRVBROREVEFTHSZ MM ofk. £ Na BEMERTWAWER T
Pt S RUEDVINE WIF EREATE o 208, BIZ Na MRS T BB T P8
MREVZEEBEERE N -, OB DODWTIEARBREMBRETHI LEZ NS,

PLEDRERIYD, PUALO; EOTON BB N T, MR FEB LT Na B0
FESRLEEQEESIHRATTHY., 51T ot SBE (Pt TR DEERRFT

HBIEBHGNERD T,
100 '
‘ O Nagoya-2 1.3 | e Nk at 523K
- ® Nagoya-1 . O 25(24)-50mesh at 473K
g0 .4 Hakodate-0 i 4 NaOHREIN at 573K
= 4 Hachioji o0
- -~ 0 Kitami = j .
3 60 " Kyoto 5 1r
O Yo Ichikawa § 1
W Lv Kobe < T .
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g 205k
20 R
D - 1 ] 1 L] 1 ) | 2 / 1 | : !
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Pt/ALO, 7 ny/ < MR X 5 75V DK FRL

BERFE LIS EEF
RUSIERR, =H 54

Pt/ALO, Bl 331 A FRALH 1R I FE M D BIR R T BT D—F B LT, Pt/ALO, 70
oy MRS BN TH IRV DK FRALE R AT,

1.F75vv DAL

F7EV DR BRI FIORTEV TN e 78V (TR0 THN R B E L, 7 i et 7400
B DHN) & CHEAIT T3 BKR G THD, LAL, Pt TR 5 T780y R FE ST ZOBERN
T, RESEDOT IV IEE T T GEAE T AR AERLZ,

OO 2-H, @ij T -3 0y
PYALO, v

4Ly Ty dﬂi}
2. EBRFE

2.1 Pt/ALO, DO

TUCD Pt/ALO, RREETA YA TR R SDUNTED 150~T75 4 m(100~200mesh)iZ 57 #k
LTSI ER U, B U7 il 100me & FE0ERY, iR 7T A O (Vo) A0 7 A FRICTE
HLTe, 230 T4 —F V7 I X0 BEBAEHER L2 135°CETMEARL . £OTE 15min
WBL, Z0%. JER &1L TA#E% 50ml/min OB THEIEFICHE, SHIT400°CET1h
THREL., ZOEE0ORECHEDOHEMMELETU L, BT, THRETAER 4Ol
B 1h, FSBTTOLOIC OV TIL dh kLT, %72, Hakodate0,8,11 iZ W TIIFARE OfE/RIC
#5TC, 500°C,3hDZERHFFERRE HEL THbRIFRIZAAELT,
2.2 RUSEEHSEOMM .

78y B FEREL T 200ml AR7FRAP Tn-NF I ACEREL , FRHERE BT, n-N7 IXIE
M ERERD, Bk, NEIEESRE L TRV — D ERHETR D - MY NT LY 40m]

b A




ZFOERDY ., KOSz, (F741y £ 0.195 mol/)
2.3 AKFILERAS

RISEBIZ A MV—7"% Az, BRUCAE, ERSRICIVKRIE T TRHRNICER
EIEEEAL, ZREEHL THLE RN MV-7 1B L, F—MV—7"NEKFE TERL,
BRPCIOINBL T, REEROBEN 200°CIZELIL &2 ATKES 25kg » f/cm* DESTH
HELU T, EBORMEZ RIGLREL, 200°C T 2h USRS,

FISH T, Il bizt—MVv-7" 2 BB ETKRBL | KREA -V LItk FID-4'2707h)"77
ROTERDE LT,
3. BB

SEEY 7 U 10RER T B8, Zo TR MBI > VT DR RY, MEHELLTH
Wiz PtE B HERICR LIICEED T,

%1 Pt/AlLO, itz L BT 74V DIEABKRIL RS

Pl 4 . H 3 st | FIHVY RS

gk @ (oumol/h/g-cat)

Kitami H,PtClg 20.6 8.0
Kyoto H,PtCl 17.0 6.7
Hakodate 0 H,PtCl, 13.5 5.3
Nagoya 1 (NH,),Pt(NO,), 8.1 3.2
Nagoya 2 (NH,),Pt(NO,), 0.8 | 0.3
Hachioji (NH,),PtCl, 1.6 | 0.6
Ichikawa (NH,),Pt(NO,), 53 2.1

*¥1 WP ORISTERICBWTHERDIL, TRV DOHA ThH-oT,
*2 RRSEER. ERTNAEE BAERE - B AR EE Y ICREL TEELE,

R bOEREIE WG R R, TIRBRAESE, FRETRERENPRERRDL
. B BT A LIIEETHD, LHLRRE, HERBHI OV TRDE, RIMNLHLIR
91T HPtCl, DB FHHL 7= Pt/ALO, filifias, fho> HZE R HFFRL 7 i T B~ TR T
Hot, BELIHEREHZ LT Pt OHSEEICRERBEVRHLLOLEDLND,



5 wt% Pt/AIpO3iz LB TF L > DK EAL
(LK) OmfEiEs:

HE  ROEMRKRILKIED—DTHZ T F L VKR T. 5 wi% PARO3D FEH#E i % 5t
Blee TF L OKFER, BARILOBRARIEE L THSh 55 OFEND 2D, KIS
WS, —ERESERVTREEE LETFL VI, KEHT ORI LD & UlE K
FEFH—ET DML, ¥RRERERZETIY D EERT D, WHOL 2T H
. ER TR, KEOBRRETESHEEWELDEINTNS, KiK. BRTERIFL
AL TOR, KERIZEUTLRTH 3. TF L2 OKEERISE. &BEOSHRME I kEL
IRNHESRESICAEINTNR Z &S, BREIBHIZISBOSEEKETIHD LT
Hans,

B : RONZEERFRER T o /2. il CmgBE) 2RE3.2mm /51 Ly & ALKE
FIZREL, HyCRTAEET o/, BT, BraNTWARWREITII400 CTIEN, 37
BT E NTV B BRBHER TR GBSTHE D100 °C B OFUEHIA00 T) 0. ST - .
HoBR 3 30 m/min & U7, RIGREIEOCEL, RIEHAQHAKIZ. TF1L > 2 mlnn, Hy3
mlmin, He20ml/min & Ujz, &£RNIAF I Y 7 2B T—EER B EICEEH L, Porapak-Q&
Porapak-REERE L1 T ATHH L=,

WHREER  FHERET L ETS, MROVORRE, FRUCLDIKEHME AV 0
B WS Nz, FRIIBLRNY BULTH o, EORREMICH B & 5 ICAHER B
DAOROMEAFAL. RIEHAEZHeTHRT 5 Z & IC K0 RUEME LI, T/, ELR%
E<HA BT, BOREETW, 2hc#s TIF L OHED T,

IF L VIEEROEEE L ERL 2I2RY. WTNOMIET S, RO R LI A
Ik, IRBEREIELRERD LS ITRGREEBELEN, 1F&AEDRETO0 %L,
DREIELRIES NI, O BATER Y= ) O B2 EL 2157, HMEBREmNED, G
B S HEIM U 7 BT TR M7= ) OFF A E B OBEN kE <, MlEROBE/EEL < 5
fliL T3 HDEREX SR, BEOFFMEIUTOEBDTH -7,

Kyoto > Kobe > Kitami > Ichikawa > Nagoya-1 > Hakodate-0 = Nagoya-2
> Hakodate-11 > Hakodate-8 >> Hachioji

[PANH 3)4]Ch% P & U 7= Hachiofi A3 12 {R N EME 2R L2 & &4 5, [PANH3)}IChIIPHE Iz i
LTnWanT End, :

FOBHITAMEEERN LR LB O HETFLEDS OMRS -7=, U EF U 7= il 0 3 : % |
FATET Lt OFEMER L7z, B0 EPUROBBRET~NE E T 3, HPtCgk i 1n
7 filii i3 Kyoto & Hakodate-8 2 W T R TiEH: 0 ERAIRE S NJ=, iz, PINO)(NH3)y %Pt
& UZefikiETid, KobeZ TR T I AERBR SN,

B 3k
D) KRR, 7 TS EATEMBRIS | p 5S4 #REYIIOF T4
(1985) .
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Fig. 1. Time course of ethylene hydrogenation
conversion on 5 wi% PH/Al;Oa.
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Fig. 2. Time course of ethylene hydrogenation
conversion on 5 wi% PHAIzOg.

Table 1. Pt source and activity of 5 wi% Pi/AloOg.

Sample Pt source Activity/mmol g-cat™ min!
Kobe PH{NO2)2(NHa)2 52.2
Kitami HaPtClg 50.1
Hakodate-0 HoPtClg 44.6
Hakodate-11 HoPtClg 40.9

Table 2. Pt source and activity of 5 wi% Pt/Al;O4,

Sample Pt source Activity/mmol g-cat™! min™
Kyoto HsPiClg 56.3
Ichikawa Pt{NO2)2(NH3z)2 49.6
Nagoya-1 PHNO5)2{NH3)2 46.1
Nagoya-2 PHNO2)2(NHs)2 44.0
Hakodate-8 H2PIClg 35.8
Hachioji [PH{NH3)4ICl2 0.9
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Figure 1 Schematic of reaction system.
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Figure 1 Catalytic oxidation of methane over supporte Pt catalysts.
Reaction conditions: CHa, 1 vol%; air, 99 vol%; S.V., 48 000 hl,



