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K1 :YREATA b+ (FEEHIIRC-Z-YS5.3)
A5 [NH.} /| [NH, ] / PR/ EA S A ek /2 A | R FR| R
Code| /g Nt [ O e et | 1 | [N TR || AR | vt | e
1 (NH:),S04| 0.9 | 046 9 60°C | 1hr | %L ﬁEi‘i’@Q AL
@A (NH.),80,| 0.9 | 17 2'4-’;9(;5'%“% 60C | 10r [P C0CT 0c|—me| 2 Issoic| smr | o
. ) 2513 B)
2.36 (60CT
3@ A (NH),80,| 3 | 16 9 D I s AL
JEE (NH),S0. 3 | 16 9 90°C | 2 2'37?}530;(;—6 130°C |—| 2 iss0C| 3me | 2
Y2 | 10g(s | NENGs | 28 | 1 100 | 80°C | 2hr | 100 7L
2E AP YT NHNO, | 28 1 100 |80C | 2hr | 100 |110°C|—8e) 2 Kisssc| 3he | air
Y22 NHNO, | 09 | 1 32 180C | 2hr | 100 L
2EIB 19 g (5| NHNO; | 09 | 1 32 |80C |20 | 100 |10 |—m[ 2 Kiss0C] she | air
3EEB Yy F) NHNO, | 28 1 100 80°C | 2hr 100 7L
4B NHNO, | 28 | 1 100 |80 | 2he | 100 |10c|—8e| 2K 50| 3hr | dryair
Y3 NHNO; | 3.5 | 025 50 110°C (Zﬁ;g) #FE? =R B AL
10g
24 hr " g e | 2K .
2B NH,NO, | 3.5 | 025 0 |10C| pee | WER | BR —pe| %N SSOC| 6hr | dryair
Y32 NHNO, | 09 | 025 13 [110C é;%f) $iE | =R |~ 2L
] NH,NO; | 09 | 025 3 |110C %gg wE =R - 2K ss0c| 3 | air
10g { = ) min
3EE NH,NO; | 3.5 | 025 5o |ioc| 2N wm | mE g AL
(AFED
2 hr 12K )
AEE NHNO, | 3.5 | 025 50 |10C| eon | BIE 130T 8| % NI SS6C| 3br | diyain
Y4 | 50g |NHNO,| 8 | 15 20 |70C| 4| 20 |io0ci—me| 2K a0c| b | N,
Y4-2 NH,NO; | 0.9 | 1.5 23 70°C | 4hr 20 100C |—iE| &L
JE B NHNO; | 09 | 1.5 23 [70°C | abe | 20 |100C|—#e[ 2 Niss0C| 3 | air
A 08 [WAnNo, | 8 |13 50 | 70C | 4br 20 |100°C | — Kk 2L
A E NHNO; | 8 | 15 0|70 | abr | 20 [100%C|—BE| 25550 | 3he | dryair
9K :
Y5 |5 0| NHNOs | 8 1 0 |s0C| the | 7GE) [120C|4he| 2K s40C 3500 | air
=8 Y7 nuNo, | s 1 30 |80C| 1hr | 7GE) |120C|4hr n‘;’iff.] 540°C |3.5hr| air
Y52 NH,NO, | 09 | 1 32 | 80C | 1br | 7(E) |120C |4t L
2EE| [ N0 | 09 | 32 . [80C | the | 7GE) [120C|4br[S281550C| 3br | air
g :
3EES Y F)| NHNO; | 8 1.5 50 80°C | 1hr | 7(GE) |[120°C|4hr 2L
Nl NHNO; | 8 | 15 50 [soC| 1he | 70mE) [120C|4nr| 28 ss0C| 3hr | dryair
#z2 EF¥ATHA L (REHIIRC-Z-M15 (1))
YAZ [NH,] /| [NH] / k€A F A Pk A Bk FE | B
Code| ¢ hgg | N o), |mot dnr®| s | B | N IS0 e | e (P | g | O | RS
M1 NHCL| 10 | 2. 9 60°C | 1hr 10 L
ome| 8 [ nmar | 10 | 19 10 60°C | 1hr 50 1120°C| 4hr ifi”nﬁ 550°C | 1hr | dryair
M2 | s [NHNO 6 | 100 | 80C | 2br | 100 2L
2MA| /Sy F)NHNOS 63 | 1 100 |soc|z2ne | 100 |110C|—M ;fﬂﬁ 535°C| 3br | air
e — 12K ;
Ma21] o B2 INHNO)| 63 | 1 100 | 60°C | 2br | 100|110 |~} 25| 400°C] 3hr | dryair




10g(5 2K .
M2-22) ¢, £ NH,NO;| 63 1 100 30°C | 2hr 100 110°C | —HE| - - 400°C| 3 hr | dry air
M2-23| 1o, (5 [NELNO;| 63 1 100 60C | 2hr 100 L
2[E B {73 F) [NH,NO,! 63 1 100 60°C | 2hr 100 110°C |—Ha nfiffl 400°C} 3 hr | dryair
M2-21| 102 (5 [NH,NO,| 63 1 100 80°C | 2hr 100 AL
2EE |y F) [NHNO,| 63 | 1 100 |80C | 2he | 100 |110C |~ 25\ [400C| 3hr | dryair
M3A | 25g [NH,NO,| 11 0.9 20 80°C | 24 hr 120 100°C [12he| ? [500°C| 6hr | air
M3B | 25g | NH,CI| 12 0.9 20 80°C | 24 hr 120 100°C [12hr| 2 [500°C| 6hr | air
M3C NH,NO,;| 4 0.3 20 30°C | 24 hr 10 7L
2BB| 25g |NHNO;| 4 0.3 20 30°C | 24 hr 10 2L
3EH NH,NO;| 4 0.3 20 30°C | 24 hr 120 [100°C[12hd 2 500°C| 6br [ air
M3D NHCl | 4 0.3 20 80°C | 24 br 10 2L
2EH| 255 | NH,Cl| 4 0.3 20 80°C |24 hr 10 L
JEH NHCl | 4 0.3 20 80°C | 24 hr 120 [100°C[12hr] 2 [500C| 6hr | air
M4 NH,CI | 13 1 20 80°C | 10 hr LBHEFET, BVEL
2B 0g@ NH,Cl | 13 1 20 80°C | 4hr TELEFET. BVIEL
3EIR| <5y | NHCL| 13 1 ,20 80C | 4hr LB EET, RYVIEL
60°Cx12hr +
? -
4@ H NH,CI | 13 1 20 80°C | 4hr {2 (10-15[=) 120°Cx6hr BIMEIS40°C| 6hr | N,
M5 NH/NO;: 7 0.25 50 110°C é;% HE? | BB i—8® 7L
10g
24 hr 12K .
2[ER NH,NO;| 7 0.25 50 110°C ) #E? =B |—He| . 5|550°C| 6hr | dryair
24 hr el 2K ] .
M5-21] 10g |NHNO,| 7 0.25 50 60°C () 2413 £l | min” 400°C| 3 hr | dry air
24 hr ol 2K ,
M5-221 10g [NHNO,| 7 0.25 50 30°C (S E) #E =i |—# min! 400°C | 3 hr | dryair
M5-23 NH,NO;| 7 0.25 50 60°C égg) | =il |~ 2L
10g
24 hr _wl 2K .
2E B NHNO;| 7 0.25 50 60°C (6 E) #la =il |—Hh min! 400°C| 3 hr | dry air
M5-24 NHNG,;| 7 0.25 50 80°C é;%f) #ml iR |—i 2L
10g
24 hr | 2K .
2[E R NH,NO;| 7 0.25 50 80°C BE) = FiR | . 1[400°C| 3hr | dryair
M7 | S0g [NHNO,| 10 | 08 20 |70C| 4| 20 |100C|—me nzmlﬁ. 400C| 30r | N,
m721| 50g [NHNOS| 10 | 08 20 |60 | anc | 20 |100C [~ 25 400°C| 3be | dryair
M7-22| 50g [NHNO,;| 10 0.8 20 80°C | 4hr 20 100°C | —Hk nfif.l 400°C| 3 hr | dryair
M7-23| 50g [NH,NO,| 10 0.8 20 60C | 4hr 20 100°C |—Hf 2L
JEE | 50g |NHNO, 10 | 08 20 f6oC|4n | 20  [100C |- 2K a00C 3hr | dryair
M7-24) 50g [NH,NO,| 10 0.8 20 80°C | 4hr 20 100°C |—Ha 2L
2B [ 50g INH,NO;| 10 0.8 20 80°C | 4hr 20 100°C |—8k nfnli‘ 400°C | 3 hr | dryair
M8 | 5,6 [NHaNOs| 18 1 30 80C [ thr [ 736D 2L
2EE |7y F) NN, 18 | 1 30 | 80°C | 1hr | 7GE) |120C|4hr n?if., 540°C [3.50r | air
12g(6 2K .
M8-21 ¢ /g;) NHNO,| 18 1 30 60°C | 1he [ 7(3ENH [120°C|4hr i) 400°C} 3 br | dry air
12g(6 2K .
M8-22( ¢ f;) NH,NO;| 18 1 30 80°C | 1hr | 7M@) [120C|4hr| . 5|400C | 3hr | dryair
M8-23 1 , (6 [NHaNOs| 18 I 30 60°C | 1hr | 7(3ED L
2B 8 | 2%y F)[NHNO;| 18 1 30 60°C | 1hr | 7(E) [120C|4br nfif.l 400°C | 3 hr | dry air
M8-24| 15, (¢ [NHNO;| 18 1 30 80C | 1hr | 7(3ED) 2L
2@ E |73y F) [NH,NO,| 18 1 30 80°C | 1hr | 7(3E) |[120C|4hr nfif_l 400°C | 3br | dryair




ICPENESITEIZEDAI. NaDES
(EREF) #AkEn

[CPRAEGTIECI DALl NaDERZER LK, D& RUERLUTIZRLE,
—HRBHIOWTEEF—F L LTS i DEERE LR L,

P ATEE
Al. NagEg
PR FRAHAEE — R KA TR LRI A TERE L =,
Al EZTICPEXESIEICLVRELE,
Na : EAT T4 FROEEERE (0.004mmol/g EAF) DALRFEMEEIZTHRIEL,
Z OIS T CPEESITEICIVRAELE,

I CP¥NfEEB : SHIMADZU ICPS-8000
R EE : HITACHI Z-6100

SiERE
RABETAL ) EFMBEERL LI CPRESIFEBICLVRAEL-,

SR
BET—A
-+ Al Na R Si Si02/A1203
(mmel/g) | (mmol/g) %) (mmol/g) | (mol ratio)
Y2-2 3.79 0.12 97 9.86 5.22
Y3-2 4.00 0.11 97 9.86 4.92
Y4-2 367 0.27 93 - 9.88 5.38
Y5-2 441 0.19 96 11.6 5.25
M2-21 1.82 0.018 99.0 13.0 14.2
M2-22 1.85 0.020 98.9 - —
M2-23 1.83 0.005 99.7 - —
M2-24 1.78 0.004 99.8 — -
M5-21 1.81 0.087 95.2 13.1 14.5
M5-22 1.86 0.104 94.4 — -
M5-23 1.87 0.010 99.5 — L=
M5-24 1.97 0.005 99.7 - -
M7-21 1.98 0.075 96.2 ' 13.0 13.1
M7-22 1.90 0.069 96.4 — e
M7-23 1.99 0.005 99.8 - —
M7-24 1.78 0.004 99.8 - —
M8-21 1.78 0.039 97.8 13.1 14.7
M8-22 1.73 0.044 97.4 - -
M8-23 | - 1.77 <0.004 >99.8 — —
M8-24 1.74 <0.004 >89.8 — —




%

i

YHE, TATTA PEBIL, BEEORADEDTRICERLL,

Y&
A+ THEMN) A7+ 3
Yn—2 Yn BECC)

Y1 (n=1) — 93 60. 90
Y2 (n=2) 97 88 80

Y3 (n=3) 97 78 110

Y4 (n=4) 93 68 70

Y5 (n=5) 96 88 80

- SEEORBHEDOF R TRBRRRENR T,
 [NH /[N a]l R OBESZHRBICHE L TWDH EEXLND,

ENTFFA b
LHE (%) TR (%)
g2#a1-+ | 60°C 1H | 80°C 1E | 60°C 2[@ | 80°C 2[g]
Mn-21 Mn-22 Mn-23 Mn-24 Mn &
M2 (n=2) 99.0 98.9 99.7 99.8 >99.8 | 80°C 2[H
M5 (n=5) 95.2 94.4 99.5 99.7 99.8 | 110°C 2@
M7 (n=7) 96.2 96.4 99.8 99.8 964 | 70°C 1[H
M8 (n=8) 97.8 97.4 >99.8 >99.8 >99.8 | 80°C 2[q]

- 6 0°CE 8 0CTHIRE L EOFRTHMBIZKE S HBT B,

CWBEE S 1 RITOTHREOEIZIINH,L]/IN alEFdH D EBbiLs,

LA




Y B AT AR XRD i 2iks 5

e (b Rk Tkt
R &%
29 \
1. By Bk
VoI N NO23 NO25
JRC-Z-Y5.3 JCR-Z-HY5.3
Na-Y H90-Y
e4x ) ¥k ¥xk
Si02/A1203 (mol retio) 53 5.3
Na20 ( wi% ) 14. 0 1.1
HEEHE (m2/p) 728 692
MAEH (ml/g) 0. 40 ' 0. 42

2. HETHLRAF M ENT Y RSN Y B XRD
il F i3
3. BFYHORSILE

NaY TD20=15.6",18. 7", 20. 3°, 23.6°, 27. 0", 31. 4° DB RO —I A8
L. NaY DENEI00E L7 BEDIT RO L5100t

YT FEMENaY | #5¥EHY | No320 | No358 No301 | No339

Y3-2 Y5-2 Y2-2 Y4-2

BROY—7DE#| 44114 | 43293 | 36496 | 24098 | 12606 | 12774
E—IA 100.0 98.1 82.7 54.6 28.6 29.0
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24

VT FA ~D XRD HIE
(RITKEEET) BFrHER - O/ VafE2

BRFEEICL VERE I H-EATF 4 FOEK X REH (XRD) 2, LITOEETHE LML,
[RIE Sl &]
18 : YA RINT2400
AESM : IR CuKal# (A=15405 A), 40kV- 100 mA,
EEHE 20=5~40°
EEHE 1°%min (X7 v 7R 0.02°
HEFHE  Sonneveld BT L B8 7 X5 v w FigE
¥ EEIX(150), (241), (202), (3500EDEITE—27 L kb,

R EEE]

FEELD XRD 4 — o bROFFERETRIZRT, (150), (241), (202), (B50)EDEHT&—
HEOSE%. M2-21 DHE% 100 & U-MEXRELL TR &L, 97~104 &iro7o, BamiEEli
CHEENTWAREHIENbOLEZBND, 2=y MR M5-22 128V TR K(E 28124°
Elaotz, ZOEE ST M2 &3 CrE-0.8~-2.8%. M5 Ti 0~-0.9%. M7 TiZ-0.7~-2.0%.
M8 TiZ-0.8~-3.0% & 7 o7, £EMIC M5 D=y hEAMEREBEED THB I b1 Db, 2%EL
b=y MEAEENIEDY LEREOEICT U —F 4 v EDWE, ZhE 3 20OFRBTRRET LI
= LR EORER R E L AEERSH DN, 2L LTXRD 5 RAR D EFHBRMIC K E =T
HNLEZ HND, TRV, BEN =y MEAGREE R L M2-23 & M7-24, BEXREEZRL
7= M5-22. B/ME% R Lz M8-21 mEF ¥ — 2571,

ot (197 74 B (26) Py BT ER/ A fm g b
T=F (1500 @4DE (02E (@50@E BESL 4 b . ERVAY

M2-21 22,256 23.149 25.616 26.258 100 20.20 18.19  7.439 2732
M2-22 22254 23.180 25.624 26.257 97 2046 18,19  7.517 2797
M2-23 22.294 23.201 25.646 26.285 103 20.356 18.20 7.486 2773
M2-24 22.295 23.212 25.651 26.275 101 20.46  18.23 7.519 2805

M5-21  22.290 23.206 25.642 26.283 100 20.43 18.20 17.514 2794
M5-22 22.288 23.211 25.649 26.272 100 20.49 18.23  7.528 2812
M5-23 22.288 23.211 25.644 26.280 100 20.49 18.20 7.530 = 2808
M5-24  22.304 23.200 25.657 26.298 101 20.41 18.19  7.506 2787

M7-21 22288 23.195 25.650 26.285 100 20.31 18.19 * 7.473 2761
M7-22 22292 23.193 25.655 26.281 101 20.28 1821 7.461 2755
M7-23 22293 23.197 25.649 26.291 99 20.30 18.18 7.471 2758
M7-24 22,298 23.209 25649 26.281 99 20.41 18.22  17.506 2792

M8-21 22296 23.187 25.656 26.289 99 20.18 18.19 7.432 2729
M8-22 22299 23.214 25.658 26.289 103 20.41 18.20 7.502 2787
22.288 23.192 25.648 26.277 104 20.32 18.21 7.475 2766
22.299 23.245 25.656 26.284 101 20.40 18.23  7.502 2789




1(202)
(150)

| (350) M2-23

M5-22

M7-24

M8-21 ]

20 (degree CuKo)

ENVTFHA D XRD




BATA DA A2 SRR~ DS A E

(528%)

(B ARG

OffiFrfne - PR

BATA MDA F AR 2 OTREDERE N AN SRS AE Lz, @Ik
2T, 7% 300C, 4BMEZERCHEERL, 2OV IADERFHIEL, REROE
HICAWe, ERTARESERT. FREUSEHVAMFEE-BELSORP36 (AXK
~NERERD R L CREERIRE T o, ABXE 0.99 £ CRAERIEEZITRV., F0%
HESERZHE LU, Bon-SR5c, BE THELEA L THERERE, tHEck v

HHERD-,

12-2. 222 fh-2 T5-9 mo—2f
bk NO.314 | NO.333 | NO.352 | NO.371 | NO.389
F—4# No. 000717-1 | 000827-4 | 000717-2 | 000725-1 | 000827-3
HE (Ba%) g 0.1884 0.0887 0.1494 0.1383 0.1542
FACTOR 0.7814 0.7423 0.7709 0.8655 0.8811
BE Tk
BET % 5/ m2 gl 772 773 1277 898 433
CEH 8700 11985 9815 7621 16755
t ¥k
MEBRETE m2-g! 11.1 51.9 17.2 10.8 21.6
HIFLAERL miliq.) - g1 0.336 0.273 0.529 0.369 0.161
DH #: (R
FEFLYeRR 2 (D), nm — — 1.74 — —
TR Y — 7 (&), 'nm — — 1.74 — —
HIFLAR,ml-g! 0.093 0.047 0.101 0.067 0.027

[

M2-22  Ma-23 M2-26 MF <] yE)z

e NO407 | NO.425 | N0O.443 | NO.461 | NO.479
5—4% No. 000827-1 | 000719-3 | 000721-1 | 000721-2 | 000721-3
HE K% ¢ 0.1332 0.1135 0.1251 0.1237 0.1208
FACTOR 0.8769 0.8812 0.8785 0.8894 0.9285
BE T '
BET & /475,/ m2 g1 433 434 434 459 437
CEH 46795 24023 8989 112833 12628
tik
AR EMEE m2-gl 21.9 25.8 244 25.9 25.3
HFLAR, ml(lig)-g! 0.160 0.161 0.160 0.166 0.158
DH ik (REH0)
LR v — 2 (fFD, nm — — — — —
MFLEREY— 27 (($8),nm — — — — —
HIFLARE, ‘ml-gt 0.026 0.082 0.074 0.079 0.079




=

NO.497 | NO515 | NO.534 | NO.553 | NO.572

F—4# No. 000724-1 | 000724-2 | 000725-2 | 000727-1 | 0007271
HRE (REHB) /g 0.1416 0.1442 0.1353 0.1358 0.1219
FACTOR 0.9025 0.8836 0.8954 0.8525 0.9384
BETis
BET % Ak, m2 g1 425 434 442 456 436
CEH 26590 13716 19091 23299 37768
t ik :

AR/ m2- g1 23.8 24.5 18.0 25.5 24.3
HFLAER /mlllig)-g! 0.157 0.160 0.169 0.171 0.160
DH % G 1)

MrLEE Y — 7 (8D, nm — — — — —
HIFLY4R 7 (5D, nm — — — — —
HFLAFEml-g1 0.077 0.073 0.071 0.081 0.074

Mmg-2.]

AR NO.591 | NO.610 | NO.629 | NO.648 | NO.667
%—4 No. 000727-3 | 000809-1 | 000803-2 | 000803-3 | 000807-1

"E (5% g 0.1217 0.1077 0.1452 0.1888 0.1219
FACTOR 0.8968 0.8665 0.8957 0.9103 0.8560
BET#%

BET % &,/ m2-g?! 443 451 422 407 420
CEH 15477 12915 11196 6843 16949
t ¥R
SRR, m2-g! 24.0 25.4 23.5 21.6 23.2
LA/ mliq.) g1 0.164 0.166 0.155 0.150 0.153

DH # (50
HFLEE e — 7 (mHD),/nm — — — — —
ML ©°— 7 (), nm — — — — —
HIFLAR, ‘ml-g! 0.073 0.078 0.073 0.062 0.070




HEIY A5 A hD SEM E£
(Athesesm k) OEITHERI - EEF A

1. 1T
JRC-Z-Y53 B LT, JRC-Z-MI5QNZ->WT SEM BE % 1T o7,

2. ER
SEM BEIZHR L 2RBHT, ko 15BETH B,
(1) HYHEEAZ A b (4585 : Y2-2, Y3-2, Y4-2, Y5-2)
(2) HEELTFA4 b (16588 : M2-21, M2-22, M2-23, M2-24, M5-21, M5-22, M5-23, M5-24,
M7-21, M7-22, M7-23, M7-24, M8-21, M8-22, M8-23, M8-24)
72 SEMBEIL, EERETHEME (Al ; S-4100) %AV TITo 1k,

3. HER
YHEPAZA FBIO, EAFSA MO SEMEEZENRFH, B 1., 25T, TOFE. &
VIMLEBYREFTA b, EATFA FOBROE{LIZR AN T,

200kVx 30.0K 1.0pum

Y2-2 (No. 307)

20.0kvx 30.0K 1.0pum 200kVx 30.0K 1.0pm

Y4-2 (No. 345) Y5-2 (No. 364)
K1 YEYASA O SEM#&



20.0kVx 30.0K 1.0pum

M2-21 (No. 382)

—
20.0kVx 30.0K 1.0 pum

M2-23 (No. 418)

20.0kVx 300K 1.0pum

M5-21 (No. 454)

20.0kVx 30.0K 1.0pm

M5-23 (No. 490)

200kVx 300K 1.0um

M2-22 (No. 400)

20.0kVx 300K 1.0pm

M2-24 (No. 436)

200kvVx 300K 1.0um

M5-22 (No. 472)

|- —|
20.0kVx 300K 1.0pm

MS5-24 (No. 508)



20.0kVx 300K

M7-21 (No. 527)

20.0kV x 300K

20.0kV x 30.0K

M8-21 (No. 603)

20.0kV x 300K

M3-23 (No. 641)

M7-23 (No. 565)

1.0 pm 20.0 kV x 30.0 K

1.0 pm 20.0 kV x 30.0 K

1.0 pm 20.0kV x 30.0K

1.0 um 20.0KkV x 30.0K

H2 ®NTFA bDSEME

1.0 pm

M7-22 (No. 546)

1.0 pm

M7-24 (No. 584)

1.0 um

M8-22 (No. 622)

1.0 um

M8-24 (No. 660)



N, BIC & AN HHBRONE (YE)
(EHF) R — - OB RAE

1. N&E |
YETAT A M3 4L SRAEOAEENBI k> T, BEOYA 7 0BT EIMCA Y RT & |
BT 5, 22 TRNEESRBEAEL, BIHEZ L > TA VY ETEROMILSFHRBROBEHET |

Y fo

2. =B
0 25 E : Micromeritics -8 ASAP2010
HERTAEE : 300°CEZMA (12h lk)
N W 3% R ERRE CRIE
8 :ASAP2010 18 Y 7 b U = 7o THIFL oM i 2 B, SHEICIIREESB R 2R
L. BIHETITo/, S8 CBET REELHE L.,
3. R

NaY DRESRFIL, EAFA b0 IR~ 7 aRTHHEICBEOIEOKE TH Y, SERERIT
v A 7 R T RERICETERRIZ/AAEZN Y2 2B L NY32 Tid. e AF Y Y ANL—TFRENTE,
RRZ Y3-2 135 P/RPofI(0.5~0.9 1) IeKERA—TRENZ, Y42, Y5-2 OEEMRITITE AT Y
VAEEAETEELR,

M 11z BJH LR B LT, BEEO NaY iIcid A VR 7ZIEELRY, Y2-2, Y32 TidA Y
A7 ERPHERI N, B, Y22 TiX VABEDOA VYRTHERLEZOIHR L, Y3-2 it 40A1
MAT 100A%FLETEAYRTDERPHERTE L, —F, Y42, Y5-2 TIIA Y RT7 OERIT
FERTERPoTE,

FEFO BET REHEZ R 11RT, NaY IZBA~T Y5-2 PAMIRAHEBED Lien, ZoBb &
BRI N E Do e,

BEZIERWL 2EEVIEL TITo 8, REHC Ko TREEROMEXEIC- o 2 BRESRD
Nipdote (WZIEY2-2) . Y2213 20 %DAKRDEEATEY, BEIC X HHIAER T+
AR LN R E Z b5, K1 OMILSAABRIZ IR & RERE2 VDS, BET RE
HIIZHIBEDRENESENHLEXILNS, '

# 1 BET REH
catalyst BET

surzface area
m/g)

NaY 750

Y2-2 679

Y3-2 695

Y4-2 695

Y5-2 793

|
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||||||| e e
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102
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iame
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b
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0.3
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1
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XPS IZ & SR EO R - BRI
(ER) {EHEER— - ORRILE

1. NE
XPS iz & Al FARKREOESE - EESFHEZITo7.

2. E&
EREE : PHI #£5! ESCA5500
fEH X #R : MgKa##(1253.6 eV)
ERE Y Bl NaY & 4 B 1 423z 8l,
FEATFFA b NaY & 7 REEOA 4 3308 ;
BRI ;10 mm OF 4 R ICHERF#E, BEbRLF—itey PLT1h e (ZERH,
120 °C) , =0#%, XPS EEFHIEFREICTESRH R (12h L, =E)

AIE c A RARZ [L (0-1100 eV) ZHIEHR, TR —27 0Fe—A7 ME2HIE,
O1s, Cls, Si2p, Al2p, N1s, NaKLL, AIKLL
fEHT C =2 frBi Cls (285.0 VI TRIE (F¥—T7 v 7DD} ,

TR E— R —)LFE Cu2p (932.75 eV), Audf (84.25 eV) & A THHE,
ALICBLTRA—Y =35 2 —4# (AIKLL & Al2p @) HEEHE L7
ERHECRY—EEE BV, EBABONY FT v 7 TASF ZMIELT,

8. fER

#1IY BOSMREREEFRT, Na B L TRIBERBERE Tholk, A A ZZMEO Si/Al Lhid
3.1~6.2 ThH 0. ZHILEE Na¥ @ 2.5 HHEMLTHWAZ 2, RIFHEE TR Al AREE T
WA LHEISND, 7= L, RERTR Al 0BERIKEBRE, AT VTBRYEOD AL -T2
5 A —H X 1460.4~1460.5 eV TH Y, ZhbIEHELORBOMEMBE b—HTD Y,

£ 2IEATFF A FOBIEBRELTY, FE Na o SYAL HE 5.5 7283, A 4RI, 8.9
~OT ERY  EAFFA PTHRFAREN DAL REE TWAZ &R ol HIELYRER
20, REEOEDOZETD R,

1) EiES, % 84 FIAMENHS A THE, 3E07 (1999)
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B3 MAS NMR IZ LB FAF T4 MEEOE M

(RKRI) #roEi

1. #%
YA T A MEBEROBEOHEARSHOBEERSHE MR ITBELER s TEY,
L DBIANELHOENTVD Y, ZORNMTH, ®SiMASNRIX, TD{EEI 7LD,
¥ATA PERNCHEET S AL 28D Si LADREFAAORERIBEONDIRE, EFF
A FOBEERTMT S LT, BEEROWRETHD, XX, Y BEFTA Mo T
A BBHIMCHETOLEFIL, FELICEVFELIFARDBRTWS?, RFRTIE, B4 |
T4 MERNICEDATNZAIREZERT S BRT, ¥®Si MAS MR DRIEZITo T,
2. ER

EEE 55 #RHE MAS NMR A~ h/VEERE JEOL GSX 270 # AW TC, TROFHETHES
1T-7,

PSiNMR : Single pulse, SF=53.17 MHz, PW=4.0 ps (40°), DE=200 ps, SP=2 k, NS=1024,

SW=12000 Hz, PD=15 s, BF=20 Hz, MAS=3.6 kHz

ALY e — 7 OMERERDZLERALNCTIEHIZ. NS (EEE) (38
BEObPR Lk, i, BEMEEFET 2720k, WEEHFIIT~TRCEHFTIT-
7o
3. HRLERE

1A AV RHRYFS5A4 FONMRBIEKREZ LT, YEELS T4 FDBE T,
WO Y B — 7 BERE T r— NT, ¥4 T4 MERBEERPRVEESATY
DI AR ENT, NMR O — 7 B S EHE L Si0/ALO i, EIE10T, A4
VASHARTOD Si04/ALO; B 5.3 IS KIBICHEM LTz, ZoZ ki, BREPLOHETAIN
B BREESTHEINEZ EBRFREN, o T, AL 4EM7T T< 6 B
DLONELEET B ERNFRIN, YREEFTA oIz onTiREDT T
LRI D AERNTRENEZ L LY, 550COEREEBHE LI EREALND,

Wiz, EATFAL FOBSELBT D, FEEEORERLIIRIBICRRY ., A 4 ZHRET
D Si0./ALOs H 15 12T, M2-2124 @ SiOy/ALO; tiiddh E W K& K BB Lo T,
H 2Rt B0, &< IT M5-21—24, M7-21—24, M8-21—24 Tik, B4 T A bHPD
SiO/ALOs HIZHI 15Ty A AV RHOFIR TIRE A PEL LD 0T, 2T, AIIRE
AT TS CRAWBRISNTWA I ERFER I, LiENoT, 400 COEERSENNE
UThoTobBLDONIS,

BHEL AT, NMR DO E—Z ICH v IARITAERENRON AP ofcZ L&D, B
F54 MEREDLORT I, BRARICRESHEIND I LIHERENT,

i |

ik
1) J. M. Thomas, J. Klinowski, Advances in Catalysis, 33, 199 (19853).
2) FRE—, BREEmR, #)E—. B4k, 1985, 7%.




Q4(3Al)
-89 ppm

Y2-2

Y3-2

Y4-2

Y5-2

Q4(0Al)
) Qdaay  -112ppm
oAy 0 “ooeem
-100 ppm JRC-Z-M15(1)

Q4(0Al)
-105 ppm

SiOp/Al,O4
=15

Si0,/Al,04

95 Si0p/AlyO3

=17

SiO4/AlpO4

=11 M2'22

SiO,/Al,05
=16

SiO5/Al,03

Zo s SiO5/Aly05

M2-23 1

Si0x/A03  M2-24

1 SiOp/Al,03
=9.5 5

=20

-100 -120 140 -80 ~100 120 140

ppm from TMS 29g; ppm from TMS 29g;

E1. A 4L THBEAS4 Fn29si MROBIEESR (1)



SiOy/Al,03

M5-21 =13

Si05/Aly04

M5-22 =16

SiO,/Al,04

M5-23 =15

SiO,/Al,O5

M5-24 5

SiOy/Al,O5
=16

M7-21

SiO,/Aly04
=16

=15

M7-24 Si0,/Al,05
=15
i NN
Si0,/AI,O
M8-21 R
V8.0 Si05/AlyO4

=15

Si05/Al,04

M8-23 —15

SiO4/Al,04
=15

-80 -100 -120 -140

ppm from TMS 29g;

-80 -100 -120 -140

ppm from TMS 298i

2. £ 4B EFTA b029Si NMROBIERE (2)

SiOp/AlO5 |

—



IR, TPD, NMRIZBIT A7 I VBEIT Lk BEAMEE 0 L4

(X -HET) K it W £

(IR HI%E)
IR A7 bA-ORFEL, B 8200PC Bl 7 — U m SHIRA I EFHIC KBr 2 BIR &+ 5 Hiz b
ZRWTIT R0z, WERHTLTOMY) T, BbNhiz2A~LY hr# Figla)-d)ilm Lis,

RIEEY AEMES 4000-1300cm™ HEES 400 [O
REE—F Absorbance Wieno@REE 4 om?

7 400mg EBVERY, #7 vy MRICERRE L, ThiEFFICHE L, HEE
BELT, LTOXL S RERETR -,

UV UVRBAA Y TO AT I ORE

BEEVICREBE LV 72— EHR L, BRFGET (7mUmin) 5Kmin™ T 723K & THIE LA
BeiTieoTz, FIBE TRAOEZEN S3X10Paic2d ETHR L. ZOBROA~Z hAZREIEL.
ENZWBEROR—R & Uiz, TO%, BEX 423K $THHL, 399Pa TLY PraRAICEAL,
FRICETDIETHRELRE G04). 417 EAT I U 3BKIZBVL T, 665Pa A LT 30 45WkE
SET, RETEYS, BERFFEREDICRENE S3IXI0Pa o232 FCHE L, T2 TIR A
N7 MERIEL, TOHYE Y P03 423K, 523K, 623K, 723K & BEHER LA, FBEIZBIT A IR
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EFEANOBREELTOY = b TEF S PO F R
—UE ) YA R AEC X B BREEE O Ml
2 B (BEXI)

1. ERAE

Bl 30 mg ZEMEICED, 300kgem > OESTHERE 2 cm D self-supported 74
7 (9.6 mg em™) WHE LR, BZES A VITBERUAGHEEIR )V (KBr 83R) &7
4RV BEY MU, DIBIREKERET 2728, T4 X7 % 403 K T 0.5 FREKS L
F=4%, 773 K ET0.5 REPITHRIBEL. BEREETEI LI 1 KRR L. ZRIC T
BLETTEY P VIRERIO IR AT MVEHE Lz, D%, 423K T13kPaDE)
VS HBA L, 0.5 BB ERET 0.5 BEHSA L. PEREBLY YV 2BRELE
B, AT MVERMELE. 6T, IBRBEEFARDL =D, 623 L 823 K TZENENO.S
AR LEBEO IR BIEDIT o AT PVERTATERIIBWTEEBRTHEL =,

2. BRLEE
21 H-Y BAS L bizDNWT
Fig. 1 I )Y VIEER OKBEMIEIRIFEEHD IR AT FIVERT, 3630 &
3550cm ! I FNh2Nalr —Y (super cage) ¥BY— (small cage) WCHEETHE
¥ Si(OH)Al SRR 23> 3745 em ! 24036 SiOH I L B3 RABRAIZ Wi,
Fig. 2 IZE U OV IkE#H 623 K T 0.5 BREHESNE UEBO R XY MLVERT, ¥
DO VIRFIZ LD, Brensted (B) BBARLOMEERICLZ L) V=0 A A4 D
Ny RiE 1544 em- iz, Lewis (L) BAICEMLAEE Y D O/ KA 1454 cm!
2, 1490 cm ICBERE LERMSIC L 2 DD FNEFNEHBSI Nz, 1544 £ 1454 cm
ORIGEEE D 53K DTz BEEE L BRDOENE % Table 1 ICE &8,

2.0

Table 1 Amount of Br¢fnsted and Lewis

acid sites of various H-Y zeolites

Sample Amount of acid sites® /a.u.

423 K 623 K 823K

B L B L B L

Absorbance

Y22 10 30 0.9 1.9 04 12
Y3-2 i5 29 1.6 1.5 0.7 12
Y4-2 1.2 24 1.0 1.6 05 1.5
Y52 1.1 3.1 1.0 1.8 04 11

0.0 | | | [
*The amounts of B and L acid sites were 4000 3800 3600 3400 3200 3000
obtained from the intensities of the 1544 Wavenumber /cm ™
and 1454 cm™ bands, respectively. ‘ ‘Fig. 1 IR spectra of H-Y before pyridine adsorption
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22 H-MOR AT 4 plizDWT

Fig. 3 ICB U ¥ L IRARIDKEREMHRIREIMEIBD IR A2 MLVERT, 3745 & 3610
cem! DN RiFFNZhILEH SiOH A & &8 SiOH)Al ILREZ N5,

Mr-21 (n=2,5,7,8) iZDOWTED P VIRBRHEERIT o, Fig. 4 IZEY D VIRE
%623 K THERUIZRD IR AT MLV ERT, £z, BEEL L BEOMXE% Table 2 12
F Lok,

2.0 2.5
Ls M8-21 § 20k % ‘
* m ﬁ'
| 2
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210 M8-21 |
5 :
73] il
< 1.0 M7-21 |
0.5 MS-21
0.5
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Fig. 4 IR spectra of H-MOR after adsorbed pyridine was desorbed at 623 K for 0.5 h
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Table 2 Amount of Brdnsted and Lewis acid sites of various H-MOR zeoljtes

Sample Amount of acid sites® /a.u.
423 K 623 K 823 K
B L B L B L
M2-21 2.7 05 22 0.6 1.2 0.6
M5-21 28 0.6 2.4 0.7 1.4 0.6
M7-21 2.6 0.6 2.3 0.7 1.3 0.7
M8-21 31 0.6 2.6 0.6 1.6 0.6

“The amounts of B and L acid sites were obtained from the intensities of the 1544 and 1454 cm™ bands, respectively.
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Fig. 3 IR spectra of H-MOR before pyridine adsorption
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FAREND, Eio, Y2 OWESIEMRIT Freundlich BT, Eh
LSS Henry B Chhoiz, FO928 Y2 IR NOIE
VR AR AT ARE LD,

LROBREEFEREL AFEIL Y

ELi,

THZ U TR R 1Y

33 HR EEOHRREER
331 REFR

Fig.5 12 Y2-2, Y3-2, Y4-2, Y52 D~ Yo
Fl(Y2-2 % 373K, ¥3-2~Y5-2 1L 523K 484D IEi»u’*’ rmﬁ%)
&R, Y3-2~Y5-2 ~DA OB SR ILET Henry
BC, Fo0las ELZIERUTHA, 37, Henry EIIL Fip.6
IR IIIIEE—ADBEIR TR LS TES, Henry EIK
)37 A—F% Table 1 (ZF &I, FEHIIITRA EO KN
Y3-2>Y52> Y423 Y22 DWETHD, —H7, Y2-2 D%
BAUIIFEEEELRIER Freundlich B & U1z, $72, BT R
find R Pl L T/ NS,
3.3.2 HEaMEAERR

Fig.7 & REHC BT AR ProfEaWNiniiiit D, ©
Arrhenius 7avhaR T, F70, Table 2 V2 Arrhenius F0D 237

A—H%RY, Fig TOEBINESEED Y7 (Fihb Y2,YS,

Y1, Y3, Y4&) THDDIIH L, REEDY T AT Y22 &k
<3 FRIZDWTRIER — O FE G PIEERE D, 7R LT, Fig.6
&7 235 Y22 Z RO RBHLIE M S L AR TLEEE (A LR
HEYRE TERL ChoeEZONS, —F, Y2-2 OF5 YL
MRS D, iR &< B THAX — E (/&0 10 k) mol’
'OIEHEA L TR — L EATAET O 4 BLDOT VIR

25-1

D, /m

M,/ mol kg

K /mol kg'! Pa?l

lo-M

]0-]5

lo-Iﬁ

0

T PTTTTd T T 1T 1T T1TT

L 11 a0l

Lot

ed0BO

I

001

0.002

™K

1

Fig.4 Bulzunu’Y””'l.’"d"?‘(l- (MEEFE) 121D

0.05

0.04

0.03

0.02

0.01

Fig. 5 A4 E %

i R IAD

1 :ﬁ(D“dUJ‘Ar'rheniru?‘ b

A
|

"8

LI S B S B B S S St I S B B

Y2-2/373K
Y3-2/523K
Y4-2/523K
Y5-2/523K

P I TR SR TR S R TR SE O

0

500
PP

1000

il

1500

2z kb

LT Iy W SRR

y : —
JI ff.’
o
10 | ;" o .
L ;o
r S
L f,’ ,:J
L Dg A
| Q["g’
Y
.5 -
w8 E
: ,'Eb O vi2 |
I /e V Y4-2
L ik ® Y52
”‘ i .
0.001 ().002 0.003
1 K 1
Fig.6 Huuy}:i_'a}kKU)hm A
Tuble |
fmolke ' Pa! I/ kI mal”!
Y3i-2 1.29L-Y 426
Y4-2 2.02E-9 381
Y5-2 4.44[-9 36.0

W EREHE S A USY FEN)IZ DWW CRIE L7 {4 kI mol™), @ UBEY 25 kI mol )R {E ol T, fit
Ha TR AHER P E U ChivE | BT R —HRER UL DT &M D, Y22 O T AT A0 (b

ORI RpDZENTHEND,



333 BRMEERE _

AL AREL Dy D Arrhenius 71y Fig.8 1259, Fig.8 O SILMEERE O 7 10 (T'=0.0015 [K')iod50
T, £05 Y3,Y4, Y1, Y5, Y2) Z2RLTCWD, Y BEATANIERIIC B A R EL TSR D,
RN L, AOBRELm R — E #FFOM. YI~Y5 M8 Y3-2, Y4-2, Y52 (ZREIRL TWAH, Y2-2 11k a5 %
B8R Freundlich B THHT-8 | Henry BILITRIRY | FOHEBGREITEAERFEL R 20[2]. Fig.8 1ZIXEHR
1500Pa TOF LIRS 7 oy bL TS, Y2-2 X, & PRI LE A% 3% B (D ERE H) A&,
LRI D, T Y3-2,Y4-2, Y52 L5 DL, fESPILERE D IFEOEA AL, L LAedis, Y2-
2 DL OTEREE T £ Y3-2, Y4-2, Y52 HiEReRARD LIS D,

101 £ . . . , = 1012 - , 3
% i i b I Y42
E w0 L | S 107 L ]
Q - ] Q . ]
_ N A Y22 I 4
' 0 Y32
- v Y42 - 1
® Y52
1016 . 1 A I 10°4 \ 1 : L
0.001 0.002 0.003 0.001 0.002 0.003
T / K- ™ /K'l
Fig.7 #& QML SR DArrhenius T vk Fig.8 IR RO Arrhenius TRk
Table 2
el | JEEETF D, | BiEbTRLE—
/m3%:! E /%) mol’!
Y2-2 2.54E-14 10.0
Y3-2 3.16E-13 24.6
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1) T.Masuda, K.Fukuda, Y.Fujikata, H.Ikeda and K.Hashimoto, “Measurement and Prediction of the Diffusivity of Y-
type Zeolite” Chem.Eng.Sci., 51, 1879-1888, (1996)
2) HWER “MFI B-BA 71 o fhENEORE R L FE N DI AL, 42,1, (2000)
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Table Summary of catalytic activity test for cumene cracking.
Sample lon-exchange Al-Na/mmol/lg Cumene conversion C deposited/mol/g-cat

level/% to benzene/%
v2-21 99.0 1.802 13.8 3.86
M2-22 98.9 1.830 14.9 3.74
M2-23 99.7 1.825
M2-24 09.8 1.776 15.4 2.34
M5-21 95.2 1.723 6.5 2.9
M7-21 96.2 1.905 12.2 2.77
M8-21 97.8 1.741 14.6 3.96
Y2-2 96.8 3.67 0 13.57
Y3-2 97.3 3.89 49 10.85
Y4-2 92.5 3.40 0 11.45
Y5-2 95.7 4.22 35.8 10.11
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Fig. 1 Cumene cracking activities on HM samples.
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Fig. 2 Cumene cracking activities on HY samples.




FTASA MEMESTETITO0DDEESRG
(LRI O ZE - BFE - ROt - ZHEBE

1.#E

BB A L7 ¢ ORI, iR - Ak oA S CHE SN TE RN, B 7 2 F
IR IINT A I RBREEICL o TCHEE XN A FIEESSRE > THD. ERA V7 4D
ABEIWANAH 50, FOHRO—2 & UTEREEFSBEHNSE 2 b 5. IESREhha i, &
YATNIT, BHYEATA b, BPOy/2 ¥ OFRKEAMENR TN TH 5. FIZBPO,OEATEMEE <,
HaHBEEEOBREEORBESMERIBFMERED. —F, HY A 74 FOARYITES T Y
U v ORBESMIGEVRSEED Z ENHEED, £ TANEL, YL T4 4R H-F
NTFFHA FDIGFRIZ 20T, 7o OREARIEEITR, &t L BEEY ORI DV TR
L.
2. RBHE

EEA SR, MEIERIEINERE (NARI0.6 ) E AW TITo . ABEORTRE L LT, FMmMpE
(0.5 g 2 ZE5 500°C, 2hHERk L, 500°C, 1hBERBER ZAT/i - 7o, RISH A7 v~/ (600 Torr)
AV, SR 200°C TTo 7. &R, EAOMADE» GIR{EBREROFTM LIz, FIS4ER
Wik, RSP RF o7 (0°C) THIEL, RIGERI L7 v 7RE% -190°CIZ LT, REIGERE X
VAR ERHE LS. 20 S v 7E2BRYALTHERL - 2Nz, RYRERE, *
O—EREFFRLTIAZ o (321635, ¥+ Y4 Y —H 7 ATC170130m X 0.53 mm LD.Df 1.0 um)
40 ~250°C, 5 °C/min D&HFTHH L.
3. HER

LI EHMH-YREAZ A POBEARIGOEEEZ 7T, BESTEMHEORFINIRIGRRA 120055 0 &
X, Y32>Y2-2, Y4-2>YS52 DEEE 2oz, Y24k, REEZH~TEESM E L, 480 I RIGHE
BT 5L, FORBLIEEALESIERK-TLEI N, Y2-243 1200 ISR EH LIEMEER L
To. RUSHOMBEDOAITYI-2 TIHBWEQZR LEDR, FhUAOREHIF LA TH-Tm. £k
WIS VE S R LTz Y22 o o IS W H R Th -7z, Linhd- il Rz REEMNIT L
TWaAEELLN, EHOETRERNEREEHMNENS.

X 2 [ E O RER ST 2T T, ERYORERSAILCy 6 Cis EFTRESELL TS,

Cs C7 Cg Cg Cq0.C41 Cy2-C

7

C4
40 ——Y2-2 —0— Y4-2 L

e ¥ 3-2 —a— Y52

Y2-2 |

Y3-2

Y4-2 |

Decrease in total pressure / %

Y5-2 |]

0 240 480 720 960 1200
Reaction time / min

0 20 40 60 80 100

M1 EfiH-YRFEFSA o Composition / %
Ta~AREEIEE - Kz EBHYHEAXTA M LB
A D R FE AT F



F
D
i<,
oy
-

T

v e

&

C oo

(=R

EEEMITHIREFEEOBEED Cg, CoDEISNE. L L Y3211 C DEIE AihdatE & T
%<, CoDEFERLIR. £l CuDEENRE L, BT iso-butane BBV, Y2-213 Cpo L LOEI G
AR

RIZEEH-ENT T A FOEARIEOEEZR?2, 3IT7T. BEEEITIM2-24 58 HEV A, 2]
BHE K DTEMOERZ R0l BHOETIRHYREAS A e ATHRL, Y22 & FHEMRE
B&m LT, M2-22, 23, 24, M5-22, M7-22, 23, 24137 ADAY Qflofitfto ke chiEs
JUHRIEELE2 2 L. FOMOMBERELTEX 2 L. HYRPAT A FEH-TATFTFA
r O OREHCRIGEMAER, GEEO LSRR LA, R L > CRE LR OBEITR A
HZZEPHARRCKREHEMOLOBERLS LERN SIS,

B4, 5SWEMRMORERSMETT. ERMOREBESFIIC4ME Cs TTHHLH-Y RS
T4 b & RERICEAERYILHRFR OBEMED Cq, CoThHot. HITMT-24, M8-24 13 Co DEIE
DML & ST E, RBEROAIIAME L3ZRH TV RohRho k.

o 40 ¢ 40
S —e— M2-21 —0— M5-21 f__ —— M7-21 —o0— M8-21
. [ —— M2-22 —— M5-22 o [~ —e— M7-22 —— MB§-22
5 30— M223 —a— M523 g 30 —a— M7-23 —— M8-23
2 —v— M2-24 —v— M5-24 8 | —w— M7-24 —— M8-24
jo N (=
g 20 g 20 = |
8 g =
2 2 e -
8 10 3 10 [ =
8 8 /"‘
) A f:
0 S [ 1 | ! | 1 | L
240 480 720 960 1200 0 240 480 720 960 1200
Reaction time / min Reaction time / min
B3 FEELTFA D 4 BHEEALTFHAFD
T AREETEN Tu~LEEATEME

C Cs C7 Cg Cg C10.C11 C12-Cis

N Z B
M7-21
M7-22
M7-23
M7-24
M8-21
M8-22 !
M8-23 3
M8-24 7
40 60 100 0 2|0 40 60 80 100
Composition / % Composition / %
B5 KMELTFA MILSD M6 FEEALTFA Mok
AR D RFE AR AR DR FE 53T



2 OAZ R THRBMESN o N AT SA Nl e T A 7 2=V DA et AR (2)

(EBXT) SREME OE RS- 8l

T4 DA AWETREEIN BT FAMBEEZE T = VDAY P RE AL BV SRR

DFHIEEIT 7,

a2 o

BP

KB

IPBP

DiPB TIPB

7 2= 1(100 mmol)&AREEE(0.5 g)E ANz 100 ml A — b 7L —7 ZERE BRI HRITHIE, 250°C I
EUCRE R THBRERAL, RNTT L2 E ALY, 7'l L% 0.8 MPa ilfkb, 250°C T4RF
MR SS %, GRS DEEAL., Wi A7 N S7 0—IC T, BERRUSBIRBLE

HL,

ERLEE

AL TEAT TAMERAWERE D
v'7 = VOER{LE% Fig.] (T, M5,
M7 BT M8 iLigIE—EDERLRERL
P28, M2 @ 21,22 [T BER{ LR AMEL .
23,24 TIIMh ORI TEV Mz LRI LR
Uz, £ AL, M2 @ 21,22 &<
TRTOMETIZIER —Th oz,
M2 @ 21,22 TiXVBH#AEDIPBYE /&
BR(PBP)IL AMiL LD /NEL | EBIZMIE
BE(TIPBYb OB AT, L
MERLER T, T2, M7 2T
TOREEIZRNT 21 & 22 O TIR{bR
DEEBHZENT,

ENTFTAMERERAWESEO
4,4°-DIPB 3&R$E% Fig2 RT, Zhb
OEBKEVIEE KIS LR %
B E T IeZ B BT 5, YT
PIZE—ETEV 4,4-DIPB BIREER
L7z, 4,4°-DIPB LASLO DIPB & DE
T FANBILN COERIISTHFREID
DI EEETHBILMD M, TRTO
RREIZ IO C RS O K ER Sy 2R 7L

100
—B— M2
~F— M5
80
~H- M7
g —F— M8
= 60~
[+]
"
2
§ 40
20
0
21 22 -z 24
Fig.1 Conversion of biphenyl in the isopropylation
over various H-mordenite samples.
100
-B— M2
—J— M5
gV e ¥ - W
o ;
= —F— M8
% 60
<
ki
H
:f_: 40
o
o2
[
]

20

21 22 23 24

Fig.2 Selectivities of 4,4'-DIPB In the isopropylation
over various H-mordenite samples.



A THRRBIRITETL TV BEEZBRS,

Y-EAFA b WEBEDY 7=
IR LR AR 5% Fig3 1277,
ERERITT S TOMBTIZIE 100%TH
ofre —H BB RITENTIE Y3-2
OYE . LT E R D IPBP DF
&MREL<, TIPB OFIERMENZ LMD,
M DT R BN EERLT
VW, T, Y2-2,Y42 BT Y52 D
&% IPBP BIZEALEEE T, TIPB @

=3

(=]

(=]
]

o
=]
1

= &
= =
] ]

Conversion & Product Distribution (%)
g
1

#ZELEV Y Y-BAZADZeILiX TIPB 0 o~ Y;_z'

D FEEICEA+5KE TIPB D o
Fig.3 Conversion of biphenyl and product distribution in

A A SLRRIWZIPHRIL 28 S, 2oz sk, the isopropylation over various H-Y zeolite samples.

Y2-2,Y4-2 KU Y52 DERIIARE 100
TORISEINTILLAZLANTOBERIK
BOFEEILDLDEE X HND,
Y-BATA M HWEBE D 4-IPBP K&
' 4,4°-DIPB #IREH Figd IR 7T,
4-IPBP BRI LIS OHESTE L ORI
MEXHEVLALR W, —
4,4-DIPB {IBUSOHEIT OB O FITY
EVVBIREERLTNS, LL, F0O%E
b ThRbOTHY, Y- 470
:I’Liﬁ'@’_’“:‘-'(.@ IPBP &Ut DIPB iﬁﬁ:ﬁ Fig.4 Selectivities of 4-IPBP and 4,4'-DIPB in the
ﬁﬁﬁ’f’%é?’t IFo kgg%ﬁo TV \57‘:&)\ isopropylation over various H-Y zeolite samples.
ZHATHIERBI O SR TS R CRISPETLTWBEE 2 b,

] apeP
3 4,4-DIPB

80

809

40

20+

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

Y3-2 Y4-2 Y5-2

]

M2 ZRWIG G 22 L 23 ODRITRERELROL LR AL,
wﬁww;ﬂ%tﬁww
BRSNS, Fio, MT EBRST N TORMEITISVNT 21 & 22 OF TRk M LU ZEn5, M7 Bt
2B B OAA L BRI IR BB EBE{LL., BrbEBm ELEEE L BbNS, —F . Y-E4 54
MRV TIEY3-2,Y2-2,Y4-2,Y5-2 DIE CRUSTEMNE 2o TRY, 4,4 -DIPB BIRRIE K F L,
Si0/ALO; DEALHIREDEESHLIDH, ﬁmwﬁﬁﬁ%@aﬁfﬂ%@\L_Eoﬂi?#ﬁﬂj@ﬁ
EOEBPEEL WAL HS,

1) Y. Sugi and Y. Kubota, in “Catalysis”, vol.13, a Specialist Periodical Report, Royal Soc. Chem., (1997) p.55.
2) Y. Sugi, X. Tu, T. Matsuzaki, T. Hanaoka, Y. Kubota, J. -H. Kim, M. Matsumoto, K. Nakajima, and A. Igarashi,
Catal. Today, 31, 3 (1996).
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Sample | Time |H. T. C-Yield[%]
thrl|[°C)| Py | ¢~P | ¥-P |Total| /¥
¥2-2 | 1.0 1370 0.9 [16.2(18.9 |36.0] 0.9
¥2-2 120|400 1.3 |16.1[20.2(37.6] 0.8
¥2-2 | 3.0 1430 | 1.7 |16.0(21.4139.1| 0.7
¥2-2 | 4.0 1370 0.9 [16.3(18.2 |35.4] 0.9
¥3-2 |1.0|1370| 1.3 [15.0(21.7 | 38.0 0.7
¥3-2 1 2.0{400 | 1.4 |14.5[19.3(35.31] 0.7
¥3-2 1 3.0]430 | 1.7 |14.618.5(34.81 0.8
¥3-2 1401370 1.0 | 15.6|18.9 [ 35.51 0.8
Y4~2 1 1.0 {370 | 1.3 |16,56{22.0139.8] 0.7
Y4-2 1201400} 1.5 | 16.4120.6138.5] 0.8
Y4-2 1 3.0143011.9 116.7120.6(39.21 0.8
Y4-2 | 4.0 137034 1.2 | 17.0119.7]37.9] 0.9
Yo-2 | 1.0 370] 1.3 | 16.3|22.6[40.2) 0.7
Y5-2 | 2.0)1400] 1.5 | 15.6 | 21.5|38.6} 0.7
Y5-2 | 3.0 1430 | 2.1 [18.9 | 24.3|45.4] 0.8
Y5-2 | 4.0 370 ] 1.3 | 19.6 | 25.1 | 46.0] 0.8
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Sample | Time |H. T. C-YieldE%]

fhedjicl) Py | a-P | v-P |Total | a¢/7

M2-21 | 1.0} 370] 0.8 | 8.4 [13.0]22.2] 0.6
M2-21 1 2.0 | 400 1.4 | 88 [(17.7]27.9 ] 0.5
M2-21 | 3.0 14301 1.9 8.1 |18.6 | 28.6 ] 0.4
M2-21 1 4.0 370§ 0.7 7.3 1110 1 19.0 ] 0.7
M2-22 | 1.0 3701 0.8 7.4 [12.8]121.1] 0.6
M2-22 | 2.0 1 400 ] 1.3 8.0 117.0]|26.21 0.5
M2-22 1 3.0 1430 ] 1.7 7.6 |18.6127.9] 0.4
M2-22 | 4.0 | 3701 0.8 6.8 |11.6 1192} 0.6
M2-23 y 1.0 370 1.0 | 7.5 |11.7(20.1] 0.6
M2-23 | 2001400 1.3 | 7.6 |16.0]24.9] 0.5
M2-2313.0]430)1.6 ] 6.9 [17.1]|25.7] 0.4
M2-23 1 4.0 | 370 ] 0.7 6.4 {10.6 |17.7] 0.6
M2-24 1 1.0 1370 ] 0.9 8.5 j13.0122.4] 0.7
M2-24 | 2.0 1 400 ] 1.3 9.0 |16.9]127.21 0.5
M2-24 | 3.0 1430 | 1.8 | 8.3 | 18.4{28.51 0.4
M2-24 | 4.0 13701 0.8 | 7.4 |11.0[19.2] 0.7
M5-21 1 1.0 ] 370 ] 0.8 8.1 11271 21.7] 0.6
M5-21 F2.01400]1 1.3 | 8.3 |16.8(26.4] 0.5
M5-21 | 3.0 | 430 )| 1.6 | 7.5 | 17.6 [ 26.8 | 0.4
M5-21 | 4.0]|370]| 0.6 | 6.9 [10.4 |17.9} 0.7
M5-22 1 1.0 3701 0.8 7.3 [12.3}120.3] 0.6
M5-22 1 2.0 ] 400 | 1.1 6.8 [ 14.8]122.7] 0.5
M5-22 | 3.0 1430 ] 1.8 7.5 118.0]27.31 0.4
M5-22 | 4013701 0.9 | 8.2 |13.8]122.9] 0.6
M5-23 | 1.01370] 0.7 | 7.8 | 12.5121.0] 0.6
M5-23 12 0)400{ 1.3 | 85 [(17.4(27.2] 0.5
M5-23 | 3.0 | 430 | 1.7 7.6 [17.9]127.0] 0.4
M5-23 | 4013701 0.6 6.8 [10.7(18.1 0.6
M5-24 [1.0]370] 0.8 [ 80 [13.0[21.8] 0.6
M5-24 | 2014001 1.4 | 9.2 | 18.4|29.0| 0.5
M5-24 | 3.0 ) 4301 1.8 8.2 [19.3129.3} 0.4
M5-24 | 4.0 370 0.7 | 7.1 [10.9]18.7] 0.6
M7-21 | 1.0|370] 0.7 | 7.5 | 11.4]19.6 1 0.7
M7-21 J 2.0 1400 ] 1.5 | 10.4}20.4|32.3]1 0.5
M7-21 | 3.0 | 430 | 1.6 8.2 118.6128.4]| 0.4
M7-21 | 4.0] 370 ] 0.6 6.4 ] 9.3 116.3] 0.7
M7-22 11.01370] 0.7 6.9 |11.3|119.0 | 0.6
M7-22 | 2.0 1400 | 1.4 | 8.5 |17.7|27.6] 0.5
M7-22 1 3.0 430 ] 2.1 9.5 | 22.1133.7] 0.4
M1-22 1 4.0} 370¢1 0.8 7.8 |11.9 1205 ] 0.7
M7-23 | 1.0}1370] 0.8 | 6.9 [12.3]19.9] 0.6
M7-23 120400 1.3} 7.7 |16.4|25.4] 0.5




M7-23 | 3.0 | 430} 1.6 | 7.0 |17.4]25.9 | 0.4
MI-23 |40 | 370 09 | 86 |14.8|24.3] 0.6
M7-24 [1.0[370 ] 0.8 { 6.0 |10.3]18.1] 0.7
MI-24 20400 | 1.3 | 7.0 | 14.6 | 23.8] 0.5
WI-24 | 3.0]430 | 1.8 | 7.8 | 16.8 | 26.4| 0.5
W24 |40|370[08 |67 |89 |163] 0.8
Me-21 [1. 0370 0.8 [ 7.3 [11.9]20.01] 0.6
We-21 {20400 | 1.3 | 8.3 |17.0|26.6 ] 0.5
M8-21 {30430 | 1.8 | 7.8 |18.7 | 28.2] 0.4
M8-21 { 4.0 (370 | 0.7 | 6.9 |i1.7|19.3] 0.6
Me-22 [1.0[370[ 0.7 ] 7.8 [12.9|21.4] 0.6
M8-22 [2.0 (400 | 1.2 [ 8.2 [17.1|26.5] 0.5
M8-22 | 3.0 | 430 | 2.2 | 9.9 | 23.8 [35.9 | 0.4
Me-22 |4 0[|370| 0.6 | 6.7 [11.1|18.5] 0.6
Me-23 [ 1.0[370[ 0.9 | 8.8 [13.6 | 23.3] 0.6
M8—23 | 20400 | 1.3 | 9.6 [19.1|29.9| 0.5
Me-23 | 3.0 430 | 1.7 | 8.7 |19.6 [30.0 0.4
M8-23 | 4.0 370 0.6 | 7.3 |10.4|18.2] 0.7
Me-24 [1.0f370[ 0.9 ] 9.2 [13.9]24.0] 0.7
W8—24 | 2.0 | 400} 1.3 | 9.6 |18.4120.2( 0.5
MB—24 | 3.0 | 430} 1.7 | 8.7 [20.6|31.1] 0.4
M8-24 |40 370 J 0.6 | 7.3 [10.8]18.7] 0.7
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Pd/H-EILTF+A+D CH,I2&LS NO BIRETRIE
(RERHR) OBRMNER-/IIAT

1. 8

PA/H-EAF T MBI, AEKHFET TO CH, 1245 NO BICETR I el ¢
H%. PA/H-ENF T AMEED NO BIRIEMET, BT A OB AL Pd OHEERREELSIECEEL
TEY, RETLE R L LD TR E DR TAEME T3 Bl gisIh s,
D AR TITENTFTARD Na'—H ARG H-EAT A MNOBRME IS X 558,
Pd/H-ENTFTAMILD NO BTIESEZEL TR v TF72V ¥ — a3k B L L.

2. SREX

BEAT L TUN27E0 Ve M5-24, M7-21~24, M8-21~24 O 9 FEIHD H-ENFFA M AR FVWT
Pd(1 wi%)/H—E/A7 3 M2 82 RIC LVFRRL /2. [PANH,) JOH), K& (pH = 12.5) A&
DEFER R U7 E=TKEMA TpH = TICRRBIL -8R iE%, H-EAF T MNEER g LIRA L, 50°C
T2 BRI L 128, = SR — & — TR RIS 7. 100°C T—BrEs s 74, Z5& 4 500°C
£T 3 K min™ THIBESW28FHIF — 7 Uiz, MERFEH, 0.35~0.71 mm OFEFEICELIL, BLTOR
ISEREITRoT.

B ERFET GRS Y, NO 100 ppm, CH, 1000 ppm, O, 10% (N,/35R) DREH AT
10% DAXBEREMZFH A% AV, RIGEBRITAE 1.5 cm® (0 1.0 g iCH A &S 2200 em®
min™ &L, SGREE 305~480°C, SV = 88000 h™ DA TITFRorc. HASHFIR{LETEIEF NOx B
B FID A RFHIEHE VY, NO, R U CH, ExfkE&RE& kb=,

3. &BR

R1UIHE PA/H-ENLFFARD NO, R CH, S{EREELDI-HLDTHS. ZD5H MTUY—ID
NO, E{b ATy bbb OEFR ISR Y. BEDOFEFIL22 > 21 > 24> 23 DIETH 1. H-EAF
TAMDAZ TG TR, BENEL (80C) TLEIDAZ L A 1T b DISE EEER
T H-BAFF AN RS, AT M5MS S —X0> NO, LR e £ b ORI 2ACRT. M8
VY= XD AT o XV EIEHOFFIIBRAN TR, 430°CDTEME T #5822 > 24 > 23 >
21 L2%. ZOHEBB0C— 1EIAF U RO H-E/L 7 F A b OIEMENSE Do T

FICIEE, 2SHEETHD MT-22 & M8-22 D NO, R N CH, i5{L R & k4 2L, BEEMOIRE
HIR{ERITIFIFRL THAL DD, MT-22 % FV =iEH pMEIRIE T NO, | U CH, B2 LR AEIL TV
DTENDND. RE, RHBREFLSMNIBEBERORBIAONOEEOHEZT 774 —BIFETILE
bha,

1) Bk, #15EEA5A MR R R LHE TEE B18 (1999)



F1 FEH-FEILTFAHOFELS Pd/EBILTFFHA D NO, BT CH, xb 3

[R#No.| M5-24 M7-21 M7-22 M7-23 M7-24
BE/C| NOy, CH, NO, CHy NO, CH, NO, CH, NO, CH4
305 1.8 0.2 1.8 0.6 1.9 0.0 2.1 0.1 1.9 0.5
330 2.7 04 3.7 0.8 4.0 0.1 2.1 0.1 2.6 0.6
3556 4.7 06 6.1 1.7 7.3 1.0 3.5 0.4 44 1.1
380 7.9 1.9 9.6 3.0 11.2 2.7 6.1 1.3 N 2.1
405 12.4 5.1 13.5 5.8 15.2 6.4 10.0 3.9 11.8 5.3
430 15.6 12.2 154 13.5 16.5 14.4 12.6 11.0 13.8 14.5
455 15.8 29.1 15.3 32.6 15.7 34.1 135 290 12.6 36.7
480 14.6 58.9 13.0 62.3 11.8 60.6 12.0 509 - -
JE#INo.| M8-21 M8-22 M8-23 M8-24
BE/C| NO, CH, NO, CHg, NO, CH., NO, CH,4
305 1.5 - 0.8 0.0 24 18 1.6 0.7
331 2.0 - 1.0 0.0 2.7 2.0 1.2 09
355 3.2 - 26 0.0 3.5 2.3 2.9 1.4
380 7.4 - 7.0 0.9 7.1 3.1 7.2 4.4
405 10.5 - 12.7 3.9 1.7 5.8 11.6 6.4
430 13.7 - 16.6 12.4 14.3 13.5 15.2 131
455 12.8 - 16.1 28.9 13.3 295 15.7 270
20 20
16 | 16 |
3 12 | 5 12 |
g > —A—M8-21
% 8 ——M7-21 5 8| —0—M§-22
S —O—M7-22 g —A—M8-23
4t —a—MT7-23 4| —— MB-24
—m—M7-24 M54
0 —_— 0
300 350 400 450 500 300 350 400 450 500
Temperature/°C Temperature/°C

B1 M7 2)—X @ NO, $x{b 3=

2 M5, M8 I J—X®M NO, #xit&
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BE A7nyzs i, PYARO3OFHEEE & PR - BRIk S DEREH S
Mz L. FREEOEAE RN D ZEERBMICAS — R L. 1994EITFRRSGEE |
CERELTTOY ey MEERL. PURR EOBMEICHBERR NS 2L, TIVITD
KFT1 ANHETZEERHB L, BEREOHER, BIUREVEETHD ILEH
Mz Uie, RSICEL TR, PEEICREET 200, SBECKETSHO, PUF
PLESEOT FICHEBINZ bORENANAT, HEZHEBEITHRIRICULARS N
o, 20004EEVE, HEF S NAMRE e HEBER S oo MREICEE
L. ERAE. BB CRGSEEE L THE 2T,

ARG

(1) JRC-ALO-6%110C T1HEz AR,

(2) PrALp03=1:99 (1 wi%) & L. KREROPHEET LI FORIOZEREDOK (55
W KR WCEML. BEOFRRICLDHEE,

(3) PORE/KYAME (MEEAKEH) 732 AN, REE~1HIKE.

(4) KIMAIZED, HENIINALLENSTNRL —F —2HHURE, 1~20FH
TAD R RBE DT Ui,

(5) 110°CC1H¥:#E,

(6) 300, 400, 500°C T, EtRZEEMERL LBRTNET. &5 W IdgEsH T3k
B, FEEEEIL, S-10C/minfR [ (ERECHIE L Tz WiEE, 300~ 1RHE 2
ETHREBEICETSLD) Lk, HAKEIZ, GHSVTS00EEE Lz, BT
ZEEHBER L7 b Db AL 7z,

(7) 400C, UEIAEICK VBT, BOBREICET » X TOMREIIISHRE, KK
PrREIIGHSV T10052 & L .

WE P EEE. COMER (Y. RE. =W) . HRE (I, #5H) .
H2-O285%E (#F) THIZEL =, #E%2RICRT, HOdfi{ta&®%E. DN o2
LI LELEMBEYE ST L0, REREREE. FRRZEEH DR BERB R
. AIZEEHEEK T TR LEZ EERT . HCXO0FOABEIMITILNTH <. FER
BEOHBEL/NE, SOCTEFOETIASNARETH S, HCxO0ATRHER
BEFT58, 2O THEREE DK EI/NEY, DNx0FTE, 300°C THEEIIE
<, 400CIz¥—7 R 6N/, DNAOOFDO 3L, HCx00F & RBETH > .
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Pt/Al,O, i i D #l FL 53 %7 R E

(AEX—FAZ—f) EMETE

1. BehE

aZEFRWIEE  BELSORP-28(H R )LEFE AL -, Yo FILORTMIBELT, MAE LS
(50°C/hr T 200°CIZFiB# 2 BRI ETo7=,

b.7KERIE A% : AUTOPOREI( &2 8{ERD A F R LT,

2. IR
ERNEEORATE AT A EREHES RN LROT-,

BERWEE IKEBEA K
YU | hREE | @RER | AO7UER | @ASE | AO7U8EA
(m2/g) (ml/g) EZmm) {ml/g) E Z(hm)
HC300A 173 0.664 17.8 1.012 17.5
HC400A 172 0.660 18.0 1.011 17.6
HC500A 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
HCS500F 170 0.776 20.4 1.004 17.5
DN300F 163 0.482 17.4 1.008 17.4
DN40OF 166 0.652 17.5 1.000 17.6
DN50OF 165 0.882 222 0.989 17.5
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Fig2 HHFILOKBEADORA S FEEE(AViogr) vs. FFLHER(um))
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Pt/Al,O, il D TPR RIE

SRR (B5) sPRIAZFT RIEARTEIRE

S6E f=hL WSS A0S

Ok % FER ik

(IZL&HIZ]
AR S IRAME RS S L UIRMEN -, 9 IBIED PYALO, B2 DL T, TPR(Temperature Programmed
Reduction)i&IZd 5 Pt DIEEHREEDFHAE 1T o, AIEHEREHRET S,

(=88]
(1) S SRAMYE SRR PYALO, Rl
(2)TPR AlE&At:
BE | KAEED+IY TPR AEES
#H :#9200mg( kB O ER)
RITALE R SR D REEIAREL S 518, BIMERIZEH - fThiah of-
BITHR :10% H,/Ar. 20¢6/min
FiREMH (ZEAS 1100K T 10K /min THRBLT 1 BiERE, TO%. BREETHE]
KFEHBE CELFaATU—TCKGHRENS YT, TCORHESTRIE
[#ER]

Fig1, Fig2, Fig3 IZHfED TPR TOT7PMILETRS, £i-. Table 1R AEDKFHEETLRITL-EES

9o

(£&]
(1) HREELTHPLCLA LY, e CIER L - At TIEHC300AD A58 T/ \a— U M RIE 5 T=,
(2) BRELLTHPICLE BN, ZERF0E T THERU A RRER L0, (FIF—RUET/ 82—k
7TTL/T:0
(3) HFE L L TPUNO,),(NH),Z Ly, ZERFLE FCHERRLf-AdiYId, 300°CHERL TII kTR HE B BIEPLR
MEFRENDELYRBIZKEMELE T,
Bt

Table 1 FfbE) TPR BB #& AR E

fibh Pt tH#sts RAASES KFEEER
( %) )
HC300A H,PtCl, R PER 124
HC400A H,PtCl, ekl 30 97
HC500A H,PtCl BT BERL 111
HC300F H,PtCl, Rl e 105
HC400F H,PtCl, ROl THERR 114
HC500F H,PtCl; ERFoE PR 97
DN30OF PHNO,)(NHy), | ZRFLE THER 866
DN40OF PtNO,),(NHy), | ZERjiE FRERE 162
DN5Q0F PtNO,J,(NHy), | ZBSUAuE TR 95

¥IX2E—HEH./ (Pt 1wtdeMDETEL TEHEMNS RO x 100
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(TR A= FiFyvb ) GARLE
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3. ®E

WEEROFZ FTEICRYT. ElEE LD EROEY,
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Size distribution of Pt particles on AI203

Daling Lu, Kazunari Domen

Chemical Resources Laboratory, Tokyo Institute of Technology

We got 9 samples of Pt/Al203 prepared by different conditions. For
preparing TEM samples these samples were ground. After grinding the color of these
samples is light brown except DN40OF that is black. We observed these samples by

TEM and calculated average size of Pt particles, which is shown as follows:

Sample HC300F HC400F HC500F
Average size (nm) 0.7 0.7 0.7

Sample HC300A HC400A HCS500A
Average size (nm) 0.7 0.9 0.9

Sample DN300F DN400F DN500F
Average size (nm) 1.6 2.1 1.1

We found the number of Pt particles in DN4OOF is much more and the Pt
particles in DN4OOF are larger than those in DN30OF and DN500OF. On the other hand,
the Pt particles in DN30OF are larger than those in DN500F. Basically, the size of
metallic particles should become larger as the calcination temperature increases. We
suppose the quantity of Pt added into Al203 was different in DN30OF, DN400OF and
DNS500F respectively.
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Pt/ALO6 £ 8EfiE D XPS, SEM-EDX HIE

FERIXR) OmMIFLR - %#%f EEARE
IR I - \ARBRE - ZHEEH

1 =

m{tykﬁ%z?_ﬁﬁl | & L7z FEZaR R IHE T TO NOBEIETRIE (SCR-NO) 173t L,
Yw\%M$H&m&®¢TﬁBEHﬁ@hTmé.L@b,mwc&mﬁw@%%m
BB TRA NOIE(LEE (CM) 2RT 728, EFLOATUERE QMR LENTY
5. ZOREOHNZMRFEERD | DXE&FTEIRINT 2HENDH S, HizESEeEn
Liz5E, CMZ5 A5 KSIRE (TM) 134250 ~ 350 °C (KIS 7 h§ 5. &=,
EIRE, IS, FEREESIC Lo TIREEIZ T 3. 22 TAPEEITRMED
F/rB OMBEORSERH TN I F2MEAL, XPS & SEM-EDX L B3Fv Sy 41+ —
varrzEirol.

2. REEAE
2.1 fihik

MELED T2 % o FiED P11 wt%)/ALOG 2 fi\/=. PLRICIIE(LESR (HC) &
ZhOPT I ALHENE (DN) Z2EH LERHEICE > T ALOG I L=, s s
RERTET (F) &L IIEREKH (A) TEIEN 300, 400, 500 °C TiFo/-. &
D%, 400 °C T 1 RFEIZKFERTTE Lz, SO Pl - FERRIEES - SRR H IEONEIC
Y. PIZASHEBEREE PURE L 300 °C, JESETIN T TR U /=T HC300F &3
L7 5.
2.2 XPS JlisE

ISR XPS-7000 Z{A L7z, X $EICE MeKa $1 (10 kV, 30 mA) &, Fv—
Ty TR C ls=285.0eV A=, 2B, PL4fOETIIILFE— BE)ITH T
eV THY Al2p DBE (¥72eV) EIEWMITHEEL TV B8, SEIE P ad ZIE L.
23 SEM-EDX e

JEOL JSM-T200 Z 7z, SABHCBRE ML, iEmBLoWmz e L. 8
BRERIT 5005 & L7s.

3. HEREER
3.1 XPS s

TNTNDOHED XPS MEEFT o725 R, 315¢V, 323 eV, 333eV D3I DOE—2 M
RbN/ (Fig. 1), 2055323 eVICRANBZE—Z 1 X SO Mg OFF 51 hP—
TEEZLNS.315eV £333eV OE—ZIZENTNPtad s & Ptddgy, DY —2TH
5. INSOPIOE—I NSV bRAPT I ELEEE PUELE Uil (DNxxxE)
TR LD PSR RIRIETH O LM OFERMERLREMh o7, LaL, ik




HC400F

I

HCS00F

e e v

o ST T

DN300F

e owde s T e

T D el T T A e A I e e

DN500 '
] mﬂl :

L]

[}

e Plad 3 Fig. 2. Scanning electron micrographs of

350 340 330 3%  3r0  age  thesurface of HC300F.

Fig. 1. XPS Pt 4d spectrum of P/ALO6.

FISEEZ PO E LB (HoxxA B U <Id HCxxxF) TN TIA3 271 Prad 5 @
V2B L NE—Mcs7 FLTWeE, TNEPIORITFREOEES L I, &FRE
HNOPREOTFETE, ZRMWT 5. F/z, HCxxxA & HCxxxF & &bl L TH 5 & HCxxxA
DFHBPLAd 50 DE— T BHE RN EMNS, RKMOPLERDIEINEEZI NS,

3.2 SEM-EDXIE .

FNTNOFENT SEM-EDX IEZ{To 72 & TAMMETMIZE < D PLHERTE 2D
1 DN4OOF, HC400F, HCS500F, HC300A, HCS00A ThHh o7z, DPED Pt LNERTER
M- 7% Ok DN300F, DNSOOF, HC300F, HC400A Tdh-o/z. FriZ HC300F i3FEmMD
Pt 132 DAL DA LE TSGR IS DI o J=. 2O K D 7afiirmid Xps lEiC L 2R
E—HLTW3S.

KIZALBEMTI O SEM-EDX JWEETTo 7z, TOFHE, DN300F, DNS00F, HC300F,
HCS00F, HCS00A Tl L 0 NI e A< L TWA Z EMNI SNz 7.
$§1Z DN30OF, HC300F, HCS00A iZBWTED X DI fim N IR o/ (Fig. 2.).
ZDEDTIEBPERAMHFICL DD EEZ SNONFHMIRNITH 5.




HEYEIC & BPL/ALO, DEXAFS/XANESHIE
(BIRAMEIT) ARHEE

1S
PR NI DPL/ALO MMEIZ DWT, R YEIZ & BEXAFS/XANESHIE %174,
PLIHIF DD HIES I DWW TIRET L /=,

2. 5=
(1) A onE
EffENLRE TR L. o A MESEMBEALE 573 K 100 Torr DT
b U7z. FD%100 Torr®KFETE73 K 1B MR L. PR T30 HER L7, ML 7=
AEIEZS MmO T ILI MOV L., WEET o,

(2) XAFSE

TUFE VXYL D L3V F—IEARVFZEH OPF BL-10B TiT o /=, IR YEESIE1D)D
AR THAEL, WELT— NAFZBEE AW, AFHEA) &BRED ORI B
MERWE (AR 1N, [N, 85%+Ar15%) . Pt-Ptia O A RELIRIE & M
7 MIPt foill DANRZ NIVINSHIH U7z (FBD o MELEARY KL SRRSO
backgroundffrZx, WU Obackground iz & - TEXAFSIET 2B Lz, 7—
U T8 OHEIHIZk=3.5-15.0 A", curve-fit®filteringffifliZR=1.7-3.0 A & L7,

R A X7 BV Dedge-jumpld TR TORETH0.3TH - 7245, DNAOOFDH 3% 1
AT e OMETER Mo Tz,

1. Pt follORE/NT A—F

N R/ A clA E,/ eV

Pt-Pt 12 278 0.060 0.0

3FER

B 1IZPt/ALO,MPL LIXANESZ R bV 7&5R T, white line# ORI O % kit
(Pt foil 33 K OMERE O TR ERZMEIIR 5 172, white lineE— 2B %
11568.4 eV T—ETH B0, BFREDEVIIFEAERVEELZI SN, K2z
Pt/ALO,®Pt LIREXAFSIRE) % Lk L 7= R %R T, EXAFSIRD)IZDN300FDIRIFAE S
i, F/, DN30OFDH, EHOENNEL B> TnWB I Eh 5, Pr-PrisSiEatsib
DRABHILERTEW T ERFEDM B, HC-F, HC-ATIPERRIREEIC & - TEXAFSIEI @
RIE. AN k& hg®idhsnor=, :

EXAFSIRTIO 7—1) T2 FRKSIZRT . DN3OOFOP-PHiE4 B— 7 OMED RS
<o TN TIHHEDEIZIZEAEL N, V— I EBIIPt follDMEL D H0.19A B E
{Zo2THY, PR TFOES ML > THEEHMMNES > TWA RPN S,
curve—fit DIFERE R 2ITRT, 2EICP-Ptis S IEAEIPt foll O L W HE< > TH
D, RICHC-FORE TIIP-PEREA2.61~2.63 A £0.2 AELEL->TW5, LM
U, EFVRERTYATADETH D M5, E,ERD2ZNT A—FMOMBIZ L - T,

"i — 65—




Normalized absorbance / a. u.

R ERERP-PHEREO G NE U TNB B3, 22T, XANESTIRIRED
T MNP0 I EEFER L, E ROICEE L TClitting % 1T 72 # R 2 HK3ITR
T . Pt-PEEEEDIHIIMATHO.L A LD, MAEASENIE EPHERE O IHIT F & <
25 ENIERN/ES N,

curve—fit T& 5 N/ B B DOl 5 PHIMK TR 2RO -EREZRUTFETY, Edlclis
R 7O 7 N OwebR— DI ENMUEOEMN S, M FRERDEHRY
PR TRL TV B, TIC400A & HCS00AMSMATE T 53R oH - ki & EXAFSH 53
PRI R L TW3, HC400A&EHCS500ATIZDebyve-Waller factordigF &1
ZENS, cDHICLDONDRENKEL > TNWB EEZ BN,

1) R. B. Greegor and F. W. Lvtle, J. Catal., 63, 476 (1980).
2) J. R. Anderson, "Structure of Metallic Catalysts”, Academic Press, London
(1975), p. 360.

i l i
11550 11560 11570 11580 11590
Photon energy / eV

®1. Pt/ALO,OPt LIXANESZ R h)L




Fourier transform / arb. unit

10 12 14
o1
k/A
2. Pt/ALO,DPt L MENAFSIRTD)

| I I [ !

. — 300°C
AV 400°C

Pt foil (X0.3)

3. Pt/ALO,DOPt LIIEXAFSIREND 7 — 1) T84



X

20, curve—fitO#E R

N R/A E,/ eV o/ A Ri/ %
HC3C 5.5 2.65 -8.8 0.085 2.4
HC4C 82 2.68 -65.4 0.006 0.5
HCSC 7.0 2.66 7.5 0.095 1.2
HC3C 59 2.62 -12 0.094 1.7
HC4C 5.6 2.63 9.8 0.090 32
HCsC 53 2.61 -14 0.090 2.5
DN3( 7.5 2,70 -6.1 0.082 1.2
DN5( 5.7 2.65 7.7 0.089 1.0
curve-fitdFEHR (E Z01Tfix)
N R/A E,/ eV o/ A R/ %
HC3C 57 2.68 0.0 0.086 9.0
HCA4C 8.6 2.70 0.0 0.097 4.0
HC5C 7.5 2,69 0.0 0.096 6.2
HC300F 6.3 2.67 0.0 0.095 12
HC4! 56 2.66 0.0 0.09( 10
HCSt 58 2.66 0.0 (.09« 17
DN3( 8.0 272 0.0 0.084 4.4
DN5( 6.0 2.68 0.0 0.090 59
#4., EXAFSBIOEERNSRDZPRITFREROIE (A A)
EXAFS RIK wER  or TEES s
HC3 19 19 18 17 37 15
HC4 42 20 2 18 22 24
HCS! 28 17 17 18 21 16
HC3!( 22 19 16 15 16 15
HC4 19 17 15 14 15 16
HC5 19 18 14 15 17 26
DN3 34 28 31 25 32 31
DN5 21 19 18 15 25 24




[l

&4 D PYALO, BRIE~D CO BLU H, DILRREED RIE
(Z#¥RX I) OffiF %E-FX #a-2+E &

L&z

B2 2R BANMER B S TPUALO B 7 a e 7 HZRW T, HFBFRB B IO L & D R
D% D Pt/ALO; Al A~D CO BLU Hy, Db ERAEBERE T HILICE T, ARG Pt 3 BE
W5 A DRI BREL,
z B

CO BIU H, DALZRAEBREIZIL, Micromeritics #15 ASAP2010C BI(LEREA 7L al {18)
ERDNFEBTA VW, £7, AEEZRIZE /K 0.2gF8 8%, 200°C, #9 8h, A AMEEHH LTz,

Efereftii s B, A IZ I ORMMICI2EREEEEL, WEROENVERE 2D ILEREND,

EADEREB|WbOELK, Fig 112, 5LEOHNERUL, BIAEEER, MEFSSREES

B% COSNVABERIZEARIAB L EEBELL, S REHLUAIEEE THEHRESRNAIOE
EENZ T, BRELEL, 28, BRI B E B T2b TWaAD T, 40k O, MLBEEE Wiz, K
EHIREX 35°CE LT, (LBMAERIL, WESRMR(ES: 1, 10, 100, 200, 300, 400 mmHg)ZKD, —
6] B LHES# D Z[H]

E @;ﬂ %?mﬁoﬁ 400°C 30min : 10min 30min 30min
PRREMULE, CO, £ ;
o e HE H, B%
H, DI RiR W L " BB
CO/Pt=1.0. H2/Pt—- e
20LLT. Pt ﬁ'd&fg B (min)
ZHHLE. Fig.1 BTALEZH
HREER

Tablel iz, CO BLU Hy{LEWERE Pt S 8EEZRLE,

HEERNCHE BLTHADE, LSO TR =ba 78R I D BESE OIS RER
B, ZOZEIX, BRI b DT I EERMRBEL 2V DIz L T, b A &Ei, Pt F&%ﬂ%‘r‘h'}’——
AL Bz EDIRRRE LI L E X HIVE, EbIC, S EORIAEERIE. HRIC X0 RER T Iobi
K L ~D Pt DU HDFBPREINZEETRL TS,

WIZ, BEERIRE DR BT OWTIL, HEVFEREMSE RO ol V=he 7 88EE2 AW
T 300°CHERELILON, ZELL S BERRV DR MB, ZhiX, b OBy SERE LiLibtEx
By, BERRIE BRI/ 72 dH 400 CLL B ETHAZEEZRIEL T3,

B BRI OWTHL, Pt BBHIHE L A &2 BV e igis, 2R P L0 LIRS T TR L

T, THRE Table 1 & OPYALOMIRIZIITDCO. HALF RN B Pty BUE
PRmOZEB el i _Cofco/pt=1)  Hy(HyPE2)
fmTas, - WRRE T SESES__RER  O8E BARE  ORE
i, g —_—° cm’/g-STP % om’/g-STP %
~ = HG A 0.728 63.3 0.306 533
DRHNOZE Y 500 . 0.878 76.4 0387 674
izroptoyg _ DN 0750 __ 65.3 0.261 454
. A 0.621 54.1 0.290 50.5
REGESH — HC 44, . 0832 724 0426 741
RIEBEZD T pN 0883 768 0.396 68.9
h3, HG A 0.744 64.8 0.176 307
Y300 F 0.866 75.4 0.403 70.1
DN 0.458 39.8 0.201 35.0
HC:iE{E &M, DN: D rO TR, A 2R RIERL. F: Eﬁ%éb\limmz&“:hxﬁﬁ?fﬁﬁﬁ
PHER R 1wtk




Pt/A1,0, B R AED CO WAAILIC L5 & BoikEE

RAANAE Ot fe, Pi K

S EAE D& BSREDORIESL BELSORP28SA I L W lE L=, ¥ 7 A&

M025g Az, RIESHIITROLEY Th A,

RTALER S

1. BMEAER 400°C. 15min.

WM

RIE S

. He #3% 400°C. Bmin.
. H2 4. 400°C. 15min.
. BLZB40EE 50°C. #9 60min.

1. COW®3#E 50°C (—REER)
2. EZE4LE 50°C, 60min.
3. CO WL 5OC (ZiRENRE)

fiAT Stk

—R- ZIROFIRBOZERESERERD, FOERGE 04ETAZ LIz COD
B RE R L, Pt OJF-Fa (195.08), %E (21.45cm%g) . 1BFFE (1wt%h). 2
MEFAMN-7729- (1) & L. @RREH, BRETFE, 2RSRELRD-,

AN ] L2 A R (ml/g) ﬁéﬁi‘ﬁ;ﬁ’{ EERLTEOm) | EBSRE (%)
m¥g

HC300A 0.58 1.08 2.68 43.9
HC400A 0.54 0.91 3.07 36.9
HC500A

HC300F 0.62 1.19 2.34 418.4
HC400F 0.72 1.38 2.03 656.7
HCH00F 0.66 1.21 2.32 48.9




BTy

F

CO. H,#1bEEEIC L 5 Pt REHEORE L CO. H,» TPD

(R LREMER ) fEE B, IR, RERD

HE

A &1 PYALO; FBHZ W THRIBR BN RE 2 VW Tk iEic & Y CO, Hy @
HERFEZRET S & & bicliE CO. H, D45 TPD 2IUE Lic

e Wakr

a. AMEFEGEZSSREMERES CO WHFEEREEICI T 5 Al & 4
)
&k 200mg ZEEICTHER. 0,(150Torr) & E A
7858 O, R, 30 2 T400°CETHIR, 30 DREE:
400°C 2T 30 2> algkE& (10-5Tory)
400°C T Hy(latm)EXEA | 158 H, [, 30 2 EMFEEE. 30 A REHER
ERICWAL, USELRME. b7 v 72ERISTHER
b. CO WaHIE=FIE
@ COUEMAIEAK 30Torr) & EA L, EAZLRIEGO 5)
@ ZRIZTHRB0 %)
@ O=HUEIIRL, CODFAHEERLZAE. 1EEOCOLRERIVEL
FICZ LIV ARAERE COEERDD
c. H,"35=FiH
CO BAEREFRIZET S
d. SR ERERS
CORUVH,BERLZAIER, BEIZT00HK L. FEMND 400°C =T 10C/min
THIR. FISEFNOENZE%E 1Torr BZEEHT TIEER

GECHEECRS

R R

CO. H, BAERIERAERR O Pt AHUEDFHBERERE LR 1IORT, BEFEMEHZD CO, H,D
% TPD RIEFERE M 1. 212R"%, HCF 3BHZ W T, CO & Tid, BRIBEENS
<723z oN Pt RKEmf, HBENED 55, COTPD (XMRRMA &L &HERD 2 >OE—2
LR, EREESELLRBICONT, E—202EFIIEI L. SRR — 78
AEERY 7 M5, ILRERIX. EREECHD L, MURSEER. HTPD gt b5
25, HyE 34T CORBFRERITT o LR L TW5, HCA #& o COTPD
1k, HCF 35 L @i, BEALEERD 20— b5, CO BERIT 300CR
$HCIX HCF 35 & 12IER UETH 3 45, 400°C & 500C TR E RS MR L TV 5, DNF
##tD COTPD i DNBOOF iZ2WCTRBRY, 220 —7 OFEERD bW,
300°CIERRARID CO BAEFRBHIRF I/ E L, BREEB LT3 ico4, HICRER
M+ 3,




= LPt i e R

N
DN3OOF

CO H,
R oy ) Ry TRUE
wmol/g + cat % wmol/g - cat %
HC500A 35.4 69 N.D. N.D.
HC500F 21.9 43 15.9 62
DN500F 24.3 47 16.0 63
HC400A 24.0 47 N.D. N.D.
HC400F 37.0 72 16.9 66
DN400F * 21.9 55 N.D. N.D.
HC300A 40,1 78 N.D. N.D.
HC300F 39.7 78 16.4 64
DN300F 18.3 36 9.4 36
* OEE 7.8wt% TEHE
® 1.CO WA ME% D TPD
HCIOF NCS00A
N
- \ {
HC400F - ucs\uo,\
e =
‘H/ —— HC4004 T
) \ucsnuf T / , . ] //
100 TEMP}Z:%[:ATURHCJW 400 100 TEMPE‘.%\TURD"CSW 0 100 TEMF%%\TURE."CJOD
& 2.H, BAEHEHRD TPD
HC400F
\d‘ /IICJOOF DIN500F
_‘:‘:‘:"5*::3 e '
‘ HOSOOF | ;\_\R‘::_‘_‘_.,ﬁ
I/‘ ’ \ / | D;“OOF -;i_._‘:-:‘.:::‘
00 EMPERATUREAC 00 0% EMPERATURESC 400

400




Pt/AL,O3D Pt4r BUE & CH3-CCla/K FRAL B B 55

CRIKREFE) OF - Bk - BETHRE - &) &

RE 5135 PYSIO, filil 1 TOCHs-CCl3DAELIBR RIS ZITV, SERMH:
FIRNZAERT 5 2 &, PO HUENS WAL S WTOFZ R § A CHs-CH3 D2 IR 22 i3 845 1
THIELEHELTWBD, £ T, SHE TIEHSBMESR BN SEMA S N7zPrALO3
At DK BB BT IC DWW THRET L 7=,

RER
S EERE |

PtORER /NN AKO-HoERBEZHWEBR TRIE L. MBREN&ARS. 602 T
400°CETHEL . 022/NV)VATHEFEAK., HARICOBI100MMEFELE, BEET
B U728, Fy U7 —AAENIH DA, 0,2HFE L ThHh510%Hy-No &)XV A TE
AL, KERHEEEZAE Uz, BERPHFEEIVMS., WEOBRILEOPt = HPt = 1
&L TRDE,

R .

CH3-CCls O K FLFBE R G EE OB ERMBERRDEEZ AN, 80°CTiT- k.
AL, a-ALO KR THER LZOBEMIGEICHEL, H2EHMT. 805 T400°CE
THEL, FRETIONRETS LK DELEBEEfTo /. Kb A AEIICHs-CCls
Hy:Ar=2:19:39& L, 25#EIZ60 ml min-ld L7z, MR EEIRETORLRN%
LIRIZE 2 XD ICHEI L7 (46~72 mg). HRYIDERICIAGC (FID) #H VY, TORIIHER
FOZHEROBEEZEICEHL &,

BREER Table 1 A7 1wt%Pt/Al,03 il D7 HUE
4x .
P B Temprature Dispersion / %

Table 1 IZ&H 1wt%Pt/Al, O3l D 05-Hy /°C
HEDHREE LD, DN30OFOPIH#LE
HAI40% E RV D DDMOMBO S HEE 00 623 95 406
60~70%TH D, HiERMK, Pk DEN 400 57.5 65.9 68.2
WHRMIZIERR S ho 7z, 500 66.7 64.5 58.3

HC-A HC-F DN-F




Fig. 1 [TIIHERFZO=ZHKIZ X > TH
ESINESBEIHLT, 2007V
—JOEMEE IO LR, BEX
2, TH#BREXFOCOREFIZL > THIE S
NEPBERES B LTWA I 00

o . Oz-HoEICL - THIEENE
f\ﬁﬁm;t40~60%'cmcoﬁé%&_4:6 Y
BEE B =BT B060%LA L TilCcORss
RN HEZENEDDEEZRT I &
Mond, THENE VI TREED
W 2Rkt O/Pt = 1 BATIZ/A23 2 &N
WMEZTNTVB O T2, DEENE Wil
BIZBWTHEICL B0 8ENMENE 2
AT ORBEHOBIZ OPt=1 & L=Z &N
FHRTHBEEDbND, 22T, TOFDF
I ERFO=FKIcL>THEEN
COWFITH DI F—F 2 A0z,

K FAC LS |

Fig. 2 {ZPY/Al,Ozfiilk (DNSOOF) LETD
CH3-CCl3 D 7K 34 b I 58 I s D R IR 284k
Y. RIGFAE300 OEERIZ11.3%
ThHhokn, ok R I2133.1% & BECHE
WEL ET L. RINFHIREMEICE
BIREBIOGEL., RERII1TI%EEH T,
—7, CH3-CHCl, DRI B HEEFIZHE N

/U CH3-CHs DB BITINT A M, BLBIFE R ERBILITR I Ao 7=,
RIFHEENIHCA. HCF Y — X THERETH 0.

nizho iz,

Fig. 3 TP BT B TOFR UNEIRR (SUSEIHB12H B O OB ERT,
TOFR UM S p M OINBIT AR, Mz k57,

Conversion and selectivity /%

Dispersion/%:
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O
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Fig. 1 COWRZETE & Ho-0,0H E i D i
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Fig.2 Pt/Aly0s3 fillf: (DN500F) L T®
CH3-CCla DK FEAL IR B E B
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Selectivity / %. -
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L@ TWBEZ &5, CH3-CClz
O R DOTOFE 0 B EEM37% D DN30OFT
130.034s-1TH o 7228, D BUEOHMITHE
VWK L. 2HEN83% TdH H5HC500FT
130.011s-1& 725 /2. CH3-CHCl, DR
O HMEDOBEINCHEWET L, 208k
XI5 U CCH3-CH3 D RIRIiIWmML 7z, £
7z, CHs-CH2CIDZEIRZ I8 QM
ENBIMT 20, 2HENEIBTH D
HC500F TH1.8%THo M. ZDXD /2Pt
ATREOELICHED ., TOF, BRIRBOE(L
IEPt/SiO MK TOMRE LB —HTE =
ERnMol, B, BREMINE
DN400FZ W TR 21T - 243, CHs-
CHCI#1R 232%, CH3-CH3RINEE7% &
WHEMATLENE, 5 OENSCOK
FIZXD0HEIL0~T0%TH B EHEE S
N5 (HETIL68%) . ZONBEEREIZ
TOFZE T % &£0.014~0.017s-1&72 0,
THINSTOFEFE LN /2,

TOF /&1
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Selectivity / % -
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D (CO : Saitama) / %

Fig.3 PtOBUEIZXTBTOFRN

BRI DL

LA D K D IZPYAL O3l | T 0D CH3-CClz MK FZLBIER R INIC BT BTOF, BERY
DERBIICOHEITL > TRO 5NEPOHELEFICESMHMETE Z 08500k,
AREIEPEIC K U CHIBRE, IREHFOHEENRBINZVOR, AR TIRHCPEIAET
5728, MEEEICHT3REROBRECQOEENERTES D EEZI NS,

S

1) #&5. BS0EfER=(A), p.238, LH1997).
2) T.A. Dorling et al., J. Catal. 7, 378 (1967).
3) G.R Wilsonet al., J. Catal. 17, 190 (1970).
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Pt/ALO, 7 0 o) Ml c 15 CO W EHIEN QN 74V DK F RS
EERETEMIEAER
{REE B, KMB IEEA, =W 34
Pt/ALO, AT I 1T FREH 1 LARTEHE L O BIE ER BT b D —FEEEL T, Pt/Ab%?ux::%ﬁEﬁE
ZRWT CO BAERREIE V74V Dk FELER A,

1775V DARFEL
F70 DRFACRISII AR T EROTIFEN
@:j nF 78V AT ) THNZ R L, cis-7 AtN o748

2:H2 / CeFHY VAT YV ic-DHN), trans=7 AEN B F7EV (T N
Pt/A1203 @:O\ v t-DHN)E THIT T 2E KRG T D, LIl
50> T d@ PUCKI BT 781y DRI AT ZObHE e
. REFGOTTHVAETE T Tk, 1L AEF B
R F— -7 HY
FEAERRL7R,
2. EEFGIE
2-1 COWFRHE
A EA7 0.4g &L, 130°CT 30 A MOHRDHE, 400°C TR OARETE ML, T, FIiR
(400°C) CRLZEHES(10-4torr LA F)LATALERE L e, ZO%ERITT, CO 7 SARBEAL, CO WaFBAFIHL
oo 287X TCD A Ayo= b9 7% vz,
2-2 TRV AR FRLR G
2-2-1 P/ALO, bl DRl ALER
T RTD Pt/ALO, A I A/ JFLEA TR . 5BV 150~75 1 m(100~200mesh)iz A& L TRz {#
FAUTe, sy UTcibiE 200mgZFR0EY, AR STHON Ly s an I ARSI L, B0 T, u—4)—%"V 7
WZIDPER LA 30 32T T 135 CETMRFRL . ZOEE 15 HFKB LI, 20%. 7kFEE 20ml/min ©
FLETHMHFPUHER, SHIZ 400°CET 1 M THIEL., TOREOEET 1 M, Al 28T L,
2-2-2 BUSRBHEROFM
FT75vy SgfEREL T 200ml AA77 A2 Tn-N7 AL REHARE B/, n-N7 AV IE IR, e
B LU TRV, ZOFREHERPOH-AE Ay M XY 40ml 2FE0ERD, RKIGIZERLE, G741y ¢ 0.195
mol/])
2-2-3 AKFLES
BOGEEBIZ A - My-7 2 e, ERHBRO— KRBT TRTEBNICEAL, EREERLT
POEBANIA-MV-TICB LI, F-My-7" AEKETERSE, MEAFIRL, NERKEOREN 200°0CIEL
TeETATARFER 25k i/ e DIES THEL, FESHEIREEFRL . 200°C T 3B GS 7z, BERORIhE
RSBRIARERIE LT,
R T %, Ii2bicd—My—7"2BRETKBL | KFEN-VLctk, FID-T' A< 77% AvCER
kLI,



3. B
RN BB Pt/AIZO3 il DWW T D CORE R, WITH7AV VR FILRIGHRZRIZELDT,
285 F7EV R BRI W TR, £RiE THN OARThole,

#  PYALO3 BUED COBER O ARIERIGIER

- CORER CO/Pt 78 R R TOF
{umol/g-cat) (%) (%) (/h)

HC300F 367 72 20.3 71.3 (67.2)*
HC400F 383 75 30.7 102.0 (105.2)
_____ HCSOOF 426 83 219 651 (08
HC300A 325 63 242 954 (93.4)
HC400A 26.1 51 14.2 68.3 (64.3)
_HCS00A 338 86 ] 181 . ..686_(116) .
DN300F 19.0 37 7.0 47.1 (43.9)

DN400F 36.8 72 10.3 356 (-)
DNSOOF 31.6 62 6.0 243 (22.9)

*ONOHEIEIR, THEFEARED CORERL HEMH
CO RAERRPESRM: ; AIEE 19 0.4g
10 EALR IG 4R 1 ; AL 0.2g, RIGIREE 200°C, #MIAKRIE 25kg « f/em *
RGIER 3h, FEHBEE +741> @ 0.195 mol/]
JFEHAE R 40m]

#Xv, UToffRARLA,

Pt srdtiz 20T

- HBEEEHOIEL &M % IV e A Y, ZER T CORER K D ZELHE T TR LB s Pt Oa#tE
kL,

- B FUBHTIEAL B @8 % FE VoA, ERIRE S Pt O BHEIC B2 2B NS o T,

TV DARFGTEEIZ DT
- WBEBHC LR 8 A AV ek, ¥ by TV AeE WA R Pt He Y 0)7‘79L«/ﬂ<
FALTEENE N o T,
+ HC400F 3 X ¢F HC300A 0Tk otz e~ R Pt Ui b 074V RF(LEESEP 2T,
. B EEH (Y A &8 % BV izl TOF i3, HC400F 38 XU HC300A LUSHIREBEDERR LI,
- HEERHIY =y TIvA SR RV TOF ik, SRR L VETLE,




PYALQ, BRI G0 7 1 o R T s
GRBET) OIS - 5 5 - SEEH - BE B
1. §5

MEZ 2 RAERBS ) IRt S N PYALO, B 9 A AV T 7 m U IR
IGEATV, TS5 PATEEG S L O Pt A EE OBEIC OV TR 2T 5 72,

i)

2. EBFIE :
BRI RSB RS IR & vy, ST aias OfAR O F £ 0.05g (FER 1.5 T
Ry =HWTIT- 7,
RTALERIL 573K C 1 B, HetH, (He:H,=4:1) MBHIF\\, ZO%~) U ARE T T
4K ETHH Lin, BIGH AT 030 025 %, B3 125 %, AEE 100 ml/min
(NTURFTAFA~NY T L) & LT,
AEETEVET 423K 226 SOK FERG CHIE L7z,
JEH A% TCDIZ X D 34 Uiz,

I

BE L 7o BOSTREE I LAY 30 IR

3. HERLER

RIGHERZ 1T, 7arSURIBEMEIL Pt OFBREICE D EAR Y, Y=bu
7R EFIERAE L LTV DN 23 B &R A RTERA L Uiz HC T kb, L < L
EtEE R LT,

DN THBERIREIZ L D EMICRERESR SN, —F . HC TiX HC400A A3
IMTEWEEZ R LI b O OF OMOMBLT FREOIEMN %5 Uiz, £, Bleo
EVNFERAHE T THEAR, AZBE P CHER)IC L ATEHOBWIR LN,

BOGIREL 573 KIZ381T 2 7 w8 OGRS & P BB MERE R & 0 TF 25 Ui (™
2~5)e HCIZIE~T DN L S B EREWEM AR Lz, DN & HC OEHEOE WL Pt 43
HEEPBFERS LT A FHF P Co Pt OSERIEHC 12~ DN D1F 5 A% pt
PE—Z M TEHERTEE, fiECHET2 0L EL NS, MEEEOESR
THLABEE & LTHEERSE 2 AV ERA Y= b e P T I VAL L 0 bAREER NS
rofe, —MITHERRZEO v S UREETHZ EICL Y Pt OBBEITHSE T3 2
EDo, BEASRMERIRE L LTHAWZEH AR, BEEREERS WDz A aiy
BREETEESMEN LD EE 2 T,

HRBEDUS TIZ— RIS Pt D EREE DS/ NE VRS TF RAE < 22, SEOERITBINTE |
DN & HC W E TPt A EEMET T5I13 8 TF AR X < 2B EMAR LA, # OFE



{2 DN CTHE CTh o, HC TRIEREUEOE VLB T TR, A:Z& T TR
WEBT Pt ABENRBETT2EE TF BAKE S RBEAMMAR Sz, Pt 25910 &4y

BREEE LF 60 %L EITIE TFIZBEWAR Lo,

LLEDHER LY, RO PYALO, il L TH 7 v 23 L BREEIEM: 2 33T, Pt BEE R D

HEPRODREL, PLRFELREEL TS Z LBALMICR o1,

L © HC300F
151 ® HC400F
L @ HCS500F
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~ [ A HC400A
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1 wt% PYAIYO3IT X B TF L > DKE{L
(Ae#EokmfE) OmiEigse

=
EHEERKECRED—D THBILF L VAKFENLT. 1 wi% PYARO3D FEVELLIER %
i, TF L OKEE. BKECOEARBEL THI ML OWLERH S
D, KNS, —EESEHNWTEARELEIFL VI, KESTOMEEREIZ X
04 Ui EKRBREFN-ET IR L. EKRBREEZFETLY > EERT S,
WHDBSEBMTH D, BIETIE. KEOMMMENHEEE E/LEEEINTND,
RISKEGE, EETRIFL B LU TOR, KEIZELTIATSH S, TF L OKE
LRSI, @BOFEEEICEKF LI WENMRRBICOEEINTHWS 2 Ens, Ik
A EBONBEIKET 2D ETEENS,

HEB

RIS EERER Tfro 7z, fillE G~10mg BE) Z2RNE32mm D/ Ly A
BRI IR L, Holz SR T304 il & B ol & U/, HoWt#ld 30 ml/min &
Uize FUSIREIZOCEL. RIEAHAOHIKIE. TF 1 > 2 mimin, Hp 3 ml/min, He 20
mimin & U7, ERWEARFIv I EHNWT—EREBZICHE L, Porapak-Q&
Porapak-R%&{H#E U7 I AT LT,

MR EEE

TF L bR O RIFE(L & Fig. 1HZRT, WEPER. HCx00AE DNXOOF T <, KT
DN40OFIZIIE L2t 0 5 B, bEWEEEER Uk EEROMEEZELiZ, HCx00A
EDNxOOF TIEHIT /N E Mo 720, HCxO0F TILIE IR F R 51z,

Fig. 2i3. #EIEEZTOFTE L HDTH S, HCx00ATIE, 300&500%E R T,
400TAKE L, HCX00F T, Wi dFEEE T2l D /hE Wzl T
V1%, DNXOOFIZ—f&IZTOFII k&<, BERE S EBIET T2 HEMAA SN .

& LT, HEIZTOFT,

DNx00F > HCx00A > HCx00F

EWDFFIETro T,

Fig. 313PtA I E S TOFOBGERLEHDTH 5, PO REICIE, MEDOFEEMEE L
AU, HBEGESHESHEIIED ST, 2FE U TEMDOENNRE NS,

23 SR

1) iR, 7 RS S AT RAME SR | p. 54, BRRHLY A T T 4
7 (1985) .
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Fig. 1. Time course of ethylene hydrogenation activity of Pt/Al;Os.
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Fig. 2. TOF of Pt/Al;O3 in ethylene Fig. 3. Pt dispersion vs. TOF.
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Pt/Alp O3 DHp-02 5 & XRDIZ & 5 M ERIE
(KIKERD) & %

i

BIEBHED S AREZFEE TITNWELE, MIEFBIILITOED TT.
EHR/S—T El|]., 1Smin— KEANHE ; 400°C £ T30minTHIEF., 15minffff
EFR/N—T  I5minffF, BRI THRE>KREE : ER

—100°C & T30min THE—~EE K- /KEHE : L000C-EZHIE

RREIENI0mgE L, ARECEHOMIZIIHERTROESEERE T LE,
¥/, HERIMEEORBELSTORELN—YIOKBELZFERLELE,

BR-KEME OGS, BROWEREMILIT—RIGITIFOP=10H N 5 748,
OPt=0.5L WS |EDBH DI TOT (FITHESTEOME) . MATHELTAEL,
INEDOERIE, BRERESTOLHKDCOPFICILAEMELLBEL E LN, FONE
MIITHEEFRICESFMEELTHNE L,

XRDPIZE W ER T BORR2 H\, PoETE — 27 0 TixlyHakodate-0% 7\
D7 FART MVELT, PUIHEOEH E— 27 OEAMhER & SchemrerdD I & D Pthr
TRERDEL,

PSS

GraphL|Z i3 BElC A KR OCOEEIC L D2 NBEER LD, RAOERE oy FLEL
7o RRNTVYENRHDLHOOHBKENHEENESNE U, ik, HxHETEH
T5&, BR-KEWETOP=LEEZFET &, COPZEDFER & Bh—3 (fHX=0.95)
ERUETH, KBEETHSNSEERCOREDNLIFZF LD ELE,

Graph2 TII/AKERE - MEDOKRZ LU £ Uk, KBS & HEOKREN BT
5L 5ICOPtEMEL 9 &£0.61&720D, G. R Wilson 5 (I. Catal. 24, 306 (1972)) @
EL—BLELE, (CRIOSHEAUEEESOKERTIE, H/CO=1, 0/C0=0.76, {5,
O/H=0.76, fiidt. 28, 41 (1986) )

ZREDBICEAL TR, AiLEERENEFTERS Z & RLDERBITELDOME
NH53IE (FEHEED DESEEOME IZITIRL TWialhy, NIV ATA Z/NE
2. IV AEEOHRIE SR D EENK E<2BE) EELANE 2 —EL
FPRRENEONEES> TENERNET,

Particle size® 3 — M T3, BENSE SN EHNTFEE RTKE APFFOTEMD
R, BAxOXRDEIEDHE 2B U FE L., XRDJIE T3, 4ompl QR T Tz
WEEHHE—I7BHENERFADT. BIFENFE TE 7z @3 Hachioji & Nagoya-2 DA T
L7z, TNENORITFEEIZLS, 38nmTHD. TEMOFEREE S —H LU FEL 2 (TEMZ
B EER TFRIOTHER .



A

Sample Loading / wt% | D(CO) /% | D(0/Pt=1) | D(0/Pt=0.5) D (H2) 0. 61
Hakodate-0 5.24 71.9 66. 1 99.1 94.2 89.3
Kitami 4.90 68.9 64. 8 97.2 89.0 B7.6
Kobe 5. 21 67.8 64.5 96.9 70. 3 87.3
Hakodate-11 3. 54 65.0 55,1 82.6 71.5 74. 4
Nagoya—1 512 64.0 52.8 79.2 70.2 71.4
kyoto 4.84 53.2 53. 4 80. 1 68. 9 72.2
Hakodate-08 4,36 48. 3 53. 6 80.4 86.5 72.4
Ichikawa 5.05 41.7 47,6 71.3 56. 3 64. 2
Hachioji 4. 61 22.6 24. 3 36.5 31.8 32.9
Nagoya-2 5. 30 16.1 19.8 29.6 23.9 26. 7
Sample Do) /% | 0@/Pt=1) [DO/P=0.5)| d(C0)/nm | d(T1)/nm | d(T0.5) /nm | d (XRD}/nm | d (TEM) S/nm | d (TEM) L/nm
Hakodate~0 71.9 66. 1 99.1 1.6 1.8 1.2 - 8.0 140
Kitami 68.9 64.8 97.2 1.7 1.8 1.2 0.9
Kobe 67.8 64.5 96.9 1.7 1.8 1.2 - 0.9
Hakodate—11 65.0 55. 1 82. 6 1.8 2.1 1.4 - 2.2
Nagoya—1 64.0 52. 8 79. 2 1.8 2.2 1.5 - 2.4
kyoto 53. 2 53. 4 80.1 2.2 2.2 1.4 0.7
Hakedate—-08 48.3 53. 6 80.4 2.4 2.2 1.4 - 2.2
lchikawa 4.7 47.6 71.3 2.8 2.4 1.6 - 1.0
Hachioji 22. 6 24,3 36.5 5.1 4.8 3.2 15.0 0.6 17
Nagoya—2 16.1 19.8 29.6 7.2 5.9 3.9 38. 2 0.8 52
c :
100 [ . @ DOP=1)
* ;W D(O/P=0.5)
= n Ad — B (DOPE=1) y=09452x
e b — B (DOP05)  y= 14177
e 4
[ ]
20
0 i L
0 20 40 60 80
D{CO, Nagoya Univ.)
100 | e
n A W DOP=05) |
80 | Y- ® DO/P=]) !
2 m A A %503 }
= 80| A — Y (DOP=05) 1 y=1110x
g, ® — B (DOP=1)) | y = 0.740x
40 | — BT GRFI3) 1 y = 1.000x
20 |
0
0 20 40 60 80 100
D(H2) | %
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1. #E

05 Pt AR, Pt HIEIRUEL-OFRBL TEOE VA5 Pt
Can ;A iR A N SN2 N A B 2 31
T3, AL, RSB RE S TIThR T
WAREERRIO B e N ) O—RTHY, FK
FLOERRIL, FRRISMSER Pt RO RS
Z AR OVWTH—RI AR5 % HRgEL T
B,

2. &
2.1 FldiERR

Table 1 IZ&KFELEE TR AREOTMEE
ET, ALO Iz I3 B RAME JRC-ALO-6 ZF\ >,
Pt B8EFR Pt: ALO=5:100(wt L) T3,

HMATFEETR, Pt AR L T[PtNH,JCL 2/

VW, HEUDIZ, AL Oy % Pt IR KK —HhiRE
L. BRI EE T, T0%, 100°CT—IRERL., 2=
KEHE 500°C, 1h DEERRERAAT T,
22 Pt4BUEE

RiUELEL T, 400°CT O, Kt 0.5h DOFEE
H, K 0.5h OB TR 1T o7z, %Kiz, 35°C Gl
2 CO HA2WESY 1 EROHIEE T, £0DH.
s Ui CO ZHERL , BERESECHIEL., 1
ERORIEENS 2 EEOREELTKZ LI, /L%
AR BN, Pt EEER KD (P/CO=1.613),

3. RERLER
Table 1IZ&AHED Pt 43, BLU Cl 2HRER
Uiz, Lk, sk5h, JEHEFR PHHITEREHT T T2

e

2179,
Table 1 Ff ORI ML SHTRER

No.  HAFFEH M CEER" PUOIRE

C h h [wi%] [wi%]
12 [PdNH)ICL, 500 1 500 1 0.97 27.6
2 600 4 500 1  0.79 61.0
3 450 3 450 3 1.18 89.6
a9 TPl 129 856
4-8% 500 3 500 1 1.84 51.0
4-11% 2.71 46.5
5 350 5 180 1  0.28 72.5
6 370 1 500 1 0.26 80.1
7 PN e s T 022 98.6
7-2 600 6 500 6  0.15 30.6

D Ao A—trnfllERRLD
2 LIFFEE TR
3) NaOHiz kbpHFE#E, 8, 11idpH{E, OitpHIREE L

3.1 MR Pt tHRRFAHE

TEERZE LA TRl

Fig. 11THEF5E Pt SRSV ViAo Cl 24
B Pt o8 EOBFE R, Fig. 15, HPtC, T
VL, BERRIRERS RS, BERIRE DBy No., 2 #<E, Cl
BAENSVE PLOEEIHECARE 2 b5, Tz,
No.1 i, H,PtCl, S LT Cl EEDRWENZ,
Pt S BEE S 0Tz, ZOEER: ALO, $8{kk Pt 1%

F 100

80 r
=
EGU'
;&
& 40 |

20 @ [Pt(NH:)ICl:

O H:P1Clg
0 1 1
0 1 ) 3
CIEH Q[ wik]

Fig. 1 Cla#ike Pt oSBEDRHR
LOREDTRIDFNZIADOLEZ BND, Tibb,
Fig. 2 {TRUIEIDIC, BBERP CHEREFT5
ALO, 187 = A Z e W T8, BFA 0k
FHEH, FDTcs), BRIV TI, 7T=4
T#d HPtCL DR 2> T PLASE AL, I T
F o CHD[PtINHY,ICL PSRBT 2-T, Pt 438
BB A ofe b E 2 BB,

b 58 BR¥
[PtGI ]} —=> H,* Hp* <@IPt(NH) P
(F=F422) 9 9 h#t )
FLEFIE®

Fig. 2 {H{k~0 Pt HREFHRIOERES @)

ZZC, pH ORMBERD No. 4 ZHE 5L, NaOH
N AIET, fltiro Cl e 28, Pt sn
{ELAnB i bolnd, Zhu, Cl 748 NaCl &L -Thlilr
IZFREEL., ShiT Pt HARBRARASEEA I e ol
DIZRERITK o leirhbEL bND,

3.2 FEHEHR Pt HHFEETE R

Table 14V, No.5—7 DIEEFRF Pt HEEAMKZY
Cl BEENTBZEN NS, T, BFEL AL,
IHBRTBHOLEELLND, H—En i E AT
iz, Cl S EE Pt LD -&0 L2
RITEBLI2VE, HEVEIRCREMSRLEEZITHE S
WEOHES 2B 2l hvbing,



Table 1 # Mo M EL S HTRER

wWH

HRRE

ng%ﬁk B ERIAE

h T b [wi%] 1) [wi%]
1 [PNHa)ICl. 500 1 500 1 0.97 27.6
2 600 4 500 1 0.79 61.0
450 3 450 3 1.18 89.6
4-0 HPIClg 1.29 85.6
4-8 500 3 500 1 1.54 51.0
4-11 2) 2,71 46.5
5 350 5 180 1 0.28 72.5
6 370 1 500 1 0.26 80.1
77 PUNOKNH) 100 3 350 3 0.22 98.6
7-2 600 6 500 6 0.15 30.6
1) Bfila= =B  B SE R A R R LY

2) NaOHIZ X bphTa8, 8, 11itphfi, 0RINaOHENRZ 2V GRRELD

weill— hakodate—0
—#— hakodate-8(ph8. 62)
hakodate—11{ph1t. 14)

BB EB[9%)

100

80
60
40 F
20 |

0
200 250 300 350

RE[C]

400

450

NaOHT O phiARIC LAHCoEIEEDH

Bi(hakodate k1))

Table 2 EEEE

EXSH gy 400Co2 CO  500°CDAY
E(wi%) =ik i 4
2 %] [mol%)  H[mol%)
1 0.97 27.6 37.6 1.72
2 0.79 61.0 70.1 6.58
3-1 0.22 98.6 714 4.80
3-2 015 30.6 479 2.16
4-p 1.29 85.6 80.5 4.37
4-8 1.84 51.0 81.3 1.90
4-11 2,71 46.5 62.7 7.96
5 1.18 89.6 774 4.08
6 0.28 72.5 57.0 9.34
7 0.26 80.1 78.7 3.47
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