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Effects of Support Acidity on the Catalytic Performance of Mo/HZSM-5-A1,0;
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Abstract: Mo/HZSM-5-Al1,05 catalyst samples, where the HZSM-5 had different Si/Al ratios (12, 42, and 213), were prepared and evaluated
in a fixed-bed reactor. Effects of support acidity changes on the catalytic performance of Mo/HZSM-5-AL,0; in the metathesis of ethene and
2-butene to propene were investigated. NH3 temperature-programmed desorption and pyridine infrared spectra revealed that the differences
in support acidity led to the different anchoring modes of Mo species on the composite supports. Quick deactivation phenomena were ob-
served on Mo/HZSM-5-A1,05 (Si/Al = 12) due to the high acidity density of the catalyst. For Mo/HZSM-5-A1,05 (Si/Al = 213), more Mo
species dispersed on the alumina in octahedral form and those locating in the zeolite channels existed in the state of (M0,0s)*" clusters evi-
denced by ultraviolet-visible diffuse reflectance spectroscopy and H, temperature-programmed reduction results. Such distribution was
linked with the low metathesis activity and the appearance of the induction period on Mo/HZSM-5-A1,05 (Si/Al = 213). Mo/HZSM-5-A1,0;
(Si/Al = 42) sample demonstrated the best catalytic activity and reaction stability among the three samples. This was attributed to its suitable
acidity amount and optimal distribution of Mo species on the support.
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A 8 Ak S NE S — AT 280K Bk Tk R 2R A I
N, B &I CASRAE S A 2 A Atk R AR 2 1)
R RS R SR 2 M A AR B AT &
fET L o B TR AT R AR SO A, DRI AE A
b AR %2 k. b Re, Mo, W 2 M i £ ) it
Y Ak R AR R g 1 4H 4y . H T, ABB
Lummus 2 # 3 T W 3 /8 1k 7 i OCT (Olefin
Conversion Technology) 1.2, V% [E 4 M 5T Bt (IFP)
55 dh A A 3T Re AT Meta-4 T2 8
2203 W SE P Tk Ak A P AR s . Mt S, W
B R A0 ) B 0E R BRAC, W OB m 1RO R JE
(300~400 °C); 1 # A Re FefH Ak 77 B AR FEMR IR Tk
HAT I 1oy B A TS T A= M B 1%, {H Re A # B3

BRI e R TIZ R A Mo A R AE LA
JSE AT BV RT 2 I H A o 0 A AL e N T
[ 5 3 [ Mo B fiff B 3= E, DRIk, TR RIG R & i
17 Mo J= {44 1) B A AR L (1 52 1 5.

2000 42, AR I 4R ARG A A0 2- T i N
JEORE, B NE A R TN M A AR R R L, SRR T T
i -AL,Os B A 3K F1 2 1) Mo & i k7], HAERIR
T EA BRI AT ST BT R R, AR
PR IR T A R R, BB R
RLVEPE S Rt ALO; & & B ¢ (B ALO;
BN 30%~50%)". SR, X T H AR AR T T
T 4 G A 700 M I R e, AR R T AT, A 2
Bronsted (B) B2 7 5 Lewis (L) B2 A7 7E 1 A4 771 1] #% i
TR0 s B3t B (R /R T LA Bk Z 38 R A IR, 5
FE R SRR L B o T IR ARME & R, A SCIEEC T A
[F) 7k /85 1) HZSM-5 4 T 5 ALO; BB A %k
1A, 25 SR [H BR P 1Y Mo/HZSM-5-A1,0; fi# AL 5 7 2.
155 2-71 R B TR A B JBE H R v

Wi 8 S AY, 2 82 I A R Bl A A S 2, L 38 4k 2 T
{10 T A 5o A 0 7] P9 504 B B2 9 P R I AR K. Mol i
R O3 g o AN ) B 1 Re/ALOs B AL 513
ITRAE, KRBV - B BRAL 5 5 4k Js 97 3 14 % 1)
#H5%. Schekler-Nahama 25U NIA Jy, BAR BAK | B
IG5 Re/ALO; I B BRI B M 5%, (EA# b 75
L MRIAFIE SR TS 2 r, Fh s it L IRELH 5%
PEAFAE RIE. SCRR[15,16]F) F % £ 2 6 21 i (DFT)
TE 48 2 1) B A A AR R B Y b o SR B, SRR IR M

M) Mo = 5 Hp [a] 4 1) B e P B T Rt I8 45 BT 75 1) g
2, 3 S BUR A EAEE R E R R, SRR P
LR SEAE B ) B R 4% T HEAEH, T B & RS
AN [ 35 A 2 T 1) T P A FH 7 SRAEFEAR R 22 00). A
SCE ST T 4y 0 R /AR B I AR A R A ak Ak B
B Mo J i A4 770 45 g S 0T B Ak e B 1 RE 1Y) 5%
W I NH; F2 5 F-ifs B Bt (NH3-TPD) Atk i i bt
ZL41 (Py-IR) DG RAE T #0445 A4 70 1) BR P A7 15
B, R H B2 7 FHRIE 5 (H-TPR) FEEA-TT W2
S 86 EE (UV-Vis DR) &l 7 3 4AR 1R 1 22 7 % Mo
YIFPAELEARAS 52, I AR P FHIR E AL (TPO) 77
T RS S A AR R R B AT T A A

1 SEEEY

1.1 EEFIREE

H 56K HZSM-5 43 1 ¥ (Si/AL 43 5] 9 42 F
213, M B THMRAR) 5 SB ¥ (HKEA,
T2 75.0%, f8[E Condea /A ) #% 70:30 [ )i & Lk
RAEA, ISR (01 & 20 %0Ch 10%) 5 26 i,
FE I T 5T 550 °C fEbeiil 43 HZSM-5-A1L,0; B &
;A BT ZSM-5 (Si/Al =12, L E Y TiA
BRA ) 5 SB K LA IR A 1) i i LR A 350, B
A, 550 °C K562 J5 F 0.5 mol/L ) NH,NO; ¥ i
1E 85 °C A8 3 Ik, #4 BT f9 NH, B & 80k i ks
}e 5 AL N HZSM-5-A1,05. 4 Ff 5 /E ZA-x, 3
W x FRon HZSM-5 IRE/ER B, Bl 5 4% 5 & s i
e L0, HX 20~40 H AR . SR S ARRUZ 50 %
B Mo BE AL 7). AR 0 1) WK 2 T 1) —
WPZ 1) (NHy)sMo070,44H,0 (15 25 4 ] 6 223557 TR
ANF) B, B TR LR 3 FiEik 24 h, 120 °C
T4 2 h J5, T 600 °C £55¢ 2 h, A HHI15 6% Mo 1]
Mo/ZA-x fEALF.
1.2 HEEFIRNRE

¥ B L 2% T AR AN FL 4% 4 A £ Micromeritics
ASAP-2020 A4y BEWL B A B INAS. SRR S A
350°C NI E AP 8 h, SR 5 £ 2R E (-196
°C) T HEAT Ny MR- B B 5256 N, 45 Bk T AR
0.162 nm?, t R TH A L £ 45 BET &R 7 f2 ik it
S, FUARFR AR IS F3 o 0.995 I () N W B 275 34

X S AT (XRD) Wi K F PANalytical A ]
X’Pert PRO ! X i & fi7 4 1, LA Cu K, ¥ (A=
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TR 25 FRARER 1% Mo/HZSM-5-A1,05 14k 71 145 18 54K [z N 2 FE PR 5 Wi 1749

0.1541 nm) Jy X B U6, & B K 40 kV, & B 40
mA, A HE 20 =5°~70°.

K F H AT #57 ) NH;-TPD 2% B bR 5 10
HFERBRE. FREL 0.1400 g Ff 4 (20~40 H) T U B
FyE g, T 600 °C A He FilAb ¥ 30 min 54 # &
150 °C, ¥ A\ NH; W A, & He K4 % TCD
For il 45 (1) B 26~ A2 5, FEAR BA 20 °C/min #EATRE 7 T
I, TR 1 5% NH; JBE A5 5. AR 55 B 5l o0 B g
NH; Jli Bt s [ AR R AE FL B R i

K Py-IR Wl & A AR 2. 3 S i A i R
& AR A (d =13 mm), 2R IEHE B AN LA CaF,
NE R R AL . BE 23 500 °C mE A (107
Pa) TiALEE 1.5 h J5 B &8 50, SIUORE S O 20 A E
5. AR 0°C R AL 2R, TP
# 30 min J&, F£FFTHIR & 150 °C 7 = B 2 Bt Mt 20
min, DA R 254030 B AR RHRE 21 RRE i I PN R AR 11
M mE 25, B 2 A I A 12 N B IR R R B 4 A
B J5 2 BIAE 300 A1 450 °C R EH 4540 H 30 min, fFE
U B0 A [ 3t PRI B2 R X B ) FT-IR 3.

K H A JASCO A @] V550 448 4h-w] W4 %
6 B I 2 AR B UV-Vis DR 3. DABRER O (A A A
NZ L, 3 HE X 100 nm/min, W 2 Y5 B 1=
190~800 nm.

K H H,-TPR R AEMEAL T . Mo #8138 JR 47
9 LA R & @ W 5 A ) R AH ELVE . FREX 0.1000
g PR IFE T A3 BE N, £ Ar Hh T 550 °C ikt
H1h FAMEER, MEVHBANTEKR 10%
H,-90% Ar 1R &<, I &R F FHR £ 100 °C, f£1%
N R TCD A AR Hy (5 5 B LT RS,
FF46 LA 10 °C/min FHEELZE 900 °C, [FFd % #E H, &

K H B Z 1 TPO % B 75 %2 J i fik 4k 751 E 17
WAL FREL 0.0800 g #E i T U B A E N, £
10% 0,-90% Ar "< ¥t (25 ml/min) 1, LA 10 °C/min
H 50 °C F+ % 850 °C. F Omnistar Jii 3% {75 28 46
ALEAHF CO (Mr/z=28), CO, (Mt/z = 44) Al H,0
(Mr/z = 18) 15 5 K122 4k
1.3 #UFIEIEN

0550 ) VP O 7 T B 8 IR I B ke B kAT
1.0 g AT E TAERRPE (NFE7mm, K
JZ 55 om) HEIE R DX, W R A AR PR 2 HR g i A
H A 2 L R N RIT A A6 7T E N (20 ml/min) AT

550 °C JEAL FiAL#E 2 h, 2R )5 B 2 90 °C, FFd A J5 Rk
KOS 2- T BEREE N 111, B EZEN 1.5
h'y BEAT SO JEUREART A P 4 A 35 B Varian
CP3800 7Y ¢t 1} {3 it 17 75 £k 43 7, Plot-Al,O5/KCl
PEAE (FEK 50 m), FID &0 %%, LLIE T 6 A W ARTE
S2- T W AL R O M I R (U BT 0 o R P
A FE AT EREUR).

2 HER51R

2.1 ARSI RN TR &GS

AN[A] ZA-x AR5 Mo/ZA-x HEAL 7 i) SR 8 5
BT 1. ATLLE H, & ZA-x BAKM bR 1 AR 7
320 m/g A, $ER Mo WP 2 Jim, HE A FRIAE S i B
KA E BT/, H A Mo/ZA-12 F1 Mo/ZA-213
/N B FE 3 T Mo/ZA-42 FE . FLAR R 15 A8 [F)
MR, X U8 B AR T HZSM-5 (R /4R HL X Mo 4
Tl 5 52 A B A FH SR B A R

®1 TFE ZA-x HF5 Mo/ZA-x LTI BRI R
Table 1 Textural properties of ZA-x and Mo/ZA-x samples

Sample Aggr/(m?/g) V/(ml/g)
ZA-12 326 0.27
Mo/ZA-12 287 0.24
ZA-42 321 0.30
Mo/ZA-42 302 0.28
ZA-213 320 0.28
Mo/ZA-213 288 0.25

ZA—HZSM-5-A1,0;; the x (12, 42 or 213) after the sample name
means the Si/Al ratio in HZSM-5 zeolite.

K1 EAE ZA-x Fl Mo/ZA-x ¥ i [F) XRD i,
B AT, §E Mo W Fh 2 &, HZSM-5 4 - Jifi ¥ A
XoF 45 i BE XA P BEAG, AR R T HZSM-5 & 4211
FEAE T 5 06, H K W 82 5] MoO; (JCPDS 05-0508) Al
AL(Mo00y); (JCPDS 23-0764) #&AH IRAT 56, X 35 1
6%Mo ) f1 % 5 5 A B PR HZSM-5 43 71 (1) 22 45
¥, H Mo LAJGSE T 3 BUE 8 4R R TH 5L LUK T XRD
A8 R () MoOs fill éib T AFAE.
2.2 BiESEATIREEE

K2 N AR [A ZAx Ml Mo/ZA-x Ff & )
NH;-TPD . A LLAE H, ZA-12 Ff 5 H 30 S 01 5
f) NH; I Bt g, 43 542 F 250 F1 420 °C, H. AT # 1)
e T AR B K. I NH; B B 04 2 | 3 ALO; BA
S HZSM-5 431§ H 9B 22 45 0 M B NH; 51 2
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1 F[E ZA-x F1 Mo/ZA-x ¥ & #) XRD &
Fig. 1. XRD patterns of ZA-x and Mo/ZA-x samples.

Relative intensity

200 300 400 500 600
Temperature (°C)

2 F[E ZA-x 5 Mo/ZA-x # 5 #) NH;-TPD i
Fig. 2. NH;-TPD profiles of ZA-x and Mo/ZA-x samples. (1) ZA-12;
(2) Mo/ZA-12; (3) ZA-42; (4) Mo/ZA-42; (5) ZA-213; (6)
Mo/ZA-213.

BT 420 °C (1 & il B Bt i, 7T RE 5 #oik b & s R A
H o, WA A BEAY T HZSM-5 ) BE 55 A 1B 2 3 5
U7 B % HZSM-5 R RE/AR 4R v, B A3k
T FLAH LB Mo 225 4 7510 79 s, NH B P i T AR 98
/I, L v Tt B O 5 T R R RS 2. X 5 B R
RR ek )N, HR IR A I R 0 FE NS R B BT
DA i, FEk Mo W)l G, A% i (1 98 2 & PR IK, 55 12
BN, SRR RS HZSM-5 thRE/48 H A 5] T AR
[F: HEE/AR Ly 12 I, fk Mo Wi 5 B i 1K) Gl iR
BT 8.7%; RE/ARLLA 42 i, fiEk Mo 5 FE

m PR LR B BE AR AN AU Mo WM& 33 ZA-213
FE S A S R E N 14.0%. X Ui B S AR R 1k 1 22
T2 Mo M Fh 58 AR I IEH 7 AR, KEW
FEW], Xt F Mo/HZSM-5 o4 75 Ktk 44 %, Mo 1
glON 2 B iR NH, B PR 0 T AR, [F) B O R
HZSM-5 77 9 B ZE i 45, JFH 2245 0 F ) 38 2 A
15 55 W 14 hn U2 %t F Mo/ALO; AL 71, Mo [ 5l
AN S5 ALO, # 4k b MR 88 n, H 1880 i R A
PAgg IR AN rh o B 62 9 3 (RIS R B R BB Mo
8 B (1 48 n T 46 i1,k HZSM-5-AL0; B &
AR T, FE Mo YR 5 ik b sR IR 1 &
A A EAE L, 5w NH; i B i T AR R [, T 74
FLAE ALO; 1) Mo ¥ Fh 2 51 AR IR NH; it B i [
RN, X HZSM-5 Hf 3R 2245 1) 5Tk

T HE A i B A R RE R LERE S 3 Mo T
J (TR S Y R R o B PR AR Ak, AR ST T A o O Bt
WLt I J E A [R] Bt PR B2 R 1 Py-IR 1%, 45 3 WK 3.
P SCHR[23]130 08, 1547 em™" AL W& U J& IR BT 72 B R
A7 _E M E (W W 1454 em™! KB 0E T & N 5 0 e 4y
T N RO B LA LR A PR R AIE R B 0
1491 cm™ AbHFAE & L5 B B2 A7 AT L R A7 11 JL [F] 51
Wk, FTLAE ), ZA-12 4k I B BRA AT L R A7

Ud acid

Lewis acid

ZA-12

[/

ZA-42

ZA-213

|

Absorbance

e BEe

Mo/ZA-12

Mo/ZA-42

A
\

Mo/ZA-213

_J
_
\J
\_J
\__

— |

(TI7

1 n 1 1
1400 1450 1500 1550
Wavenumber (cm™)

3 7[R ZA-x 5 Mo/ZA-x ¥ @E) Py-IR &
Fig. 3. Py-IR spectra of ZA-x and Mo/ZA-x samples (desorption at
150 °C).
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TR 2 BARTR HEXT Mo/HZSM-5-A1L,0; AL 7 10 I3 U5 4k Js 7 M R Fr) 5% ) 1751

LT AR g, H L BRAZIER5E. X EER R NE
B AT ALO; ALK =M L B AL, ARYE Emeis Y
M E 7 =G JE 3 2] B/L BER LA N 0.98.
b5 HZSM-5 HRE/0 L 4, 3R 1 L BR A M
6 7% B W A A, 1547 em™! Ak B TR W AT U6 788 FBE KT
NBE, LLET ZA-213 845 ETLTIH k.

Wi 2 fr i, b B A 150°C B, 413 Mo
W2 J5, ZA-12 #fk F B Al L R &35 0 B R,
H BRRE T MRIEER K, ZA-42 FARIT R 1) IR 2 1%
HIEAE; ZA-213 FAR BB E B B4, H L RE
WA BTG N, $ s PR EE 2 300°C J5, RHE L
LAV N B = N Nl O VAR
SHER 7. 24 B IR B T B 450 °C B, AN BE NI 2
1547 em™ Ab/b B B BRAL. Z54 3K 2 FHIAIIIA

[Fi) Bt B 9L B T 6F IS 6 B/L B, AT DL B 4 A E i
SR T 0 TR B R AL B, T R R R 55 IR 1
OFEEH LRI, 13 Mo ¥IFh 5 3% B FR =B (K.
teAk, XF L Py-IR 1545 R B, Mo/ZA-12 Ff i 1)
B RV i %, Mo/ZA-42 IR 2. 1XZF N ALO; 713k
Mo M Fh 2 J5 &3 7 4 — & & I B & f P12
Si0,-ALO; 374 th 2 27, 45 & NH;-TPD £ fiF
s, RATHEN 71 Mo W Fh 5 HZSM-5 13 4
B BRI R AEMBEAEH, SR B B A5 &I,
G i S i M I | = g S R e P il L 7= 4 )
Mo #)Fi 5 ALOs 1EFH A il b 55 5 B2 1) B TR AL, It
Ab, Mo B T4 AW o 75 32 oA, B mT BLER gL 4k
(1 L FR R B A, 13 Mo 2 Ji5 JLAR UG NH; i B g
AR K.

#z 2 7F[FE ZA-x 5 Mo/ZA-x ¥ & Py-IR BR 4 E B D74
Table 2 Quantitative acidity analysis results of ZA-x and Mo/ZA-x samples determined by Py-IR spectra

Sample 150 °C desorption 300 °C desorption 450°C desorption
P B (mmol/g) L (mmol/g) B/L B (mmol/g) L (mmol/g) B/L B (mmol/g) L (mmol/g) B/L
ZA-12 0.55 0.56 0.98 0.47 0.14 3.36 0.33 0.08 4.13
ZA-42 0.37 0.43 0.86 0.35 0.09 3.89 0.30 0.03 10.00
ZA-213 0 0.33 0 0 0.06 0 0 0.02 0
Mo/ZA-12 0.48 0.54 0.89 0.36 0.12 3.00 0.20 0.04 5.00
Mo/ZA-42 0.34 0.40 0.85 0.26 0.07 3.71 0.15 0.02 7.50
Mo/ZA-213 0.12 0.41 0.29 0.09 0.07 1.29 0.05 0.01 5.00
B—Bronsted acid amount; L—Lewis acid amount.
2.3 Mo MBI FERSREZIRITA
e FHl UV-Vis 18 858 # % %8 T 7 Mo/ZA~x Kj“’ 320
Ff bl Mo W0 RR I BC AL 25440, 45 R W B 4 iR, Mo M
B ol A T SR AR 2 N FR A R E T d-d B H [\/
TERIE (0" —Mo™) Ff i ZL I fik k. 5 STk [28~30] 8 Mo/ZA12
1R, BB Mo 4K i £ 71 o 1Y P26 Mo 40 F (g £
Mo=0 ## W T A1 7N Be A7 Mo 4 ) Mo—O-Mo #f < Mo/ZA-42
P W 5 0ég E R 43 Sl H B AE 210 R 320 nm BT Mo/ZAA13
N, O, =
Xt 260 nm e A7 HEL RO T RE R R 1 1 1 1 1 1

F 0 Mo WA 51 2. K 4 7] L, Mo/ZA-42 FlI
Mo/ZA-213 #£5hAE 210 F1 260 nm Ab fr W Wiz i 5 i
AT, Mo/ZA-12 K LE 210 A1 260 nm Ab W Wi i 58
FEWS A $E s, H 320 nm AR UACIE B8 4k, X T R 2
Mo ¥ LAY FC AL JE AFAE T ZA-12 ifk .

K Hp-TPR iR FEE T Mo/ZA-x AT 1IE
JRAT R BL K Mo 5 8ok m] i A0 BLAE A, 45 R T
5. MBI, £ Mo/ZA-12 Ff & AT AR 2] 4 A

200 300 400 500 600 700 800
Wavelength (nm)

4 7T[E) Mo/ZA-x ¥ &) UV-Vis DR i%
Fig. 4. UV-Vis DR spectra of Mo/ZA-x samples.

Mg, o 430 °C Ao AT I R U DR E A B
A AT ALO; SR TH 1 7S AL AL Mo 47 F 1 BT ik ;
oy F i A T TH R LS M /SHLAL Mo 4 Fl 1) 34 Ji U
BLAE 550 °C Z£ £4BY; 810 °C /2 45 1 58 38 J i 55
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433 556 713 812

Mo/ZA-12

718

Relative intensity

Mo/ZA-42 736

Il L Il L Il

100 300 500 700
Temperature (°C)

—
900  jsothermal

B 5 T[E Mo/ZA-x # A9 H-TPR i
Fig. 5. H,-TPR profiles of Mo/ZA-x samples.

TSECAL Mo P itk — 2038 5 UL IU FE A7 Mo )
P28 58 JR B, T 6 T 710 °C BT H B0 IR TR
VR B I JE . Xt LR R B, Bl A 5 7 O
/R BE B0 2 v G J 0 1) v B T IRl A A%, EL E 59
F0 £ U 3% 347 A5 O B IR ) 2R 1% . Tessonnier 251833175
FAEAS A RE /R EE 1Y Mo/HZSM-5 AL I & B, 3%
AT/ B B AN [F A 5 B AL R R PEAS R, T 2
S 4 F- TR FLIE N Mo P Fh v A7 2. fERE/ER L
BRI, B R A7 % B 5 e, Mo W) 23 ¥ A 31 4R 3l
(11 B B PEAL BT 2 5 H 1 (MoO,) /7%, tE/
EERR R S RN R L S b R VAL
() BE B B4 Ok . Ml AT A A, BB Mo 4 B 22 T Ak
[Mo-O-Mo ™" 54 LA . IR 8 7 111 6 5 fr) 386 K, I LA
(Mo,0s)*" 1 #% 1) J X ¥ 0 75 4> F i LB . |
Py-IR 25 50T 5N, ZA-213 &8k b B BRA7 1K % &
A% FRATHEMZAFE 5 Mo WP A 2 L2 & 1L
TE N 1) B WA 7 VAL, T2 LA Mo 2 RIEKITES
BT FLIE N ER. 45 & Bl Han Z5PYHHRIE, B4
W 710 °C BT H B0 (1) 38 5L 06 U1 g v A0 T HZSM-5
FLIE N Mo WA R R, sh4h, BE%E HZSM-5 Hi it/
FRLLIHR R, 430 °C Fr A R34 Ji e T BRI T 1 K, 3R
55 £ 1) Mo W Fh 4 BB ALO, #ifk k. Li 2P
B — 4k 27 Al MAS NMR 5 43 935 5 o e 25 R AL F
BRI, 5 Mo/B LI AH L, Mo/HB-30AL0; 1
R ALOS ¥ I 15 52 £ 1) Mo Ak S it #%
T b, R T HB A DY B A B AR R, T 4R
BT R B E M. AT g R LA,

HZSM-5 43 ¥ i P RE /85 LE K R 1 Mo PRl 7E B & 3k
& ER AN, ZA &k HZSM-5 (1% /88 LBk
IS, B VR 9, Mo ¥ #h & LLIU e A7 % 2043 BRE 73
i by BE/EREL R, Mo 5 ALO; 1 Fl 8%, Mo #)
it 5 LS BC AL TR 24 BROE ALOs 3R T
24 W5 2-THEBAHARR MM

1E Mo/ZA f#4bF b, 2055 2- T I E B REAL
AN SN A TR s, TR B AR AR 27T U U S
AIGIRR A SR P, Ao Hr s BR W, 2- T4 5+
RS SE 0 FEFE =W 1-T 0, A B 28 =4
TIHE . IR A N A D &K Cs (5N
S -2- T8 M) FHCo S22

Bl 6 v Mo/ZA-x AT 1 2 0@ 5 2- T 1 Btk
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