© 2016/090612 A1 I KO OO0 IR O OO

(12) R EFSERLY A H N ERRRH
5 iR R ~
(19) Eﬁﬁgﬂ géé T O A 0 0 O OO 0
=

; o /N 7 B2
() Eiri#H = WO (21(0;1%30*6?12 Al
2016 %6 H 16 H (16.06.2016) wWipPO|PCT
61 HERENSHE: 79 REA: ERTHBAREZHIREFRAA
CO1B 39/54 (2006.01) CO1B 37/08 (2006.01) (PERIODIC LAW FIRM OFFICE); 1 [ 1t 517 78 3
i - e g B f :
21 EREREE. PCT/CN20L4/093624 IX(;.DE% 1AM K4 36 5485 HLEE K E B JE 1713,
e 1 A T Beijing 100088 (CN).
22 : 20149 12 A 11 H (11.12.2014 . .
Cn FwEE ( Vs BER (5 AEHEY, EREHTROEERR
25 HFES: 25 #1): AE, AG, AL, AM, AO, AT, AU, AZ, BA, BB, BG,
T . BH, BN, BR, BW, BY, BZ, CA, CH, CL, CN, CO, CR,
26) AMES: P CU, CZ, DE, DK, DM, DO, DZ, EC, EE, EG, ES, FL, GB,
a1 BEA B ENSEAE L WETRIH DALL GD, GE, GH, GM, GT, HN, HR, HU, ID, IL, IN, IR, IS,
AN INSTITUTE OF CHEMICAL PHYSICS, JP, KE, KG, KN, KP, KR, KZ, LA, LC, LK, LR, LS, LU,
CHINESE ACADEMY OF SCIENCES) [CN/CN]; IE& 11\\I’IGA %Dﬁg]i}ygi%;hﬁg’ %Wﬁﬁil\’?% lgi’
ag A 2 2 > N l\ N = . . > » » » » 5 5 ) Py ) ) s 3
g(i; ‘éNjUi 725 3R] 1A AL 457 5, Lisoning RO, RS, RU, RW, SA, SC, SD, SE, SG, SK, SL, SM, ST,
(CN)- SV, SY, TH, TJ, TM, TN, TR, TT, TZ, UA, UG, US, UZ,

(72) RYEA: E# (WANG, Chan);, 1 E T T4 KETTY VC, VN, ZA, ZM, ZW

1 f 1 % 457 5, Liaoning 116023 (CN).  #o#k 1 g R B0 () i [
(YANG, Mino); i [30 % 3 1 vt (i L gy B9 ﬁ?ﬁﬁ?ﬁ%ﬁj L

457 %5, Liaoning 116023 (CN).  HIM (TIAN, Peng); RW, SD, SL, ST, SZ, TZ, UG, ZM, ZW), EX i (AM, AZ
W E I T K% i vb i R LB 457 5, Liaoning N T T s [ ’ T

] N BY, KG, KZ, RU, TJ, TM), Bk} (AL, AT, BE, BG, CH,
116023 (CN). xR I, Zhongmin); T CY, CZ, DE, DK, EE, ES, FL, FR, GB, GR, HR, HU, IE,
B RIEW YR O 1l 5% 457 5, Liaoning 116023 IS, IT, LT, LU, LV, MC, MK, MT, NL, NO, PL, PT, RO,
(CN). AT (SANG, Shiyun); H EIL 74 K% RS, SE, SL SK, SM, TR), OAPI (BF, BJ, CF, CG, CL, CM,
T b O R L #% 457 5, Liaoning 116023 (CN). 7 GA, GN, GQ, GW, KM, ML, MR, NE, SN, TD, TG)-

& (YANG, Yue); FE I T8 N v E A % *Eﬁé\\ﬁ

457 =, Liaoning 116023 (CN)o B
—  WIEER R R 21 203)-

(54) Title: SYNTHESIS METHOD FOR MESOPOROUS AND MICROPOROUS SAPO-34 MOLECULAR SIEVE
(54) REZHRR . —Fh 7L SAPO-34 4> T8 14 BT

(57) Abstract: Disclosed is a synthesis method for a mesoporous and microporous SAPO-34 molecular sieve. In the method, a
SAPO-34 molecular sieve with a mesoporous and microporous composite structure is obtained by using an organic silicon com-
pound containing a quaternary ammonium cation as a silicon source and a structure directing agent simultaneously, in combination
with the use of a seed crystal. The prepared SAPO-34 molecular sieve is used as a catalyst in an MTO reaction and shows an excel -
lent catalytic performance, and the catalyst life is notably prolonged.
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—F L SAPO-34 73T HI A BT %

BRI
AHAFE KPR L SAPO-34 75 i AU 25 J7 1%, KT & 1 7 7
A AT 75 S8 A WD A A BB D e s 2 A I

St MR SRS ILE R, AL . i
e, mtbRIA SRR, 2 RR R T TR A2 B A5
G TR UL ) e g I 438 TR A5 G v e R P S P TR B RO, AR
B AR AE AL G5 M B T A, S BUE A RS P b ORI 2R AIC, AR A
IS AR B I HE AR B 7 29

SAPO-34 fEzzili A8l (CHAD 7p¥0ii, HAHIONTeHLE ABC T3
HERR T A\ TCEA IR TR A = 428 X ALIE S5, fLA7N 0.38%0.38nm, JE
KN 1.0x0.67nm, J&T/NLOFit. SAPO-34 i FHLEHFLIES K, &
Ve, AR p 3R tERK AR EE, R R (M58 MTO) R M
h RILHAR R RMERE. B AT, BZ TAEC &R Z R SAPO-34 F14)4
K SAPO-34 figtg g it SAPO-34 &£ MTO e H )%y (Chemical
Communication, 2009, 3282; Journal of Materials Chemistry, 2010, 20, 3227;
Microporous and Mesoporous Materials, 2012, 164, 214; Chemical
Communication, 2014, 50, 6502; Chemistry of Materials, 2014, 26, 4552;

Applied Catalysis A: General 2012, 437-438, 120; Journal of Physical
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Chemistry C, 2013, 117, 8214).

SR OT AN AR T2 AR 5 A EE A% L N T 4% 2 %
L SAPO-34 73 HORIARIE 1 T HARAE R . BN 2 1 e
e FAER A B A B RS F I T SR, A SUBHR I 5N 2
e PEMAL. ML B, XFEEHTEENLEW SRR,
41 MCM-41 F1 SBA-15, — &AL 100~140 °C. 24 /NIFEI A58 5 ik, i
FL 730 H i A AE TN FURSEAR 2 i TRl A ™ Bk, — e 2
1k 48 /NI L b o 3 A AL A ) B0 R A RS T FE AN VLA, DRI AR 2 B )
PRI R AL R S TE R TR IR A

RAAR

FRIE A i A — AN D7 1, A2 T 3R gt — A il SAPO-34 73 i B 5 BT
i, Gl UL A I B T R HURE L S 9 R I A SRRk YR AN 45 4 3 1) 71
SZiadmirE i, RERE P MIALE S E) SAPO-34 7> 1. Frl & i)
SAPO-34 7, VEAMAFKIAT MTO KM H, IR T RS
EA AT A I 3 S

FITiR th AL SAPO-34 73 P& 7V, FRAFEAE T, SRAZKIITIE,
L& 6 EEM B FRAEIENSYA SAPO-34 SMAFAFME T, & EAmd
AL SAPO-34 43F i o

iz, Pk &A= E T RE RSN & A =N E T RE B
Tk TV 7 o

FITiR & A 2= BN 1 A DAL S PR E F D S BB /B A LA
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JJRZ 1‘16 X

B i AT

He, n A 1~6 ZMFMEZIEES; R, R’ R, RY, ROMHUFEE
BRIEFHON 1~10 kTR ROEABRIE FHCN 1~22 BIkH:: XE K& M
BFHPREDL . ik, n A 2~4 ZHFEZIEEY; R RS R
R, ROMSTHEG B E T8N 1~5 Bst. b tigh, At 1
n=3; R'JyHHE; RPAMHE; RONHE, RUGHHE; RONFE; ROIEAK
JEFH0h 12~22 pyke ks XN Br.

Frid i BN PR AR, FRERESEER RS 7 LAEE—
SR F T RE A

R A H i — AR 1 S 77 20, BTA AL SAPO-34 437 i 45 1 77
%, BAOEE LN R:

a) FE A I BT R AR ST TR S, RINERR . %
. BV INAS A E NG, [35G 00 BRI H) S
Py

P,0s : Al,O; : SiO, - BHLZ: H,0=06~14:06~14:02~12:15~3.0:

50~200;

DI ) IR Y DN SAPO-34 &iF, IR 545 T 130~240°C
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SR

PRI HE ) BREYIH, HIEAE ALO, FIEE/RET, BN
& s 03 B BER U 1725 BEIRAYE DL PyOs RIS /RE0t, RO b &
e E R B R ERY 1/2; &6 FHMBETRA LS IMA S F NS 1
RIREAL SV E N RIRURETR, DB LL SiO, RUEE/R¥Tt, BN & A 242
BT RA IS S A ST E T AR SV b I & R o 5K A R R4
s AR BB 2R A CAAS B ) IR Bt 7R R R B DAAS B B B RS

fliksts, PridPik a) PEEFINEFRENRLESY 5A S FHM
BT R S YD B R LU DARE SO R B AR BTt NS A SIS T A
PUEELEY: A SFHINE TR EY=1~30:10. #E—Dilkh, g
P ) P EEFHMETREIEL S S A S THINE TSR
FER GBI CARE TR I BER BT, A S A FHMB T E LS. A%
2= P B 5 R AL 5 4)=2~10:10.

fLiksts, BER a) PANABHRIL ABIR . MPEER . BEERIE. WEER L
DY R P

fLikt, BER a) AL A S AR UK. AR
DY R P

ik, DI a) PINEAEFTME 7RIS Yic B IETERR 418
REVEIR . IR BRI ZE DR
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=4 (WEN TEA). 4% (WEJN DEA). i (fif 5y MOR)
2z b —Fhs

figth, FrdBEb) i 2R 2~24 /N

ik, I b) 1 SAPO-34 RS BEE &) FIRIRGYIRE N
0.001~0.6:1. BE—DALizHh, L b) J SAPO-34 Wl 508 a) Frffilstr
VIR B YE E FFRIEF 0.6:1.0.4:1,0.3:1.0.1:1, FERZ%&H 0.001:1.0.01:1
0.03:1. 0.05:1, 0.07:1.

iz, Pk SAPO-34 731 ALK /N 50nm~1pm.

iz, Frik SAPO 4y ¥t A AL E & 45, LRI BUA

300~600m*/g, MFLELERIAA 100~300 m*/g.

MRAEAHIEA ST, RO MM, HRIEAT, WE LdE

—I71EA B TSl SAPO-34 43 F 4 400~700°C 2= PS5 21

MG A G B N —T7 10, AL —Fh & SE AL S P05 A s 1 s B AR A6 77
fEAET, s T — 776 e i FL SAPO-34 73+ 48 400~700°C
HRE RIS 2

5

F

H
Ar

A IRE AR BOR B
(1) MWIEAHF PR ALAI T, H 4 A SAPO-34 70 i KA AL
LEAEH.
(2) WA BT HHRALAI T, H 4 A SAPO-34 7311 b K /ME
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50nm-1pmo.
(3) MRAEA RGO T, Hl4 HAY SAPO-34 77 FfifE MTO [x
R R B O S RO AR RS, MR A B T

B el 5 B
B 1 B 1 TS AT b A R R A
B2 R LB 1 A AT b A R R R A
B 3 R LB 2 A AT bt A H R I A

AR R

U S VEIR A HE RS F I AN JR B T X e Sz i 1]

AR R VLA RE T, St PR & R . o3 4H R A Philips
23 A Magix-601 RIS 26500 B (XRF) %€

X FHER AR ATH YA 0T (XRD) RG22 m144%F (PANalytical) A ]
i XPert PRO X SR T4, Cu i, Ko fE4IH (1=0.15418 nm), HiJE 40
KV, Hiit 40 mA.

SEM JE 3 43 1K F o R BE B2 A4S ) SUS020 AL 4 i 7 i 155 .

N, VBRI B 43 472K F 2 [l 52 52 4 7 1) Micromeritics ASAP 2020 A4
R B A A 5

S 491 v iR R ) B 2R PR A DU S ik B iR 2C T n=3,
R'NHEL, RPAFE, ROAHE, ROAFE, RRAFE, ROIEAKET
KON 12~22 Mk dE: XON Brit L&, /54 OS-R®. #illn, “0S-12” &
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AR N T F n=3. RUNHEE, RPAME, RONHIE, R AFIE,
RONHFE, XN Br. RENT ORERSAEZSENE FHRANELEY.

SEHER 1

B ISR RORE LA | B A S5 AR AIRE St o SR R A 1 FUR ORI R4 T

¥ 21.6g OS-12( i A 7 & & 72%)F1 89.8g = B F/KIB &k 5 /NI,
I 14.0g #LEKE A (ALO; iR 72 & 72.5%), 23.0g iR (H;PO,
[R5 85%), 30.6g =2 (TEA FiE A& 99%), 8.6g FEAMK

(SiO, Jifi f A 4 & & 31%), T FE AL 24 /N, 75 31 20 43 B IR Bt B 4 1.0P,0s

1.0AL,05 : 0.76Si0, : 3.0TEA: 50H,0 fJ SAPO %, H G 0S-12 SrEF K
I BE IR EE N 7 106 FEI) FSREERS FP N SAPO-34 %) 18.8g, a i 4+ 12h,
K B R BB MR N, B SN 5, 7 FHRE] 150°CH%
ZmAl 24he N EERG, W EE B L, AEBFKRERE, 7£110°C
AT

SR P F B ] TSR i BT B AT SR AE, BRI A i 1 B, Tt
Ff- b 24 400nm A2 A5 2 TDRTRE 1) 5777 14 50K o

JFRRFE S XRD 347, S5 3Rm T3 2, S REWEG W HA SAPO-34
5 RL R REAE

K H XRF XA AT TR AT, SR IAE 1o
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sAm | oo 5
% | mETEm FHEETY EERG BIEX o H,0 | IMAGFS W L
BiEw e | B | BRERMRE # | PERITREARS T
| BhER & ALO; R ER Jor &
| wsipe| ZTE | gy PO T R B B wR
N
” Si FyBE/R R ¥ | C(e/gged 21
R C
/4
0S-12 REER | KA | B TEA | 50

1 0.1g/ggel | 150 | 24h | (Sip1AlysoPo19)O
0.031mol | 0.045mol | 7 0.1mol | 0.1mol | 0.30mol | mol ge8 (Si.11Al50P0.39)0,
0S-12 REER | KA | B TEA | 50

2 0.1g/ggel | 200 | 1h | (Sio1sAl4ePo35)O
0.011mol | 0.109mol | 7 0.1mol | 0.1mol | 0.30mol | mol g8 (Sio.16Al0.46P0.35)0,
0S-12 REER | KA | B TEA | 50

3 0.1g/ggel | 200 | 36h | (SigosAlosiPosn)O
0.015mol | 0.005mol | £ 0.1mol | 0.1mol | 0.20mol | mol yee (S1o.08Al 51P0.41)0,
0S-6 REERE | WK | R TEA | 50 :

4 0.1g/ggel | 180 | 24h | (Sip10Al4rPo45)O
0.031mol | 0.045mol | 47 0.1mol | 0.1mol | 0.15mol | mol pes (Sl0.10Alo.47P0.43)0,
0S-22 AR | WK | B TEA | 50 .

5 0.1g/ggel | 180 | 24h | (SipoAlyasPo42)O
0.031mol | 0.045mol | # 0.1mol | 0.1mol | 0.30mol | mol yee (S15.00Al0.45P0.42)0,
0S-12 REER | KA | B TEA | 50

6 0.001g/ggel | 150 | 24h | (SigosAlysoPo42)O
0.031mol | 0.045mol | £ 0.1mol | 0.1mol | 0.30mol | mol gee (S1p.05Al0.50P0.42)0,
0S-12 REER | KA | B TEA | 50

7 0.6g/ggel | 150 | 24h | (Sio1AlossPo35)O
0.031mol | 0.045mol | F 0.mol | 0.1mol | 0.30mol | mol ges (Sio 144l 45P0 38)0;

{731 -
0S-16 ARE | AR | TEA | 100 ,
8 0.02mol 0.03mol 0.06mol A& 0.30mol | mol 03g/ggel | 200 | 24h | (Sin1nAlo4Po.42)0
0.1mol
WEKE | R
9 05-16 AR o %E& DEA 11500 1gggel | 130 | 720 | (Sig 1Al 5Po )0
0.05mol 0.01 mol A 0.25mol | mol 1g/g ge (Sip.10Alo 51P0.39)05
0.14mol 0.10mol
ERER 4
0S-16 AFULE | BER DEA | 10.0
g 04g/ggel | 220 | 4h iy g9 Al 5P
101 0.015mol i 0.10mol | 0.06mol | 0.15mol | mol glege (Sio09AlLn.51P0.40)O;
0.035 mol
NRES 78 y RIR i

1 05-12 ﬁ& DBk 'ﬂf& MOR | 60 1 sgael | 240 | 20 | (Sio Al sgPo)O

0.02mol : i 0.1mol 0.15mol | mol | ~~FEEC 0.2Al0.45P0.40)0;
0.09mol 0.14mol
0S-12 AwE | BUEKE | (mBEE2 | TEAOH | 20.0
12 03g/ggel | 200 | 4h | (Sip1pAlyasPosr)O
0.03mol | 0.05mol | £ 0.1mol | 0.08mol | 0.20mol | mol pes (Sio.12Alo 46P0.2)0,
ERER 4
0s-18 KSR | B MOR | 10.0
g 0.1g/ggel | 150 | 24h | (SippAlyusP
s 0.02 i i 0.1mol | 0.07mol | 0.20mol | mol gg ge (Sio.13Al0.45P0.39)0,
0.02 mol
ERER 4
0S-18 SR | AR MOR | 10.0 .
b
14 0.05 M 0.1mol 01mol | 0.20mol | mol 0.05g/g gel | 180 | 5h (Sip 15Al0 40P0.45)O2

0.05 mol
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22 szt 1 BEAR ) XRD

No. 20 dA) 100*1/1,
1 9.4857 9.32393 88.37
2 12.8411 6.89413 25.36
3 13.9861 6.33217 5.28
4 15.9908 5.54259 40.28
5 17.8323 497416 22.58
6 20.5663 431866 100
7 22.0372 4.03362 9.14
8 23.0423 3.8599 11.38
9 25.0037 3.56139 36.74
10 25.8468 3.4471 20.5
11 27.5815 3.23411 5.16
12 28.2167 3.16273 5.58
13 29.5408 3.02392 3.27
14 30.5456 2.9267 38.48
15 31.0963 2.87611 19.74
16 31.5828 2.83291 2.68
17 32.3249 2.76955 1.36
18 33.5351 2.67232 235
19 34.4349 2.60453 8.81
20 36.0708 2.49007 4.6
21 39.6335 2.27406 3.19

xF e 1

ok R R A I R R S 1, BAIIAN &G E8 N8 1 HA PR
51 0S-12, S HEEMBEFHAHIE ST 0S-12 LI A FIFE Sio, BE/R
AGIEER g Y AW

K F A4 B B TS RE dn B JE S HEAT AR, AR A Bl 2 o, kL
21 pm A DG B LT AR R
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x L 2

Fo Rk Ee il e d AL I AR R SR 1, (BA I SAPO-34 Fifil.

K F A4 B B SRR dn B JE S HEAT AR, AR A&l 3 s, KiE
T EAFAL

SEHE) 2~14

FLA R ELGURT 2 L3 1, ELAREC R R R 5] 1.

XTSI 2~14 FTAFFE M BEAT XRD 20 flr, BdREE R 5% 2 #ik, BPigfr
BRERAAR, KA 1 5% 1 8 I AR K e 7 32 2+ 10% 30 el U 2y, R 9
AR SAPO-34 451 HIRFE .

XTSRRI 2~14 FTSFESLHEAT XRF JCRA T, SR WNE 1,

R AR RS SEHE ] 2~14 IS FER BB ST 20T, IS B A
51 ML

SEHER 15

XS] 1~7 MIXTECH 1. 2 FrASFEsL T 600°C FIEAZSURERE 2 /N,
SRIGREAT N MDBEIR B 0. S5 SR EE 3, WoRShif] 1~7 FrfSFE s AN
PR FLIEAZ AL
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3 FEA A HR AR A AL

BER, HRER (mz/g) V wa VBJHb

SBET S g’ S aa (em’/g) | (em’/g)
Xt HEB 1 630 618 12 0.30 0.02
T e 2 235 172 63 0.06 0.09
SEHEH] 1 620 394 226 0.16 0.38
SEHEH] 2 653 524 129 0.21 0.18
SEHEH] 3 643 378 265 0.15 0.40
SEHEH] 4 615 403 212 0.15 0.37
LR S 632 389 243 0.16 0.39
i 6 462 341 121 0.13 0.17
SR 7 623 456 167 0.18 0.21
a:f t-plot HE1H 5
b:H BIH it &
SEHEH 16

B St 1~7 FXTELB 1. 2 BEdH T 600°C Fi@A

ESERE 2 N, AR

JE R R 20~40 H.o FREX 0.3g FEAR3E N R e Bids, 34T MTO x

RIPFAT . (£ 550°C i@

HI S

B 1N, R)5 BER 2 450°CREAT ML, IR

BARVE N 42 ml/min, HEEH &

ZS3E 2.9h7,

S N7 R AE

R SM AT AT 9 BT (Varian3800, FID il 8% , E4145 4+ PoraPLOT Q-HT).
LEMORTH 4, afLGEH, SXFERBl 1 RIS Eepl 2 AR RES AR, SR AH
TEHRTT RS 1~7 FrfEFE N R dr A TR KiE =



WO 2016/090612 PCT/CN2014/093624
12

R4 PR IR B AL A s L 4

Ba By EREEE%)

(min)* | CH, | C,H; | C,Hs | C3Hg | CsHg | C;Hy+C3Hg | C4-C
XTEEB 1 | 260 | 1.62 | 4756 | 0.79 | 34.43 | 231 81.99 11.94
X EL ) 2 62 | 1.82 | 3539 | 0.92 | 36.79 | 3.45 72.18 13.30
SeHEB 1 | S30 | 132 | 4842 | 0.50 | 33.40 | 0.75 81.82 14.65
SEHER] 2 | 420 | 2.58 | 4668 | 052 | 32.67 | 0.92 79.35 13.68
LR 3 | 620 | 1.50 | 47.17 | 045 | 34.48 | 055 81.65 15.21
a4 | 490 | 252 | 4688 | 052 | 3474 | 0.83 81.62 13.85
SHER S | 682 | 1.48 | 4738 | 040 | 3423 | 0.41 81.61 15.78
a6 | 310 | 2.88 | 4631 | 0.59 | 3290 | 0.62 79.21 12.65
SeHE 7 | 430 | 212 | 4752 | 052 | 33.78 | 0.85 81.30 14.02

a. FEEFEAL RN 100% 7 J Bz (1]
b. 100% M EEFEALZRIN , g e ( L + TR i 6 1

A BR LUBE S A n L, AR IR A SRR EBOR 25K, AR A
QURBARN RAEA BB A HIE M R ATER T, AR AT DU 4 T T RERYAZ 3
AECA, PR AR B 1 DR S R 2 =54 LA HE ORI R BT 57 2 ) v B A
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BUHIZER

1. —FrP Gl SAPO-34 7r T B & R 7%, HRFAEAE 1=, R A KIATT
%, AEEAEEMBETRANREL ST SAPO-34 M FALARME T, A
ATk L SAPO-34 43 F i

2. MRIERANER 1 Prikmy vk, AR T, ik &6 FME 51
AW G ik 3 2 A T st g i A S b 22—t

OR? R*

R'O— §— C ,Hm— N—R?

JJRZ 1‘16 X"

_ _ AT

He, n A 1~6 ZMFMEZIEES; R, R’ R, RY, ROMHUFEE
BRIEFHON 1~10 kTR ROEABRIE FHCN 1~22 BIkH:: XE K& M
B Eb

3. MRIERCRIE SR 2 Frik 777, HAREA T, Fndal1 A n=3; R HH
By RPNHUES; RO RUONHIZS; RO NHEL; ROIEHBRIEFHCN 12-22
fkeke; XA Brs

4, WARBCRIER 1 k77, HAHEE T, EOEE U NP

a) B EEEMEFIENRLEWETKD G, KON, B
. BV INAS A E NG, [35G 00 BRI H) S
Py

P,0s : Al,O; : SiO, - BHLZ: H,0=06~14:06~14:02~12:15~3.0:
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50~200;

D FZ R O FTFRA Y I SAPO-34 &, R4 3551 5 T 130~240C
Tl 1~72 /NS

o) FRmfbai sl 5, A& NS, k. T, ERRENE P AL
SAPO-34 4 F 1

5. MEBURIEK 4 Frik ik, FRHEE T, P @ s =
FHE F ARG S 5 A S = B B S B B R Bl LAt o R
HIBE R BT, NEAEEIMEFREIEASY. A5 ME TR
H¥=1~30:10.

6 MRAEBCRIER 4 Frik it 7735, FRHEE T, PR a) TR BHRIE H
PERR . ImEiR . WAL . WA PR D —Fh DR & TR EE
SRS, PIEKEA . SR ETPRED R PR PITIRA S =
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