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Synthesis and Photoluminescence Properties of 8-Hydroxyquinoline
Schiff Base Derivatives and Their Metal Complexes

Wang, Hui* Zhang, Yonghong Tao, Jingqi Zeng, Zhuo Zeng Heping
(School of Chemistry and Environment, South China Normal University, Guangzhou 510006)

Abstract Three new 8-hydroxyquinoline Schiff base derivatives, such as 4-[(8-hydroxyquinolin-5-ylimino)methyl]-
7-methoxy-2H-chromen-2-one (3a), 4-[(8-hydroxyquinolin-5-ylimino)methyl]-7-hexyloxy-2H-chromen-2-one (3b), 4-[(8-hy-
droxyquinolin-5-ylimino)methyl]-7-octadecyloxy-2 H-chromen-2-one (3¢), and their aluminium and zinc complexes have been
synthesized. Compound structures were identified by means of 'H (**C) NMR, IR, MS, HRMS and elemental analysis. Their

fluorescence properties were discussed.
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WAHN-TT W TR, HARRE FT-IR 40465
25 [H PERKIN- ELMER 1730 FT-IR ZL4MGHEAY; 3£
THEROMO LCQ DECA XP MAX Ji iff {3 ; 7 [#
NETZSCH A %] STA409PC ML, JbaiZE e H
SRR BRI 5-2HE-8-FR FEE IR SR R R W B T R
AFE, FEETEIRON T Bl T A4 7#(200~300 H),

BB Ay o i all, ARACE E AT .

12 EY4-BE-7-BEFTFUE-2-F1(1)819E 5K

4 VI 732 R 2R TR I -2- T (1) P A 1 d2e SCHR[15]
(73T, HPE 4 ToK QR SE G A3 2 A ok R
IREAE, 7% 96%, m.p. 183~185 C.

1.3 k& 1a~1c &M
1.3.1 4b&-4 1a 8946

4- 3 -7 AR L DR L PR -2- ] (1) 1 5 ol 4 R SC
BR16] I 7 iEIEAT, M= M4 oK SEE 45 S 2 A &
[, 77% 84%, m.p. 158~160 C.

1.3.2 1u&-# 1b F= 1c 8946,

TEEAT 30 mL IR LR PN 1.134 g (6.4
mmol ) 4-F 3E-7-F2 FL IR I -2- . 12.8 mmol 1E#R
e (- )\UBbe ) 13.3 g Jo/K K,CO; FilZb i K1, i
FEIAR 12 he RONVRISDE, BEBRH T AR bR 2o 5,
RYIFELAEEraith, Hamii-ZmR Ok - v=4:1
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85 L DFERBEL, #4654 1b F 1e.

4- F -7 L AR R I L IR -2- i (1b): - %8 3 (A 1)
1K, 7 94%. "H NMR (400 MHz, CDCl5) J: 0.88 (t, J=
6.8 Hz, 3H), 1.31~1.43 (m, 6H), 1.76~1.82 (m, 2H), 2.35
(s, 3H), 3.97 (t, J=6.8 Hz, 2H), 6.08 (s, 1H), 6.75 (s, 1H),
6.81 (d, J=8.8 Hz, 1H), 7.45 (d, J=8.8 Hz, 1H); °C NMR
(100 MHz, CDCLy) 0: 162.4, 161.1, 155.8, 152.7, 126.2,
113.3, 112.7, 112.4, 101.5, 68.8, 31.6, 29.1, 26.0, 23.2,
19.3, 14.2; FT-IR (KBr) v: 3023, 2927, 1733 (C=0),
1608, 1550, 1506, 1395, 1381, 1282, 1141, 1073 cm ';
ESI-MS m/z (%): 261.45 ((M+H]", 15).

4-FIE- 7 BB A R A IR IE g -2 (Te): ¥ 3 (A
4K, 773 85%. m.p. 38~40 C; 'H NMR (400 MHz,
CDClL3) §: 0.80 (t, J=6.8 Hz, 3H), 1.18~1.50 (m, 20H),
1.70~1.81 (m, 12H), 2.31 (s, 3H), 3.93 (t, J=6.8 Hz, 2H),
6.04 (s, 1H), 6.72 (d, J=2.4 Hz, 1H), 6.77 (dd, J=2.4, 8.8
Hz, 1H), 7.40 (d, J=8.8 Hz, 1H); *C NMR (100 MHz,
CDCl3) 6: 162.3, 161.3, 155.3, 152.5, 125.4, 113.4, 112.7,
111.8, 101.4, 68.6, 33.9, 33.6, 32.9, 31.9, 30.5, 29.7 (2C),
29.6 (2C), 29.5, 29.4, 28.8, 28.6, 28.2, 26.0, 22.7, 18.6,
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14.1; FT-IR (KBr) v: 2929, 2846, 1720 (C=0), 1616,
1509, 1462, 1385, 1289, 1144, 1070, 1015 cm™'; ESI-MS
miz (%): 879.51 (2M+Na]", 100); 429.71 (M+H]", 5).

14 &4 2a~2c HIER

TERRAT 25 mL W E RS P I 5.3 mmol
4- FR -7 - PR AR L R Lk e -2- ] (4- P 367 - L AR RS 2Rt
W -2- ]\ 4- P -7 B be S 28 T F bk g -2- ), 45+
ViR )G, FINN 1.179 g (10.6 mmol) SeO,, 130 °C 2 i
20 h, EEIGLIE, BEAHD, M REAK, PRI E,
] A FH A s Bk Ve G, 92L& 2a~2¢, 775 67%~
83%.

4- PP 5 -7 P A R 2O kR -2- i (2a): ¥k 2 £ [
&, P7E 70%. m.p. 188~190 C; 'H NMR (400 MHz,
CDCls) d: 10.06 (s, 1H), 8.48 (d, J=9.2 Hz, 1H), 6.91 (dd,
J=2.4, 8.8 Hz, 1H), 6.85 (d, J=2.4 Hz, 1H), 6.70 (s, 1H),
3.88 (s, 3H); *C NMR (100 MHz, CDCl;) 6: 191.8, 162.8,
160.7, 156.4, 143.7, 127.3, 121.8, 113.6, 107.8, 101.5,
55.7; FT-IR (KBr) v: 3021, 2974, 2857, 1725 (C=0),
1655, 1554, 1506, 1458, 1212, 1185, 1036 cm™'; ESI-MS
m/z (%): 205 ([ M+H]", 45).

4- F I IR -7 - LA BE 2R IR I IR -2- T (2b): - % AL ] 44,
FEE 67%. m.p. 148~151 °C; '"H NMR (400 MHz, CDCl5)
J: 10.05 (s, 1H, CHO), 8.45 (d, J=9.2 Hz, 1H), 6.89 (dd,
J=9.2,12 Hz, 1H), 6.82 (d, J=1.2 Hz, 1H), 6.68 (s, 1H),
401 (t, J=6.4 Hz, 2H, OCH,), 1.77~1.84 (m, 2H),
1.42~1.48 (m, 2H), 1.32~1.35 (m, 4H), 0.90 (t, J=5.6
Hz, 3H); "C NMR (100 MHz, CDCl3) §: 191.8, 162.9,
160.9, 156.4, 143.7, 127.2, 121.9, 113.6, 107.9, 101.5,
68.7, 31.5, 28.8, 25.6, 22.5, 14.0; FT-IR (KBr) v: 2934,
2857, 1728 (C=0), 1613, 1550, 1508, 1380, 1292, 1187,
1149, 1056 cm™"; ESI-MS m/z (%): 275 ((M+H]", 5).

4-FHERE-7- )\ B e S LA IR IR -2- i (2¢): 3 (1
4K, 772 83%. m.p. 86~88 ‘C; 'H NMR (400 MHz,
CDCl;) d: 0.85 (t, J=6.8 Hz, 3H), 1.23~1.44 (m, 32H),
4.00 (t, J=6.8 Hz, 2H), 6.67 (s, 1H), 6.82 (d, J=2.4 Hz,
1H), 6.88 (dd, J=2.4, 8.8 Hz, 1H), 8.44 (d, J=8.8 Hz,
1H), 10.04 (s, 1H); *C NMR (100 MHz, CDCl;) J: 191.8,
162.9, 160.8, 156.5, 143.7, 127.2, 121.9, 113.6, 107.9,
101.5, 68.7, 31.9, 29.69 (6C), 29.66, 29.65, 29.57, 29.53,
29.36, 29.32, 28.9, 25.9, 22.7, 14.1; FT-IR (KBr) v: 3076,
2917, 2846, 1733 (C=0), 1610, 1473, 1390, 1338, 1264,
1149, 1059 cm™'; ESI-MS m/z (%): 443 ((M+H]", 10).
1.5 &% 3a~3c &M

HERAAFEF, K 58 mg (0.25 mmol) 5-&Ik-8-F4
SEMERER R ERFN 3 mL 253 /KA 100 mL = LI48)H

356 http://sioc-journal.cn/

© 2012 Chinese Chemical Society & SIOC, CAS

t, BERE 10 min 258 RWE, AR5 R 0.25 mmol 4-FEE
K -7- FRARC DR I b e -2- I (4- FR IR -7- AR SR R IRl
W -2- - 4-FR R -7 )\ do S 3 2R L e -2 - ) 95 1
10 mL /K B, PR R S F & N 21 N e,
251 h. Fhnsese. RS EERBEE RN 3 h,
BYENT H, RN R E T, #E 2 h, B0
BT, HADRTIK ORERSRUTE 2~3 K, 1A
113 3a~3¢, 7H 62%~78%.

A-(8-FH FE A IBR-5- M1 28 i FFY 566 )-7- HH A 9 O e b W -
2-fid(3a): WA, P2 62%. #SIE S 245 CIF
453 fi#; "H NMR (400 MHz, DMSO-d,) : 10.11 (s, 1H,
OH), 9.13 (s, 1H), 9.06 (d, J=9.2 Hz, 1H), 9.03 (d, J=4.4
Hz, 1H), 8.86 (d, J=9.6 Hz, 1H), 7.84 (dd, J=4.4, 8.0 Hz,
1H), 7.79 (d, J=8.4 Hz, 1H), 7.32 (d, J=8.0 Hz, 1H),
7.09~7.11 (m, 2H), 6.99 (m, 1H), 3.91 (s, 3H); °C NMR
(100 MHz, DMSO-dy) 6: 167.79, 164.15, 162.90, 160.87,
156.31, 156.24, 148.43, 147.00, 146.22, 137.58, 128.23,
126.25, 122.98, 116.49, 115.30, 112.96, 110.68, 104.99,
101.61, 56.43; FT-IR (KBr) v: 3425, 2954, 2916, 1700
(C=0), 1613 (C=N), 1557, 1520, 1470, 1413, 1375,
1348, 1208, 1135, 1019 cm™'; EI-MS m/z (%): 346 (IM]",
35); HRMS caled for CyHi4N,O4 346.0948, found
346.0949.

4-(8- R FEEIBR-5- M. 28 5 66 )-7- L AU 0 A I i W -
2-1i(3b): FOEA, 5% 65%. mp. 245~248 C; 'H
NMR (400 MHz, DMSO-ds) 6: 0.89 (t, J=6.8 Hz, 3H),
1.28~1.35 (m, 4H), 1.37~1.48 (m, 2H), 1.68~1.78 (m,
2H), 4.09 (t, J=6.8 Hz, 2H), 6.94~7.05 (m, 3H), 7.56 (d,
J=8.4 Hz, 1H), 7.92 (d, J=8.4 Hz, 1H), 8.04 (dd, J=5.2,
8.8 Hz, 1H), 8.74 (d, J=8.8 Hz, 1H), 9.13 (s, 1H, CH=
N), 9.15 (s, 1H), 9.36 (d, J=8.8 Hz, 1H), 10.04 (s, 1H,
OH); *C NMR (100 MHz, DMSO-d) : 162.35, 160.92,
160.89, 156.23, 146.16, 142.76, 137.62, 129.03, 128.15,
127.37, 126.41, 123.07, 115.11, 113.68, 113.30, 113.28,
110.56, 101.99, 101.93, 68.77, 31.39, 28.84, 25.55, 22.52,
14.38; FT-IR (KBr) v: 3439, 3016, 2928, 1720 (C=0),
1615 (C=N), 1550, 1388, 1294, 1198, 1146, 1078 cm™';
EI-MS m/z (%): 416 (M]", 30). HRMS calcd for
C,sH24N,0, 416.1731, found 416.1731.

4-(8-F7 HEWE K -5- W 2 5 FF 0% )-7-1 ) Uikt S8 2RI
AR -2-1(3c): B EEA, 722 78%. m.p. 168~170 C,
'H NMR (400 MHz, DMSO-dy) 6: 0.81 (t, J=6.8 Hz,
3H), 1.19~1.96 (m, 32H), 3.99 (t, J=6.8 Hz, 2H), 6.70 (s,
1H), 6.83 (d, J=2.4 Hz, 1H), 6.89 (dd, J=2.4, 9.2 Hz,
1H), 7.15 (d, J=8.4 Hz, 1H), 7.18 (d, J=8.4 Hz, 1H), 7.29
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(d, J=8.4 Hz, 1H), 7.50 (dd, /=4.0, 8.4 Hz, 1H), 8.68 (s,
1H), 8.71 (d, J=2.0 Hz, 1H), 8.80 (dd, J=1.2, 4.0 Hz,
1H), 10.00 (s, 1H); FT-IR (KBr) v: 3449, 2917, 2851, 1695
(C=0), 1618 (C=N), 1508, 1470, 1380, 1297, 1198,
1141, 1015 cm™'; EI-MS m/z (%): 584 (IM]", 10); HRMS
calcd for C37;H4sN,0,4 584.3609; found 584.3608.

1.6 Z£REBEEY Al(3a);~Al(3c); BIE K

# 55.6 mg (0.16 mmol)iLfA 3a I AEEA 10 mL
DMF {15 KR I Il 2 se i, W HI A =k,
¥ 6.8 mg EALEE T 5 mL HEEEHCH, AR
T, FE F SR SRR R TR 1R N BT 3a
(1) B JE B FE AW HERE(Z) 30 min), 5 IN5EEe, THE
F 80 °C, 4REIMNV 12 h, HHEEATTENTH, K VIR
WS 2 h, BB Y, B IK R G 2~
3 IR, BEFTEAS Al(Ga); #EEE 21 mg, 772 37%.
m.p.>300 C; FT-IR (KBr) v: 3351, 1711, 1661, 1605,
1499, 1466, 1388, 1324, 1284, 1208, 1142, 1104 cm .
Anal. calced for CqH3oNgO2Al: C 67.80, H 3.70, N 7.91;
found C 67.08, H 3.86, N 7.29.

Al(3b); MIHI%T71 Y Al(3a); MIIH], B4 T4
Al(3b); L [E 1A, 722 40%. m.p.>300 C; FT-IR (KBr)
v: 3379, 1604, 1495, 1467, 1385, 1322, 1283, 1207, 1141,
1105 cm™'. Anal. caled for CrsHgNgO,Al: C 70.74, H
5.46, N 6.60; found C 70.24, H 5.76, N 6.51.

Al(3e)s 4 T7% Al3a)s MF, E= T4
Al(3e); M IE A, 77% 33.3%. mp.>300 C; FT-IR
(KBr) v: 3296, 2923, 1717, 1607, 1503, 1465, 1385, 1264,
1149 cm'. Anal. caled for CyyH,4NsO,Al: C 74.97, H
7.99, N 4.73; found C 74.62, H 8.05, N 4.52.

1.7 £RBHEEY Zn(3a),~2Zn(3c), BIE K

4 41.5 mg (0.12 mmol) A /£ 3a ¥ T4 5 mL DMF
(0 B e S P o Il 2 SE AV iR, A E s, PR
11 mg (0.09 mmol) ZPRFEH T 5 mL Jo/K LFEEH T,
RSN, R QIR £ BRI 2% 12 N
B WL (2T 30 min), #INSEEE, FHRE] 80 C, 4k4k
V12 h, AR ETUENTH, B R VR AR E 2 h, B
DB e, A BIOK OREEERDTRE 2~3 K, HE
T8 Zn(3a), WO A 22 mg, P*F 48%. m.p.>300
“C; FT-IR (KBr) v: 3285, 1711, 1613, 1552, 1492, 1465,
1388, 1325, 1283, 1256, 1133, 512, 450 cm . Anal. caled
for CyHyN4OsZn: C 63.54, H 3.47, N 7.41; found C
63.35, H 3.86, N 7.13.

Zn(3b), 1% 7% Zn(3a), HE, EA T84
Zn(3b), B FE 1K, 2% 44%. m.p.>300 C; FT-IR (KBr)
v: 3076, 2928, 1720, 1610, 1552, 1495, 1462, 1385, 1314,
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1286, 1144, 1075, 1006, 502 cm '. Anal. caled for
CsoHueN4OsZn: C 67.00, H 5.17, N 6.25; found C 67.13, H
5.56, N 7.02.

Zn(3c¢), M%7k Zn(3a), M, B2 THAE
Zn(3c¢), # ALK, 7% 36%. m.p.>300 C; FT-IR (KBr)
v: 3318, 2923, 2846, 1709, 1613, 1492, 1462, 1388, 1322,
1292, 1196, 1146, 520 cm™'. Anal. caled for Co4HosN,-
OsZn: C 72.09, H 7.68, N 4.54; found C 72.02, H 7.89, N
431.

2 HR5iHE
21 RIERYEMR

L54) 3a, 3b Fll 3¢ (K40 AM I AE 3400~3450 cm !
BB OH (i 4a e sh Wil 76 1690~1720 cm ' [X
AT C=0 M4EIRMIE; 7E 1620~1610 cm ™' [X 1K
17 C=N B GEdR SR B%; £E 1400~1580 cm™'
DX 340 A DR BA (11 2 ) AP 46 9 2 RS0 0 s fE 1000 ~
1200 cm ' Z |47 C—O ARSI NE. 74 'H
NMR 1, 16540 3a F1 3b £ 0 4y 9.13 F1 9.15 Ab3HI TR
—AN H &g, wifeiza s N=CH LEES;
AAN BI-MS 545, 7] W3] m/z 346, 416 F1 584 (1153 155
TU&; HRMS Hda i 2 b 5905y 7505 3a, 3b Fil 3¢ —
. XLOBERAE T LAY S K.

& B4 Al(3a);~ Al(3¢)s, Zn(3a),~Zn(3c), 4L
MR L R L, BiedA 3a, 3b A 3¢ FPEREE 3400~
3450 cm ' I OH MZFHRENIGE TS . BEL G
DL BB B3] 3400~3100 cm ' U, 54 @ ERncfy
J&, £ 1100 cm ' BT HBL T WSS R AE ROKCIE, R
Al—O0—C W) O—C BMgdRsh e, 5 oMl &
YILE 520~480 cm ' Y Bl IR Zn—N S5 ICIE, 78
420~450 cm ' EE I Zn—O 90, A
AP, Zn* 3 5 TR

Fr U2 - FRFEMEMR nT v AN (s R, 3 40
B R, LA IR IERE AR, T RS B C Ak
PREF— 2 e, TRATN & 53 7-00 LI FREIEAT T
AN T2 P TR e SE A B A, &5 SR S O 0 A T A T 6)
3a~3c LR S LR L BRIL A W IR Al IR BE TR 7= A2 K
AR
22 BAEEBLSYAEIMREALIL

Pe A4 K 42 SR IE A iR BER P 3 0 1X107° mol/L,
I DMSO, WISOEIE Wi 1A~ 1C Fiow, 8-F2FE Mk
558 5 EZTE T RAEAT AT AA 3a, 3b Fl 3¢ 47 247
nm PRV BRI, 1 3a A1 3b 2 AL 322 F1 324
nm Kbt IR R O, 3¢ 76 AR IR SS, (X AE 325
nm XA 59 K. 3a, 3b A1 3¢ RIEREC &9 M 3¢ 11
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PR S IIAE 332 nm AT fi KWL, 3a A1 3b HOEFRC 75
YIfE 328 nm AbAT I RO, ds KR 7 B AR Y
WL 4~10 nm, EFFEEEGY 0T H IR RS K
S PERHOLHE LR M, R MIRC ) n-n*BRIT
fEE B G AR OREE, B ¢ NIRRT, A
FL &I & R MIBERI G KA BT RS, B S0

2
g
8
g
=
5
3
<
T T T T T T T T 1
300 350 400 450 500
Wavelength/nm
1294 B
1.0
Z~, B
2 0.8+
2
g 1
8 0.6+
=
_§ i
§ 0.4 | Zn(3b),
< ] Al(3b
02 (3b),
0.0 |
T T T T T T T T 1
300 350 400 450 500
Wavelength/nm
2
g
8
g
=
5
3
<

3(|)0 I 35I0 I 4(I)0 I 4;0 I 5(I)0
Wavelength/nm
B G S LR I S 5 A6
Figure 1  The UV absorption spectra of three ligands and their

metal complexes
A, B and C stand for the UV absorption spectra of 3a, 3b and 3¢ and their
metal complexes, respectively
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& fHL ) B 5 (06 P 1 KA BT
23 EAEREBRRAVIRKLIL

P4 B 42 R L A ) 9 YRR B Bk 1< 107°
mol/L, ¥4 DMSO, Bifk 3a~3c LLAHEE Al M
Zn TCE W) I 5E 6 RS T I R B IR B KA A i
R, Wik 2A~2C Fiow.

Btk 3a~3e 566 I KR SR KA 450~458
nm Z[i]; Al(3a);~Al(3c); HIHGAITBEALT 00 462,
465 1 440 nm; Zn(3a),~Zn(3¢), K196 K SR K 51
4 560, 472 F1 461 nm.

Kl 2A J2 3a KILE BRI A W/E DMSO W@tk
S, 1A 3a RSB NI B K 322 nm ROBEUK T,
3a {YAF 450 nm Kb HIL—ANFS 9 R g, 3R A4
KB BER B 2, X e BIRaY Al(3a); £
WO PA 332 nm DGO R, 1450~600 nm H L —4
FHRIID NGRS, WE(ELE 462 nm Ab, K5 586, Xt
TEBEAY) Zn3a), fEBUR MK 328 nm LUK T,
16 525~650 nm I —ANERER 9 K G I, WEELE
560 nm Ab, A-TERICARSLI G2 1], A LR C 4R o
Be & P L AR & WA R I 9 e R R R ). X FhC
HYTI AR T 4R T B AR R .

2B & 3b M A R A Y4 DMSO H 586K
SO, AW 3b 7R EOREUR K 324 nm DGR T,
3b INAE 458 nm A HIL—AN 59 1986 A e, 2R A Ao
ARG RER MBS 9OE, L EBRAY Al3b); 7E
WO DA 332 nm [FIFEIOK T, 75 400~600 nm HIL—4
FHBR 9 K S0, WEAEAE 465 nm &b, K WS (5, Xt
TEJBIEAY) Zn(3b), TR K 328 nm UK K, 76
400~650 nm HIL— AR TN AU, WE(ETE 472
nm Ak, KEEEDE. 3b BLEY ORI A S EA 3a —
FEARJE T8 )8 & TR Aok o', mT DU e 7 V3RS
HERICHEL

K 2C J& 3¢ KA BB AYIE DMSO Hif#e itk
SRS, B 3¢ AEBRIUR K 325 nm [FEEUK T,
3¢ ANAE 457 Kb BL—ANRE R IR 58 e R S 0, 3R W A4 AR
G e R RSP, 1 Ta I aY Al3e); AL
WO PEA 332 nm DGO R, 71E400~600 nm H I —4
IR MR AR ST, WA LE 440 nm &b, RWE SN b
TEBILAY) ZnBe), fEHURIEK 332 nm FDGEUK T,
1 400~650 nm HIL— DI TOC RS, WEfEATE 520
nm &, A TREME e R, XFELA PSR
W[ 8 T4 J8 B TR e vk k.

M 3a, 3b I 3¢ 7 DMSO H 586K HHG i KA,
Frid 2 T-I H e S S O o) E A 5 56 R B il K S AN
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Figure 2 The fluorescence emission spectra of three ligands

and their metal complexes
A, B and C stand for the fluorescence emission spectra of 3a, 3b and 3¢
and their metal complexes, respectively
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PRI NG R I, FrE 2 T-OL e B I BEAE /B DL
PR R ST K A B AN K, W Al(3a); F AlL(3b);
(R R ST I 43 ) 462 F11465 nm, 751 )\ Bht 4 JEEUA L
RS 0 W 22~25 nm, FLIRE B0, (HH
LEWIE RGN, M 3a, 3b F1 3¢ 4@ LRSI
DMSO HH 2GR GG R IR, 5 3 7-0r Sy A )
BER, B KOG R KIS 560 nm, K EkEG, 1M 3b A
3¢ I RIOCRET IS A& 472 F1 461 nm, KK

S AR IR AR ZE ) ) DR T R FR A R T B
D18, AW FHEA SR, Fb kAN EMa,
M B A e S B (1 B3 K, B S R (I ol IR RE 9
55, JMRFEE RO, AN T & B B =
BRI A, 4R EE T S IR &Y, 48
R E YNGR S B LB RC SR, k& B R i &
W52 B A & R A R P L L & SR BF I & /8.
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