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(57) Abstract

An active oxygen inhibitor which contains an azole derivative represented by general formula (1) or a salt thereof as the ac-
substituted by 1 to 3 lower alkoxy groups or by a lower alkylene-
lower alkoxycarbonyl, lower alkyl, lower aminoalkyl which may

tive ingredient, wherein R! represents phenyl which may be
oxy group, etc.; R? represents hydrogen, phenyl, halogen,

be substituted by lower alkyl, dihydrocarbostyrilyl, etc.; R3 represents the group (o),
boxy, lower alkenyl or lower alkyl, and m represents 0, 1 or 2; and X represents sulfur or oxygen.

wherein R4B represents hydroxy, car-
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NMR (DMSO—-d6) 6 :

3. 55 (2H, s) .

5.16(2H,s)\

7. 65-7. 45 (38H, m) .

10. 76 C1H, s)o
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CEBL. SEBEMBRETT3. BEEZBEELT. BS
NZBEEVY RS AAS L IO b T T 4~ (BH
F:vr7ooAyv) ICTHEELT. 1. 868D2 -
(8, 4-VAPFYTzzZV) —4 -2 v XFILT
TSNV EET,
1 & 8 7
NMR (CDC£s ) 6 :
3. 94 (3H, s) .
3. 99 (3H, s) .
4. 74 (2H, s) .

6. 90 (1H, d, J=8. 3Hz) .

7. 24 (1H, s).

7. 46 (1H, dd, J=2. 1Hz,
8. 3Hz) .

7. 58 (1H, d, J=2. 1Hz),
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ZEH 6 2~T70
Z2EMIXEF2ERABCUTEYAERERAR LT
EIEO(AMERL,

BIR
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~ NMR (DMSO-d4)0 :

Q 0. 84(6H, brs), 1, 10-1, 53(28H, m), 1. 60-1. 8 )

62 H (48, m), 3. 85-4. 15(4H, m), 6. 94 (11, d, J=9. 2Hz R

0 (CHz) s sl 5ot m). 8. 201 brs). 5. 61 (1K by
0.(CHz ) o CHs

NMR (DMSO-d)6 :
Q 0. 92§6H, t,) J=T. Zl(iz). 1. 30-1. 55(4H, m),( 1. 55-
63 1. 81(4H, m), 3. 99(4H, q, J=6. 2Hz), 6. 96 (1K, d, J=
0 (CHz ) s CHa)y 1Hz), 7. 50-7. 65(1H, m), 9. 30(1H, brs), 9. 62
0 (CH, )3 CHs (1H, brs)

NMR (DMSO—d)d :

0.97(6H, t, J=T. 4Hz), 1. 58-1. 85(4H, ), 3. 95

6 (48, q, J=6, 4H), 6. 96 (1R, d, J=9. 1Hz), T, 50
8 (CHz) 2 CHalyeon 130, 301K, brs). & 6218, brs)

O (CHz); CH,
.. |NMR (DMSO-d¢)s :
@\ 0.96(3H, t, J=7. 3Hz), 1. 611, 86(2H, m), 3. 97
65 (30, 5), 3, 96(2H, t, J=6. 6iz), 6, 96(LH, o, J=0, 2
O (CHz ) 2 CHa |y o'50'7 62(2H, w), 9. 321K, brs), 9, 63(1L,
oC Ha brs)
NMR (DMSO—ds)d :
Q 0. 92€3H, ] )1, Zl(lz), 13 30-1. ?5(21{. o), 1 555
66 1.80(2H, 0), 3. T8(3H, ), 4, 00(2H, ¢, J=6. 5Hz),
(CHz ) CHa o ooibd, 10, o) 7. 521, 66(2H. 1. 5. 51

0
OCH; (1H, brs), 9, 63(1H, brs)
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NMR (DMSO—d)? : .
1. 333, t, J=6. SHz), 3. 80(3H, 5), 4. 04(2H, g, J=
67 0CHs 6. 9Hiz), 6. 96 (1K, d, J=8. 2Hz), 7. 50-7. 66(2H, m),
9. 31(1H, brs), 9. 63(1H, brs)
0C, Hs
NMR (DMSO-—ds)d :
0.97(3H, t, J=T. 4Hz), 1. 63-1. 88(2H, m), 3. 80
68 0CH (3K, 5), 3. 94(2H, t, J=6. 6fiz), 6. 96(1H, 0, J=8.3
3 Hz), 7. 53-7. 67(2H, ), 9. 31(1H, brs), 9. 631K,
0 (CHz) 2 CHas |[prg)
' NMR (DMSO—-ds)é :
1. 33(3H, t, J=T. OHz), 3. T8(3H, 5), 4. 05(2H, ¢, I=
69 0C, H 7. 0Hz), 6. 95(1H, d, J=9. 1z), 7. 51-7. 66(2H, m),
2 85 9. 31(1H, brs), 9. 64(1H, brs)
O0CHj
Br NMR (DMSO—ds)é :
3.71(38, 5), 3. 87(3H, 5), 7. 58(1H, d, J=2. 1Hz),
70 7.75(18, d, J=2. 1Hz), 9. 52(1E, brs), 9. 95(1H,
O0CH, brs)
OCH; ’




WO 92/09586 ' PCT/JP91/01659
181

SEZEHT1I~T14
SEMIXN L LABI LTHY T HRERAR T
ELEO{AMEB,

XY
0 R?
| |
R*~-C-CH-Y
20 | R R? Y ) 23
NMR (CDC£4)6 :
O0CH, 3.91(3H, 5), 3. 96(3H, 5), 4. 49(2H, 5), 7. 66-
M [H Q . Br | 7. 75(1H, ), 7. 75-7. 86(1H, w), 8. 19(1H, t, J
€0, CH, =1 4fiz)

NMR (DMS0-do)é :
coox 4, 90(2H, ), 7. 10(1H t, J=6, 5z), 8, 04-8,
© |H _6_ o Br | 20(1H, n), 8. 45(1H, , J-L THz)

, LA E S
N W-cocH,| |NMR (DMSO-d)é:
1 |H \ C1 | 2. 05(3H, 5), 2. 84-3. 10(4H, m), 3, 52-3, 67
@» 0CHs (4, m), 3. 92(3H, 5), 5. 13C2H, ), 7. 12(1H,
6, J=8. 6liz), 7. 45(1H, d, J=2. Oliz), 7. T3(1H,

dd, J=2. OHz, 8. 6Hiz)
NMR (CDC£1)6 :

NO. 4.50(2H, 5), 9. 07-9, 49(3H, m)
M| H Q Br
NO:z
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SEHM I XE2EABICLTHLSLHERRZRNT

E5EOLLMER T,
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NMR (CDC£)d :
4,00(3H, 5), 7. 15Q1H, d, J=8. 8Hz), T. 15(1H, brs),
75 7. 52(1H, brs), 8. 08(1H, dd, J=2. 5liz, 8. 8Hz),
HO 8. 46(1H, d, J=2. 5Hz), 1L 17(1H, 5)

C 0 2 C Ha

NMR (CDCZ4)6:
0C. H 1. 05(3H, t, J=1. 5Hz), 1. 46(3H, t, J=T. 0Hz), 1. 79
76 2 W51 -1.93(2H, m), 4. 02(2H, t, J=6. 8Hz), 4. 13(2H, q, J
=1. 0Hz), 6. 85(1H, d, J=8. 4Hz), 7. 16(1H, brs),
CH3(CH2)20 7. 37(1H, dd, J=2. 3Hz, 8. 4Hz), T. 54(1H, brs),

. 7. 60(18, d, J=2. 3Hz)

NMR (CDCZ£4,)6 :
OC2Hs | 1 43(3, t, J=T. OHiz), L. 50(3H, t, J=T. OHiz), 4, 01
T -4, 93(4H, ), 6. 43(1H, d, J=2. 3H2), 6. 53(1H, dd,
Cz HsO =9, Oz, 2. 3Hz), 7. 98 (1H, brs), 8. 69(1H, d, J=
9. 0Hz), 9. 23(1H, brs)
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NMRVZEZH 78 O{EEY

NMR (CDC£;:) 6dppm ;

2. 65 (3H, s)

4. 65 (2H, s)

7. 98—-8. 16 (5H, m)
NMR?ZEZH 7 90{LED

NMR (CDC¥£:s) dppm ;

4. 06 (3H, s)

4. 57 (2H, s)

8. 91 (1H, t, J=1. 9Hz)

8.98(1H,t,J=1.9HZ)

9. 05 (1H, t, J=1. 9Hz)
NMR*¥ZZ4§ 8 0 0Lt&H

NMR (CDC£s) dppm;

4. 00 (3H, s)

4. 42 (2H, s)

7. 76 (1H, t, J=8. 0Hz)
8. 11 (1H, dd, J=1. 1Hz,
J

8. 32 (1H, dd, J=1. 1Hz,
J=8. 0Hz)
NMRYZ& %2418 1 D{ED
NMR (CDC£s) 6ppm;
3. 88 (83H, s) |
4. 52 (2H, s)
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2 (2H, br s)
0 (1H, d, J=1.
2 (1H, d, J=1.
8 20{EM
(CDCZs ) dppm ;
5 (2H, s)
5 (1 H, m)
7 (1H, m)
1 (1H, m)
8 (1H, m)
8 DLW
(CDCZ:) dppm;
7T (8H, s)
2 (3H, s)
4 (3H, s)
3 (2H, s)
0 (1 H, s)
8 (1 H, s)
8 4D{EW
(CDC4s ) dppm ;
4 (3H, s)
4 (3H, s)
2 (2H, s)
9 (1H, m)
7 (1 H, m)



WO 92/09586 PCT/JP91/01659

188

8. 48 (1H, m)
NMR®BZH 8 50LEH
" NMR (CDCZ£s) éppm;
2. 39 (3H, s)
3. 96 (83H, s)
4. 46 (2H, s)
7. 21 (1H, d, J
§. 29 (1H, dd, J=2. 0Hz)

6 Hz)

1
oo

J=8. 6Hz)

8. 58 (1H, d, J
NMR®&Z2#8 6 D&

NMR (CDC¥Zs ) dppm;

3. 94 (3H, s)
54 (2H, s)
09 (2H, d, Jd
15 (1H, dd, J=2. 0Hz,

2. 0Hz)

THz)

G oo =9
I
o0

=8. THz)
12. 11 (1H, s)
NMR'® £H8T0{ED
NMR (CDC£s ) dppm;
4. 00 (83H, s)
4. 64 (2H, s)
8. 76 (2H, d, J=2. 2Hz)
8. 85 (1H, d, J=2. 2Hz)
12. 50 (1H, br s)
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2. 68 (2H, t, J=7. 5Hz)
4. 67 (8H, s)

5. 78 (1H, s)

6. 85 (1H, d, J=8. 4Hz)
7. 75 (1H, dd, J=2. 8Hz,
8. 4Hz)

7. 82 (1H, d, J=2. 3Hz)

NMR'> ZZ# 9 6 OILEW
NMR (CDCZ:) dppm;
3. 91 (3H, s)
48 (2H, s)
35 (1H, m)
7. 71 (1 H, m)
10. 48 (1H, brs)
NMR'® SZH970/{EY
NMR (DMSO-d¢) 6dppm;
5. 04 (2H, s)
7. 56 (1H, br s)
8. 10-8. 39 (3H, m)

4.
7
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S ZH 98— 102, 105-113 K Tr115-116 o {E& ¥ O
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NMR'® :B%M9 8 DLAMN
'"H-NMR(CDC1s) 6 : 2.59(3H,s),4.00(3H,s), 4. 64
5 (2H,s),6.90(1H, s), 8.25(1H, ),
11.12(1H, s)
NMR' :2Z69 90tsH
'H-NMR(CDC1s) 0 ; 2.33(3H,s),3.96(3H,s),4.62
(2H,s), 6.79(1H, d, J=8. 1Hz),
10 7.80(1H, d, J=8. 1Hz),
11. 40C1H, s)
NMR'® :ZZH1000{E4Y
'H-NMR(CDC1s) 6 ; 1.25(3H,t,J=7.5Hz), 2. T3(2H,
| q,J=7.5Hz), 4. 00(8H, s) 4.67

15 (2H,s), T7.98(1H,d, J=1.T1HZ)
8.35(1H, d, J=1.T7Hz),11.66
(14, s)

NMR'?” :Z2ZH1010{aEH
"H-NMR(CDC1s) 6 ; 4.06(3H,s),4.68(2H,s),4.75
20 (2H,s), 7. 74(1H, dd, J=2. 01Hz,
6. 7Hz), 8. 06(1H, dd, J=2. 0Hz,
6. THz), 8. 19(1H, d, J=2. 3Hz),
8.55(1H, d, J=2. 8Hz),
12.04(1H, s)
25
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NMR'® :B%#1020{ksH
H-NMR(CDC1s) & ; 3.99C3H,s), 4. 75(2H, s)
| 7.00(1H, t, J=7.8Hz), 7. 56 (1H, d ,
J=7.8Hz), 7. 99(1H, dd, F=1. 8Hz,
5 7.8Hz), 8.03(2H, d, J=8.5Hz)
(1.43C1H,s), 7.74(2H. .
J=8.5Hz)
NMR!® :Z#l104D{EkED
TH-NMR(CDC1s) & ; 3.92(3H,s).4.28(2H, s), 6. 90
10 (1H, dd, J=2. 1Hz. 3. 3Hz), 6. 95(1H,
dd, =J=2. 1Hz, 3. 3Hz),
9.90(1H, brs)
NMR®” :ZZ#1050EEW
UH-NMRCCDC1s) 6 ; 3. 95(3H, 5), 4. 42C2H, 5),
15 7.26(1H. d, . J=3. T6Hz), 7. 84
(1H. d, J=3. THz)
NMR?V :&Z2f#106D{EkEY
H-NMR(CDC1s) & ; 1.47C3H, t, J=7.1Hz), 2. 61
(8H,s).4.46(2H, q, J=T7. 1Hz),
20 5.00(2H,s), 8.21(2H, m)
NMRz22 526107 0{&EY
LH-NMR(CDC15) & ; 1.40C3H, t, J=7.1Hz),
4.36(2H, 5), 4. 38(2H, q, J=7. 1Hz).
7.74(1H, d, J=4. 0Hz),
25 7.78(1H, d, J=4. 0Hz)
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NMR?® :ZZ# 108 Oots#
'H-NMR(CDC1s) 6 ; 4.10(8H, s), 4. 92(2H, s),
| 9. 41-10. 01(3H, m)
d, J=4.0Hz), 7. 78(1H, d,J=4. 0Hz)
5 NMR?" :5Z#1090kah
'H-NMR(DMS0-ds) & ; 5.05(2H,s),8.20(1Hz, dd,
J=1.6Hz, 5. 0Hz), 8. 42(1H, dd,
J=0.9Hz, 1. 6Hz), 9. 01 (1H, dd,
J=0. 9Hz, 5. 0Hz)
10 NMR?®® :B%#fl1100ksy
'H-NMR (DMSO-ds) & ; 2.73(3H,s),5.03(2H, s)
8.17(1H, brs), 8.26(1H, drs),
8.44(1H, d, J=2. 1Hz), 8. 54(1H, d,
J=2. 1Hz)
15 NMR?®® %11 10tsy
'H-NMR(CDC1s) & ; 4.01(3H,s),4.88(2H,s).8.15
(1H, dd, J=0. T6Hz, 8. 1Hz),
8. 45(1H, dd, J=2. 1Hz, 8. 1),
9. 18(1H, m)
20 NMR®*" :B2#l1120{ka
'H-NMR(CDC1s) & ; 1.45(8H, t, J=7.1Hz), 4.52
(2H, q, J=7. 1Hz), 4. T8 (2H, s),
8.49(1H, d, J=8. 1Hz),
8.96(1H, dd,, J=1.9 Hz, 8. 1Hz),
25 9.55(1H, d, J=1-9Hz)
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R’==—<i:2—-OC2 Hs .

0C, Hs

: CO, CHs |
R2=H\R3=~<:§—OCH2CH=CHCH3

SR g (=5 ) - VLD BRER)
mp:103-104°C TR EE
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ERf3440{LEY

R —-—roa Hs .
0C. Hs
CO. CHg
R2 =H . R® =-Q— OH
CHCH=CH,

|
’ CHa
it BBAEE . JERE: BEE
NMR :49)

EiEFl3 4 50{tEY
R! =Q-oca Hs .
OC: Hs -
C02 CHa CHa
R2 =H, R? =—©—OCH2 CH=C_

CHi,

JERE - Bk
NMR : 50)
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=153 4 6 D{LED
R =QOC2 Hs .
OCa HS
CHa\,CHS

C-CH=CH:
pen we =)o

CO> CHgs
JHE - BEBE
NMR :51).

EHpI3470LED
Rl =—Q—OC2 HS S
0C2 HS
C0., CHj
R2 =H . RS? =—©—OCH2'C=CH2
l

CHs

JotE : Mk
NMR :52)
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£ 34 8D{LEW

R =—QOC2 Hs .
OC, Hs
CO, CHs
R2 =H . R3=QOH
' CH» C=CH>

l

CHs;
HEF: aERRR (25— VLD EBEHER)
mp:85—-86TC JrE: B

KiEpfl34 9On{LEy

R1=‘QOC2H5 N
OC2 Hs
' o)
A ST
CO, CHj

#82% gk (25 - VLD BHER)
mp:178-179C  JERE: EE
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=5§13 5 00{LEY

R'=—®‘OC2 Hs .

OC:2 Hs
CHi

vt n . w0 - o
C0O-, CHgs

way : REERR (25 ) - VLD BER)
mp:149-150%C JZBE « HEEE

=35 1 0{LEY

R‘=~Q—OCH3 s
OC: Hs

OH

FRE - R
~ NMR :53)
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LM 305, 309, 322, 324, 325, 3
27, 329-342, 344-347TKRU3510D1k
EYWONMRTF— %,

NMR : 3
NMR
1. 4
1. 5
3. 0
3. 4
3. 4
3. 6
4. 1
6. 9
7. 1
7. 4
7. 5
6. T
7. 6
8. 2
6. 4
8. 5

NMR : 38

1) £HH3 2 20EAMN
(CDC¢s ) 0 :

9 (3H, t, J=5. 6Hz)
2 (3H, t, J=5. 6Hz)
8 (3H, s)

38 (3H, s)

9 (3H, s)

7 (3H, s)
0-4. 30 (4H, m)

2 (1H, d, J=6. THz)
1 (1H, d, J=6. THz)
7T (1H, s)

2 (1H, dd, J=1. THz,
Hz) .
1 (1H, d, J=1. THz)
0 (1H, dd, J=1. 8H z,
Hz)

6 (1H, d, J=1. 8Hz)

2) £HM3 2 401LED :

NMR (CDC£s) 46 :

1.
1.

5
)

0 (3H, t, J=6. 9Hz)
2 (38H, t, J=6. 9Hz)
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2. 2
2. 5
2. 8
3. 4
4. 0
4. 0
4. 1
6. 9
7. 3
7.5
g . 3
7.5
8. 0
8. 3
11
NMR : 3
N MR
1.5
1.5
3. 8
4. 0
4. 1
6. 9
7. 3
7.5

PCT/JP91/01659
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5 —-—2. 40 (1H, m)

9 (1H, d, J=5. 3Hz)
6—3. 14 (2H, m)
5—-8. 80 (2H, m)

1 (3H, s)

1 (1H, brs)
0—4. 30 (4H, m)

8 (1H, d, J=8. 3Hz)
2 (1H, s)

4 (1H, dd, J=2. 1Hz,
Hz)

9 (1H, d, J=2. 1Hz)
2 (1H, d, =2. 2Hz)
4 (1H, d, J=2. 2Hz)
40 (1H, s)

3) £HEMI 25D{ED :

(CDC2s:) ¢ :

0 (3H, t, J=T7. 0Hz)
2 (8H, t, J=17. 0Hz)
2 (2H, d, J=1. 8Hz)
1 (3H, s)
0—4. 30 (4H, m)

2 (1H, d, J=8. 4Hz)
3 (1H, s)

4 (1H, dd, J=2. 1Hz,
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8. 4Hz)

7. 59 (1H, d, J=2. 1Hz)

8. 02 (1H, d, J=2. 2Hz)

8. 39 (1H, d, J=2. 2Hz)
5 9. 81 (1H, t, J=1. 8Hz)

11. 20 (1H, s)

NMR :34) M3 27T0{EY :
NMR (CDC#£3 ) 6 :
1. 40-1. 60 (9H, m)

10 2. 26 (3H, s)
8. 16 (2H, q, J=7. 0Hz)
4. 23 (2H, q, J=T7. 0Hz)
4. 44 (2H, q, J=7. 1Hz)
6. 93 (1H, d, J=8. 4Hz)
15 7. 40 (1H, s)
7. 54 (1H, dd, J=2. 1Hz,
8. 4Hz)
7. 64 (1H, d, J=2. 1Hz)
8. 14 (1H, dd, J=2. 2Hz,
20 8. 8Hz)
8. 66 (1H, d, J=2. 2Hz)
8. 80 (1H, d, J=8. 8Hz)

11. 20 (1 H, s)
NMR :35) £i#l3 2 90{& :
25 NMR (DMSO-ds ) 6 :
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© ~N -1 © -3 =~

8.

10.

NMR :

PCT/JP91/01659
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97 (3H, s)

82 (1H, d, J=8. 2Hz)
16 (1H, d, J=8. 9Hz)
39 (1H, dd, J=2. 1Hz,
2Hz)

47 (1H, d, J=2. 1Hz)
80 (1H, s)

11 (1H, dd, J=2. 4Hz,
9Hz)

38 (1H, d, J=2. 4Hz)
85 (1H, br s)

36) £MEH3300LLED

NMR (CDC£s) 6 :

1.

~N g~ o o s W

NMR :

35—1. 60 (6H, m)
94 (3H, s)
10—4. 30 (4H, m)
73 (1H, s)

90 (1H, d, J=28.
08 (1H, d, J=28.

30 (1H, s)

3Hz)
8 Hz)

48-7. 65 (2H, m)

13 (1H, dd, J=2. 3Hz,
8Hz)

41 (1H, d, J=2. 3Hz)

37) £MHHM3 31 OHLED :

[£0
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NMR (CDCZs) 6 :
1. 46 (6H, t, J=7. 0Hz)
3. 92 (3H, s)
4. 07—-4. 21 (4H, m)
9

5 6 . 0 (1H, d, J=8. 4Hz)
7. 15 (1H, brs)
7. 27-7. 49 (2H, m)
7. 57 (1H, d, J=2. 1Hz)
7. 74 (1H, m)

10 8. 16 (1H, s)

NMR :38) £33 20ey :

NMR (CDCZ«¢;: ) & :
1. 50 (3H, t, J=6. 9Hz)
1. 51 (8H, t, J=6. 9Hz)

15 3. 93 (3H, s)
4. 11-4. 24 (4H, m)
6. 95 (1H, d, =8. 2Hz)
7. 44-7. 49 (3H, m)
8. 34 (1H, s)

20 8. 40 (I H, s)

11. 19 (1H, s)
NMR : 39) £33 3otest :
NMR (CDC2s ) ¢ :
1. 49 (3H, t, =7. 0Hz)
25 1. 51 (38H, t, J=7. 0Hz)
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3. 93 (3H, s)
4. 02 (3H, s)
4. 10-4. 29 (4H, m)
6. 95 (1H, d, J=8. 3Hz)
5 7. 05 (1H, d, J=8. THz)
7. 55 (1H, dd, J=2. 0Hz,
8. 3Hz)
7. 64 (1H, d, J=2. 0Hz)
7. 86 (1H, s)
10 §. 00 (1H, dd, J=2. 8Hz,
8. THz)

9. 05 (1H, d, J=2. 3Hz)
NMR : 4 0) £/ifl3 3 40{teH :
NMR (CDCZs) & :
5 1. 00 (8H, t, J=7. 8Hz)
I 01 (3H, t, J=7. 3Hz)

1. 51-1. 58 (4H, m)
1. 81 —-1. 90 (4H, m)
4. 01 (8H, s)
20 4. 08—-4. 17 (4H, m)
6. 95 (1H, d, J=8. 3Hz)
7. 09 (1H, d, J=8. THz)
7. 833 (1 H, s)
7. 52 (1H, dd, J=2. 1Hz,
25 8. 3Hz)
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7. 6
8. 0
8. 7
8. 4
NMR : 4
NMR
1. 0
1. 0
1. 8
4. 0
4. 0
6. 9
7.0
7. 38
7. 5
8. 4
7. 6
8§. 0
8. 8
§. 4
1
NMR : 4

PCT/JP91/01659
375

0 (C1H, d, J=2. 1Hz)
6 (1H, dd, J=2. 8Hz,
Hz)
4 (1H, d, J=2. 3Hz)
1) £ 3 350ke
(CDCZs) 6 :
7T (3H, t, J=7. 4Hz)
9 (3H, t, J=7. 4Hz)
3—1. 96 (4H, m)
0-4. 13 (4H, m)
1 (3H

(1H, d, J=8. 4Hz)
9 (1H, d, J=8. 8Hz)
2 (1H
2 (1H, dd, J=2. 2Hz,
Hz)
0 (1H, d, J=2. 2Hz)
8 (1H, dd, 2. 2Hz,
Hz)
5 (1H, d, J
86 (1H, s)
2) £HM3 3 6DO{LEY :

(3
I

2. 2Hz)

NMR (CDC2¢s ) & :

1.
3 .

5
9

4 (3H, t, J=T7. 0Hz)
4 (3H, s)
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1

0.

NMR :
NMR (CDCZ£:) & :

0.

4

PCT/JP91/01659

376
1 (3H, s) |
¢ (2H, g, J=T7. 0Hz)
5 (1H, d, J=8. 4Hz)
9(1H4, d, J=8. 6Hz)
2 (1H, s)
4 (1H, dd, J=2. 0Hz,
Hz)
0 (1H, d, J=2. 0Hz)
9 (1H, dd, J=2. 2Hz,
Hz)
5 (1H, d, J=2. 2Hz)
86 (1H, s)
3) £33 TO{EY:

88 (6H, t, J=6. 4Hz)
27 (28H, brs)
40-1. 68 (4H, m)
78—1.91(4H,m)

99 (3H, s)
01—-4. 15 (4H, m)

93 (1H, 4, =8§. 4Hz)
08 (1H, d, J=8. 6Hz)
30 (1lH, s)

51 (1H, dd, J=2. 2Hz,
4Hz)

(2]
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7. 5
8§. 0
§. 6
8. 4
1 0.
NMR : 4
NMR
1. 4
1. 6
4. 0
4.0
4. 2
6. 5
6. 6
8. 8
7.0
7. 3
8. 1
§. 8
8. 4
8. 4
1 0.
NMR : 4

PCT/JP91/01659
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9 (1H, d, J=2. 2Hz)
7T (1H, dd, J=2. 2Hz,
Hz)
3 (1H, d, J=
86 (I1H, s)
4) EHEM3I 3 80LtEY :
(CDC2¢s) 6 :
5 (3H, t, J=7. 0Hz)
2 (8H, t, J=7. 0Hz)
1 (3H, s)
9 (2H, q, J=7. 0Hz)
2 (2H, q, J=7. 0Hz)
5 (1H, d, J=2. 4Hz)
1 (1H, dd, J=2. 4Hz,

2Hz)

B

Hz)

8 (1H, d, J=8. 8Hz)
7T C1H, s)

0 (1H, dd, J=2. 4Hz,
Hz)

6 (1H, d, J=8. 8Hz)
9 (1H, d, J=2. 4Hz)
84 (1H, s)

5) £33 I0E& :

NMR (CDC2¢; ) 6 :

1.

0

7 (8H, t, J=7. 5Hz)
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1.5
1. 8
4. 0
4. 1
6. 9
7. 0
7. 3
7. 5
8. 1
§. 4
1
NMR : 4
NMR
1.0
1. 5
1. 8
4. 0
4. 2
6. 9
7. 4
8. 1
8. 3
NMR : 4
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0 (38H, t, J=6. 8HzZ)
0-2. 10 (2H, m)
0 (3H, s)
29—4. 47 (4H, m)
5 (1H, d, J=8. 4Hz)
g (1H, d, =8. 6Hz)
1—-7. 49 (1H, m)
0-7. 77 (2H, m)
3—-8. 27 (1H, m)
5 (1H, s)
86 (1H, s)
6) £l 34 00LLED :
(CDC2Zs) 6 :
(8H, t, J=T7. 4Hz)
(8H, t, J=T7. 0Hz)

1

2

5—1. 96 (2H, m)

4 (2H, t, J=6. THz).
5 (2H, a, J=T7. 0Hz)
5 (1H, d, J=8. 3Hz)
9—-7. 638 (5H, m)
6-8. 20 (1H, m)

4 (1H, s)

7) EHMI 41 OLEY

NMR (CDC£s ) ¢ :

1.

0

5 (3H, t, J=7. 1Hz)
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3 (3H, t, J=7. 0Hz)
6 (3H, t, J=7. 0Hz)
2-4. 22 (6H, m)

7 (1H, d, J=8. 4Hz)
4—-7. 49 (3H, m)
§—-7. 62 (2H, m)
3—=7. 74 (1H, m)

8) EMH 3 4201sd :
(CDC2:) 6 :

0 (3H, t, J=7. 0Hz)
2 (8H, t, J=7. 0Hz)
4 (2H, d, J=6. 6Hz)
2 (3H, s)

2—-—4. 26 (4H, m)
9-5. 18 (2H, m)
9—-6. 12 (1H, m)

6 (1H, d, J=8. 3Hz)
5 (1H, d, J=2. 0Hz)
9 (1H, dd, J=2. 0Hz,
Hz)

4 (1H, s)

4 (1H, d, J=2. 2Hz)
8 (1H, d, J=2. 2Hz)
84 (1H, s)

9) £MHM3 4 4DEY .
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NMR (CDC£s) 6 :

1. 42 (3H, d, J=17. 0Hz)
1. 50 (3H, t, J=T7. 0Hz)
1. 52 (38H, t, J=T7. 0Hz)

5 4. 00 (3H, s)
4 10-4. 33 (4H, m)
5 07-5. 23 (2H, m)
6. 03-6. 25 (1H, m)
6 93 (1H, d, J=8. 3Hz)
10 7.81 (1H, s)
7. 50-7. 66 (2H, m)
7 94 (1H, d, J=2. 2HZz)
§ 33 (1H, d, J=2. 3Hz)

1 1. 26 (1H, s)
{5 NMR:50) M3 450kae:
NMR (CDC£s ) & :
{. 49 (3H, t, J=17. 0Hz)
51 (3H, t, J=7. 0Hz)
1. 78 (6H, d, J=6. THz)
9

20 3. 3 (8H, s)
4. 10-4. 30 (4H, m)
4. 68 (2H, d, J=6. 3Hz)
5. 42-5. 62 (1H, m)
6. 92 (1H, d, J=8. 4Hz)
25 7. 04 (1H, d, J=8. 8Hz)
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7. 34 (1 H, s)
7. 52 (1lH, dd, J=2. 1Hz,
8. 3Hz)
7. 61 (I1H, d, J=2. 0Hz)
5 8. 10 (1H, dd, J=2. 4Hz,
8. THz)
8. 36 (1H, d, J=2. 3Hz)
NMR :51) £f#l3460{ady :
NMR (CDC~2¢s) 6 :
10 1. 49 (3H, t, J=7. 0Hz)
1. 49 (3H, t, J=7. 0Hz)
3. 98 (3H, s)
4. 05—4. 30 (4H, m)
6. 01 (1 H, dd, J=1. 2Hz,
15 5. 8Hz)
5. 08 (1 H, s)
6. 23-6. 43 (1H, m) |
6. 92 (1H, d, J=8. 4Hz)
7. 30 (1H, s)
20 7. 54 (1H, dd, J=2. 1Hz,
8. 3Hz)
7. 61 (1H, d, J=2. 0Hz)
8. 10 (1H, d, J=2. 2Hz)
8. 34 (1H, d, J=2. 2Hz)
25 11. 60 (1H, s)
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NMR : 5
NMR
1. 4
1.5
1. 8
3. 9
4. 1
4. 5
5. 0
5. 2
6. 9
7. 0
7. 8
7. 5
8. 4
7. 6
8. 1
8. 8
g§. 3

NMR : 5
NMR
1.5
3. 9
3. 9
4. 2

PCT/JP91/01659
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2) E£WH 3 4 TOEY :
(CDC2s) 6 :

9 (3 H,
1 (3 H,
7 (3 H,
4 (3H,
— 4.
(2 H,
(1H,
(1H,
1 (1H,
(1H,
(1H,
2 (1H,
Hz)

1 (1H,
0 (1H,
Hz)
9 (1H,

(= BN o]

N

W o

9Hz)
9H z)

t ? - 6 .

t, J=26.
s )

s )

30 (4H, m)

s)
brs)
brs)
d, J=28.
d, J
s)
dd, J

4Hz)

=8. 8Hz)

=2. 1Hz,

1 Hz)

dd, J=2. 4Hz,

d, J=2. 4Hz)

3) EMM3I 5 | OLED :
(CDC2:) 0 :

3 (3 H,
2 (3 H,
5 (3 H,
1 (2 H,

t, J=T7. 0Hz)
s)
s )
q, J=T7. 0Hz)
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6. 9
7. 0
7. 4
7. 5
8. 4
7. 6
7. 9
8. 6
8. 3
1 2.
NMR : 5
NMR
1. 38
1. 4
4. 0
6. 8
7. 0
7. 4
§. 0
1 4.
NMR : 5
NMR
1. 5
1. 5
4. 1

PCT/JP91/01659
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5 (1H, d, J=8. 4Hz)
5 (1H, d, J=8. 6Hz)
5 (1H, d, J=2. 1Hz)
2 (1H, dd, J=2. 1Hz,
Hz)

4 (1H, s)

5 (1H, dd, J=2. 1Hz,
Hz)

9 (1H, d, J=2. 1Hz)
66 (1H, s)

4) EHEH 3 050kE&Y :
(DMSO-d¢) 6 :

8 (3H, t, J=7. 0Hz)
0 (83H, t, J=6. 9Hz)
7T—4. 27 (4H, m)

1 (2H, s)

8 (1H, q, J=8. 3Hz)
8§ —-7. 58 (2H, m)

4 (1H, s)

77 (2H, s)

5) E£HM3 0 9D{EY :
(CDCZ«s:) 6 :

0 (8H, t, J=7. 0Hz)
1 (3H, t, J=7. 0Hz)
0—-4. 33 (4H, m)
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I

6. 44 (1H, dd, J=2. 58Hz,

8. 5 Hz)

6. 52 (1H, d, J=2. 5Hz)

6. 93 (1H, d, I=9. 0Hz)

7. 29 (1H, s)

7. 42-7. 57 (3H, m)
EHH 35 2 |

9 — (3, 4 -V hFvy7z=) —4- (4-E
FomEy -8 —A FFYANR=ZNVTz=N) FT7V -
V1gRURBAIYTLO., 835 g2V AFINRIVLT
F1O0micBEBL, ERBKCT3 008BT S, ThC

4

~

ToEBEBAFNO. 46 gikMA. BB TA4ERE
Byr, BEEEEL. BEZ2Y /700X 5 4 0mT
METs, K1 OmRUCEMAEEKL O THSR, R
TSRV LTRBRR., BEEBET 2. BOoONRE
254V 7oV —-FNVTEHEERELT. 1. 1 g2
— (8, 44—z bFvyT7z=) —4— (4-FFPF
SANB=ZNVADPNF Y -3 - A MFVYANFZNT 2=
V) F7Y - %E®/ 5,

EEER

mp. 96 -—-97%C

ZHHA 35 2 LABMRKLTESTHERRZRE L TH
SNEHEMLI. 6. 23, 26~81, 92, 94~96,
101~108, 112, 115,118,121,
124, 125~128,130~133. 135,
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136, 154~165.16T~221T7., 229~
234, 253~2T73., 2T7T5~307T7. 309~
316, 318~328.,330~3510It&hriE
%o
EHEHl 35 3

2—- (3, 4 -V bFV72=NV) —4- (4-7
VIV AF Y -3 =AMFIYANK=ZNVTz=ZN) FTVY
—NV1lgDo—-Y7ouNry¥Yr2oimER%*1 5 EBE
MEBERT 2, REKXTER, BE2BELTCEOKLE
BeAV7ToENZI—-FLLDEERLT. 1202
- (8, 4 -V bFyr7z2=J)) —4—- (3 —-—XPMF
VANVNFE =N -4 - FrF -5 -TFTYLT =)
FT7TV-LVEEB,

EG7) X LR

mp. 118-119°%C

KEF 353 LARICLTHEABEHEEREBY TH
MEBEM 262, 275,277, 316.,.342,
344, 346, 3480k rBE3,
KW 3 5 4

2 - (3, 4 -V bFVIz=l) —4—- (4-=-9
AFNVTI)FAANE=ZNANAFO -3 XA MFIHIL
RN T7z=2)) FTYV-NV4L., 9g2EREL1T0C
KTHEBERMAERT 2, YUY AFXVASL o< b
74— (BHE : Yooty y) Fogag, =4
J-NVEDEBEHEELT. 2. 83gD2 - (3, 4-—-73
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,1b$97;;w)-4—(4—9%%»75/%»%

S FA -3 —ANFVALEZNT =ZN) FT V=
VEE/ B

ZEEBH AR

m?p. 108—-109°%C
EHEH 355 ‘

9 — (38, 4-YVxTbhFyTzoh—4—- (4-UF
FLTI)ANEZNFA -3 XA PFTYALFZINT
=) FFTV-L25 0Dy ) — )5l BRIT.
1 0% KEBE{EAYYLImEMA. SHEEMARERT 2.
BEAZELT. BONABEARERIFNL 0T
MET 3, 10%EBICTHREE LK, K5, B
BEKL O THRE., ERT I, BREEFELTREOSN
FREBEARVAFY -2/ - NLEXVEERLTL1 3O
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56) NMR (DMSO-ds ) ¢ :
1. 37 (3H, t, J=6. 9Hz)
1. 39 (3H, t, J=6. 9Hz)
8. 82 (3H, s)
5 4. 13 (4H, m)
7. 09 (1H, d, J=8. 4Hz)
7. 830 (1H, m)
7. 48 (1H, dd, J
8. 4Hz)
10 7. 58 (2H, m)
7. 71 (1H, s)
12. 10 (1H, brs)
579 NMR (CDC2; ) 6
1. 41 -1. 54 (9H, m)
H

2. 0Hz,

15 4. 07-4. 26 (6H, m)

6. 92 (1H, d, J=8. 4Hz)
7. 49 (1H, dd, J
8. 4Hz)

7. 63 (1H, d, J=2. 0Hz)
7. 86-8. 05 (2H, m)

2. 0Hz,

20
8. 20 (1H, s)
8. 44 (1 H, dd, J=1. 0Hz,
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F#Vﬂ»ﬁ:»—4—tFU#V—S—tFU#vx
FNTz=N) FTI-NZEHFIl,

- QAR

Wi : NMR™

EHH5 1 1 LA LTHEYSSERERERZH O TH
=M 39T, 412, 423, 445RT4980

tEWeHEio

LHHES 1 2

90— (8, 4-VIFFYITI==N) —4— (34
KEYAPFYAANRZN -4 - A FFVXPFY =D
RN IANTZN) FTU-AM500mEHFLIHER
L4 Fy bRE (M) ZFNANFREF)TETF-F
97 0mg; KEM/XFIY YL 48m) OF T EFOTY
SyRK2 Onicmi, ERECCTARBEARRE LA, RIE
BEAMhroBEELsEEL, BOoNAREYDCHRI T
o 0ml, K15n%&MATHKEL, MAAEK] 0alT
s HER, BEAERELL, BohBREHEZS

L
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J-=NVtbOEBEHE&L, 380mD2- (3, 4-Uxh
FUTzZh) -4 - (3-APFUVAPFVANLRZ
W=4 =X PFYLAPMFY-5-(2-ZPF;FIVHNK
SAEZN) T2zl FTU - N EBE,
REhRR

mp. 94-96°C

ERMS 1 2 ERABICUTHEETHERERZH W TH
MEMM4L4 78, 485, 486, 501KU5020
ftezmr,

L5 13

AFNVPY Tz VFRRF=ZTLT a4 F5 3 5m
Z7F5EePFoo3 1 0nicBEBEL, —5°CICT
UYLt =T PFYR190mwaMA, REETIE
B@#ELL, Chit2- (3, 4-Y2bFVyJaz=
W) 4= (8 =APFVYINFEZN-—4—-AFFV AL
FU-b-KNINT =) FTU—IN50 0%
Z, RBICT2BE, EERCLELTIHERERL -,
RIEEEMICEHEBIFLI 0, K2 0nENITHIEK
L, AEZaMAE K2 Ol THYE, EH%, %
BElh, BOWLEBEME VIS VIS L7270 b
ry574— (BH¥E:V/70p0iyy-—n-~%¥% =
2:1v/v) TTHRELT24 002~ (3, 4 -
VX bFUYTzzN) -4 - (3 -APFUAMFUR
VWR=NV—-4 -t FoFy-5-EZNTz=N) F7
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=N (A BTG 1 2002 - (8, 4-JTbFV
J2=) —4— (88— APFYAPFVIILKRZ I -

4~ XA RFYAPMFY-F5-E=NTz=N) FTJT—

NV (B) Z##&1,

ted®m (A) ONMR7F—- 7% ;

IH-NMR(CDC1s) & : 1.49(3H, t, J=7.0Hz),

1.
4.
5.
.89(1H, dd, J=17. THz), 6. 92(1H, d, J=8. 4Hz),
.17(1H, dd, J=11.1,17. 7THz), 7. 43(1H, §),
.54(1H, dd, J=2.1, 8. 4Hz), 7. 61(1H, d, J=2. 1Hz),

o N N o

51(8H, t, J=7. 0Hz), 3. 58(3H, s), 3. 95(3H, s),
15(2H, q, J=7. 0Hz), 4. 22(2H, q, J=7. 0Hz),
08(2H,s),5.43(1H, dd, J=1.1, 11. 1Hz),

_29(2H, d, J=1. 3Hz).

it&% (B) ONMRT—7% ;
'H-NMR(CDC1s) & : 1.49(8H,t, J=7.0Hz),

1.
4.
5.
5.
6.

51(3H, t, J=7. 0Hz), 3. 58(3H, s), 3. 59(3H, 5),
15(2H, q, J=7. 0Hz), 4. 22(2H, g, J=T. 0Hz),

10(2H, s), 5. 43(1H, dd, J=1.1, 11. 1Hz),
51(2H,s), 5. 89(1H, dd, J=1. 1, 17. 1Hz),

92 (1H, d, J=8. 4Hz), 7. 18 (1H, dd, J=11. 1, 17. THz),
7. 43(1H, s), 7. 54(1H, dd, J=2. 1, 8. 4Hz),
7.61(1H, d, J=2. 1Hz), 8. 29(2H, d, J=1. 3Hz).
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M5 14

2- (3, 4V bbFv72z=) -4~ (3=4F
FUAPMNFVANEZN -4 - A PF VA PMFY -5 -
(2=-ZPFIYHINMNKRNVEZWN) ZJ72=2N) FT7 U —
V35 0mAELY ) =1 0mliCiEBL, 1 0 %58
0. 2mZMA, 60CIKTIKBEMBREELL, Th
21 0%KEBE{AEF YD L InlzMA, 4 BEREMEER
Lico RIEBEDPOBEZBEL, BohtBED
K1S5mlzEMA, 1 0%EBRTHEBRECLTBVE#R
FU40mlicTHEL, GBMEEK]I S50 THhE L& E
rEEZzEELLL, REBYVZEBBF VI O0OBEA LI
T0mD2- (38, 44—V bFv7z2=N) — 4 -
(8 —-ANKFY—-4-LFopFy—-5-(2-ANLK
FUEZA) 722 0) FT V- LEBK,

®Emn KRR

mp:260-261°%C

EHH5 15

2—- (8, 4-VZbPFVYIxz) —4—- (8—2%
PFEYHANVNFRZN -4 - X PFIAPMFY -5 - XF )
TI)AFNT2=2N) FTIT-N150mgE Xy ) —
W2 0mliciEBL, 1 0%%2EB0. 2m%2MATE 0
CIKTSOZRBBEHELUIL, RVWT10%KEBWLEFPY Y
L2nlzMATIKREMBER L, RIGEEH A1 0
¥EBTHEIIL, FEZBELL, BBty ) -
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VEMEZAEDABR, KTHHBELERLULL, VAT L
ANLTIFRXOEHESEL, 35mw02—- (3, 47
thEYTe=N) 4- (3-ANEEY-4-EFa
JAFN T 2= ) FTIT - %

/44

FU-5—-XAFNT

f%f:o

%18 e Rk

mp:271-2738°%C

EMHMS 16

2 — (38, 4 — VT rFVTz=N) — 4 - (4 — v

) -2 -¥UIN) FTIS—-N500m, =5/ -
QO 0BT A YKELF MY ILKERL TlOREY

Il CHEENBRERLEL. RERAWEREE, K

15

20

25

200mEMA, Y7uu Ay 8 0nfT2EHMER,
XKEAEEBECEE (pH=3) &L, BEBR=F NV 15
OomlTSEME Lice BEBMZFIVEZEKKRF MUY
LTER%, BHLTAEONABEYERBRIF VT
BEEELT, 290mgn2- (3, 4-YVbFYI=
=) —4— (4—HANKFVy-2-EVIN) FTV
-V ER/T,

H & gk & _

mp. 236. 2-237. 2%C

EwmMms 17
9— (8, 4-VxbFvy72z=l) —4- (38-1%
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FEYAINKR=ZN -4 - PFoFVyIz2) FTU -
Wd., 02g0VXAFNRNVLTIFG OmOBBIKIC
EET, 317U —N5. 23g, t-TFLIAFN
syoovys 4, 85 gx2RMA, RMBICT4HBEE
Bl RIGIRAEMHIZKkKL 0 0nl, BEBEZF V20 0
MEMAZ, EHEE2WMLU, K100, BAREAS
OmliCTIERGESER, BKEE XY LICTRE,
2B E®R, BoOhEBREWEYYVAF Vo< T
74— (BHE :n-NFH Y BB FIL=10:
1) CTHKEL, 5. 14g02- (3, 4-VxL b+
VI2z= W) -4 - (3—-AbFUANKR=ZN -4 -t
—TFNIAITNIVINAFYT22) FTI - %
B,

EEHRY

)

EHHS 18 |

2—- (8, 4-xbF¥T72=N) —4— (8—-2%
PFYINRZ N -4 -t =-TFUIAFNYY N TF
Y721 N) FTU-N5. 483gDF PS5k RS
Y10 0mBEBRIZKET, KREVFILTILI=ZY L
54 8mZEMA, ABICTTREEBHELL, RICEAYD
k1. 1nl, BRBEF MYV L3I gZMA, 54 MR
BL, BEZEE®, BBIFLV200n, k5 0nl%
MA%®, SNERBRITHNE, T8 4E2RE, Bik%
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BRELE-®R, BEEZKL OnlicTlBE LEKER< T
FUTLIITERE, BEZEELL, BOoNTRED

BV YAFNATLIuIbTT 74— (BHE: D

—AFY Y BEBIZFN=10:1Vv/Vv) KTHHEL
fetg, BEBIFL-n-ANFHUASHEERL, 1. 2
3gm2— (8, 4-VThFvYTz=a) —4— (3
L ROFYRFN-A -t —TFAIAFILY YN
FEYT2ZN) FT T - NEBL,

B 7Y X Ld

mp. 101. 3-103C

EHRMS 1 S ELRABICLUTHEHYTHRERENSZRH W TH
SEWMS 97, 412, 423, 445RU4830
fte&® =BT,

EWEHS 19

EHEH IRl S8 ERBK L THSTHREENZHA
WTTROEEDZHF T, .

2— (8, 4-VzbF¥y7z2=N) —4- (38—-%
WEFY—-—4-EFpFYy-5-(l-A4VTF=I)

TJz=N) FTIT—N

#1E : 'H-NMR(DMSO-ds) & :
1.38(3H, t, J=6. 9Hz), 1. 40(3H, t, J=6. 9Hz),
1.86(3H,s), 1. 95(3H, 5), 4. 12(2H, q, J=6. 9Hz),
4.15(2H, q, J=6. 9Hz), 6. 33(1H, brs),
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7.09(1H, d, J=8. THz), 7. 48-7. 62(2H, m),
7.93(1H, ), 7. 95(1H, d, J=2. 1Hz),
8.31(1H, d, J=2. 1Hz).

5 ERHS5 20
EMM 1 RT3 ERBICLTHSETHEREMRZR
WCTTROEMERT-,
O 4-(2-(8, 4-VxxbFv7z=N) — 4 -
FTIUN) EVI=ZIL-1-FFYE
10
Y : "H-NMR(DMSO-d¢) & :
1.35(8H, t, J=6.9Hz), 1. 37(3H, t, J=6. 9Hz),
4,07(4H, m), 7. 07(1H, d, J=8. 3Hz),
7.52(1H, dd, J=2. OHz, 8. 3Hz),
15 7.58(1H, d, J=2, 0Hz), 8. 03(2H, d, J=7. 2Hz),
8.29(2H, d, J=7. 2Hz), 8. 33(1H, s).

O 2-(8, 4-vzxbFvozz=l) —4- (2~
V7 ) —4-EYI=ZTL) FTT N
20
- ¥ ;. 'H-NMR(DMSO-de) O :
1.36(3H, t, J=6.9Hz), 1. 38(3H, t, J=6. 9Hz),
4,08-4.23(4H, m), 7. 08(1H, d, J=8. 3Hz),
7.55-7.61(2H, m), 8. 32(1H, dd, J=1. 3Hz, 5. 2Hz),
25 8.64(2H,S),8.84(1H,d,J=5.2H?).
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e 417, 4238, 425, 444, 446~

449,
4 80,

452, 467, 470, 471, 478~
482, 4883, 485, 486, 493, 4

97, 500, 507~5090D{k&EYONMRT—7

(NMR?® ~NMR?®*?® )

NMR58)

NMR 59)

NMR 60)

c EHEH 41 TORED

TH-NMR(DMSO0-d¢) & : 1.38(3H, t, J=7.0Hz),
1.40(8H, t, J=7.0Hz), 2. 22(3H, s),
3.87(2H, s), 4. 08(2H, q, J=7. 0Hz),
4.16(2H, q, J=7. 0Hz), 7. 10(1H, d, J=8. 2Hz),
7.48-7.60(2H, m), 7. 99(1H, 5),
8.08(1H,d,J=2.3HZ),8.38(1H,er¥2.3HZ).

: Eiifl 4 2 3DILED

TH-NMR(DMSO-ds) & : 1.38(3H, t, J=6.9Hz),
1.40(3H, t, J=6. 9Hz), 4. 11(2H, q, J=6. 9Hz),
4.15(2H, q, J=6. 9Hz), 4. 60(2H, 5),
7.08(1H, d, J=8. 9Hz), 7. 45-7. 63(2H, m),
7.77(1H,s), 8. 06(1H, d, J=2. 2Hz),
8.34(1H, d, J=2. 2Hz).

c EHF 4 250G

'H-NMR(CDC1s) 6 : 1.48(3H, t, J=7.0Hz),
1.50(3H, t, J=7.0Hz), 2. 7T8(2H, t, J=6. THz),



WO 92/09586 PCT/JP91/01659
447

3.09(2H, t, J=6. THz), 4. 07-4. 30 (4H, m),
6.91(1H, d, J=8. 8Hz), 7. 52(1H, d, J=8. 3Hz),
7.60(C1H, brs), 8. 02(1H, brs), 8. 38(1H, brs).

5 NMR®Y :ZEW/#Hl44401ED
"H-NMR(CDC1s> 6 : 0.08-1.00(8H, m),
1.00-1.67(18H, m), 1. 67-1. 95(2H, m),

.54(8H,5), 4. 16(2H, q, J=7. 0Hz),

.23(2H, q, I=7.0Hz), 4. 35(2H, t, J=6. 6Hz),

. 30(2H, s), 6. 92(1H, d, J=8. 4Hz),

.27(1H, d, J=8. THz), 7. 86 (1H, s),

. 53(1H, dd, J=2. 0Hz, 8. 4Hz),

.62(1H,d, J=2. 0Hz),

8.08(1H, dd, J=2. 3Hz, 8. THz),

15 8. 35(1H, J=2. 8Hz).

= W

10

~N 3 ~3 o

NMR®® : EHifl4460sD .
"H-NMR(CDC1s) 6 : 1.50(38H, t, J=7. 0Hz),
1.52(3H, t, J=7. 0Hz), 2. 55(8H, d, J=0. 9Hz),

.04(8H,5), 4. 16(2H, q, J=7. 0Hz),

.23(2H, q, J=7.0Hz), 6. 50(1H, d, J=1. 0Hz),

.93(1H, d, J=8. 4Hz), 7. 45(1H, s),

55(1H, dd, J=2. 1Hz, 8. 4Hz),

. 64(1H, d, J=2. 1Hz), 8. 34(1H, d, J=1. 8Hz),

.42(1H, d, J=1. 8Hz).

20

= e -

oo -3 =3

25
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 EHH 4 4 TOLRED

'H-NMR(CDC1s) 6 : 1.49(3H, t, J=7.0Hz),

L.
. 54(2H9 8)1 3. 59(3H, S),

.16(2H, q, J=7. 0Hz), 4. 22(2H, q, J=7. OHz),
.T1(1H, brs), 4. 90(1H, brs), 5. 09(2H, s),

51(3H, t, J=7. 0Hz), 1. 78 (3H, s),

.51(2H,s),6.92(1H, d, J=8. 4Hz),
_40(1H, s), 7.53(1H, dd, J=2. 1Hz, 8. 4Hz),

61(1H, d, J=2. 1Hz), 7. 98 (1H, d, J=2. 4Hz),

. 34(1H, d, J=2. 4Hz).

c Efifl 4 4 8DEED

'H-NMR(CDC1:) & : 1.49(8H,t, J=7.0Hz),

L.
.56(3H, ), 3.59(3H, 5), 3. 95(2H, ),
.16(2H, ¢, J=T. 0Hz), 4. 22(2H, q, J=7. 0Hz),
.09(2H, 5), 5. 50(2H, 5), |

.92(1H, d, J=8. 4Hz), 7. 42(1H, 5),
.52(1H, dd, J=2. 1Hz, 8. 4Hz),

.60(1H, d, J=2. 1Hz), 8. 01 (1H, d, J=2. 8Hz),
.39(1H, d, J=2. 3Hz).

0 N 1 o Ul s~ W

51(3H, t, J=7. 0Hz), 2. 24(3H, s),

: EHH 44 901ED

'H-NMR(CDC1s) & : 1.50(3H, t, J=7. 0Hz),

1.

51(3H, t, J=7. 0Hz),

(]
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. 97(3H, dd, J=1. 6Hz, 6. 6Hz), 3. 58(3H, 5),
.59(3H,s), 4.16(2H, q, J=7. 0Hz), |
.22(2H, q, J=7. 0Hz), 5. 09(2H, ), 5. 50 (2H,
. 38(1H, dg, J=15. 9Hz, 6. 6Hz),

.83(1H,d, J=15. 9Hz), 6. 93 (LH, d, J=8. 4Hz),
.42(1H, s), 7.55(1H, dd, J=2. 1Hz, 8. 4Hz),
.61(1H, d, J=2. 1Hz), 8. 23(1H, d, J=2. 2Hz),
.27(1H, d, J=2. 2Hz).

:EWH 45 00kEY

'"H-NMR(CDC15) & : 1.16(1.5H,d, J=6. 3Hz),

1.
.59(3H, ), 3. 62(83H, 5), 4. 05-4. 36 (4H, m),
.07-5.28(2H, m), 5. 30(2H, s),5.50(2H, s),
.93(1H, d, J=8. 4Hz), 7. 45(1H, s),

.54(1H, dd, J=2. 1Hz, 8. 4Hz), 7. 61(1H, d, J=
. 1Hz),

.21(0.5H, d, J=2. 3Hz),
.32(0.5H, d, J=2. 3Hz), 8. 48 (1H, m),

(LG EEGEOREY)

(52 BN I, )

o N 3 o

22(1.5H, d, J=6. 3Hz), 1. 43-1.57(6H, m),

: EHEBl 46 7TOREY

"H-NMR(CDC1s) & : 1.49(3H, t, J=7.0Hz),

1.
4,

50(38H, t, J=7.0Hz), 3. 49(3H, s),
17(2H, g, J=7. 0Hz), 4. 19(2H, q, J=7. 0Hz),
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5.28(2H, s),5. 40(2H, s),

6. 91(1H, d, J=8. 4Hz), 7. 22-7. T0(9H, m),

8.08(1H, dd, J=2. 4Hz, 8. THz),
8.40(1H, d, J=2. 4Hz).

: EHifl 47T 0DILED

UH-NMR(CDC14) 6 : 1. 44-1.67C12H,m),
4.04(3H, s), 4. 10-4. 33(8H, m),

6. 92(2H, d, J=8. 4Hz), 7. 37(1H, s),

7. 46(1H, 5), 7. 52-7. 63(3H, m),

7.66(1H, d, J=2. 0Hz), 7. 75(2H, d, J=8. 4Hz),
8. 08(2H, d, J=8. 4Hz), 8. 20(1H, d, J=2. 2Hz),
8. 46 (1H, d, J=2. 2Hz), 11. 43(1H, ).

 EHF 4T 1OERED

'H-NMR(CDC1:) & : 1.50(8H, t, J=7. 0Hz),
1..53(8H, t, J=7. 0Hz), 2. 42(8H, s),
3.96(3H, ), 4. 17(2H, g, J=T. 0Hz),
4.23(2H, q, J=7. 0Hz), 6. 94 (1H, d, J=8. 4Hz),
7.54(1H, dd, J=2. 10z, 8. 4H2),
7.59(1H, s), 7. 60(1H, d, J=2. 1Hz),

8. 76(1H, d, J=2. 3Hz), 8. 80(1H, d, J=2. 8Hz).

 EHEH 4T 8DIED

TH-NMR(CDC1s) 6 : 1.49(3H, t, J=7.0Hz),
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.51(3H, t, J=7.0Hz), 3. 59(3H, s),

.59(2H, d, J=6. 3Hz), 3. 94(3H, s),

.16(2H, q, J=7. 0Hz), 4. 22(2H, q, J=7. 0Hz),
.08(2H,5),5.07-5. 17(1H, m),

5.17-5.27(1H, m), 5. 96-6. 16 (1H, m),

(2]

oo a3

.92(1H, d, J=8. 4Hz), 7. 40(1H, s),
.54(1H, dd, J=2. 1Hz, 8. 4Hz),

.60(1H, d, J=2. 1Hz), 7. 98(1H, d, J=2. 4Hz),
.27(1H, d, J=2. 4Hz).

: EWH 4T I9DIKED

"H-NMR(CDC15) 6 : 1.48(3H, t, J=7. 0Hz),

1.
.89(2H, d, J=1. THz), 3. 94(3H, 5),

.15(2H, q, J=7. 0Hz), 4. 21 (2H, g, J=7. OHz),
.09(2H,s),6.91(1H, d, J=8. 4Hz), 7. 43 (1H,
.52(1H, dd, J=2. 1Hz, 8. 4Hz),

.59(1H, d, J=2. 1Hz), 8. 04 (1H, d, J=2. 3Hz),
.36(1H, d, J=2. 8Hz), 9. 79(1H, t, J=1. THz).

.3
4

(S ]

o ~3 =

51(3H, t, J=7.0Hz), 3.55(3H, s),

EHmH 48 00LEY

"H-NMR(CDC1s) & : 1.50(3H, t, J=7. 0Hz),

1.
3.
4.

52(3H, t, J=7.0Hz), 3. 60(3H, s),
98(3H,s), 4. 16(2H, q, J=7. 0Hz),
23(2H, q, J=7.0Hz), 5. 22(2H, s),
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6.92(1H, d, J=8. 4Hz), 7. 50(1H, s),
7.54(1H, dd, J=2. 1Hz, 8. 4Hz),

7.60(1H, d, J=2. 1Hz), 8. 57(1H, d, J=2. 5Hz),
8. 73(1H, d, J=2. 5Hz), 10. 50 (1H, s).

 EMf 48 20EkED

'H-NMR(CDC1:) & : 1.49(1H, t, J=7.0Hz),
1.51(8H, t, J=7. 0Hz), 2. 50(3H, s),
3.60(3H,s),3.92(2H, s), 8. 94(3H, s),
4.15(2H, q, J=7. 0Hz), 4. 22(2H, q, J=7. OHz),
5.12(2H, s), 6. 92(1H, d, J=8. 4Hz),

7. 44(1H,s), 7. 54(1H, dd, J=2. 1Hz, 8. 4Hz),
7.60(1H, d, J=2. 1Hz), 8. 13(1H, d, J=2. 4Hz),
8. 37(1H, d, J=2. 4Hz).

: Wil 4 8 3DLED

'H-NMR(CDC1s) & : 1.50(8H, t, J=7. 0Hz),
.52(8H, t, J=7. 0Hz), 2. 41 (1H, t, J=6. 6Hz),
.01(3H,s),4.16(2H, q,J=7.0Hz),
.23(2H, q, J=7. 0Hz), 4. 82(2H, d, J=6. 6Hz),

[o—y

(= )

. 93(1H, d, J=8. 4Hz), 7. 84(1H, s),
.55(1H, dd, J=2. 0Hz, 8. 4Hz),

.60(1H, d, J=2. 0Hz), 8. 10(1H, d, J=2. 8Hz),
. 40(1H, d, J=2. 8Hz), 11. 38 (1H, s).

0 ~1 =
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'"H-NMR(CDC1s) & : 1.49(3H,t, J=7.0Hz),

1.
. 95(3H, s), 4. 15(2H, q, J=7. 0Hz),
.22(2H,q,J=7.0Hz), 5. 08(2H, 5),
. 43(1H, dd, J=1. 1Hz, 11, 1Hz),

[ N & 2 e N Y )

-~ = =3

51(3H, t, J=7.0Hz), 3.58(8H, s),

89(1H, dd, J=1. 1Hz, 17. THz),

.92(1H, d, J=8. 4Hz),

.17(1H, dd, J=11. 1Hz, 17. 1Hz),

.43(1H, ), 7. 54(1H, dd, J=2. 1Hz, 8. 4Hz),
.61(1H,d, J=2. 1Hz), 8. 27(2H, d, J=1. 3Hz).

: EHifl 4 8 6 DILED

"H-NMR(CDC1s) 6 : 1.49(3H, t, J=7.0Hz),

1.
.59(8H, s), 4. 15(2H, q, J=7. 0Hz),

. 22(2H, q, J=7. 0Hz), 5. 10(2H, ),

. 43(1H, dd, J=1. 1Hz, 11. 1Hz), 5. 51 (2H, s),
.89(1H, dd, J=1. 1Hz, 17. THz),
.92(1H, d, J=8. 4Hz),

. 18(1H, dd, J=11. 1Hz, 17, THz),
.48(1H,s), 7. 54(1H, dd, J=2. 1Hz, 8. 4Hz),
.61(1H, d, J=2. 1Hz), 8. 29(2H, d, J=1. 3Hz).

<51 N & N N

T R N -

51(3H, t, J=7. 0Hz), 3.58(3H, s),

EHH 49 3DILEY
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IH-NMR(DMSO-d¢) & : 1.85(8H, t, J=6.9Hz),

1.37(8H, t, J=6.9Hz), 2. 72(3H, s),
.11(4H;m),7.09(1H,d,J=9.0Hz),
.57(1H, dd, J=2. 2Hz, 9. 0Hz),

. 60(1H, d, J=2. 2Hz), 7. 89(1H, brs),
.22(1H, brs), 8. 44(1H, s),

. T0(1H, d, J=2. 0Hz), 9. 27(1H, d, J=2. 0Hz).

00 00 @~ =1 >

. EM 49 TORED

'H-NMR(CDC1s) & : 0.24(6H,S).

1.03(9H, s), 1. 49(3H, t, J=7. 0Hz),
1.51(3H, t, J=7.0Hz), 3. 91 (3K, s),
4,15(2H, q, J=7.0Hz), 4. 22(2H, q, J=7. 0Hz),
.91(1H, d, J=8. 8Hz), 6. 95(1H, d, J=8. 5Hz),
.34(1H,s), 7.51(1H, dd, J=2. OHz, 8. 3Hz),

~N N o

.62(1H, d, J=2. 0Hz),
8.038(1H, dd, J=2. 4Hz, 8. 5Hz),
8.34(1H, d, J=2. 4Hz).

. EHME 00 DOLEMN

H-NMR(CDC1:) & : 1. 49(3H, t, J=7. 0Hz),
1.51(3H, t, J=7. 0Hz), 2. 81 (6H, ),
3.94(3H, s), 4. 15(2H, q, J=7. 0Hz),
4.22(2H, q, J=7. 0Hz), 6. 91 (1H, d, J=8. 4Hz),
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6.99(1H, d, J=8. 8Hz), 7. 28 (1H, s),
7.52(1H, dd, J=2. OHz, 8. 4Hz),
7.62(1H, d, J=2. 0Hz),
7.97(1H, dd, J=2. 2Hz, 8. 8Hz),
8.25(1H, d, J=2. 2Hz).

: EHH S 0T OEY

'"H-NMR(CDC1s) S : 1.49(3H, t, J=7.0Hz),
1.51(8H, t, J=6. 9Hz), 2. 63(8H, s),
4.10-4.27(4H, m), 6. 89(1H, d, J=8. 4Hz),
7. 48(1H, dd, J=2. 1}z, 8. 4Hz),
7.59-7.64(3H,m), 7. T4(1H, s),
8.53(1H, d, J=5. 2Hz),

: EHH S5 08 DILEY

"H-NMR(CDC13:) 6 : 1.45(8H,t,J=7.0Hz),
1. 493H, t, J=7. OHz), 4. 09 (2H, q, J=7. OHz),
4. 17(2H, q, J=7. 0Hz), 6. 89(1H, d, J=8. 4Hz),
7.25-7.32(C1H, m), 7. 42-7. 46 (2H, m),
.49(1H, dd, J=2. 2Hz, 8. 4Hz),

L61(1H, 4, J=2. 2Hz), 7. 81 (1H, 5),
.08-8.15(8H, m),
.57(1H, dd, J=0, 6Hz, 5. 0Hz),
9.20(1H, dd, J=0. 6Hz, 1. 5Hz),

12. 11(1H, brs).

o o0 -3 =3
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c EEHA S5 0 9DED
TH-NMR(CDC1s) 6 : 1.47(8H, t, J=7.0Hz),
1.50(3H,t,J=7.0HZ),3.81(3H,S),
4.10-4.24(4H, m), 6. 93(1H, d, J=8. 4Hz),
7.46-7.55(3H, m),
8.00(1H, dd, J=1. 6Hz, 7. 8Hz),
8.21(1H,s)8.74-8. 76 (1H, m).

EHEHS 21
EZHM I RET1 4T ERARBICILTEA TROHRER

EFRHWT, ThZhTRZOHBLEDNZER S,

O

O

h—=x

rFVHANE=N-2- (a—-ToE7EF

VW) ESYVVRUTS, 4 -V MFYFAXRIYXT 2
FAERWT, SHM1 tABECLT, RicL#k, £

e 14

TERBICLTMASBELT, 2- (3, 4

VI bFYT2ZN) 4 - (5 -FNEFY -2

-ESIN) FTI-NEHB, _
O 4-zbrFvaINF=N-2~-(a-ToETEF

V) EVY

IVVERUS, 4-JVZbMFYFAXRVIT

I FZ2RAVWT, EHA 1L ERAEICLT, RBULLE,

EMH 1
4 —Jx
2 -ty

5 —

V) gl

AT ERABICLTMASBLT, 2 - (3,
P+ 7=2=20b) —4— (4-FANFFY -

IN) FTIV-NEHDB,

/11

FNFUVANKR=N-2- (a—-ToETEF
JVvRUS, 4-JTPMPFVYFANRNRVAXT

144
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IRNEZERHVT, EWALI ERAECLT, RIGLE,
EHH 1 47T ERKRICLTMASBELT, 2 - (3,
4 -V bFYTzzZN) -4 - (5 -FANKF V-
2B IVL) FTU—NEED,

5 O 6-ZbrFIVINNFR=N-2-(a-ToE7+tF
VW) ESVVRUTS, 4 -V bPFVYFARYVAT I
FERWT, EHRMA1I ERAKBICLT, RELALR, £
ME 1 47T ERBICLTMASBELT, 2 - (3, 4
-V bFUTzzN) -4 - (6-ANFFY -2

10 -ESIN) FTIT-NVE2RHSB,

O 4-zbvFVINKE=ZN-2-(a-ToE7EF

147

V) Eo—-WVkRUT3, 4 -V bFIVFIXNRYVXT 2
FZERWT, £HEM1I ERAKEICLT, Rk, £
g1 47 ERABICLTMASBLT, 2- (3, 4
15 -V bbFYTzZN) -4 - (A=A NVFKFV-2
-FoyN) FTU-LEHB,
O 4-=zbFVvHANE=N-2-(a-TovE7tF
w)757&U3,4—91##9??NVfTEF%
AWT, £l 1 ERBICLT, RIEULKE, £k
20 l4T7TERAmBEICLTMASBELT, 2- (3, 4 -V
ZTbhPFVYTzZN) -4 - (4 =-HNKFV-2-7
DIV) FTIT-N%2K 5%,
O -zt FVvAINKE=ZN-3 - (a-ToDET7LF
V) 295V RUES8, 4 -V bPFVFANRUYZLXT IR
25 FROVT, £ 1 LRAKICLT, RGL®, £
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W147EABEICLTMASBELT, 2- (3, 4 -
L bhFYTz=N) —4—- (5 —-HANEFY -3 -
TJYUN) FTI—-IZEHS,
O 4-zbrFyvarsf=n-2-(a-ToETETF
5 W) ¥4 7z VvRUES, -V bMFVYFARVIT
T RERLT, EWM1CABELT, RELELE,
el 4T ERBICLTMASBLT, 2 - (3,
4 -V brFYTzzN) —4—- (4-ANVEFY -
2 —FZN) FTIT—NZEHS
10 O 5-brFVAINE=ZN-83—-(a-TOETETF
V) FA T2V RTES, 4-JVZ b FVFARNYIT
T RERWT, £HA1EABICLT, RELLE,
EHEM 1 47T ERBICLTMASELT, 2 - (3,
4 -V bFY T N) —4 - (B-FANFFY -
15 3—Fxz=oN) FTIT-NZHED |
O 5 -—zrFyvalsF=zn-2-(a-70ETEF
V) FTIU-NVRUS, 4-VZbFYVFAXRVIT
TEERWT, EHM1ERABILT, BRIELLE,
Efp 14T ERBICLTMASRLT, 2 - (3,
20 4 -V bhFYTzzN) -4 - (b -ANVFFV-
2-FTUUN) FTV—NEBDB,
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HHMH 1
2—- (8, 4 -V XbFV 5 ng
Jxzz=) —4- (3, 4
- Vb FoFIHANRXF
YNV —=6-—-A4N) FTI =W
FUTY 1 3 2me
RIS RXYILATFT LU=} 1 8 mg
# i 4 5 mg
at 20 0mg

BHRICID, 1EPICLEARZERA TS5 &AEHE

Lo
L

2—- (8, 4-VUXbFv
Jxz=J)) —4- (2—-F
FUV-RYIETFH I =N
-5—A4N) FTIT-N
RYyFLyT7y)a-—-n

(#F&:4000)
BT MY YL
RI)VFFI)ZFLIUVINEST Y
/)X V—F
ASEBRWRBRSFY VL
F AN =N NV

To B -n"NS5 XYy

500 mg
0 3 g
0 9 g
0 4 g
0 1 g
0 1 8¢
0 0 2¢g
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EHFRHEEK 100mf

FERSRUE, *YEEFEBRFT NV LRTERS
FYU S AZEBBELENS8 0 CTLROEEKCHERL
o BOWTBERAZ40CETHHAL, FRXPLED.
R)zFL oy 7YV a—-VRUERYFFVZIVFLIN
by vE)F V- 2EREBSI T, RLZOBRICHE
HAZZKEZMATCERELORECHEL. 8302740
F-R-—N—ERVTRERBLTIAT ST YT IE
SEL,. EHAEZHAEL -,

EERB |

TR AFEICID, FZEHLELEVOERARZIT » o
1) bErFFEISODO, - ERICHTSEH

EFEFHEHIE. M. Marker t50F®% (A Yy
FRegy ez v¥41E0I— Methods in
Enzymology, 105;358-365, 139
84) WHEVEB UL, Hb, BERALVBLARER
MEAMI, FEAPS Y- EELEAK L. & 0K
MEBk, COAMRMBERILT 4 I =N~y 7
(Ficoll-Paque) C3BEARELET
FHRAEE Bk, | |

O, " HERICDPVWTHE, B. N. Cronstein
SOHE (Ve —F N AT ZIARY AV F I+ A
F4Axv (J. Exp. Med. ), 158, 1160
~1177(1983) )KL, 7zYY+7o—0L
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C(ferricytochrome C) EKITLOLH
Nz, BB, A\RZ2EH Y7 X (Hepes—-—Buf
fered Hanks’)(pH7.4)§ﬁ*K%
WT., 1. 3w/ M7=z b2o—-—LC (ferr.i
cytochrome C) RUGSug/wyA4bAa3
VVB(cytochalasin B) FB&ET. 387
C. I X1 0 fcel lOFFHKZEZ23 X110 "MON -
T NWINV-L-AFF=N-L-ogA4YIV-L-7T=x
ZNV75=v (N-Formyl-L-Methio-
nyl!l—-L-Leucyl—-L-Phenylalan
ine, fTMLP) RXOMHEL, 40BMICETSO %
J7zo¥Yblo—-LC (ferrocytochrom
e C)OEZANRAEHFHZHVWTS 5 0nmOEERET
BArEZMEL, 25, 1lug/ MA—1—=—FFHAF
F4RAL7—t¥ (superoxide dismut
ase, SOD) FETTOBRAELDOEX0, ~ £E
BElh, BREDR, YAF VAN T +FH 4 F (D
MSO) cE®BL, fMLPHEMAICHEFRRICMZA., 8
7C. 2048V vFax—-bLIk, O, " EROD
MR IZBEE (DMSO) oazBMULAb0 & HE
L. ¥R EBEZ2EHL. 50 %WHBE (1 Cs0) TE
Uico
HRALEED
1. 2-(3-EYIN) -4 -T2 VFTI-N
1/ 4BE(AE 1 &8
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9. 9-— (8, 4-VAPMFVYT2=N) -4 -T=xz=
w%YY—w

3. 2, 4-Y (8-EVIN) FTIT =N

4. 29— (8-EBYUIN) —4-XFN-5 - FFYV
HANER=NFT I INERE

5 29— (2, 4-YAbFrvuz=l) —4- (3,
4 -V e RgANKRFUIN—-6-A4N) FT7J—
W

6. 2— (2-¥F¥UYFKRvy—-8—-4a4N) —4—-T=z=F
7= |

7. 2— (8, 4-UArFyIz=N) —4- (38,
4 -V RO ANERFIYIN-—6—-AN) FTJ -

8. 29— (8, 4—-UAbPFrvrz=l) —4- (3,
4—-YeFoFvyrgzl) FTU-NVERIE
9. 2—(4-EYIUN) —4—- (8, 4-YVEFDF
7z l) FTT-NVEBRIE ’

10. 2—-(8—-Fxz=N) —4- (8, 4-YLkFmo
FyIgzz=WN) FTIT-N

11. 2-(2—-Fxz=N) —4—- (83, 4-YEFD
FyIzN) FTIT—N

12. 2= (4-FFvv-1, 4-JFoFf/)Yr-
§—AN) —4—- (3, 4-JFoFVT7z=
V) FT TN

18. 2-(E59vy=-2—-4N) —4- (3, 4-7
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ERFeFvyozl) FTU =N

2—- (38, 4-YtcFoFFvyrgz=) —4 -
(8, 4—-YEFOANEKRFIYIIL-—6—-4N) F
TU-NVRAEKFEHRE

2=-— (ANVEKXFYIL=-83—-4a4IN) —4—- (3,
4 - FoFovogz=l) FT7TIT -

2 - (Fo—=—-2—-4N) —4—- (3, 4-2
E FoFvyog= V) F7 -0

22— (8, 4-IUXPMFUTxz=) —4- (4
- XAFNV-2H-1, 4-RVYIUFT7TI-38 (4
H) - *v-6-4NVN) FTI =N

22— (3, 4-VAPMFVvI72=I) —4— (3
—EFOF V-4 - RUVFNNVFTFVTz22N) F7T
J—=N

2— (8, 4-UAPFvIx=)) —4 - (4
—AFNANVFEZNT z2=2N) FTIT =)
2-7z=l-4- (3, 4-VEFOFY Tz
W) FTU-NERIE

2—- (8, 4, 5=-FUXAMFYTz=ZN) — 4
- (3, 4=V FaoFvo=zl) FT7TU-NIE
% 18

22— (3, 4 - AXF VL UVIFAFIVyT2) — 4
- (8, 44— FoFvagzz=N) FTI—=N
2 - (8, 4-VAbFVT72=2N) —4 - (K
WAERZRF Y —-6—-AN) FTI =N
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24. 2— (8, 4-VAPFyTz=n) —4- (T
— bt FoFvy—-38, 4—-YbEFRubVvEXFYI-
6 —A4N) FTIJ—N
25. 29— (8, 4-YAbFYTzz) —4— (2
5 - FF VALV =N =5—-4N) FTI—I
26. 2— (8, 4—-JEFoHANKZRFIYIL—-6—4
) —4—- (3, 4—-VEeFo*vyIz=0) F7
v — BB
27. 2— (8, 4FAMFvyT7z=N) —4—- (3 -
10 F+U—8, 4-VEFu-2H-1, 4-xYY
FHYI V-6 —-—4AN) FTIT—=N
28. 22— (8, 4-IV XM Fv7zzI) —4- (3
4-YbEFo-2H-1, 4-RyJFHI -8
-4 W) FTU-NIEBRE
15 29. 2— (8, 4-VA b FvyT7z=ib) —4—- (2
—FFIRNRIVZAALITIT—=N=-5b—-A4N) FTJ -
W .
30. 2— (8, 4-YAPFyTz=l) —4— (3
—FFU-—4-XFN-8, -Vt Fu-2H-
20 1, 4-RYIVFHIUv-—6-A4N) FTI =N
81. 2— (8, 4-9ArFy7z=0) -4~ (1
0 -7 E¥FNT =2 )FTI0=2~-A4N) FTJ -
yi |
32. 2, 4-V (3, 4-UXPFyITz=N) FT

25 =
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4§ -V APMNFUYTZN) —4 - (3

1 ~4-EFDFYIZN) F7

4_

4 -

IVAMFYTI2=N) —4 - (3,
4 — b FodIpNWERFIN-T—-4A4N) FT7J —

UXMFVYT M) -4

(2

JFETIT=N=6—-AN) FTJT =N
IAMFYTzZN) —4 - (2
JAEFF TN -5 -4AN) FT Y —

4_

4_

VX MFYT ) -4 - (3
-t FoFvygz2V) FT7TIT -0 -

4 — VA PMFUT2ZN) — 4 -
- e FoAaNEZXFYIL-T -

- XFN-3, 4

AN) FTI =N

2_
5 —
2_
5 — ¥

2_

( 3 ’ 4 -
E FoFv
( 3 ’ 4 -

TJAMNF YTz N) — 4
Tz ) FTVU—-
JAMFYT2=N) — 4

EFody o) F7 -0

(3,

4_.

JAMNFIYT ) — 4

86— b RoFvyg2=N) FTY =N

2_

(3,

4 —

VAMFYTZN) -4

- FFIV -3 - AFWMRIYITFTIT—N—-6

(1

(3,

(2,

(2,

(2
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V) FTIU—N

29— (8, 4—-IAPFVYIz=N) —4—- (3
—=bOo -4 -TFTEFNTI)Tz=N) FTJ—
Y7
92— (8, 4-YVXP+FyIz=N) —4- (1,
S—VUAFN -2 -FFIRYIALIFTIT=I-05
-AN) FTIT N

2 - (8, 4-UAXbPFvIz=N) —4- (2,
4 -V PoFyidzo ) FTIT-N
2 — (8, 4 -V XAbMFyyz=l) —4- (3
:bm-4—7um7;:»)%?7—ﬂ
2— (8, 4-VUAbMFFyT7z=N) =5 - (3,
4 -V Fo A VKRR FIN-6-AN) FTJ—

29— (8, 4-VAPFYTIz=N) —4 - (3,
4—VTEFNTI)T7220) FTI -0

2- (8, 4=V PFYT=z=) -4 - (2
—FFI -3 - AFARYIFTFH TN -5 -4
V)Y FTI -0

29— (8, 4—-VUAPFyTz2=) —4—- (3
—=btoTz=N) FTI - |

29— (8, 4-VAPFYTzz=) —4- (3,
5E—YF73I/)—4-bFoFvyIzzl) F7Y—

W

9— (8, 4—-UFPFyIgz=N) —4- (3,

4
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—4 -k FRoFyragz=l) FT7J -

AREY -t AFNFFT 22 0)
4 -V Fa A VERF YN -6 -
o

AIMNFUV AL - AFNIANT 4= N7
~ (3, 4-VEFROAALKRF I
FT7T =N

4 -V FAMFUT72N) —4 - (2
TEEF TN -6 —AN) FT U —

EVIN) —4- (4-TNWFDOTx
-V 1/8FeCut. 18

4 -V bPFVT72=2N) -4 - (2,
-1, 2, 8, 4—-FbFFFoF)
-AN) FT -
4—be#y&y74»)—4—
EFgANEIFIN—-6—-a4IL) F

4 -V bFYIz=N) —4- (3,
ANVEKZAFYN—-6—-A4AN) FT7J—

4 - X PMPFYT2=ZN) —4—- (2
FT7T - NIEBIE
b -t PFoFryrgz=o) — 2 -
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(8, 4-VxbFvyIzzl) FTIU-N
6 2. 4— (8 —ANFEFy—4-EFDFIYyrIJ7z=
) —2—- (8, A-VZMNFVTZN) FTV
-
5 638. 4— (4—-bFoFYANF=NETFYT 2=
W) —2— (8, 4-IAMFYT72=0b) FT7
-
4. 4—- (4-EFoFvyrz=N) —2- (8, 4
-V brFYTz=N) FTIT-N
10 65. 4— (8-7®FNT3I/)-4-ELFOFITx
=) —2—- (8, 4-VxzbFVT7z=N) FT
=
66. 4— (44—t FoFy-8-73I/)7=z=0) -
9 — (8, 4-VxbFyIz=N) FTIT I
15 2 BB
67. 4—(4—-Y7)7z=N) —2— (3, 4-7
T rFVTzZN) FTYV—N _
68. 4— (8, 4-VE RO NWNKRFYNL-6—-4
V) —2 - (4-A+FVy-8-TJuRFrrJz=
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