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(57) Abstract

An adenosine incorporation inhibitor and a drug for protecting cardiac muscles or preventing or treating

inflammatory edema, each containing as the active ingredient a 1,2,3,4-tetrahydro-2,4-dioxoquinazoline derivative
represented by general formula (I) or a pharmacologically acceptable salt thereof, wherein R! represents hydrogen,
(umsubstituted lower alkyl, alkenyl or (um)substituted aralkyl; R2, R3, R4 and RS represent each independently
hydrogen, halogen, amino, mono- or di(lower alkyl) amino, lower alkanoyl amino, nitro, cyano, (un)substituted
lower alkyl, hydroxy, lower alkoxy, lower alkylthio, carboxy, lower alkoxycarbonyl, lower alkanoyl, aralkyloxy
or lower alkanoyloxy; RS, R7, R8 and RY represent each independently hydrogen, hydroxy, (un)substituted lower
alkoxy or aralkyloxy, or alternatively the two adjacent groups among them ma; i

methylenedioxy; RI0 represents hydrogen or lower alkyl; and Y and Z represent each independently N or C-R”,
wherein R"” represents hydrogen, (un)substituted lower alkyl or halogen.
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54 CHj3 H CH,CH; H H

13
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% 1%K-5
NN
f:(l ’O J\QOCH;;
H3CO
ftewds gl R R Rf R

55 CHj3 H (CHg)9oCH3 H H
56 CH3 H CH(CH3)2 H H
57 CHg CH; H H H
58 (CH3)2CH3 CH; H | H H
59 CH; H H H CH3
60 CH3 H CH(OH)CHg; H H
61 CH; H C(CH3)0H H H
62 CHj3 H COH H H
63 CHj; H COCH3 H H
64 CH,CH;3 H NH; H H
65 CH,CHj H NHCOCH;3; H H

66 CH.CHg H OH H H

14
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1%-6
NN
jﬁ:{k J:\) )\Q\OCH;J,
H5CO
R® R!
tamEs Rl RZ R® R* R
67 (CHg)2CH3 H OH H H
68 CHgs H H OH H
69 CHjs H OCHgs H H
70 CH;CHg3 H OCHj3 H H
71 (CH2)2CH3 H OCH3 H H
72 CH.CH3 H OCH.CH3 H H
73 (CHg)2CH3 H O(CHy)9CH; H H

74 CHgs H H OCHz H

15
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moE.

N "Y'Z
- N !
L O
R? N )\rona
A H;3CO
N 0
]'11
ILEWES Rl R3 Y 7
75 CHg CHj N N
76 CHs CHs N CCl1
il CH3 CH3 N CH
78 CHg3 CHj CC1 N
79 CHyCHs; NOg CCl1 N
80 CHg CHg CCHj N
81 CHeCHg NOg CCHj3 N
82 CHg CHg CCH2CH2CH3 N

83 CH; CHg CCH(CHjy)z N
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$3%-1
R9
2 O
A R’
CH;
tewES R® R’ R® R’

84 H OCHj3 H H
85 H H OCHj; H
86 H OCHg OCHg OCHj;
87 H OCHj3; OCH;C¢H; H
88 H OCHCgHj3 OCHC¢H; H
89 H OCHg OH H
90 H OH OCHj3 H
91 H OCHg O(CH2);CH3 H

92 H O(CHp)2CHz OCHj3 H

17
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#3IFK-2
NN
| 9
R
A R’
N0
CH3
ftehEs R® R’ RS R®
93 H OCH; OCH,CO,CH,CH; H
94 H OCH,CO,CH,CH; OCHj3 H
95 H OCHj3 OCH,;COzxH H
96 H OCHj OCH,CH,N(CH3); H
97 H OH OH H
98 H OCH,;CHj3 OCH,CHg H

99 H - OCH;0 - H

18
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H;3CO
R® H
{LEWES R2 R3 R? R’
19 H NH, H H
20 H NHCOCHz H H
21 H H Cl H
22 H CH3 H H
23 H NO. H Cl
24 H NO, H H
100 CH; H H H
101 H H H CH;
102 H OH H H
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wiz, RENEAEEY (1) OEBEERICSVLWTHRRAITRAT 5,
SEf 1 [PH) — 75/ Y VRO AAEER

BERABT(EH 4 0BRB O LEHREO 7 T VB> PV LARIL. &
D BHRIEIC & 0 Bl RMEk A B, FRMIKBEK(2.5x10°/m) 1 0 0 ¢ 1ICH
Btamo2 1 %¥DMS OB 0 ¢ | 2 mE. | BEERATKEL. ["H]
~TF)UVEKRL O plEEMLI. 1 0BK, V5¥y 7HEKR(ng/m)2 00
w1 2EMUTRIE% 21 Lz, Triton X-100CHRIMBRAEEH LR, Bk >
FL—Yagvhy vy —TRORAENL HEERRE L/, [*H] -77 /¥
COWMDASES 0 YHETEIRBR(LEMORE (1Cs) ZHHL. TORR
AEERIIR LT

06 %
e’ PHI-7 7/ ¥ VI JAHALE
& ICyo(nM)
1 42
2 103
3 62
6 462
8 295
24 a8
45 54
50 54
55 171
63 -
63 157
80 127
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HEEH 2 [PH] —=—btaXoUWFAA4 /22 (NBI1) EE&BEER (7
7TV UKHEREERERS 1 DOBRLED)

N bU—REHELE Y FORBKEIC2 5HE (w/v) OKImLI5 0
oMby ZEREFKPHT. 4EMAFEVFAA LI, REVX— bE2ELS
B (30000xg, 4°C, 204F) L. EEZBT. BROOUBRICRIEDOEZEKZMA
o BUKREVFA XL, ARICELSEE LI, BODOUERIC 2 0 BEOREK
AMABE L. heRBICHVS,

HBRILAMODMS OAKIC [P Hl —NBI 1. SoMBLUHBAEY R —
F5mg (BER) #MA. BE&W%25CT3 0 4HIKE L. RWT. Ki&BL
rEmHE AN AEMA, HSRXT 45— (GF/C Ty bwrt) H50EV
Fp=T 45— Ry rooit) ETEERSEBRT LI LICKOREZEL
Ltce 74N —%V Vv FU—=Yary ATIVICBL, kY v FJIVEX -
HEMAZ., Ay v F V=Y avho vy —THREHEREZRIE L. KEaHEEE
Fiz. Cheng-Prusoff ORIcX O EH L/HAEFEH (KifE) Ic&b&ERLI, &R
8 TRITR U

9457 K

¥ [PH]-NBI/S4 > 714 > 7
S KAl (nM)

1 18

2 18

3 4.3

24 15

45 6.9

50 12

69 11

2 2
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SEAIS < AEMEREICX T 5 IH EA

TYADRAEMRES LBERT L. EUHERZREN LAEREICLOREF
BERELS [71&“)#‘4 19T N—=T4NY 2y (Arzneim -Forsch.) . 41
. 469—-4T4HE (199 1%) ], —M&ic, £l - BEREFICEVLTE,
BIEEBELEMIEAND AN Y LARAVEELTWS [547 ¥4 TR
(Life Science) . 2 9%, 1289—-1295H (19814&F) ;Vvrty
Yy—FI) F7 Tr—<awvY—(Japan J. Pharmacol.) . 52%. 553
—562H (1990%F) ], ZOREZ&ELUBI0NERRIOELETHD . IE
MEBREORARE L TE. AR SBMERNS T oNTWS [Vr—FIb #
7 EUVFaL5— I AT sAxY— (. Mol. Cell Cardiol. ) . 20
% (Suppl. 11) . 55—63EH (1988%F) ;75w K (Blood) . T 3%,
301—-306HE (198945 ], BREREZMATARIEL LTI, EMN
WATHMLET T/ ¥ VICk 2 EMROERLOME] & ZnIcfE D BHRERRE

EOMER. TFE) Y DFA7 Y v 7 AMPEIMERICES ALY Y LBE
HoMEENREZONS [TAVAY Yr—F AT T7a4VFuy— (An
J. Physiol. ). 257%. H1334-H13398H (1989%) ;V+—
+N A7 4L/vY— (. Immunol. ) . 135%, 1366—-13T7T1H

(19854) ], ®-T. UTOTY REMBEEE FNVICHEH LG
7F) Y VvROAKRBEREFMT S LT, BEIOFHLGHERTHEEEX
LN b,

EBIZ. TNYFA I vTFIN—T 3V 2y (Arzneim -Forsch.) . 4 1%,
469—-4T4H (19915 BROFEICELTIT- 7, ABILEMZKIC
mEl,. dd Y REEHETYXUEAE2 5~3 0 g)ITROK/E L72(3 0ng/kg)o
| B, FHEARILEAVTERES 2 0 AMEIRES L, BER2 0.
4 0. 6 045Iic. DIGIMATIC CALIPER (3w h3#) TROEIZHAEL .
ERER. £ (Bl BLU0E (BLRER) ORDESDETHEL. BR
3. RBLAYEREROREICH T ARARILENBESHOREOMHR (%)
THE Lk, BEEBSRIIR LT,

23
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gy 8 4k
I&txy/ JLTEATEMA (%)
iy 20457 40571 6047 1%
2 4.1+ 298 9.0+ 3.79 155 = 4.09
3 4.8+ 4.40 11.6 = 2.68 14.9 = 3.58

ARG 4 SHEHER

ddRiti~o X (kE2 01 g) 21 HICAL., ER{LEMTEEANE
ERORE L, B#5RTHEORUKAZHE L. &/NEULE (MLD) {&
ERDI, HREFEIRICT LIS

5 0 %

1t MLD (mg/kg)
e 75 I L e
2 , > 300 > 100
3 > 300 > 100

ft&y (1) FR3Zz0EBEENICHFEINSEE. PIAEEE. 77 VAL
oy 7TE. EHE. SEE. LHEOBEEERINLFTICHEL T, £ON
ISy HAVIITHAES. BRAES. BRAZH. /B, LRICLIEBAR
50L& BERONBETRETELILENTES, ThooRONE 2 I3FERED
FIcR 54 3R OMALICE. EEEOoNAENBERIN. FIAESEEOR
Al BIRAL. HEaF. BER. BB, FREH. AMHEEEFELTNT
b,

FERTAMKAEAE LTI, FIAEK EFREEREK. £BEHEK. 7o
-2, 757 b=, B, Y=y b, TT F—R TAK., EBE—Z A
FENIO—RA, ANKFUAFIEIO—Z, ERaFrTobdibibo— X,
TIVEUEE, INVI JZVBF MY L, REEANY I L, Y VBEKEA LY

2 4
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ML, AFTY VBT SR v L RE. VY- VBIlE. vE S ViskiEET
27, TV VBT AT VERS T 5N,

MEEIR, B5FE. BEOEH. KE. ERFICLIVELLY, BR. &0
BLUEEOWTNDOES L 1 ~900ng 60kg,/ BNBEHTH 5,

PIFic, EZHHlBLUBERICL > TERREBHOERZHFT 5,
RPAEMT L HORBOTE

ES 7R
83— [1— (6, T=-9AMFVY—4—FFJVZN) —4-EXRYIZ)]

—1, 2, 3, 4—=FFSEFRp—1—-AF—6-—=tbu—2, 4=-UFFV
FFyUY (kaml)
SERETEONSES— [1— (6, T-YAIFY—4—FFJ V) —
4—¥RYyv=ZV] -1, 2, 3, 4—FhSEFp—-6-—=tbp—2, 4V
FFVEFFJY Y (ke 2 4) 239mg(0.5omol)ZDMF Iml IZHEMBL. Ihz.
KT, 60% kE L+ b U £422mg(0. 55mmol) D DMF 2ml E#&ICHE T L7,
2045 FE#BRIE. I LA FIV0.031ml (0. Somo ) ZMMA . S HICERT | FiEER
Ltco CHUCBAFIEILT Y=Y LKBEREMA . it L7cBRZERLI C
NEKTHER. MBERL, =7/ -/ Z—FT VD oBHRTAHILITLD,
L&t 1 %152.9ng  (IUR62% ) REEEE L LTEL.
'H-NMR(CDC1,) & (ppm): 9.08(d, IH, J=2.5Hz), 8.70(s, 1H), 8.51(dd. 1H, J
=9.0, 2.5Hz), 7.32(d, 1H, J=9.0Hz), 7.27(s, 1H), 7.18(s, 1H), 5.31-5.23
(m, 1H), 4.37-4.32(br.-d, 2H), 4.04(s, 3H), 4.02(s, 3W), 3.67(s, 3H),
3.25-3.16(br. -t, 2H), 3.09-2.96(m, 2H), 1.88-1.83(br.-d, 2H).
[R(KBr tab.) (cm™'): 1710, 1664, 1612, 1504, 1330,
mp (=7 /) —)v—x—F)V): 286-287°C ()
E bl 2
3— [1— (6, T=UAPFV—4—FFV V) —4-ERY V=]
-] —-zFN-1, 2, 3, 4=FFSEFp-6—=bu—-2, 4—-VFFV
FFUUY (ke 2)

2 5
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k&2 1 %300mg(0. 63mmol) L. FUALA FMCRATI VLT LER
WAL, ERA L OfEIcE LT, kA2 2213 Ing  (IUERETY ) KEE
BEL LB,

'H-NMR(CDC1,) & (ppm): 9.09(d, 1H, J=2.5Hz), 8.69(s, 1H), 8.51(dd, IH, J
=9.0, 2.5Hz), 7.32(d, 1H J=9.0Hz), 7.29(s, 1H), 7.18(s, 1H), 5.31-5.22
(m 1H), 4.39-4.34(br.-d, 2H), 4.25(q, 2H, J=7.5Hz), 4.04(s, 3H), 4.02(s,
3H), 3.26-3.16(br.-t, 2H), 3.10-2.96(m, 2H), 1.89-1.84(br.-d, 2H), L. 40
(t, 3H, J=7.5H2).

[R(KBr tab.) (em '): 1713, 1657, 1610, 1505, 1323,

mp (T—F)b): 267-268°C

Ehafl 3

§—[1— (6, T-VUAIFY—4—FFV VL) —4—-EXRYTZ)V]
-1, 2, 3, 4—FFrStFo—6—-=to—2, 4—V*FFy—-1-70F
VEFY v (kEW3)

{t&% 2 4 %2300mg(0. 63mmol) AW, IV FNICRATI VLT nENE
AWADAE. EfE 1 OFEICELCT, L& 3 %2209, Img  (UNE64% ) &KE|
R E LTE
'H-NMR(CDC1,) & (ppm): 9.09(d, 1H, J=2.5Hz), 8.70(s, 1H), 8.49(dd. 1H J
=9.0, 2.5Hz), 7.29(d, 1H, J=9.0Hz), 7.29(s, 1H), 7.18(s, 1H), 5.30-5.20
(m, 1H), 4.37-4.32(br.-d, 2H), 4.12(dist.-t, 2H), 4.04(s, 3H), 4.02(s, 3
H), 3.25-3.16(br.-t, 2H), 3.10-2.96(m, 2H), 1.88-1.76(m 4H), 1.07(t, 3H,
J=T.5Hz).

IR(KBr tab.) (cm '): 1713, 1667, 1613, 1499, 1450, 1326.
mp (T—FJV): 234-236%C
EHep 4

1—7FN—8— [1— (6, T=VUAIFVY—4—-FFJVZN) —4-F
Nyv=pA] -1, 2, 3, d—FRSERO—6-=fn—2, 4-VUFFY
FFy v (kE®A4)

2 6
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k&2 4 %334, 6mg(0. Tnmo )WV, I b A FIICRATI VLT FIV %R
WABLIAME. EREHI 1 OFEICHE LT, LA 4 %228 9mg  (ILER61E ) KEE
faam e L TR, .
'H-NMR(CDCL,) & (ppm): 9.09(d, 1H, J=2.5Hz), 8.69(s, IH), 8.50(dd, IH, J
=9,0, 2.5Hz), 7.32(d, 1H, J=9.0Hz), T7.26(s, 1H), 7.18(s, 1H), 5.32-5.23
(m, 1H), 4.43-4.38(br.-d, 2H), 4.18-4.12(dist.-t, 2H), 4.05(s, 3H), 4.02
(s, 3H), 3.28-3.19(br.-t, 2H), 3.08-2.96(m, 2H), 1.89-1.84(br.-d, 2H),
1.76-1.68(m, 2H), 1.56-1.45(m, 2H), 1.03(t, 3H, J=7.5Hz).

IR(KBr tab.) (cm '): 1716, 1673, 1616, 1505, 1453, 1332.
mp (EEBs=F /L —x—F)): 194-195°C
Ehhl 5

3— [1— (6, T—UAMFY—4—FFVVZN) —4-EXRYIZ)]
-1, 2, 8, 4—F PS5t bFp—6—=tbp—-2, 4—VFFV-1—- (2=
ToRz) FFVY Y (bEWS)

et 2 4 %334, 6mg(0. Tomo DAV, VLA FIMICRATRALT Y VERL
BRIAME. ERER 1 OFEKICHE T, (L&YW 5 £192.8ng  (YUR53% ) HKABK
mELTH
'H-NMR(CDCI,) & (ppm): 9.09(d, 1H, J=2.5Hz), 8.69(s, 1H), 8.47(dd, 1H, J
=0.0, 2.5Hz), 7.30(s, 1H), 7.29(d, 1H, J=9.0Hz), 7.18(s, 1H), 5.94(ddt,
18, J=17, 10, 5Hz), 5.37-5.22(m, 3H), 4.82(d, 2H, J=5Hz), 4.41-4.36(br.
-d, 2H), 4.04(s, 3H), 4.02(s, 3H), 3.27-3.18(br.-t, 2H), 3.10-2.97(m, 2H),
1.90-1. 85(br. -d, 2H).

IR(KBr tab.) (em™'): 1720, 1672, 1616, 1504, 1468, 1428, 1337.
mp (BEBEZF )L — T —F): 225-226°C
Kb 6

3—[1— (6, T—-UAPMFY—4—FFVYZN) —4-EXRYDZ)V]
— 11— bFFVANMNBZNMAFNV-1, 2, 8, 4—FTPFS5EPFE—-6—=}b0m
-2, A—VFFVFF/IU Y (LEWE)

21
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L& 2 4 %2300mg(0. 63mmol) AV, Tk FIMICRATT o TEBET F
ARVALISMNE. R L OFEICEUT, LAY 6 261, 3mg (IEITH ) KE
BERE LTER |
'"H-NMR(CDC1.) & (ppm): 9.10(d, 1H, J=2.5Hz), 8.66(s, 1H), 8.49(dd, 1H, J
=0.0, 2.5Hz), 7.26(s, 1H), 7.16(s, 1H), 7.08(d, 1H, J=9.0Hz), 5.37-5.22
(m, 1K), 4.92(s, 2H), 4.54-4.49(br.-d, 2H), 4.29(q, 2H, J=7.5Hz), 4.07Cs,
SH), 4.01(s, SH), 3.35-3.28(br.-t, 2H), 3.01-2.95(m, 2H), 1.95-1.90(br.
-d, 2H), 1.33(t, 3H, J=T7.5Hz).

IR(KBr tab.) (em™'): 1719, 1671, 1618, 1509, 1468, 1336, 1216.
mp (Z—7/V): 201-202°C
eS|

1=V T ) AFN—83—[1— (6, T=VXAFFVr—Ad-—FF/V=ZN) —
4—-ExYyv=,] -1, 2, 3, 4—Fb+5tfp—-6-—=tu-2, 4—-9
TFVFF/UY (LEWT)

{b&# 2 4 2300mg(0. 63mmol) AW, IVILAFIVICRATTuET I b
UVARVALIAZ. EREF | OFEKICELT, (LAY T %287, 3ng (INR2TY )
hEBERE L TR
'H-NMR(CDC1,) & (ppm): 9.13(d, 1H, J=2.5Hz), 8.67(s, 1H), 8.62(dd, 1H, J
=0.0, 2.5Hz), 7.38(d, 1H, J=9.0Hz), 7.26(s, IH), 7.15Cs, 1H), 5.36-5.26
(m, 1H), 5.15Cs, 2H), 4.57-4.52(br.-d, 2H), 4.07(s, 3H), 4.02(s, 3H),
3.37-3.27(br. -t, 2H), 2.98-2.94(m, 2H), 2.00-1.94(br.-d, 2H).

IR(KBr tab.) (cm™'): 2250, 1719, 1676, 1614, 1339.
mp (=—FJ): 261-262°C
EHEp 8

1 =Ry W—3—[1— (6, T—VAPFYy—4—FFVVZN) —4-
exyv=,)] -1, 2, 3, 4—FrSEbFu—-6-=tw—-2, 4-U%FF
vEFVY Y (LE®S) |

k& 2 4 %200mg(0. 42mmol) AWV IV LA FIVICRATRAER LV VNV EH

2 8
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WALIS . EREM 1 OFEICEL T, LAY 8 £190.5mg  (UES0G ) REE
HRELTH, |
'H-NMR(CDC1;) & (ppm): 9.08(d, IH, J=2.5Hz), 8.66(s, IH), 8.47(dd. 1H, J
=9.0, 2.5Hz), 7.49-7.22(m, TH), 7.17(s, 1H), 5.41(s, 2H), 5.40-5.37(m, 1
H), 4.56-4.51(br.-d, 2H), 4.06(s, 3H), 4.01(s, 3H), 3.37-3.28(br.-t, 2D,
3.11-2.98(m, 2H), 1.97-1.94(br.-d, 2H).

IR(KBr tab.) (cm '): 1712, 1666, 1616, 1500, 1331.

mp (Z—FJb): 159-162°C

KRB 9

3— [1— (6, T—=UAPFY—4—=FFYVYZ)) —4—-EXRY I Z)V]
—1— (4—7NFuxRvol) -1, 2, 3, 4=Fh5bbko—-6-—=tno
-2, 4=UFFVFFUV Y (LEYMI)

{b&4 2 4 %300mg(0. 63mmol) AV, I LA F KA TL —7vF Ny
sy FERVWBLAG, ERF 1 OFEICELT, L&Y 9 %116. Ing
(IXE32% ) HEEFERE LTS
'H-NMR(CDCL;) & (ppm): 9.09(d, 1H, J=2.5Hz), 8.67(s, 1H), 8.40(dd, 1H, J
=9.0, 2.5Hz), 7.26-7.02(m, TH), 5.37(s, 2H), 5.37-5.20(m, 1H), 4.51-4.46
(br.-d, 2H), 4.05(s, 3H), 4.01(s, 3H), 3.34-3.25(br.-t, 2H), 3.12-2.96(m,
2H), 1.95-1.91(br.-d, 2H).

IR(KBr tab.) (em™'): 1713, 1667, 1613, 1510, 1503, 1329.
mp (Z—FJV): 240-243°C
EHEpl 10

1— (2, 6=v7ouaxXvy)) —3— [1— (6, T—IVAPFIr—4—
FFUYZN) —4—EXRYY=NV] -1, 2, 3, 4—-FFSEFE-6-—=
bo—2, 4=UAFVFF+VY Y (kEYL 0)

&% 2 4 2300mg(0. 63mmol) AW, IV LAFMIRATZ2, 6—-Y 70D
Ryvh7o i FERVRLSMNE, EEF 1 OFEICELT, (ka1 0 2117.1
mg (INER29% ) REBKEE L LTHEG

29
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'H-NMR(CDC1.) & (ppm): 9.05(d, 1H, J=2.5Hz), 8.68(s. 1H), 8.33(dd, 1H. J
=9.0, 2.5Hz), 7.39-7.11(m, 6H), 5.78(s, 2H), 5.40-5.25(m, 1H), 4.47-4.44
(br.-d, 2H), 4.05(s, 3H), 4.01(s, 3H), 3.31-3.22(br. -t, 2H), 3 06-2. 89(m,
2H), 1.92-1.87(br.-d, 2H).

IR(KBr tab.) (cm™'): 1718, 1669, 1615, 1503, 1468, 1332.

mp (Z—7JV): 231-234°C

EREA 1 1

83— [1— (6, T—-VUAIFY—4—FFJVZN) —4-EXRYIZ)V]
1, 2,8, 4—Fbr5tfu-6—=bo—-1- (4—=haxXUIN) -
2, 4—VxFvFFJyY v (L&MW1 1)

k&2 4 %2300mg(0. 63mmol) AV, I VA FNVICRATL —= bRy
V7 REBRVLRSE. EHA 1 OFEICELT, L& 1 1 %145, Omg
(R2R38Y ) KEBFERE L TR,

'H-NMR(CDC1,) & (ppm): 9.11(d, 1H, J=2.5Hz), 8.68(s, 1H), 8.40(dd, 1H, J
9.0, 2.5Hz), 8.25(d, 2H, J=8.5Hz), 7.43(d, 2H, J=8.5Hz), 7.37(s, 1H),
7.17¢s, 1), T.12(d, 1H, J=9.0Hz), 5.50(s, 2H), 5.38-5.28(m, 1H), 4.47-
4.42(br. -d, 2H), 4.04(s, 3H), 4.01(s, 3H), 3.67-3.62(br.-t, 2H), 3.32-
3.01(m, 2H), 1.94-1.90(br.-d, 2H).

IR(KBr tab.) (em™'): 1714, 1666, 1617, 1332.

mp (VA4 TuENT—F)V): 158-161°C

KrEsl 1 2

83— [1— (6, T=VA FY—4—FFJYZN) —4-EXRYI=Z)V]
-1, 2, 8, 4—FFS5EFo—1— (4—APFYRUIN) —6-=10
-2, 4=Vt FvFFVIU L (LEW1 2)

L& 2 4 %2300mg(0. 63mmol) AWV, IVALAFNVICKRATE -4 bFIRY
Uz FERVARA G, ERF 1 OFERICELT, (L&Y 1 2 2232, 5ng
(I=R62% ) KHEBERELTE,

'H-NMR(CDC1:) & (ppm): 9.08(d, 1H, J=2.5Hz), 8.69(s, 1H), 8.38(dd, 1H, J

3 0
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=9.0, 2.5Hz), 7.35(s, 1H), 7.28(d, 1H, J=9.0Hz), 7.20(d, 2H, J=8.9Hz),

7.18(s, 1H), 6.89(d, 2H, J=8.9Hz), 5.35(s, 2H), 5.35-5.30(m, 1H), 4. 45-
4.40(br.-d, 2H), 4.05(s, 3H), 4.02(s, 3H), 3.79(s, 3H), 3.31-3.22(br.-t,
2H), 3.12-3.03(m, 2H), 1.94-1.90(br.-d, 2H).

IR(KBr tab.) (cm™'): 1708, 1665, 1613, 1510, 1317.

np (BEEELF NV — T —FJb): 236-237°C

EhEp 1 3

3—[1— (6, T—-YANFY—4—FFYVV) —4-ERYIZ)V]
—1, 2, 3, 4—FbFStfa—1— (4=APFYANKRZIIRYIN) —
6—=bo—2, 4—VUAFUFFJU L (LEYI1 3)

b4 2 4 %300mg(0. 63mmol) AWV, FVAFNIIKRATL - A MFVAN
R ARy oLTr i FEROVALAN G, ElEf 1 OFEICELT, (kad! 3
%101.2ng (INER26% ) HKEBRE L LTREL
'H-NMR(CDC1,) & (ppm): 9.10(d, 1H, J=2.5Hz), 8.68(s, 1H), 8.37(dd, 1H, J
=9.0, 2.5Hz), 8.04(d, 2H, J=8.4Hz), 7.37(s, 1H), 7.31(d, 2H, J=8.4lHz),
7.17(s, 1H), 7.15(d, 1H, J=9.0Hz), 5.46(s, 2H), 5.40-5.34(m, 1H), 4.47-
4.42(br.-d, 2H), 4.04(s, 3H), 4.01(s, 3H), 3.91(s, 3W), 3.32-3.21(br.-t,
2H), 3.08-3.02(m, 2H), 1.95-1.91(br.-d, 2H).

IR(KBr tab.) (em '): 1716, 1667, 1616, 1330.
mp (FeBgrF )V —x—F/V): 146-150°C
ErEp 1 4

6—73I/—3—[1— (6, T-VAPFV—4—-FFYYZ)) —4-F
Ryv=pul -1, 2, 3, 4—FbrSEbRa-1—AFN=2, 4-VUFFV
FFVU v (el 4)

EHf | TEONEAY 1, 500mg(l. 02mmol) % = % / —)V15nld & T7K5m]
DESEBICAR L. JNIC#500ng BLURMERBOHEME&EMA. 1 B
MEGER LTz RIGKAZEBYRZH W TAEES L., BKEZRERME L/ &
BiokAEmA, EEKTpHTICHEL, 7unh/VATHE L. FREZRK
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B BRIk, BEAREREL, BEAVYAFVASLIBT NI ST 14—

(E%@ﬁ:7DD$NA/X§/—w:50/1)T%ﬁ&\l—%»@gﬁ
gEz o bink . ka1 4 %275, 2ng (NER63Y ) KEBRRLEL TR
'"H-NMR(CDC1,) & (ppm): 8.67(s, 1H), 7.48(m 1H), 7.31(s, 1H), 7.19Cs, 1H),
7.03(m, 2H), 5.34-5.24(m, 1H), 4.40-4.35(br.-d, 2H), 4.04(s, 3H), 4.01Cs,
3H), 3.55(s, 3H), 3.25-2.99(m, 4H), 1.88-1.83(br.-d, 2H).

IR(KBr tab.) (cm '): 3400(br.), 1694, 1650, 1505, 1340.
mp (Z—FJV): 245-247°C
EHEH 15

§—spmo—3— [1— (6, T—YAPFY—4—-FFVI)ZN) —4-F
RYv=Nl -1, 2, 3, 4—FFrS5EFo—1-AFNV—2, 4=-UFFY
¥FyVy (kEmL 5)

BREMNTTEONSEE—/on—3— (1-—Z bFYANKRZIV—4-EXY
=) —1, 2, 3, 4—FFSERB-1—-AFN-2, 4-VXFVYFF
Y v (k& a) 451.8mg(l. 24mmol) % 48% RALAKRERIONLITER L. 1 KE
MBEBH LT, BEEER. BREICT Y/ —VvEMNA. WHT AR ZEEL.
8—soo—1, 2, 3, 4—FFrStcFa—1-AFNV—-2, 4-VFF/ -
53— (4—ERY YL F+YY Y BAKKBREOHERY =119, 5ngis 72,
CHMADMFEImUICERL, 4—2oo—6, T—YVXAMFUFFYY 65ng
(0. 29mmo1) B & U'HEE A7 Y 7 £122mg (0. 87mmol) Z A, 120 °CT 2 Kefdm# L
to RIGHICKS L UFERAEMA PRI Lok, 7 oo RV ATHE L. AR
BARAEKTHRE. LRL. BEBEERER. BEEZVVASYVAS LU MTS
74— (BEEE: uakVA,/ 25/ —=)=50,/1) THEL, IhiZ
BBIFVEL 0T —FAEMA, il LEREERL, S6ICT—-FTUTH
BEalicko, kA1 5455 2mg (NS, 9%) ABEREEE LTE.
'H-NMR(CDC1,) & (ppm): 8.68(s, 1H), 8.14(dd, 1H, J=8.0, 1.5Hz), 7.67(dd,
IH, J=8.0, 1.5Hz), 7.28(s, 1H), 7.19(dd, 1H, J=8.0, 8.0Hz), 7.18(s, 1H),
5.18-5.09(m, 1H), 4.37-4.31(br.-d, 2H), 4.03(s, 3H), 4.01(s, 3H), 3.83(s,
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3H), 3.33-3.21(br.-t. 2H). 3.09-2.93(m, 2H), L.89-1.85(br.-d. 2H).
IR(KBr tab.) (cm '): 1704, 1656, 1503, 1460, 1341.
mp (Z—JV): 200-202°C
Kbl 1 6

§— [1— (6, T—UAIFY—4—FFVUZN) —4-EXRJIZ)V]
—l—zFN—1, 2, 3, 4—FFSEFR—6—AFNV—2, 4-VFFV
FFrvUy (kEW16)

ket aicRZTESER S TELNEI - (1 —ZbFYANFZN—4-F
RYv=Z)) —1—-—xFN—1, 2, 3, 4—=FrSEFB-6-XFI—12,
4—vFFyFF+UY Y (L& b) 850, 0mg(2. 3Tmmol) Z AW BRIA . EifE
fl15DAHEICELT, l]—xzFN—1, 2, 3, 4=FbFEFuE—6—4F
V=9, 4—UFFV—3— (4-EXRYUYZV) FFVY v BIOKERED
ﬂiﬁ%%%QMQ%toCh%%&%gﬁb\¥WW15@ﬁﬁﬂﬁbf\ﬁ
&1 6 %355, 4mg  (UNEK62.8% ) AEERELTE.

'H-NMR(CDCl:) & (ppm): 8.68(s, 1H), 8.02(d, 1H, J=1.5Hz), 7.48(dd, 1H, J
=8.4, 1.5Hz), 7.27(s, 1H), 7.19(s, 1H), 7.10(d, 1H, J=8.4Hz), 5.32-5.24
(m, 1H), 4.37-4.32(br.-d, 2H), 4.17(q, 2H, J=7.0Hz), 4.03(s, 3H), 4. 01(s,
3H), 3.23-3.01(m, 4H), 2.42(s, 3H), 1.89-1.84(br.-d, 2H), 1.35(t, 3H, J=
7. 0Hz).
IR(KBr tab.) (cm™'): 1698, 1658, 1504, 1429, 1343.
mp(DMF—7k): 125-128°C
RHEAI 1T

83— [1— (6, T—VUAPFY—4—=FFVIZN) —4-—EXYTZ)V]
L1, 2.3, 4—FRSEFO-6-AFN—2, 4—UFFY—1-TFOF
VEFSY Y (LEHL T)

kemalcRATEEMITHEONSEI - (- bFVANKZN-4-F
RYT=ZN) =1, 2, 3, 4—FrSERO—6—AFN—2, 4-VUXAFY
— 1 =7 ENFFVY Y (bEPc) 1.067g(2. 86mmol) & A\ BRI, EiE
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Fll50FECHECT, 1, 2, 3, —-FrIEFo—6—AFN—2, 41—
SAFY—3— (4—FERYUZN) — 1 =ToELlFFV ) v BIOKERE
O ATIT. 2ng B, ZN%E300.0mg AW, EREH 1 5 DAKEICELT,
k&1 7 %322 6mg  (ILER56.6% ) BEERE LTE,
'H-NMR(CDC1s) & (ppm): 8.68(s, IH), 8.02(d, 1H, J=1.5Hz), 7.47(dd, 1H, J
-8.4, 1.5Hz), 7.26(s, 1H), 7.19(s, 1H), 7.06(d, 1H, J=8.4Hz), 5.32-5.23
(n. 1H), 4.36-4.32(br.-d, 2H), 4.08-3.97(dist.-t, 2H), 4.03(s, 3H), 4.01
(s, SH), 3.23-3.00(m, 4H), 2.41(s, 3H), 1.87-1.75(m 4H), 1.04(t, 3H, J=
7. 5Hz).
IR(KBr tab.) (cm™'): 1699, 1657, 1505, 1428, 1344.
mp(DMF—7K): 113-116°C
EhEbl1 8
§—7mo—3— [1— (6, T—VArFy—4—FFVVYZI) —4-FE
RyYyv=jl —1, 2, 3, 4A—FFS5EFo—-1—-AFN—6-=}bm—2,
4—oAFVEFIY Y (ILEWMIL 8)
temaicKZATEZER 1 0 THELNE8—/un—3— (1 - hFvAN
Foy—4—ERYY=L) —1, 2, 3, 4—F+5EPFp—1—-AFI—6
—ztp-2, 4=-VAFVFFVIU Y (LAEMd) 510.0mg(l. 24mmol) &M\
BPIAE. EfEFI 1 5 0HEIcELT, 8-/vw—-1, 2, 3, 4-FTh3E
Kg—1—-AFN—6—=bo—2, 4-VFFV—-3— (4-—EXRYIZIN)
FFy Y BALKEREOHERY %287, 8ng Bz, INE107.20g AL, X
Wl 1 5 DHEICELT, (L&Y 8 A74. 8mg (INER30.3% ) KEBRKRELLT
Bl
'H-NMR(CDC1,) & (ppm): 8.97(d, 1H, J=3.0Hz), 8.69(s, 1H), 8.53(d, IH. J=
3. 0Hz), 7.32(s, 1H), 7.16(s, 1H), 5.12-5.11(m 1H), 4.41-4.36(br.-d, 2H),
4.04(s. SH), 4.01(s, 3H), 3.89(s, 3H), 3.26-3.18(br.-t, 2H), 3.06-2.91(m,
9H), 1.89-1.86(br.-d, 2H).
IR(KBr tab.) (cm '): 1718, 1668, 1607, 1477, 1347.

3 4
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mp (BEEETF IV —xT—5)b): 217-279°C
EREFI 19

l—vsuaFabiF-—3—-[1— (6, T—-I4 b#“/—4—$'}“/‘"}
V) —4-EXRYV=ZN] -1, 2, 3, 4=-F+SkbFu—-6-=btn—-2,
4 —=vFFVFFTY Y (LEW2 6)

L& 2 4 %300mg(0. 63mmol) AV, IVLAFNVICRATRILY 7070l
VA FIVERVBSE, EfF] 1 OFEICELT, L&Y 2 6 Z80mg (NRLT
§) REBEBERELTEL.

‘H—NMR(CDCI:}) 6 (ppm): 9.09(d, 1H, J=2.5Hz), 8.64(s, 1H), 8.53(dd, 1H, J
=9.0, 2.5Hz), 7.44(d, 1H, J=9.0Hz), 7.26(s, 1H), 7.16(s, 1H), 5.35-5.25
(m, 1H), 4.50-4.45(br.-d, 2H), 4.11(d, ZH, J=7.0Hz), 4.08, 4.01(& %~ s,
3H), 3.39-3.29(br.-t, 2H), 3.06-2.91(m, 2H), 1.95-1.89(br.-d, 2H), I.24-
1.18(m, 1H), 0.66-0.51(m, 4H).

IR(KBr tab.) (em™'): 1713, 1666, 1615, 1511, 1499, 1463, 1336.

mp (BEBRTF )V —T—FJV): 193-195°C

EHEH 2 0

6—7mo—3—[1— (6, T-YAPFV—4—-FFVVZN) —4-F
RYv=p] —1, 2, 3, 4—=FrSEFO=-1—-AFN—-2, 4-VFFV
FF+VUy (LE4 0)

ka2 AICRATXEROFE [(FIANV TUF T7=<Ya747
Jy 7% > (Chem. Pharm Bull.). 3 8%, 1591—-1595H (1990
£) JcLTEONE6—/nn—-3— [1— (6, T-VAPFV—4—F
FyY=N) —4—EXYYV=N] -1, 2, 3, 4—=FP+5kbo—-2, 4-
UvAFVFFY v (k&% h) 300mg(0. 64mmol) EE VB LIS E. EHEH 1 D
Fic e UT. {E&P4 04199, 2ng (IXE6ESY ) BEHERE L TR
'H-NMR(CDC1,) & (ppm): 8.68(s, 1H), 8.18(d, 1H, J=1.5Hz), 7.63(dd, 1H, J
=9.0, 1.5Hz), T7.32(s, 1H), 7.18(s, 1H), 7.15(d, 1H, J=9.0Hz), 5.33-5.21
(m, 1H), 4.40-4.35(br.-d, 2H), 4.04, 4.01, 3.59(&£ % s, 3H), 3.25-3.16
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(br.-t, 2H), 3.10-3.01(m, 2H), 1.88-1.87(br.-d, 2H).
IR(KBr tab.) (em '): 1700, 1650, 1577, 1463, 1342.
mp (Z—7JV): 260-261°C

EHEp 2 1

6—r7om—3— [1— (6, T-VAPFV—4—-FFVY=)N) —4-F
RYv=)] —1—-xzFN—-1, 2, 3, 4—=Fr5EFE-2, 4-VUFF+V
FFJY Y (ke 1)

k&8 2 4 122 T{EEh, 300mg(0. 64mmol) AZHW, Ik A F IR
TIavbZFNVERGVB LS. ERH 1 OFEICECT, LA 4 1 %145, 9ng
(U455 ) gEERLE LTHES
'H-NMR(CDC1:) & (ppm): 8.68(s, 1H), 8.19(d, 1H, J=1.5Hz), 7.61(dd, 1H, J
=0.0, 1.5Hz), 7.33(s, 1H), 7.18(s, 1H), 7.14(d, 1H, J=9.0Hz), 5.32-5.21
(m, 1H), 4.41-4.36(br.-d, 2H), 4.17(q, 2H, J=7.5Hz), 4.04, 4.01(& % s,
3H), 3.24-3.10(br.-t, 2H), 3.10-2.98(m, 2H), 1.88-1.82(br.-d, 2H), 1.35
(t, 3H, J=7.5Hz).

IR(KBr tab.) (cm™'): 1709, 1661, 1575, 1454.
mp (Z—7JV): 237-238°C
KHEf| 2 2

6—r7oo—3— [1— (6, T-VAMFV—A4—FFVIYZI) —4-F
RyYyv=pl -1, 2, 3, 4—F7+5EfFp—-2, 4-VFFY—-1-T0¥
VEFVY v (LEW4 2)

{tat 2 4o A2 TIEAYh, 300mg(0. 64mmol) Z AW, I VLA FNVIZRZ
Tavkro EVEROVARSE, Eff 1 OFEICELUT, {La® 4 2 %2200.9
mg (YUER63% ) HEFER L L TE,

"H-NMR(CDCL,) & (ppm): 8.68(s, 1H), 8.18(d, 1H, J=1.5Hz), 7.61(dd, 1H, J
=9.0, 1.5Hz), 7.30(s, 1H), 7.18(s, 1H), 7.11(d, 1H, J=9.0Hz), 5.32-5.21
(m, 1H), 4.89-4.35(br.-d, 2H), 4.08-3.95(m, 2H), 4.04, 4.01(&% % s, 3H),
3.24-3.10(br. -t, 2H), 3.10-2.98(m, 2H), 1.87-1.72(m, 4H), 1.04(t, 3H, J=
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7. 4Hz).
IR(KBr tab.) (em '): 1704, 1661, 1578, 1451.
mp (Z—FJV): 204-205°C
sl 2 3

| —FFN—3—[1— (6, T=YVAIFY—4—-FFYYZI) —4-t
~RYyv=)] -1, 2, 8, 4—FhSEFO—6—-XAFIV-2, 4 =IOFFY
F+VU Yy (k&EYS5 1)

ke stz TEEM4TEONE S~ [1— (6, T-YAMPFY—4
_EFy YN —4—ERYYZNV] -1, 2, 3, A-FFFEFE-6—
AFN—2, 4—vFFVFFVY Y ({LEW2 2) 300mg0. 67mmol) 31N
vl A FMCRATIVT FVERBVBLSNE, EREH 1 OFEICELT,
b5 1 %253, 6mg  (IUERT5Y ) HEERE L TR,
'H-NMR(CDC1,) & (ppm): 8.67(s, 1H), 8.02(d, 1H, J=2.0Hz), 7. 48(dd, 1H, J
=8.5, 2.0Hz), 7.33(s, 1H), 7.19(s, 1H), 7.08(d, 1H, J=8. 5Hz), 5.34-5.25
(n, 1H), 4.42-4.37(br.-d, 2H), 4.08-4.04(dist.-t, 2H), 4.04, 4.01(%& % s,
3H), 3.26-3.17(br.-t, 2H), 3.12-3.00(m, 2H), 2.41(s, 3H), 1. 88-1. 84(br.
-d, 2W), 1.77-1.66(m, 2H), 1.00(t, 3H, J=T7.3Hz).
IR(KBr tab.) (cm™'): 1700, 1656, 1509, 1314, I1211.
mp (BB F)V— T —F)b): 185-186°C
KHEfl 2 4

§—[1— (6, T—VANFY—4—FFJYZN) —4—ERY V=]
-1, 2, 3, 4—FFSERu—6—-AFNV-2, 4—DFFY—1-XUTF
VEFVY Y (LEWS 2)

ket e 4iciRATIRET 2 2, 300mg(O. 67Tmmol) ZF\ . I UibA FILITR
ATV RV FVERVBLSE. EH 1 OFEICELT, LAWS5 2 0B
B EAMRYE L LTERL, ChEYIFNI—FVImICERL, SRl
KE—FR L F AR ZFT L. il LR EER L Bonria%
SIFNI—FNTHRE. BERTEEICED. (LAY S 2 DRMEZ204. Tng
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(INZE55% ) AR L LTEXR,

'H-NMR(DMSO-d) & (ppm): 8.82(s, 1H), 7.85(s, 1M, 7.59(d, 1H, J=8.5Hz),
7.37(s, 2H), 7.36(d, 1H, J=8.5Hz), 5.40-5.20(m, 1H), 4.83-4.77(br.-d, 2H),
4.06-4.04(m, 2H), 4.00, 3.96( &% s, 3H), 3.71-3.63(br.-t, 2H), 2.74-
2.70(m, 2H), 2.36(s, 3H), 1.93-1.89(br.-d, 2H), 1.65-1.45(n, 2H), 1.40-
1.25(n, 4H), 0.89(dist.-t, 3H).

IR(KBr tab.) (cm™'): 1692, 1643, 1511, 1313, 1217.
mp (T—F/V): 240-243°C
EhEd 2 5

3—[1— (6, T—-UArFY—4—FFJIUZN) —4—-EXRY V)]
~1, 2, 8, 4—=FFSEFE—6-AFN—2, 4-VUFFVy—1- (2-
TuRzV) FF+VU v (LEHS5 3)

a2 4Rz TiLam 2 2, 300mg0. 67mmol) AR, T UL FIMICR
ZTEATIVNVERVAYAME. ElEH 1 0FRICHEL T, (L&Y 5 3 2187, 8ng
(IXR58% ) BEEREE L TR

'H-NMR(CDC1,) & (ppm): 8.67(s, 1H), 8.02(d, 1H, J=2.0Hz), 7.45(dd, 1H J
=8.5, 2.0Hz), 7.31(s, 1H), 7.19(s, 1H), 7.06(d, 1H, J=8.5Hz), 5.97(ddt,
1H, J=17.0, 10.0, 5.0Hz), 5.31-5.17(m, 3H), 4.75(d, 2H, J=5.0Hz), 4.39-
4.35(br. -d, 2H), 4.04, 4.01(&~% s, 3H), 3.25-2.99(m, 4H), 2.41(s, 3H),
1.89-1.85(br. -d, 2H).

IR(KBr tab.) (cm™'): 1699, 1656, 1505, 1452, 1335, 1214,
mp (Z—FJ): 178-181°C
EhEfl 2 6

3— [1— (6, T—YAPFY—4—FFYYZI) —4—-EXRYIZIV]
~1, 2, 3, 4—FFSERO—1, 5-VUAFN—2, 4—VAFVFFYV
Yy (kE¥5 7)

ka2 4 icRATEER L 1 TBOoNBE3— [1— (6, T-YVXAMFV—
d—FFVYZA) —4—ERYV=V] -1, 2, 3, 4-FF5EFR-5

3 8
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—AFN=2, 4—UAFyEFFIY L (A1 0 0) 300mg0. 67mmol) % A
WBLISME, ERH L OFEICEL T, (L&Y 5 T %226.8ng (KT ) HE
EaE L TE

'H-NMR(CDC1.) & (ppm): 8.68(s, 1H), 7.51(dd, 1H, J=8.0, 7.0Hz), 7.2,
7.25( &4 s, 1H), 7.07-7.04(m, 2H), 5.32-5.23(m, 1H), 4.39-4.34(br. -d,
2H), 4.04, 4.01, 3.58(&% % s, 3H), 3.23-3.02(m, 4H), 2.81(s, 3H), L.88-
1.83(br. -d, 2H).
IR(KBr tab.) (cm™'): 1696, 1654, 1481, 1343, 1212.
mp (EEEETF I —T—7): 230-231°C
EMp2T

83— [1= (6, T-VAPFV—4—FFJYZNV) —4—EXRY V)]
-1, 2, 3, 4—=FFSEFE-5-AFN-2, 4-VXFY-1-70E
VEFY Y (LEMS 8)

b&¥ 2 4 1R ATEE 1 0 0, 300mg(0. 67Tmmol) Z M. IV LA FIVIC
RATIVAEToELVERVRLAR., EHEH 1 OFEICELT, Lé¥s 8 %
238.8mg (INERT3% ) AR E L TREL
'H-NMR(CDC1;) & (ppm): 8.68(s, 1H), 7.49(dd, 1H, J=8.0, 7.0Hz), 7.26,
7.19C &% s, 1H), 7.05-7.02(m, 2H), 5.30-5.21(m, 1H), 4.38-4.33(br.-d,
2H), 4.0B(dist.-t, 2H), 4.03, 4.02( &~ s, 3H), 3.22-3.03(m, 4H), 2.82
(s, 31, 1.87-1.73(m, 4H), 1.04(t, 3H, J=T.5H2).
IR(KBr tab.) (cm '): 1675, 1602, 1506, 1452, 1429, 1212.
mp (BEEEZF )V—T—F): 163-164°C
EHEap) 2 8

83— [1— (6, T=UARFY—4—FFJVUZNV) —4—-ERYVZNV]
-1, 2, 3, 4=FbF5EFRu—1, 8§-—UAFN-2, 4=V FIFF+
yy ({La¥s 9)

ka2 4 IcRATEEH 1 2 TEONB3— [1— (6, T—UAPFY—
f—FFVYZA) —4—EXRYU=ZL] -1, 2, 3, 4—-FF5EFu—38

3 9
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—AFN—2, A—UFFVFF/UL (L& 0 1) 300mg0. 6Tmmol) & H
WARIAME. ERER 1 OFFEICEC T, (L&Y 5 9 £185.2ng (NEE1Y ) BE
HEELTHE, A
'H-NMR(CDC1) & (ppm): 8.68(s, 1H), 8.06(dd, 1H, J=8.0, 1.5Hz), 7.46(dd
IH. J=7.0, 1.5Hz), 7.26, 7.20(& % s, 1H), 7.17(dd, 1H, J=8.0, T7.0Hz),
5.19-5.12(m, 1H), 4.36-4.31(br.-d, 2H), 4.03, 4.01, 3.67( &4 s. 3H),
3.22-3.01(m, 4H), 2.61(s, 3H), 1.89-1.85(br.-d, 2H).
[R(KBr tab.) (cm''): 1697, 1649, 1508, 1462, 1343.
mp (Z—F/b): 238-246°C
EHEp 2 9

83— [1— (6, T—YAPFY—4—FFVVZN) —4-EXY V)]
-1, 2,83, 4—=FbFSEFE—-1—AYTFN—-—6—=tu—2, 4-UF
FUFEFJYL (LEWM25)

tealcKZi T3 — (1 —Z bFVANVEZN—4 —ERYTVZN) — 1,
2, 3, 4—FrStFu—-1—-AVYTFNV—6—=tbu—-2, 4-VUXFVF
F U v (baH i) 160. 1ng0. 38mmol) EFAWV B LIA . EHERI 1 5 DFHEIC
#®T, 1, 2, 3, 4—FbPSEPFOD—-1—AVYTFI-—6—=}bu—-2, 4
—UAFY-—3— (4—ERY YN FF+VY v RIAOKFRBIEOHRERY =
177. 8mg Bz THA170.0ng AV, ERERI 1 5 DHFEICELT, {LEW2 5 %
69. 6mg (UNE36Y ) HKEBHER L L TH
"H-NMR(CDCls) & (ppm): 9.09(d, 1H, J=2.5Hz), 8. 68(3, 1H), 8.48(dd, IH, J
=9.0, 2.5Hz), 7.39(s, 1H), 7.27(d, 1H, J=9.0Hz), 7.17(s, 1H), 5.34-5.24
(m, 1H), 4.46-4.42(br.-d, 2H), 4.05, 4.01(%& % s, 3H), 4.02(d, 2H, J=8.0
Hz), 3.33-3.21(br.-t, 2H), 3.07-2.96(m 2H), 2.21-2.15(m, 1H), 1.90-1.85
(br.-d, 2H), 1.03(d, 6H, J=7.0Hz).
IR(KBr tab.) (em™'): 1713, 1665, 1613, 1502, 1429, 1332.
mp (BT F NV ——F)V): 146-147°C
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£HEp 3 0

l—vzanfdFy b FN—3—[1—- (6, T-VALFI—d4-FFV
V) —4—-ERYV=N] -1, 2, 3, 4d—=FFSkEFEp—-6—-=buo—-2,
4 =UFFVFFVV Y (L2 T7)
ke alcRATl —v7anF oyt FN—383~ (1T bFIVANEZI
—4—ERYV=N) -1, 2, 3, 4—F bS5t Fp—-6-=tbu-2, 4-
UAEYEFFVY Y (e i) 208. 0mg(0. 45mmol) A FH VB LRUSE. EREH
1 5DFEICHELT, 1 —vr7andF v VAF -1, 2, 3, 4=FbFJEF
n—6-—=tm—2, 4-VFFV-3—- (4—EXRYY=L) FF+VY VR
{7k EBEE O AR % 269. 3mg Bizo JN%250mg AV, EMEH 1 5 DAEIC
BUT, ka2 7479, 9ng (RE3ME ) wEBREREL LTEG
'"H-NMR(CDC1,) & (ppm): 9.09(d, 1H, J=3.0Hz), 8.68(s, 1H), 8.49(dd, IH, J
9.0, 3.0Hz), 7.39(s, 1H), 7.28(d, 1H, J=9.0Hz), 7.17(s, 1H), 5.33-5.24
(m, 1H), 4.46-4.41(br.-d, 2H), 4.05, 4.02(& % s, 3H), 4.02(d, 2H, J=7.0
Hz), 3.30-3.20(br.-t, 2H), 3.07-2.88(m, 2H), 1.89-1.70(m 8H), 1.23-1.18
(m, 5H). .

IR(KBr tab.) (cm™'): 1667, 1615, 1502, 1330.
mp (BeBTFL—T—5)): 135-136°C
ErEdl 3 1

3—[1— (68, T=-VAIFY—4—FFJVUZN) —4-EXRYIZI]
— 1= (2=VUAFLTI/)ZFL) —1, 2, 3, 4=FF5EFR—-6—=
ho—2, 4—UAFVFFIyU Y ((LEWZ 8)

e alcRZTl— (2—YAFNLTI)TFIN) —3— (1-ZhFVA
VEZ V-4 —EXRY V=) -1, 2, 3, 4—FhF5ERFo-6—-—=}o-—
2, 4—UFFVFFVIU Y (LA¥k) 460.0mg(l. 10mmol) ZF\BLIH .
EREH 1 5OHEICELT, 1— (2—-YAFLVTI/)ZFN) -1, 2, 3,
4—5FFrSERp—6-—=bo—2, 4—-VFFV-3- (4-EXRYVZL)
FF Yy BALKEREOHERY A 348, Ing B/, ThE200mg AL, EhE
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Bl15DHEICELT, L& 2 8471 Tng (K21 ) REBERLE L TE/
'H-NMR(CDC1,) & (ppm): 9.09(d, 1H, J=2.6Hz), 8.70(s, 1H), 8.50(dd, 1H, J
=9.5, 2.6Hz), 7.41(d, IH, J=9.5Hz), 7.27(s, 1H), 7.18(s, 1H), 5.30-5.15
(m, 1), 4.40-4.25(m, 4H), 4.04, 4.02(& % s, 3H), 3.25-3.15(br.-t, 2H),
3.15-2.93(m, 2H), 2.70-2.60(br.-t, 2H), 2.37(s, 6H), 1.88-1.82(br.-d, 2H).
IR(KBr tab.) (em'): 1714, 1667, 1617, 1504, 1453, 1333.
mp (BfEg=F /I —x—7Jb): 113-114C
Ehehl 3 2

8 —rmm—3—[1— (6, T=-VA FVv—4-FFyUZ)) —4-F
RYyv=pnp] —1—-=FNV—-1, 2, 3, 4—=7b+5kku—-2, 4-U%FV
FFyyr (k&3 5)

ftemaici T8 —2sou—3— (L - bFIANKZIV—4 -EXR)Y
V) —1-xzFN—-1, 2, 3, 4=FbP3EFE-2, 4-DUFFVFFV
Yo (ke £) 388.0mg(l. 02mmol) ZFWWBLIAE. KHEHI 1 5 OHEICEL
T. 8§—/puo—1—-xFNV—1, 2, 3, 4—=Fb5EFp—-2, 4-UXFF
V=8 — (4 —EXRY YNV FF+V) 2 BALKZBREDOHAERKY 2301, 8ng
Bt-, ZN%E300.0mg AWV, EHEHIL 5 DHEICHELT, (L&Y 3 5 %158, 6ng
(INER32Y ) gEERELTHRL.
'H-NMR(CDCl,) & (ppm): 8.69(s, 1H), 8.18(dd, 1H, J=8.5, 1.5Hz), 7.69(dd,
14, J=8.5, 1.5Hz), 7.27(s, 1H), 7.18(s, 1H), 7.18(dd, IH, J=8.5, 8.5Hz),
5.19-5.09(m, 1H), 4.44(q, 2H, J=7.0Hz), 4.37-4.32(br.-d, 2H), 4.04, 4.02
(&% s, 3H), 3.22-3.13(br.-t, 2H), 3.09-3.00(m, 2H), I.89-1.85(br.-d,
2H), 1.50(t, 3H, J=7.0Hz).
IR(KBr tab.) (cm™'): 1709, 1656, 1449, 1335.
mp (BEBELF)V—x—F)b): 211-212°C
EHEf 3 3

§—7om—38— [1— (6, T-VAPFV—4—FFJYV=ZN) —4-F
~Ryv=_pl -1—-xzFN-1, 2, 3, 4—-Fr3EbFp—6—-=>bto—-2,

4 2
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{—vrFvFEFyyy (kEW3 1)
t&malctiT8—/oo—3— (1 - hFUANRZNL—4-EXRYY
=V - 1-zFN-1, 2, 3, 4—Fb+Sktbe-6—-—=bo-2. 40
FF+vFFVU Y (LEPm) 300. 0mg(0. Tlmmol) 2RV ALH . E-EFIL 5
DHEICELT, §—/pg—-1—-x2FNV-1, 2, 3, 4—=F 5t bFo—6
——bo—2, 4=UFFV-3—- (4—EXRYIZN) FF+VVY v BIAKEK
ERtE DM R %219, 4ng B/, TN A200,0mg AW, EREH 1 5 DFHEICEL
T. {t&# 3 7%163.3ng  (NE4TY ) KABRKE L LTES
'"H-NMR(CDCls) & (ppm): 9.01(d, 1IH, J=2.6Hz), 8.70(s, 1H), 8.54(d, 1H, J=
2.6Hz), 7.28(s, 1H), 7.17(s, 1H), 5.20-5.08(m, 1H), 4.51(q, 2H. J=6.6Hz),
4.37-4.33(br.-d, 2H), 4.04, 4.02( &~ s, 3H), 3.24-3.15(br.-t, 2H),
3.06-2.97(m, 2H), 1.90-1.84(br.-d, 2H), 1.54(t, 3H, J=6.6Hz).
IR(KBr tab.) (cm™'): 1718, 1666, 1482, 1430, 1338.
mp (BEBE T F /)L — T —F)): 254-255°C
EHEpl 3 4
8 —2uvou—3—[1— (6, T—-YUAPFV—d4—-FFVIY=ZN) —4-F
RYyv=nN] -1, 2, 3, 4=F+SEFu—-6—-—=tu—-2, 4—-UFFY
—1—7oENFFy Yy (LEWS 8)
ft&maiciT8 -/ —-3— (1T bhFVANFZN—4-EXYY
=N -1, 2, 3, 4—FF>3tPp—-6—-—=tp—-2, 4—-UFFV-—-1-
FubEuF+y ) v (k&% n) 300. 0mg(0. 68mmol) AH W3 LIS, EHERILS
OKFiElc¥ELT, 8—-%vw-1, 2, 3, 4—FbrSbbFu—-6—-—=>bo—-2,
4—-9VFFY—3— (4-—ERXRYYZLV) -1 =TubELFF VY V- BILKE
BetE DR Z119. dng Bico THAE110.0mg AWV EREH 1 5 OFEICEL
T. k&9 3 8 %45, Ing (ZHI3E ) wEBHEE L LTE .
'"H-NMR(CDC1;) & (ppm): 9.01(d, IH, J=2.6Hz), 8.68(s, 1H), 8.53(d. IH, J=
2.6Hz), 7.35Cs, 1M), T7.17(s, 1H), 5.20-5.10(m, 1H), 4.44-4. 38(m, 4H),
4,05, 4.02( &4 s, 3H), 3.30-3.15(br.~t, 2H), 3.08-2,90(m, 2H), 1.89-

4 3



WO 94/19342 PCT/JP94/00229

1.71(m, 4H), 0.98(t, 3H., J=7.5Hz).
IR(KBr tab.) (cm '): 1669, 1606, 1453, 1338.

mp (B F/V—x—FIV): 209-210°C
EHifl 3 5

6—-/no—3—[1— (6, T-YAIFV—d4-—FFVIU=z)) —4-F
RYyv=)] -1 —-xzFN-1, 2, 3, 4=Fb+5EFp—-8—-—=}o—2,
4=k FyFFIY Y (LWL 3)
ftemaicRAT6—270u0—3— (1 - bFVANVRZN—4—-ERY D
) - 1—-xzFN-1, 2, 3, 4—=FTF5EPo-8—-—=tbo—-2, 4—-7
FFVFFJU Y (L&Y o) 600.0mg(l. 53mmol) =RV ALIAE. EMFIL 5
ODHEICELT, 6 —/pou—1—-—x2FI—-1, 2, 3, 4—Fbr5EF—-38
——bo—-2, 4-UFFV-3—- (4-EXRYI=N) FF+VVY - BibKkF
BRI DA R % 480. 3mg B7c. TN %480.0mg AV, EHEHI 1 5 DFEICEL
T. &4 3 %396.8mg (INFR48% ) KEBHKR L L TH,
'H-NMR(CDC1,) & (ppm): 8.69(s, 1H), 8.38(d, 1H, J=2.5Hz), 7.86(d, IH, J=
2.5Hz), 7.31(s, 1H), 7.17(s, 1H), 5.18-5.12(m, 1H), 4.40-4.36(br.-d, 2H),
4.04, 4.01( &% s, 3H), 3.88(q, 2H, J=T7.0Hz), 3.25-3.16(br.-t, 2H),
3.06-2.91(m, 2H), 1.91-1.87(br.-d, 2H), 1.28(t, 3H, J=T7.0Hz).
IRCKBr tab.) (em '): 1713, 1666, 1575, 1504, 1476, 1431, 1343,
mp (=—F): 254-256°C
KHEH 3 6

6—7nm—3— [1— (6, T—VAPFV—4—-FFVYZN) —4-F
RYyyv=nl -1, 2, 3, 4—=5brSkbo-8—-—=bo—-2, 4-VUFFV
—1—-FuENFEFVY Y (LA 4)

teMalcRAiT6—2s00—-8— (1-—ZbFYALVEIN—4-EXRY Y
=) -1, 2, 3, 4—FbStFpo—-8—=bu—2, 4-UFFV-—-1-
TubErF+V Yy ((kE¥I D) 600.0mg(l. 41mmol) ZF\\ARIHE. EHEHILS
OHFEICELT, 6 -7 -1, 2, 3, 4—F PS5k Fp-8—-—=to—2,

4 4



WO 94/19342 PCT/JP94/00229

f—UAEY—3— (4—ERYYZN) —1—TubElFF/ - BIKE
BEE DM % 415, lng B7c. ThE410.0ng B, EHEH 1 5 DHEICEL
T, k&4 4 2174, 5mg  (INR23% ) KREBRKERELTEL,
'H-NMR(CDC1,) & (ppm): 8.69(s, 1H), 8.38(d, 1H, J=2.5Hz), 7.86(d, 1H, J=
9.5Hz), 7.35(s, 1H), 7.16(s, 1H), 5.20-5.10(m 1H), 4.42-4.38(br.-d, 2H),
4.05, 4.01( &~ s, 3H), 3.85-3.79(dist.-t, 2H), 3.26-3.17(br.-t, 2H),
3.06-2.92(m, 2H), 1.91-1.87(br.-d, 2H), 1.70-1.56(m, 2H), 0.83(t, 3H, J=
7. 3H1).

IR(KBr tab.) (em™'): 1714, 1671, 1476, 1431, 1342
mp (Be T F IV —T—F): 255-257°C

ERH] 3 7

6—7mE—3— [1— (6, T—YAPFY—4—FFJ V) —4-F
RYyv=pN] -1, 2, 8, 4=FbSEFp—1—XAFN—-2, 4-VUFFY
FFVY Y (kE®45)

ke alcRiT6—70E—3— (1 - bFVYANKRZN—4-EXYY
=) —1, 2, 8, 4=FbSERa—1—-AFN—2, 4-VFFVFFY
)y (k&% a) 397. 3mg0. 97mmol) ZH VAL, EHEH 1 5 DHEICEL
<. 6—-7w®E-1, 2, 3, 4—FbS5tbfp—1—-AFN—-2, 4-VFF
V=3 — (4—ERYVZIL) FF+VY v BIOKFBREDOHERYZ210. Ong
B, ZhAE203.5mg AV, EMH 1 5 OFEICELT, (LAY 4 5 %48, 6ng
(RR10% ) BEEREELTE

'H-NMR(CDC1,) & (ppm): 8.68(s, 1H), 8.33(d, 1H, J=2.0Hz), 7.76(dd, 1H, I
=9.0, 2.0Hz), 7.31(Cs, 1H), 7.18(s, 1H), 7.07(d, 1H, J=9.0Hz), 5.31-5.23
(n, 1H), 4.40-4.35(br.-d, 2H), 4.04, 4.01, 3.58(% % s, 3H), 3.25-3.16
(br. -t, 2H), 3.10-2.96(m, 2H), 1.88-1.84(br.-d, 2H).

IR(KBr tab.) (cm™'): 1698, 1655, 1465, 1343.
mp (=—F/): 258-260°C

45
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£ 3 8

6—7oE—38— [1— (6, T—UAbFy—4—FFJ/IJZ)V) —4-F
RYD=L] =1 —xFh—1, 2. 3, 4—Fh5EFu—2, 4=UtFy
Fr/Y v (Latmd 6)

tealckRitTe—70E-3— (1 - bFVALKZNV—4-EXRYY
=) —l—xFN—1, 2, 3, 4—FbFEbu-2, 4-UFFVF+V
J Y (k&% r) 300.0mg(0. Tlmmol) ZRAWALIAE. EREFI 1 5 DHERICEL
<. 6—-7gE—1-xFNV—1, 2, 3, 4—Fb5EFo—-2, 4-V%F
V=8 = (4—ERYDZN) FFVU v BRIALKEBREOHAERY %131, Ing
Bz, ZhA130.0mg AV, EREFI 1 5 OHFEICELT, (k&4 6 %275, Img

(IER20% ) HEERELTER
'H-NMR(CDC1,) & (ppm): 8.68(s, 1H), 8.34(d, 1H, J=2.5Hz), 7.75(dd, 1H, J
=8.9, 2.5Hz), 7.34(s, 1H), 7.18(s, 1H), 7.09(d, 1H, J=8.9Hz), 5.31-5.24
(m, 1H), 4.42-4.38(br.-d, 2H), 4.16(q, 2H, J=7.0Hz), 4.04, 4.01(&£~% s,
3H), 3.26-3.17(br.-t, 2H), 3.06-3.01(m, 2H), 1.88-1.83(br.-d, 2H), 1.35
(t, 3H, J=T.0Hz).

[R(KBr tab.) (cm '): 1704, 1659, 1505, 1484, 1451, 1429, 1339.
mp (BT F/V— T —FJb): 249-250°C
K 3 9

6, 8—vTmE—3— [1— (6, T—UAPFV—4—FFJ/VZN) -
f—FERYY=)] -1 —-Z2FN-1, 2, 3, 4—FF5EbFp—-2, 4=V
TFvFFJU Y (¥4 8)

k& alcRAT6, 8—V7uE—3— (11— bFVANKR=ZV—-4-F
RYY=Z)N) —1—xFNV—1, 2, 38, 4=F 5 Fue=-2, 4-VFFV
F+Y Y (LA s) 180. 0mg(0. 43mmol) WA LIAIE. EHEHI 1 5 DAE
cHELT. 6, 8—Y7pE—-1-TFN-1, 2, 3, 4—-FP5kbfo-2,
4 —9FFY—3— (4—EXRYYZIIV) F+V UV BILKREBRIEDOHERY
A112.3ng Bz CNA095. 3ngAV . EMifl1 5 OFEICELT, {Law4 8%

4 6



WO 94/19342 PCT/JP94/00229

37.5mg (UNE16% ) HEKERL L TR
'H-NMR(CDCL.) & (ppm): 8.69(s, 1H), 8.31(d, 1H, J=2.5Hz), 8.03(d, 1H, J=
9 5Hz), 7.33(s, 1H), 7.17(s, 1H), 5.09-5.05(m, 1H), 4.45(q, 2H, J=7.0Hz),
4. 44-4.36(br. -d, 2H), 4.04, 4.01( &~ s, 3H), 3.24-3.15(br.-t, 2H), |
3.04-2.92(m, 2H), 1.90-1.85(br.-d, 2H), 1.47(t, 3H, J=7.0Hz).
IR(KBr tab.) (cm™'): 1708, 1667, 1504, 1451, 1428, 1332.
mp (Z—F/): 229-230°C
EHEH 4 0
7T—smpn—3— [1— (6, T—VAPFy—4—FFJYZN) —4-F
Ryvz=p] —1-xzFN—-1, 2, 3, 4=7r5Fo—-6-=bm-—-2,
A—vFFVvFFI Y (ILeEWm 6)
teaichRriCcTi—-/7au0-3— (1 - bFVANKZNV—4-EXRY Y
=N —-1-xzFN—-1, 2, 3, 4—=F7b+5Fo—-6—=bo—-2, 47
AEVEFY Y (LA t) 200.0mg(0. 4Tomol) EFWVBLIA R KR L 5
DHEIc#LT, T—/oe—1—-=F1V-1, 2, 3, 4—Fb5Eha—6
——hE—2, 4=UFFV-—3— (4—EXRYYZN) F+YY v BILKE
BeiE DA Y A 150, 6mg B7-. 1% 145, 0mg(0. 3lmmol) AWTA %/ — V10
nICEESE, J2id4—/un—6,T7T—-YXA MRV FFVY > T0mg (0. 31mmo1)
BEUORMYZFAT I 0. 11010, T8mmol) 202 . 1 BfIMBER L 7o RIGHE
AEBRETAHK. kENA, WHLUAEREZER L, IhEK A5/ -l
BLUOZ—FUTIERGEEE. ERL. BONKEEREZA S/ -V K0 OH
gadz - Lk, LAY 3 6 2144.6ng (LAYt H O INR60E ) KEERE
e L TR
'H-NMR(CDCl,) & (ppm): 8.83(s, 1H), 8.69(s, 1H), 7.32(s, 1H), 7.31(s, 1H),
7.17(s, 1H), 5.28-5.19(m, 1H), 4.40-4.35(br.-d, 2H), 4.19(q, 1H, J=T7.4H2),
4.04, 4.01( &% s, 3H), 3.26-3.17(br.~t, 2H), 3.07-2.97(m, 2H), 1.88-
1.84(br.-d, 2H), 1.40(t, 3H, J=7.4Hz).
IR(KBr tab.) (cm™'): 1715, 1662, 1610, 1502, 1449, 1335.
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mp (A %/ ——7K): 216-217°C
EHEHI 4 1

3— (1= (6, T-VYA EY—4—%FVYZL) =4 —ERY V=]
—1, 2, 8, 4—=Fr3EFa—1, 6=YAFN=2, 4=UXFVFFY
)y ({k&#5 0)

tealchZ T3 — (I - bFVANKRIN—4-EXRYTZ) — 1,
2, 3, 4—FFSERO—1, 6—UAFN=2, 4—VFFVFFV YV
({b&#ru) 6.2g(18. 0mmo) EF VAL G, EMEHI 1 5 DHEICELT, 1,
2, 3, 4—FFSEFp—1, 6—UAFN—2, 4-VUFFV-3- (4~
EXY DL FFVY v BRIGKERE (L&Y v) OBERYZS. 1857,
CHAEL0gAV. EHFI 4 0 0FEICELT, LEW5 0 DRERME2. 462 B
BERELTER, x4y /) —)L100nl ([ZBE L. BFOEFELKE - B
BerF VgAML, ERTIOSMBHR LU, HLCEREZERL, X7/ —
Wk SERERT B &Ik D (LAY 5 0 DERIEEL. 20 (LAY uh S
R69% ) HEBEEE L LTE,

'"H-NMR(CDC1,) & (ppm): 8.60(s, 1H), 8.00(d, 1H, J=1.5Hz), 7.72(s, 1H),
7.50(dd, 1H, J=8.4, 1.5Hz), 7.17(s, 1H), 7.10(d, 1H, J=8.4Hz), 5.43-5.34
(m, 1H), 4.73-4.68(br.-d, 2H), 4.09, 4.00, 3.58(% % s, 3l), 3.44-3.35
(br.-t, 2H), 3.05-2.99(m, 2H), 2.42(s, 3H), 1.95-1.92(br.-d, 2H).
IR(KBr tab.) (em™'): 1695, 1649, 1508, 1474, 1362.
mp (X% J—Jv—7K): 218-220°C
EKHEp 4 2

83— [1— (6, T—VAIFU—4—FFJYZI) —4-ERYIZV]
-1, 2, 3, 4—FbFSEPu—-1—-AVYFukElN—6—=}bu—-2, 47
TFvEFVIUY (AW 1)
teaicRAT3— (1 - bFYANKRZNV—4-EXRYD=ZV) — 1,
2, 3, 4—FFSEFO—1-4AVYTFaEN—6-—=bo—2, 4-VUtFV
F+Y Y (b&¥w) 100.0mg(0. 25mmol) AR WA LS L. EMEHI L 5 DFHE
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c#LT. 1, 2, 3, 4—FFSEFOo—-1l—-aAVYTRENV-6-—=}D—2,
f—UkFY—3— (4—EXRYVZL) FFVY v BRAOKRBEOHERY
%103.5mg B72o CHERV. EMFI4 0 DFEICEL T, {LEY S 1 244, 4mg
(RR36Y ) KEBKERE L TE.
'H-NMR(CDC1,) & (ppm): 9.08(d, 1H, J=2.5Hz), 8.68(s, 1H), 8.48(dd, 1H, J
-8.5, 2.5Hz), 7.47(d, 1H, J=8.5Hz), 7.37(s, 1H), 7.18(s, 1H), 5.30-5.15
(m, 1H), 5.10-4.95(m, 1H), 4.45-4.40(br.-d, 2H), 4.05, 4.02(%~% s, 3H),
3.98-3.20(br. -t, 2H), 3.08-2.95(m, 2H), 1.90-1.86(br.-d, 2H), 1.65(d, 6H,
J=T. 0Hz).
IR(KBr tab.) (cm™'): 1713, 1667, 1612, 1494, 1321.
mp (BEEETF )V — T —F)V): 216-217C
ERiF] 4 3

1— (sec —T7FN) —3—[1— (6, T=VUrbFvr—4—FFV)Z))
—4—ERYyv=N] -1, 2, 3, 4=FPFSERO—6—=btm—-2, 4—
vEHFvEFVY L (LEWS 2)
fteaicftziTl— (sec —7FN) —3— (1 - bFvANFEZIV—4
—ERYV=L) -1, 2, 3, 4=FTb+FEFE-6—=}tm—-2, 4-UF
£V EFUY Y (k&P x) 107. 0mg(0. 25mmol) ZH WA LIS L, EMEFI4 2D
FiEictE LT, ka3 2 &7 2ng (KLY ) KHBKRE L LTE,
'H-NMR(CDCls) & (ppm): 9.09(d, 1H, J=2.5Hz), 8.68(s, 1H), 8.45(dd, 1H, J
9.5, 2.5Hz), 7.47(d, 1H, J=9.5Hz), 7.36(s, 1H), 7.18(s, 1H), 5.30-5.15
(m, 1H), 5.00-4.60(m, 1H), 4.44-4.39(br.-d, 2H), 4.04, 4.02(&% s, 3H),
3.98-3.19(br. -t, 2H), 3.07-2.95(m, 2H), 2.30-2.00(m, 2H), 1.890-1.85(br.
-d, 2H), 1.62(d, 3H, J=6.5Hz), 0.92(t, 3H, J=7. 5Hz).
IR(KBr tab.) (cm '): 1716, 1671, 1614, 1454, 1330, 1208.
mp (BEfETFI)V— T —F)): 156-158°C
R 4 4

3—-[1— (6, T—-YVAPMFVY—4—-FFVVYZN) —4-EXY ey 7
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-l -zFN-1, 2, 3, 4—FF5EbFB—-6, 8—Y=bu—-2, 4V
FEVFFSUY (EEWMS 9)
t&malcRiT3— (1 —ZhFYANKRZN—4-—EXRYVZN) -1 -
TF)N-1, 2, 8, 4—F+r5kbfo—-6, §-YV=bu—-2, 4—-UXFV
F+U Y (ka¥y) 360.0mg0. 89mmol) AW ALAIE. EMFI L 5 DHE
wcELT, l-zFN-1, 2, 3, 4—FhFSEFO—-6, §-Y=}to—-2,
4—VFFY—3— (4—EXRYYZN) F+VY v BIOKEBREOHAERY
%429.3ng Bz, THA200.0mg AV EEH 4 0 0FEICELT, LEW3 9
Z71.0mg (NER31Y ) KEEERELTE
'H-NMR(CDC1,) & (ppm): 9.23(d, 1H, J=2.5Hz), 8.72(d, 1H, J=2.5Hz), 8.69
(s, 1), 7.40(s, 1H), 7.16(s, 1H), 5.23-5.14(m, 1H), 4.47-4.42(br.-d, 2H),
4.06, 4.02( &% s, 3H), 3.96(q, 2H, J=T7.3Hz), 3.31-3.22(br.-t, 2H),
3.03-2.91(m, 2H), 1.93-1.90(br.-d, 2H), 1.33(t, 3H, J=T.3Hz).
IRC(KBr tab.) (cm"): 1674, 1612, 1341.
mp (BEEE = F )L — T —F)b): 223-224°C
ERepl 4 5
6—7nE-7—s7mR-3— [1— (6, T-YAMFY—4-—FFVIU=
V) —4—EXRYy Y=V -1 —-xFNV—-1, 2, 3, 4—-Fh5EFB-2,
A—UxFVEFIY Y ULEWMLT)
t&macRiTe—7nE—T-na-3— (1 - hFIANFZN-
4—ERYyY=NV) -1l —xFN-1, 2, 3, 4—Fb5tbFu—-2, 4=V
FEVEFFVY L (LEWz) 200.0mg(0. 44mmol) EFIV B G. EHERI 1 5
OHEIELT, 6—-7uE—T—/pnuo—1-xF)—-1, 2, 3, 4—FFh
StRp—2, 4—YFFY—-3- (4-EXRYIZN) F+V) v BIKRK
BetE DA RS %90, dmgB 1, T &85 OmglV . EHEH 4 0 DFEICEU T,
k&4 4 7 %69, 0mg (YLER30% ) BBEFRE L TE.
'H-NMR(CDC1,) & (ppm): 8.83(s, 1H), 8.69(s, 1H), 7.32(s, 1H), 7.31(s, 1H),
7.17(s, 1H), 5.28-5.19(m, 1H), 4.40-4.35(br.-d, 2H), 4.19(q, 2H, J=7.4H2),
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4.04, 4.01( &% s, 3W), 3.26-3.17(br.-t, 2H), 3. 07~2.‘97(m. 2H), 1.88-
1.84(br. -d, 2H), 1.40(t, 3H, J=T. 4Hz).
[R(KBr tab.) (cm '): 1715, 1662, 1610, 1502, 1449, 1335.
mp (A% J—Jb—7k): 216-217°C
K] 4 6
T—swupo—3—[1— (6, T—YUAMFY—4—-FFJIJZI) —4-F
RYyv=)] —1—-xFN-1, 2, 3, 4—Fb+5bFa—-2, 4-VAFV
FFVY v (kEW49)
fteaickiTT—-2ue—3— (Il - bFYANKRZNV—4-EXY Y
=N —1—-xFN-1, 2, 3, 4—Fb5tFu—2, 4-VUFFVF+YJ
)y (kA% a a) 200.0mg(0.53mmol) ZHWBLIA. EMEFI 1 5 DFHEkICHE
L¢. 7T—/wu—-1-xzFNV-1, 2, 3, 4—F b5k —-2, 4-UF
FY-—3-—(4—ERYYZIVFFVY v BILKKRBREOHAER =178, 3ng
Bt TH%E170.0ng AV, EREFI 4 0 DHFEICELT, /L&YW 4 9 %134, 2mg
(E57% ) AEERE LTE,
'H-NMR(CDC1,) & (ppm): 8.65(s, 1H), 8.15(d, 1H, J=8.5Hz), 7.25-7.17(m, 4
H), 5.35-5.18(m, 1H), 4.50-4.35(br.-d, 2H), 4.13(q, 2H, J=7.0Hz), 4.06,
4.000 &% s, 3H), 3.27-3.23(br.-t, 2H), 3.03-2.99(m, 2H), 1.95-1.86(br.
-d, 2H), 1.37(t, 3H, J=T7.0Hz).
IR(KBr tab.) (em™'): 1712, 1663, 1606, 1465.
mp (A TaENTIINa—)V): 183-184°C
Erepl 4 7
3—[1— (6, T—UAMFY—4—FFJ/VZN) —4—-ERYIZJV]
I FN—1, 2, 3, 4—FRFEFE-1—AFN—2, 4—VUAFY
F¥+vU Yy (k&S5 4)
ftamalcRATI— (1 - bFYANRZN—4-EXRY V) —6—
TFL—1, 2, 3, 4—FrSERu—1—AFN=2, 4-VFFVFFY/
)Y (L&#b b) 250.0mg0. T3mmol) AW BRI, EHE 1 5 OHIEKICHE

o
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LT, 6—ZF/L—1, 2, 8, 4—Fr5ekfa—1—4F—2, 4-UF
FY—3—(4—ERYVZFF Y V- BALKKEEIE DAY %270, Omg
B, SNA260.0mg AV, ERHI4 0 DFHEICHELT, /LA 5 4 %256. 3ng
(NRT6Y% ) HEFERLELTER.

'H-NMR(CDC1.) & (ppm): 8.69(s, 1H), 8.04(d, 1H, J=1.5Hz), 7.52(dd, 1H, J
-8.5, 1.5Hz), 7.26(s, 1H), 7.19(s, 1H), 7.12(d, 1H, J=8.5Hz), 5.35-5.15
(n, 1H), 4.35-4.30(br.-d, 2H), 4.03, 4.01, 3.59(%&~% s, 3H), 3.18-3.05
(m, 4H), 2.72(q, 2H, J=7.0Hz), 1.87-1.79(br.-d, 2H), 1.27(t, 3H, J=7.0Haz).
IR(KBr tab.) (cm'): 1700, 1652, 1512, 1506, 1331, 1213
mp (EeBgTFV): 202-203°C
Kb 4 8

3—[1— (6, T—VUXAPFY—4—FFVY)) —4-EXRY V]
~1, 2, 3, 4—FFSEFR—1—AFN—2, 4—VFFY-6—-Tul
VEFY Y (LE¥ S5 5)

ke aicRAiT3— (1 - bFVANKZNV—4-EXRYYZNV) — 1,

9, 8, 4—FFSEFO—1—AFN—2, 4-VFFV-—6-TOELFF
JY Y (b&¥c c) 84.0mg0. 23mmol) ARV B LIS G, Kl 1 5 DFHFEICHE
L. 1, 2, 3, 4—FFSEFRO—1=AFV—2, 4=VUFFV -3
(4—ERYYZV) —6—TubLFF+V )y RILKKRBREOHERY %
103. 0mg B7zo ARV, EMFI4 0 DHEICELT, L&YW S5 5 242, Ing
(INE37% ) HEMHERELTE

'H-NMR(CDC1,) & (ppm): 8.67(s, 1H), 8.02(d, 1H, J=2.0Hz), 7.50(dd, 1H, J
=8.5, 2.0Hz), 7.35(s, 1H), 7.19(s, 1H), 7.12(d, 1H, J=8.5Hz), 5.36-5.27
(m, 1H), 4.43-4.38(br.-d, 2H), 4.04, 4.01, 3.58(% % s, 3H), 3.28-3.18
(br.-t, 2H), 3.12-3.00(m, 2H), 2.67(t, 2H, J=7.5Hz), 1.89-1.85(br.-d, 2H),
1.67(sext, 2H, J=7.5Hz), 0.94(t, 3H, J=T.5Hz). |

IR(KBr tab.) (cm '): 1696, 1651, 1501, 1338,
mp (Z—FJb): 130-133°C
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EHpl 4 9

3—[1— (6, T=VUAMFVY—4—FFJUZI) —4-EXYIZ)V]
-1, 2, 8, 4—=5FbFSEPRo—6—AV7ubl—1—-XAFNV—-2, 4=V
FEYEFTY Y GLATS 6) |

ke alcRiTs— (1 - bFIANKZN—4—-EXRY VL) — 1,
2, 3, 4—FPFSEFu—6—AVYTOEN=]1—SXAFN—-2, 4-UFFY
F+VY Y (ke d d) 150.0mg(0. 40mmol) VBN, KR 1 50K
Eic#rT, 1, 2, 3, 4—-FbSERO—-6—AVTOEN-1—-AFI—
9, 4—VFEFY-—3— (4—ERXRYVZN) FFVY - RIEOKEREOHAE
R4 % 155. Ing Bz, N %150.0mg AV, EHEHI4 0 DHEICELT, LEY
56%118. Img (INE6E2Y ) BEKE L LTHEL.

'H-NMR(CDC1,) & (ppm): 8.68(s, 1H), 8.07(d, 1H, J=1.5Hz), 7.55(dd, 1H, J
=8.5, 1.5Hz), 7.24(s, 1H), 7.19(s, 1H), 7.12(d, 1H, J=8.5Hz), 5.32-5.24
(m, 1H), 4.33-4.29(br.-d, 2H), 4.02, 4.00, 3.58(& % s, 3H), 3.22-2.94(m,
5H), 1.86-1.81(br.-d, 2H), 1.28(d, 6H, J=T. QHZ).

IR(KBr tab.) (cm™'): 1701, 1657, 1510, 1475, 1426, 1334, 1212.

mp (BiETF IV — T —FJV): 195-196°C

EHHI 5 0

6 —T7EFN—3—[1— (6, T=VAPFY—4—-FFJYZN) —4-
ERYv=N] -1, 2, 3, 4=FFSEFp—-1—-AFNV-2, 4-UFF
VEFJY Y (L6 3)

k& alcRA T —TEFN—3— (1 - FVANRZN—4-EXRY
v=)) -1, 2, 3, 4=FrSEbFR—1—-AFN-2, 4-VUFFV/FF
Yy (ka¥e e) 200.0mg(0. 54mmol) Z W BRIA G, EMEPF L 5 DFEIC
BT, 6—-T7tEFN—-1, 2, 3, 4—F SR —1—-AFN-2, 4-
UAFYV-3— (4—EXRYIZN) FFVY L RIEKKRBREOHERY =
146. 2mg Bico TH&140.0mg AV, EHiH 4 0 DFEICEL T, {LEWE 3 %=
163. Tng (R4 BRFERE E LTHE
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'H-NMR(CDC1.) & (ppm): 8.76(d, 1H, J=2.0Hz), 8.69(s, 1H), 8.32(dd. 1H, J
=8.5, 2.0Hz), 7.34(s, 1H), 7.28(d, 1H, J=8.5Hz), 7.18(s, 1H), 5.35-5.26
(m, 1), 4.43-4.38(br.-d, 2H), 4.06, 4.02, 3.65(&% %« s, 3H), 3.28-3.19
(br.-t, 2H), 3.10-2.98(m, 2H), 2.67(s, 3H), 1.90-1.86(br.-d, 2H).

IR(KBr tab.) (em™'): 1700, 1665, 1610, 1500, 1460, 1340, 1235, 83l.
mp (X% /) —Jv—7k): 216-218°C
EREHI5 1

3—[1— (6, T=YAPFY—4—FFVIYZIN) —4-EXRY V)]
—1-xzFN—-1, 2, 3, 4—=FbPS5tFp—6-tboFr-2, 4-UF
FUEFVY Y (ILEWE 6)

fteaicKZi T3 — (1 - bFVANK=ZNV—4—-EXRYYZIV) -1 -
TFN—1, 2, 3, 4—FFSERT—6—A b FV—2, 4-VAFVFF
vy (ba®nf £) 490.0mg(l. 3lmmol) %A\ BLISM G, EHEFI 1 5 DFEIC
#ULCT, 1 —zFN—1, 2, 3, 4—Fr5kFp—6-—tbFoFr-2, ¢
—UFFVY-3— (4-EXRYVZN) FF+VY - RIOKRBREOHERY =
284. 1ng Bfzo TH%E270.0mg AL, EHH 4 0 DFEICELT, {LEWE 6 %
203.5mg (UNE34Y ) HBEEEL L THE.

'"H-NMR(CDC1,) & (ppm): 8.67(s, 1H), 7.78(d, 1H, J=3.0Hz), 7.30-7.27(m, 2
H), 7.18(s, 1H), 7.09(d, 1H, J=8.5Hz), 5.27-5.23(m, 1H), 4.46-4.42(br.-d,
oH), 4.16(dist.-q, 2H), 3.99(s, 6H), 3.29-3.20(br.-t, 2H), 3.10-2.98(m,
oH), 1.86-1.82(br.-d, 2H), 1.35(dist.-t, 3H).

IR(KBr tab.) (cm™'): 1694, 1648, 1505, 1476.
mp (T—F): 290-291C (5H)
EHEfl 5 2

3— [1— (6, T=YAbFV—4—FFVVZN) —4-EXRYIZ)]
-1, 2, 3, 4—FbFSERp—6-—tfoFfy-2, 4-VUFFY-1-7
oENFFVY Y (LEWE T)
t&alcRAT3— (1 —Z bFVYANKRZN—4-EXRYIZV) -1,
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2, 3, 4—FPFSEFE—-6—APFy—2, 4-—VAFY-1-TOELF
Yy (k&g g) 265 0mg(0. 68mmol) EAWALIAE. EES L 5 DHE
THELT. 1, 2, 3, 4—FhSERO—6-bFady—2, 4=UFFY
—3— (4—ERYY=Z)V) -1 =-FToENFFY YV BALKEEIEDOHAER
%216, Ing Biz. TH%200.0mg AV, EHEHI 4 0 DFEICELT, {LEWET
%170.5mg (X558 ) HBEHER L LTHE,
'H-NMR(CDCL,) & (ppm): 8.66(s, 1H), 7.77(d, 1H, J=3.0Hz), 7.28-7.25(m, 2
M, 7.17Cs, 1H), 7.07(d, 1H, J=8.9Hz), 5.32-5.23(m, 1H), 4.46-4.42(br.~d,
2H), 4.04(dist.-t, 2H), 4.00(s, 6H), 3.29-3.21(br.-t, 2H), 3.07-3.01(m,
oH), 1.86-1.73(m, 4H), 1.04(t, 3H, J=T.3Hz).
[R(KBr tab.) (cm'): 1695, 1646, 1504, 1480, 1343,
mp (T—F): 263-264°C
EHE#l 5 3
3= [1—= (6, T-VA PFo—d—FFVYZ) — 4 —ERY V=)V]
—1, 2, 8, 4—FFSERO—T—AFFV—1—-AFN—2, 4-UkF
VEFY Y (bEMT 4)
kemalcfKZiT3— (1 —Z bFVANKRZN—4-ERYIZIV) — 1,
9, 3, 4—FhrSERO-T—APFY—1—-AFN—2, 4=VU*FVFF
YUy (k&% h h) 750, 0mg(2. 08mmol) =AW ALRIAE. ERES 1 5 DAEIC
LT, 1, 2, 3, 4—FPFSERO—T—APFy—1—-AFN—2, 4—
UAFY-3— (4—ERY VL) FFVY V- RIEKFEBRIEOHERY =5
oo CHUERW., EHEHI4 0 DFEICHELT, (LAY T 4 %4193 5ng (NE20%)
HEaERE L TE
'H-NMR(CDC1.) & (ppm): 8.69(s, 1H), 8.15(d, 1H, J=9.0Hz), 7.25(s, 1M,
7.19(s, 1H), 6.80(dd, 1H, J=9.0, 2.0Hz), 6.60(d, 1H, J=2.0Hz), 5.33-5.23
(n, 1H), 4.34-4.30(br.-d, 2H), 4.03, 4.01, 3.93, 3,57(&~ s, 3H), 3.17-
3.03(m, 4H), 1.87-1.82(br.-d, 2H).
IR(KBr tab.) (cm™'): 1695, 1655, 1620, 1502, 1422, 1365, 1338, 1230.
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mp (BB F L — T —F/)L): 214-216°C
Ehapl 5 4
3—[1— (6, T-UAIFY—d=FFVYZV) —4—ERY V)]
-1, 2, 3, 4—=FbFStbPo-T-tbFoFv—1—-AFN-2, 4-UF
FUFEFJY Y (LEt6 8)
ft&aicRATILA® h h, 320.0mg(0. 89mmol) =W RIEHfE% 3 K
ST ADSE. ERAI 1 SoFKkicELT. L, 2, 3, 4-FhF5ERO~T
—AMFY— 1= AFN=2, 4-VAFY -3 (4—EXRY VL) $F
- B{bkEBESXOL, 2, 3, 4—-FFr5Efo—-T-ktbFaFr—1|
—AFN—-2, 4-VUXFVU-3— (4—ERYY=N) F+VY V- BIKRK
BMEOH 1 . 1 DRAMER . COHEBRMERV. Efifl 4 0 DFEICEL
T, k&M T 4 L{LEM6 BOREMER. ChEVIVAFNAT LI O IS
S74— (BEBE : 7uouk)VA /27 /)—=N=1001) THEREETS
LItk 2EBICEHT ARG ELT. LAY 6 8 55, 6mg (NEKI3K ) H
iR s L TR,
'H-NMR(CDC1,) & (ppm): 8.66(s, 1H), 8.07(d, 1H, J=9.0Hz), 7.23(s, 1H),
7.18(s, 1H), 6.77(dd, 1H, J=9.0, 2.0Hz), 6.65(d, IH, J=2.0Hz), 5.35-5.26
(m, 1H), 4.47-4.42(br.-d, 2H), 4.00, 3.99, 3,51(% % s, 3H), 3.30-3.21
(br.-t, 2H), 3.08-2.96(m, 2H), 1.85-1.81(br.-d, 2H).
IR(KBr tab.) (cm™'): 1694, 1653, 1622, 1503, 1426, 1342.
mp (BB L F IV —T—F)): 226-270°C
KRR 5 5
3—[1—(2—=2uuw—6, T-UAMFV—A4—FFVY=ZN) —4-F
RYyv=py] —1—=Fn-1, 2, 8, 4—7Fbr>kfFp—-6-=}btp-2,
4—=UFFVFFIY Y (LAEWMT 9)
teWalcRAT3I— (1 - bFYANVKZN—4 —EXRYIZI) — 1 —
ITFNV-1, 2, 3, 4—FFSkFp—-6-—=ta—-2, 4 -V FUFT+V
V> (kAP i i) 3.62g(9. dnmol) &AW ARG, EHEH 1 5 DA EICHE LT,
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l—-=F)—1, 2, 3, 4=Fb+SEFp-6-—=pbo-2, {=-VUdFV-—-
3— (4—EXRY VN FFVY 2 BAOKFZRE (L& 1) OHEERY
%3.20g B, INA198.0ng AV, 4—/Fmo—6, T—-UAPFUFFVY,
VICRAT?2, 4—vsumu—6, T—YXbPFoF+VY VEROLBLANI,
ERHI 4 0 DAEICELT, L&YW T 92220 Tng (YNET8Y ) KEBHEREL
Tigfo

"H-NMR(CDCls) & (ppm): 9.09(d, 1H, J=3.0Hz), 8.50(dd, IH, J=9.0, 3.0Hz),
7.32(d, 1H, J=9.0Hz), 7.24(s, IH), 7.13(s, 1H), 5.33-5.22(m 1H), 4.49-
4.44(br.-d, 2H), 4.24(q, 2H, J=7.0Hz), 4.01, 4.00(& % s, 3H). 3.30-3.21
(br.-t, 2H), 3.03-2.98(m, 2H), 1.90-1.87(br.-d, 2H), 1.40(t, 3H, J=7.0Hz).
IR(KBr tab.) (em '): 1715, 1664, 1617, 1501, 1340,
mp (Z—F/V): 295-296°C
EHEfI 5 6 |

3—[1—=(6, T=UAMFYV—2—-AFN—4—-FFJYZJ)) —4-FE
RYyy=)] —1-xFA—1, 2, 3, 4—Fr5EFp—6-—=ho—2,
4—-oFFVFFVY Y (LEWS 1)

EMHl5 5 TERONl —2FNM—1, 2, 3, 4—FbS5EFRo—-6—-="F
D—2, 4—UFFY—38— (4—EXRYD=Z)) F+Y v BILKERE
(bka¥ i j) OMAERYI98.0mg 2HWV., 4~7oo—6, T—-UAMFVF
FYYCRATEA -0 —6, T—VXMNFY=2-XFNFFVY V%2R
WADA G, ERAI4 00FEICELT, LEM8 1 2114.0ng (LEW 1 i D
SR ) KEBERELTE,

'"H-NMR(CDCls) & (ppm): 9.08(d, 1H, J=2.5Hz), 8.50(dd, 1H, J=9.0, 2.5Hz),
7.31(d, 1H, J=9.0Hz), T7.25(s, 1H), 7.14(s, 1H), 5.26-5.21(m 1H), 4.45-
4.40(br. -d, 2H), 4.23(q, 2H, J=7.0Hz), 4.02, 3.98(% 4~ s, 3H). 3.26-3.16
(br.-t, 2H), 3.06-2.98(m, 2H), 2.70(s, 3H), 1.89-1.84(br.-d, 2H), 1.39(t,
3H, J=T7.0Hz).
IR(KBr tab.) (ecm '): 1715, 1663, 1616, 1502, 1328.
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mp (T—F/L): 246-247°C
EREsl5 7

3—[1— (6, T=YAPFY—1, 2, 3=V PMYTIVU=4—A))
—4—-ERYyv=N] -1, 2, 3, 4—=FP+SkbFu—-1, 6 -UAFI-2,
4 —OFFVFFISY Y (LEWT5)

EHip 4 1 THENELL, 2, 3, 4-FFSEFE-1, 6-VAFIL-2,
L odFU—3— (A—EXYSZL) F+7Y v« BIKEEE (La%V)
354, Omg(L. Ommo ) AWV, 4 —7mm—6, T—YARFUFFV)VITRAT
A=Ay ZNVKRZNV—6, T—VAPFV—1, 2, 3—-RNUYPMITV V%
B, RIBBEELTAY /= VITRATDMS OV, RIGREZERICT
BLIAE. ERERI 4 0 DFBRICEU T, /L&MW T 5%307.6mg  (JLR6TH ) BE
RELTE,

'"H-NMR(CDC1;) & (ppm): 7.98(d, 1M, J=1.5Hz), 7.55(s, 1H), 7.56(dd, 1H, J
=7.5, 1.5Hz), T7.14(d, 1H, J=7.5Hz), 7.13(Cs, i), 5.40-5.25(n, 1H), 4.5I-
4.47(br.-d, 2H), 4.10, 4.07, 3.58(% % s, 3H), 3.36-3.27(br.-t, 2H),
3.09-3.05(m, 2H), 2.43(s, 8H), 1.91-1.87(br.-d, 2H).

IR(KBr tab.) (cm '): 1700, 1656, 1497, 1466, 1428, 1291.

mp(DMF—7k) 236-237 °C (%)

EREp 5 8

83— [1— (4—%uvu—6, T—-VAPFV—-1-T55V=V) —4—-F
RYyv=pl] -1, 2, 3, 4—=5Fbr5kbfu—-1, 6-VUVXFN-2, 4-0
TFVEFVIVY (LEWMT6)

EWfl 4 1 THONKLL, 2, 3, 4—FFSEFp-1, 6-VUXFN—2,
4—UAFY—3— (4—EXRYYZN) F+VY V- BILKE#RE (k&¥v)
354, 0mg(L. Onmo ) ZFAWV, 4—Z7om—6, T—YAMFVFFVYVIIRAT
1, 4=vsnu—6, T-VANFV 7SV VARG, EEDI LAY
Y LAERMYT 2 UAE. ERF 1 5 OFEICELT, LEMT 6 %2243.Tng (IR
R49% ) BBEEEE L TR
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'H-NMR(CDC1.) & (ppm): 8.02(d, 1H, J=1.5Hz), 7.49(dd, 1H, J=8.5, L.5Hz),
7.43(s, 1H), 7.39(s, 1H), 7.09(d. 1H, J=8.5Hz), 5.30-5.25(m, 1H), 4.09(s,
6H), 3.94-3.90(br.-d, 2H), 3.59(s, 3H), 3.24-3.09(m, 4H), 2.43(s, 3H),
1.88-1.85(br. -d, 2H).

IR(KBr tab.) (cm '): 1702, 1653, 1649, 1510, 1421, 1315, 1211.

mp (BEBETF IV —Z—F): 202-205°C

KI5 9

3— [1— (2-/B0—6, T—UA Fy—d—FFVY2) —4—F
RYyv=p} -1, 2, 3, 4—=7hr5kku—-1, 6—UAFN-2, 4 =7
TEFVEFFISVY (LEWT 8)

EHFl 4 1 CEONKLL, 2, 3, 4—FFSERa—1, 6-YAFIL—2,
4—VFFV—3— (4—EXRY YN 5V v BIEKKREEE (k&¥v)
354, 0mg(1. Ommo ) Z B\, 4 —/pnu—6, T—YUA+FUFFJU IRAT
9, 4—vrun—6, T—UAMFVFFYY VERVBYAR, ERFI4 0
DHEICEL T, LAY T 8 £239.2ng (NR48% ) ABEREE L THE/,
'H-NMR(CDC1,) & (ppm): 8.01(d, 1H, J=1.0Hz), 7.55(dd, 1H, J=8.5, I.0Hz),
7.26(s, 1H), 7.14(s, 1H), 7.10(d, 1H, J=8.5Hz), 5.38-5.26(m, 1H), 4.50-
4.45(br.~d, 2H), 4.01, 3.99, 3.58(%&% % s, 3H), 3.29-3.20(br.-t, 2H),
3.11-2.96(m, 2H), 2.42(s, 3H), 1.90-1.85(br.-d, 2H).

IR(KBr tab.) (cm™'): 1706, 1655, 1512, 1480, 1218.
mp (T—5/V): 234-236°C
1641 6 0

83— [1— (6, T—UARFY—2—AFN—4—FFVYZNV) —4—F
RyYv=p] -1, 2, 3, 4—Fr5kfo—1, 6 —YVAFNV—2, 4-V
FFvEFSUY (LEWE 0)

EHEf 4 1 TENEL, 2, 3, 4—FF5ERa—1, 6-YAFI-2,
4—UAFV—3— (4—ERYIYZNV) F+VY v BIOKKREE (Le¥v)
354. Omg(l. Oommo ) 2BV, 4 —2wo—6, T—IAMFIFF+V) VITKRAT
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f—vaa—6, T—UAREY—2 —AFNFFV Y VERVABLUNGZ. £
Bl 4 0 DFEICELT, L& 8 0453, Img (NEL0F ) BEERE L LTHE.
'H-NMR(CDC1.) & (ppm): 8.01(d, 1H, J=2.0Hz), 7.49(dd, 1H, J=8.5, Z2.0Hz),
7.26(s, 1H), 7.17(s, 1H), 7.09(d, 1H, J=8.5Hz), 5.32-5.24(m. 1H), 4.36-
4. 32(br. -d, 2H), 4.01, 3.99,.3. 58(& %~ s, 3H), 3.21-2.99(m, 4H), 2.67,
2.42( &4 s, 8H), 1.87-1.82(br.-d, 2H).

[R(KBr tab.) (cm™'): 1698, 1658, 1509, 1432, 1242.
mp (ZT—FJ)V): 253-254°C
EHREF 6 1

3— [1— (6, T=UAPFY—2—-TubEN—4—-FFVVZI) —4—
ExRy =] -1, 2, 8, 4—=FhrJebo—-1, 6 -UAFN—2, 4—
VAEFVEFVY Y (LEWS 2)

EHepl 4 1 TEONRL, 2, 3, 4—FrSEFB-1, 6-UAFIL-2,
4—VAFY—-3— (4—EXRYY=ZN) F+VY v BIOKERE ((L&¥v)
354, 0mg(l. ommo D) Z BV, 4 —Zpu—6, T—YAFvFFVY VITRAT
4—rmu—6, T—-VAMFV—2—FablFF+ V) 2RV, RIGEES
LTA 5’/—M:ﬁi’(%‘/7"’m EATIa—VERWBLAR. EfEF 400D
FEICELCT, L&Y 8 2 %174.3ng (R3S ) BBEERLE L TE
'H-NMR(CDC1;) & (ppm): 8.02(d, 1H, J=1.0Hz), 7.49(dd, 1H, J=8.0, 1.0Hz),
7.22(s, 1K), 7.17(s, 1H), 7.08(d, 1H, J=8.0Hz), 5.31-5.23(m, 1H), 4.34-
4.30(br.-d, 2H), 4.01, 3.99, 3.58(% % s, 3H), 3.20-3.02(m, 4H), 2.86
(dist. -t, 2H), 2.42(s, 3H), 1.93-1.81(br.-d, 2H), 1.24(t, 3H, J=7.0Hz).
IR(KBr tab.) (em™'): 1704, 1659, 1507, 1476, 1435, 1210.
mp (BEfg T F b — T —5)U): 206-207°C
EHEpl 6 2

1, 2,8, 4—FF5tFu—-83—-[1-(2-4A4VTuEL-6, TV
ARFY—d—FFVYZA) —4—ERYIZN] —1, 6—VUAFL—2,
L—UAFVEFVY Y (LEWS 3)

6 0
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£H 4 1 TESNEZL, 2, 3, 4—=FhFSEbFm—1, 6-YAFI—2,
4 —UFFy—3— (4—EXRYDZIL) FF+V ) v BIKEBRE ((LE&v)
354. Omg(1. Ommo ) BV, 4 —7wBm—6, T—-YUX FFVFFVY IRAT
A—rppo—2—AvFabil—6, T=VUirForF+y I rE2RVELUAR.
EHH 4 0 OFFEIICHEL T, L& 8 3 %250.3ng (NEIY ) BBRERELTE
720
'H-NMR(CDC1s) & (ppm): 8.02(d, 1H, J=I1.5Hz), 7.49(dd, IH, J=8.5, 1.5Hz),
7.23(s, 1H), 7.17(s, 1H), 7.09(d, 1H, J=8.5Hz), 5.33-5.23(m, 1H), 4.36-
4.31(br.-d, 2H), 4.01, 3.99, 3.57(&~% s, 3H), 3.21-2.98(m, 5H), 2.42(s,
3H), 1.84-1.79(br.-d, 2H), 1.37(d, 6H, J=6.9Hz).

IR(KBr tab.) (em '): 1698, 1652, 1501, 1421, 1241, 1208.
mp (NFH v —T—F)): 172-173C
EHEHI6 3

1, 2, 38, 4—FbF5bbfu—3— [1—(6—AIFv—4-FFJV=
V) —4—ERYV=N] —1, 6=VUrAFN—2, 4-DUFFVFFII
(temm 8 4)

Eidl 4 1 TEONAL, 2, 3, 4—FTFSEFu-1, 6-VAFIV-2,
4—UAFY—83— (4—ERYYZN) F+VY V- BIOKERE (L&8 V)
1.06g(3. ommol) A\, 4 —Zmno—6, T—UXXFUFF+JY IRATS
—spa—6—AFFVFFVYUERAVBRSNG, EHHS TOHFEICELT,
&9 8 4 2154 4mg  (NFRI12E ) BEFKERE LTE.

'H-NMR(CDC1,) & (ppm): 8.69(s, 1H), 8.01(d, 1H, J=2.0Hz), 7.98(d, 1H, J=
9. 0Hz), 7.49(dd, 1H, J=8.5, 2.0Hz), 7.41(dd, 1H, J=9.0, 2.5Hz), 7.24(d,
1H, J=2.5Hz), 7.08(d, 1H, J=8.5Hz), 5.40-5.25(m, 1H), 4.44-4.40(br.-d, 2
H), 3.93, 3.57( &4 s, 3H), 3.48-3.04(m, 4H), 2.41(s, 3H), 1.89-1.84(br.
-d, 2H).

IR(KBr tab.) (em™'): 1699, 1655, 1505, 1453, 1331, 1211, 1038.

mp (X% ./ —Jb): 203-205°C
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EHEH 6 4

I, 2, 8, 4—Fh5ERE=3—[1- (T—APFy—d4—FFJ)=
W) —d—ERY VL] — 1, 6=YAFN—2, 4—UFFVEFTU Y
(t&¥ 8 5)

EHpl4 1 TEONRL, 2, 3, 4—FFSEFo—1, 6—YUAFL-2,
4—UAFY—3— (4—EXRYIYZI) FF+Y) v BILKKRRE (LEDV)
354, 0mg(L. 0mmo D) Z V. 4 —rom—6, T—YA NFEVEFITY VIChAT
b—pmo—T—AbMEVFFVYERVBUNE, EHHIS TOREICEL
T. 1t&¥ 8 5 %96. 2mg (UXE22% ) BEFERLE L TE
'H-NMR(CDC1.) & (ppm): 8.67(s, 1H), 8.01(d, 1H, J=1.5Hz), 7.85(d, IH, J=
9.9Hz), 7.49(dd, 1H J=8.0, 1.5Hz), 7.28(d, IH, J=2.5Hz), 7.09(d, IH, J=
8.0Hz), 7.06(dd, 1H J=9.2, 2.5Hz), 5.37-5.25(m, 1H), 4.50-4.45(br.-d, 2
H), 3.95, 3.58( &% s, SH), 3.27-3.18(br.-t, 2H), 3.12-2.96(n, 2H),
2.42(s, 3H), 1.88-1.84(br.-d, 2H).

IR(KBr tab.) (cm™'): 1699, 1654, 1610, 1436, 1333, 1219.
mp (BEfETF L —T—F)b): 232-233°C
EHEHI6 5

1, 2, 3, 4—5FFSEFa—1, 6-—VUAFL—2, 4—UdFy—3—
[1— (6, T, 8—FUARFY—4—FFTYZN) —4—ERY VL]
FFVvU Y (ILEWS 6)

EiH 4 1 TEONSL, 2, 3, 4—FFSEFu—1, 6-YAFIL—2,
4 —VAFY—3— (4—ERXRYYZI) FF+Y U V- BILKERE (LEWV)
1. 06g(3.0mo)E MV, 4—2mE—6, T—YXhFvFF VY VicRATE
—smn—6, T, 8—hMUARFEVEFVYVERVDRSG. ERH S5 TO
Hic#E U T, L&Y 8 6 2365, Img  (NE25% ) gEERKE LTHE,
'H-NMR(CDC1.) & (ppm): 8.73(s, 1H), 8.00(d, 1H, J=1.5Hz), 7.48(dd, 1H, J
-8.5, 1.5Hz), 7.07(d, 1H, J=8.5Hz), 7.01(s, 1H), 5.34-5.24(m, 1H), 4.35-
4.31(br. -d, 2H), 4.13, 4.05, 3.97, 3.57(&% s, 3H), 3.21-3.02(n, 4H),

6 2
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2.41(s, 3H), 1.86-1.81(br.-d, 2H).

IRCKBr tab.) (em '): 1700, 1654, 1480, 1339, 1128, 810.
mp (BEBE=F WV —x—F ) 172-175C

EHEH 6 6

3= [l = (T RUINFFV—6-FAPFV—4—FFJYZN) — 4 —
EXY V=Nl -1, 2, 3, 4=FbhSEFp—-1, 6=UAXFN-2, 4—
TAEFVFFIY Y (LEWE T)

EWfl4 1 THEONEL, 2, 3, 4—=FFSEFRu—-1, 6-UAFIL—2,
4 =IAFY =3 - (4—-EXRYI=ZN) F+VY v BILKEERE (LEYV)
369. Omg(1. 05mmol) 2V, 4—2uwo—6, T—IU A MFvFFyY Vit
TT—-RUINMAFY—4-0m—6—X b FVF+JY VERVBLAE.
EWBIS TOHEICHELT, L& 8 72233, 8mg (INR42Y ) HEHERLELT
B
‘H-NMR(CDC14) & (ppm): 8.66(s, 1H), 8.01(d, 1H, J=1.5Hz), 7.50-7.28(m, 7
H), 7.21(s, 1H), 7.08(d, 1H, J=8.5Hz), 5.30(s, 2H), 5.29-5.24(m, 1H),
4.34-4.30(br. -d, 2H), 4.01, 3.58( &% s, 3H), 3.22-3.04(m, 4H), 2.42(s,
3H), 1.86-1.82(br.-d, 2H).

IR(KBr tab.) (cm™'): 1697, 1655, 1513, 1506, 1329, 754.
mp (Z—7Jb): 164-168°C
EHEpl 6 7

3= [1—= (6, T=IRVINFFV—4—-FFJVVUZN) —4—-FEXRYY
=NV =1, 2, 3, 4=FbSEFO—1, 6=-UXFIN—2, 4—-VAFY
FFVU Y (LEWS 8)

XEpl 4 1 TROoNKL, 2, 3, 4—-FFSkEFa—-1, 6-VYAFIL—2,
4=0AFV -3 (4-EXRYUDZN) FF+Y UV BILKERE (L& v)
836. Omg(2. 36mmol) Z=H\W. 4 —/poo—6, T—-VUXMFVFF+V Y ItKRZ
T6, T-IRVINAFV—4—snaFFy Y v2HOALAE. EHEHG]
DHEICEL T, (L&Y 8 8 £786.3mg (INEE54% ) AEERE LTEL,.

6 3
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'"H-NMR(CDC14) & (ppm): 8.62(s, 1H), 8.02(d, 1H, J=1.5Hz), T7.53-7.21(m 12
H), 7.16(s, 1H), 7.09(d, 1H, J=8.5Hz), 5.33(s, 41), 5.21-5.19(m, 1H),
4.10-4. 06(br. -d, 2H), 3.59(s. SH), 3.06-2.95(m 4H), 2.43(s, 3H), 1.72-

1. 68(br. -d, 2H).

IR(KBr tab.) (cm '): 1702, 1658, 1511, 1445, 1339, 1246, 1204.
mp (BEEETF I —T—FJ)V): 172-174°C

£ 6 8

§—[1— (6, T=VIrFV—4—FFVIYZ)) —4—-EXRY V)]
—1, 2, 3, 4=FrSEFO—1, 6=—YAFN—2, 4-VUFFVFFJ
yr (ka9 8)

EWpl 4 1 RSN, 2, 3, 4—F b5k bFu—-1, 6-VAFIN-2,
4—UAFY—-3— (4 —ERYIZNV) F+VY v B{LKERE (LEWV)
354. 0mg(1. 00mmol) ZF\. 4—2oo—6, T—YAMFVFFVY VICRZ
T4—rao—6, T-VIrFvF+VUVERVALUMNE, A5 TOH
FICHEL T, LA 9 8 A116.8mg (INER24Y ) HEaERLE LTHE.
'H-NMR(CDC1,) & (ppm): 8.65(s, 1H), 8.02(d, 1H, J=1.5Hz), 7.49(dd, IH, J
=8.5, 1.5Hz), 7.28(s, 1H), 7.19(s, 1H), 7.09(d, IH, J=8.5Hz), 5.33-5.25
(m, 1H), 4.38-4.33(br.-d, 2H), 4.26(q, 2H, J=7.0Hz), 4.20(q, 2H, J=T.0Hz),
3.58(s, SH), 3.24-2.99(m, 4H), 2.42(s, 3H), 1.87-1.83(br.-d, 2H), 1.55(t,
3H, J=7.0Hz), 1.54(t, 3H, J=T.0Hz).

IR(KBr tab.) (cm™'): 1709, 1656, 1505, 1440, 1035.
mp (BEBETF )V —x—F)V): 173-175C
EHEdI 6 9

1, 2, 3, 4—FFSEFo—1, 6-VAFNV—3— [1— (6, T—X*
FLUYOAFY—4—FFYVZIV) —4—ERYVZN] -2, 4-VUtFY
¥+JU Y ke’ 9)

EHEF 4 1 TEONKLL, 2, 3, 4—FFSEFa—-1, 6-YUXFIN-2,
4 -UAFY—3— (4—EXRYIZN) FF+YU v BRIOKFEEE (L&Y v)

6 4
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262.0mg(0. TAmmol) %M\, 4 —2soo—6, T—U A bFyFFYYVITRE
Ci—smO—6, T—AFLUYUAFVEF Y v EAV LR, ERHI40
DFEICELT, (LAY 9 9 %65 8mg (INR20% ) HBEERLE L TE.
'H-NMR(CDCL.) & (ppm): 8.63(s, 1H), 8.02(d, 1H, J=2.0Hz), 7.50(dd, IH, J
=8.5, 2.0Hz), 7.38(s, 1), 7.23(s, 1H), 7.10(d, 1H, J=8.5Hz), 6.14(s, 2H),
5.35-5. 26(m, 1H), 4.39-4.34(br.-d, 2H), 3.58(s, 3H), 3.24-3.16(br.-t, 2H),
3.10-2.98(m, 2H), 2.43(s, 3H), 1.88-1.84(br.-d, 2H).

IR(KBr tab.) (cm™'): 1695, 1648, 1490, 1448, 1035.

mp (BEBRTF)V—T—FN): 219-220°C (43F%)

EREH T 0

3—[1— (8, T=VUAPFY—4—FFVYZN) —4—-EXRY V)]
-1, 2, 8, 4—FFrS5tbPo—6—=tm—2, 4—-VFFV-1- (2~
TINAIFZFN) FF/Y Y (L3 3)

k&t 2 4 %478, 0mg(l. 00mmol) AV, IV LA FMICRZTN- (2-Tm
EFIFI) TINA I FEBRBOVLARAR., EHF 1 OFEICELT, {LEW3 3
#200mg (INE31Y ) %BFBHERELTER.

'"H-NMR(CDC1,) & (ppm): 9.04(d, 1H, J=2.5Hz), 8.65(s, 1H), 8.41(dd, 1H, J
=8.9, 2.5Hz), 7.81-7.78(m, 2H), 7.72-7.69(m, 2H), 7.46(s, 1H), 7.44(d, 1
H, J=8.9Hz), 7.14(s, 1H), 5.26-5.17(m, 1H), 4.48(t, 2H, J=6.0Hz), 4.42-
4.38(br. -d, 2H), 4.12(t, 2H, J=6.0Hz), 4.06, 4.01(&~% s, 3H), 3.26-3.16
(br.-t, 2H), 2.95-2.83(m, 2H), 1.82-1.79(br.-d, 2H).

IR(KBr tab.)(cm™'): 1710, 1669, 1616, 1504, 1457, 1428, 1395, 1333, 1212,
719.

mp (ZamikbL—A% ) —)): 143°C

EHH T 1 |

3— [1— (6, T=-UAMFV—4—FFJIUZN) —4-EXRYIZNV]
-1, 2, 3, 4—FFSkFp—6-—=tbo—-2, 4-UtFy-1- (3-
FJINMA4 I RTaEN) FFYY Y (LEWS 4)

6 5
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(ka2 4 %478 Omg(l. 00mmol) AV, TV LA FMCRATN- (3 -7 o
ETOEN) THIMA I FERVAUA G, EREH 1 OFEICECT, {LE934
%280mg  (INE42Y ) KEERIFEEEMBL LTER,

'H-NMR(CDCL,) & (ppm): 9.05(d, 1H, J=2.5Hz), 8.68(s, 1H), 8.47(dd, 1H, J
=8.9, 2.5Hz), 7.86-7.81(m, 2H), 7.76-7.71(m, 2H), 7. 34(s, 1H), 7.26(d, 1
H, J=8.9Hz), 7.16(s, 1H), 5.27-5.19(m 1H), 4.41-4.36(br.-d, 2H), 4.30-
4.95(dist. -t, 2H), 4.04, 4.01(&~% s, 3H), 3.87(t, 2H, J=T.0Hz), 3.25-
3.16(br. -t, 2H), 3.01-2.88(m, 2H), 2.25-2.14(m, 2H), 1.89-1.85(br.-d, 2ZH).
IR(KBr tab.) (cm '): 1702, 1657, 1615, 1498, 1430, 1330, 1214, 717,
KRBT 2

| — (2—=F73)xFN) —3—=[1— (6, T-VAIFr—4-FFVY
=N —4—¥RYyv=L] -1, 2, 3, 4—-FhFEFB-6-=bn-2,
4 —UAFVEFIIY (LEW29)

=HH T 0 TESNI{LEW 3 3, 160.0mg(0. 25mmol) =¥ J —/idml B&
U7 ankb Lsnl OREEHICERL. ThiTRKE FT 20, 04m1 (0. 81mmol)
AiA. 60°CT | BsRAMEL L7z, BEEBEZER. BREIC/ noRVAZMA,
LR EmR L, MEERERE®R. BEZVED 7 uo RV LIER
L. ChictafiiEbks — B = F VB EMA . il LcRRZER LI, C
ha/sonsVabLOVIFVI—FUTHRELBRT LI LICLD. (LEY
2 9 2iEEtEA113. Tog (NRTEY ) KABRKRL L TR,
'H-NMR(DMSO-ds) o (ppm): 8.83(s, 1H), 8.76(d, 1H, J=2.5Hz), 8.53(dd, 1H,
J=9.0, 2.5Hz), 7.86(d, 1H, J=9.0Hz), 7.38(s, 1MW), 7.37(s, 1H), 5.32-5.25
(m, 1H), 4.86-4.81(br.-d, 2H), 4.50-4.40(br.-t, 2H), 4.00, 3.96(F % s,
3H), 3.74-3.65(br.-t, 2H), 3.10-3.00(m, 2H), 2.70-2.67(m, 2H), 2.00-1.96
(br.-d, 2H).

IR(KBr tab.) (cm™'): 3400(br), 1710, 1659, 1615, 1499, 1334.
mp (7 ouhii—IT—F): 263°C
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EHERIT 3
1—(2-=73/)7EN =3-[1—- (6, T-YAPFY—4d-FFV
yzj) —4—-EXRYY=N] -1, 2, 3, 4d—-FbSEbFo-6-=bo~

2, 4=V FvEFFJSY Y (LEWMI0)

EHH T 1 TEONIALE® S 4, 128, 1mg(0. 19mmol) EZF W EREHI T 2 D
FikicE UT, (L& 00 2EEIE %46, dng ONRL0F ) REBERELTHE
7o
'H-NMR(DMS0-ds) & (ppm): 8.83(s, 1H), 8.76(d, 1H, J=2.5Hz), 8.51(dd, IH,
J=9.0, 2.5Hz), 7.83(d, 1H, J=9.0Hz), 7.40(s, 1H), 7.38(s, 1H), 5.38-5.22
(m, 1H), 4.86-4.82(br.-d, 2H), 4.30-4.20(br.-t, 2H), 4.00, 3.97(& %~ s,
3H), 3.75-3.66(br.-t, 2H), 2.96-2.94(m, 2H), 2.75-2.67(m, 2H), 1.98-1.95
(br.-d, 4H).

IR(KBr tab.) (ecm™'): 3400(br), 1711, 1656, 1614, 1500, 1330.
mp (7 oaRNVL—T—F)V): 260°C '
KT 4

3—[1— (6, T-UAPFY—4—FFVV)) —4—-EXRY D))
-1, 2, 3, 4—FbrSkfao—-6—AFFv—1-AFN-2, 4-VUXF
VEFYY Y (LEW6 9)

k&2 4 icfRATsER 13 THRONE3— [1— (6, T-YVAPFV—
4—FFyY=)) —4-EXRYY=WN] -1, 2, 3, 4—Fb+b5EbFo—6
—EFpFv-2, 4=V FVFF+V Yy (k&Y 0 2) 251 0mg(0. 56mmol)
ZRV, 39 FVBELOKFELLF MUY LEZREN I HEAVSLNE.
EMG 1 OFEICEL T, {LEW6 9 £197.2ng (NET4Y ) HEERELTE
7o
'"H-NMR(CDC1s) & (ppm): 8.68(s, 1H), 7.66(d, 1H, J=2.5Hz), 7.31(s, 1H),
1. 27k(dd, 1H, J=8.5, 2.5Hz), 7.19(s, 1H), 7.13(d, 1H, J=8.5Hz), 5.34-5.26
(m, 1H), 4.41-4.36(br.-d, 2H), 4.04, 4.01, 3.88, 3.59(& % s, 3H), 3.26-
3.00(m, 4H), 1.88-1.85(br.-d, 2H).

6 7
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[R(KBr tab.) (cm '): 1696, 1653, 1502,

mp (BT F N — T —F)): 211-212°C ()

EREHIT 5 .
3~ [1— (6, T=YArFV—4—FFJV)) —4-EXRY )]

— -z hFv—1—-xFN-1, 2, 3, 4=FbFEFE—-2, 4-UXF

VEFVY Y (ULEHT 2)

k&1 0 2, 150.0mgC0.33mmol) ZHW., IV AFMIRATE VT
WEBRWBDAE., ERMT 4DFERICECT, (L&MW T 2 2121, 2mng (XT3
¥) BREESLELTER
'H-NMR(CDC1,) & (ppm): 8.67(s, 1H), 7.65(d, 1H, J=2.5Hz), 7.31(s, 1H),
7.26(dd, 1H, J=9.0, 2.5Hz), 7.19(s, 1H), 7.14(d, 1H, J=9.0Hz), 5.33-5.24
(m, 1H), 4.40-4.36(br.-d, 2H), 4.17(q, 2H, J=7.0Hz), 4.10(q, 2H, J=T7.0Hz),
4.04, 4.01( &% s, 3H), 3.26-3.00(m, 4H), 1.90-1.89(br.-d, 2H), L.44(t,
3H, J=7.0Hz), 1.35(t, 3H, J=T7.0Hz).

IR(KBr tab.) (cm '): 1696, 1657, 1506, 1341.
mp (FEBETFI)V—x—F)): 207-209°C
KD T 6

3— [1—= (6, T—YAMFY—4—FFVVZN) —4-EXYIZ)V]
-1, 2, 3, 4—Fbr5EFu—2, 4-UAFV—6-TuRFr-1-7
oELFFVY Y (LEMT 3)

{t&#1 0 2, 150.0mg(0.33mmol) ZHW., VLA FMIIRATI VLT O
EAERVAPAE. ERFIT 4 OFEICECT, (L&MW T 3 2110.2mg (LR
63% ) HEREREELTE,

'"H-NMR(CDC15) & (ppm): 8.67(s, 1H), 7.65(d, 1H, J=3.0Hz), 7.33(s, 1H),
7.26(dd, H, J=9.0, 3.0Hz), 7.19(s, 1H), 7.09(d, 1H, J=9.0Hz), 5.30-5.25
(m, 1H), 4.41-4.36(br.-d, 2H), 4.07-3.96(m, 4H), 4.04, 4.01(& % s, 31,
3.26-3.03(m, 4H), 1.88-1.72(m, 6H), 1.05(t, 3H, J=7.0Hz), 1.03(t, 3H, J=
7. 0Hz).
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IRCKBr tab.) (em '): 1691, 1652, 1503, 1208.
mp (BEEAZF L — T —FJ): 179-180°C
KR T T

3— [1— (6, T—YAPFY—4—FFVIYZN) — 4 —EXR UZV]
]l -zFN—-1, 2, 3, A—FFrSEFu—-6-AFFr—2, 4 -UXF
vEFU Y (LEWT0)

ket 2 4 icRATEREIS 1 TESNLEW6 6, 100. 0mg(0, 2immol) *
AWVARIAE. =M1 OFEICELT, L& T 0 %65 6mg (XX64% ) HE
RS LTHET.
'H-NMR(CDCl,) & (ppm): 8.68(s, 1H), 7.67(d, 1H, J=2.8Hz), T. 28-7.25(m, 2
H), 7.19(s, 1H), 7.15(d, 1H, J=8.5Hz), 5.34-5.24(m, 1H), 4.38-4.33(br.-d,
oH), 4.17(g, 2H, J=7.0Hz), 4.03, 4.01, 3.88(% % s, 3H), 3.25-3.02(m 4H),
1.89-1.84(br. -d, 2H), 1.36(t, 3H, J=7.0Hz).
'IR(KBr tab.) (em™'): 1699, 1654, 1505, 1426.
mp (BT FINV—T—FI)b): 227-229°C
£l 7 8

3—[1— (6, T=YAPFY—4—FFVYZI) —4—EXRY V=]
-1, 2, 3, 4=FbFSEFo—-6—-AbFr—2, 4—vArFU—-1-70
ELFFVY Y (LET 1)

ke 2 4 IcRZTEREIS 2 THoNIALEHE6 T, 100. Omg (0. 20mmo1) %
BLALIA. SR 1 OAEICELT, LA T 1 %51 Img (K505 ) HE
HRELTE
'H-NMR(CDC1:) & (ppm): 8.68(s, 1H), 7.66(d, 1H, J=3.0Hz), 7.29-7. 26(m, 2
H), 7.19(s, 1H), 7.11(d, 1H, J=9.0Hz), 5.35-5.24(m, 1), 4.39-4. 35(br. -d,
9H), 4.08(dist.-t, 2H), 4.04, 4.01, 3.88C &% s, 3H), 3.25-3. 04(m, 4H),
1.88-1.73(m, 4H), 1.04(t, 3H, J=T7.0Hz).
IR(KBr tab.) (cm '): 1699, 1654, 1502, 1476, 1428, 1327, 1213.
mp (Bl F )V —x—F ) 171-172°C

6 9



WO 94/19342 PCT/JP94/00229

EREH T 9

I, 2, 3, 4—FF5EFo—3—-[1-(T-EFaFr—6-SF+v
—4—FF/VN) —d—EXRYVZN] =1, 6-VAFN-2, 4-UF
¥VEFTYY (LEmS 9) |

£l 6 6 THONLEYS T, 150mg(0. 28mmol) & T ¥/ — v 10mlICERE
L. CHUCL0Y 235 U ARFIngZMA . BEEOKEZEZFEHKIT. ZERT 6 B
BMLLBRULL, RbRzEBYHLZBVTEBR. BREBREREL. REKC
T4 ) —VEBLUEBTFVEMA T, WHUCREREEIL, k. RIS
CEitkD, LA 8 9 %105 2ng (N4} ) HEFEELE LTEL.
'H-NMR(CDCL,) & (ppm): 8.69(s, 1H), 8.01(d, 1H, J=1.5Hz), 7.49(dd, 1H, J
=8.5, 1.5Hz), 7.34(s, 1H), 7.19(s, 1H), 7.08(d, 1H, J=8.5Hz), 5.33-5.24
(m, 1H), 4.32-4.29(br.-d, 2H), 4.03, 3.58(%& % s, 3H), 3.22-3.04(m, 4H),
2.42(s, 3H), 1.87-1.83(br.-d, 2H).

IR(KBr tab.) (cm™'): 1701, 1657, 1511, 1463, 1424, 799.
mp (BEBR T F L —T—F)U): 265-266°C (%)
Ehehl 8 0

1, 2, 3, 4=Fbr5EFp=-3—-[1—-(6—-bbraFs-T-XFFY
—4—FFyYZN) —4—ERYTZN] -1, 6=V AFN=2, 4-DUF
FUFRFVUY (LEWI 0)

60% 7kE{tF b Y 7 4360mg(9. Ommol)ZDMF 5ml ITHE L. Zhic. KB,
FA7 2/ —0.92n1(9. 0nmol) ODMF (10nD)EHEZ M T L7co 1053 R HE.
Koz FEREI4 1 TEOSNIALEY 5 0, 1.38g(3. 0mmol ) DMF (10mD)E
EAEmMA. CORIGEAYZ100 CTI0BRER L. ZRF THARK., ISR
wkEMA, 7ok VATHEL. ISIKBICAREEREZMATpHS &
L. 70ok/VATHE L, ERBAEOETRIEKTHRAE. RRL. BEE
Ei%. BBEAVIAFNVASLIu< bS5 74— (BRBE: Jookivh )/
A )=)=50,/1) THEL/I, BERERS & LTERILEMMNERL.
NEZ—FNVTHEERTAZ LK LEWI 02302.8mg (23K ) HE
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BEELLTEI, £7-. BEERS &L LTEHRLAZLOEI-FL . 25 ) -
MNOEERTEIEICED, LAY S 9 2T87.9ng (INES59% ) HBEEEELLT
B

'"H-NMR(CDC1,) & (ppm): 8.64(s, 1H), 8.01(d, 1H, J=1.5Hz), 7.48(dd, IH, J
=9.0, 1.5Hz), 7.36(s, 1H), 7.25(s, 1H), 7.08(d, 1H, J=9.0Hz), 5.30-5.22
(m, 1H), 4.37-4.33(br.-d, 2H), 4.04, 3.57(& % s, 3H), 3.19-3.01(m 4H),
2.42(s, 3H), 1.83-1.78(br.-d, 2H).

IR(KBr tab.) (cm™'): 1703, 1655, 1509, 1492, 1443, 1211.
mp (T—F/V): 265-267°C (S##)
Eiifi 8 1

33— [1— (6, T—-VbeFoFv—4—FFJVIVZN) —4-EXRYIZ)V]
—1, 2, 8, 4—FFr5EFRu—-1, 6-YAFN—2, 4-UXFVFF+V
Vo (ka9 1)

tam8 TICRATERMGE 7T TESNALAY S 8, 200. 0mg(0. 33mmol) %
AW, RibaEE LTy /- VIcRATDMFEFEZA VBRI, EREFT 90
HEcHUT, k&% 9 7 %98.5ng (INET0% ) HEKERE LTE,
'H-NMR(DMSO-ds) & (ppm): 10.4-9.8(br, 2H), 8.43(s, 1H), 7.87(d, 1H, J=1.5
Hz), 7.60(dd, 1H, J=8.5, 1.5Hz), 7.57(d, IH, J=8.5Hz), 7.26(s, 1H), 7.06
(s, 1H), 5.20-5.05(m 1H), 4.23-4.18(br.-d, 2H), 3.51(s, 3H), 3.10-2.80
(m, 4H), 2.39Cs, 3W), 1.76-1.73(br.-d, 2H).

[R(KBr tab.) (cm™'): 3400(br), 1698, 1658, 1480, 1350.
mp(DMF—7Kk) : 240-245°C
EHEpl 8 2

1, 2, 3, 4—Fr5kbFu—-3—[1—-(6—APF¥—-T-TukFv
—4 —FFIYZN) —4—ERYIZW] -1, 6—VAFIV—2, 4-VF
FUFFSUY (LEWI 1)

baM 2 4ICRATERE T 9 THEONILAEY S 9, 223.5mg(0. 50mmol) %
AU, 3ufbrFricRicavit7a EVERV ARG, ElER 1 OFHEIC
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LT, ALaW 9 | OWEIERABI, CNEEMREH 4 | OFEICELCTERE
L. ka9 1 DERKEA229. 9ng (NESTY ) BEFEEE L TE
'H-NMR(CDC1,) & (ppm): 8.54(s, 1H), 7.99(d, 1H, J=2.0Hz), 7.91(s. 1H),
7.51(dd, 1H, J=8.0, 2.0Hz), 7.16(s, 1H), 7.11(d, IH, J=8.0Hz), 5.48-5.44
(m, 1H), 4.91-4.87(br.-d, 2H), 4.24(t, 2H, J=7.0Hz), 3.98, 3.57(&~% s,
3H), 3.57-3.46(br. -t, 2H), 3.11-2.92(m, 2H), 2.42(s, 3H), 1.99-1.88(m, 4
H), 1.09Ct, 3H, J=7.0Hz).

IR(KBr tab.) (cm™'): 1697, 1657, 1510.

mp (Z—FJV): 202-203°C

EHp1 8 3

1, 2, 3, 4=FFrS5EbRp=38~[1—- (T—-AbFy—6-TnRF>
—d—FFVYIN) —4—ERYVZNV] -1, 6-VUAFN-2, 4—-UF
FyFFVYr (kAM9 2)

Ib&® 2 4 1R A TER 8 0 TESNIEEW I 0, 100.0mg(0. 22mmol) %
AU, 3ot FVcRETIvET o EVERVE LG, ERH 1 DFHEIC
# T, LAY 9 2 %269, 0mg (64 ) BBEEERLE LTEL,

'H-NMR(CDC1,) & (ppm): 8.67(s, 1H), 8.01(d, 1H, J=1.5Hz), 7.48(dd, 1H, J
=8.5, 1.5Hz), 7.24(s, 1H), 7.19(s, 1H), 7.08(d, 1H, J=8.5Hz), 5.28-5.24
(m, 1H), 4.35-4.30(br.-d, 2H), 4.10(dist.-t, 2H), 4.01, 3.58( &~ s, 3H),
3.22-3.02(m, 4H), 2.42(s, 3H), 1.99-1.81(m, 4H), 1.10(t, 3H, J=7.0H2).
IR(KBr tab.) (ecm™'): 1703, 1652, 1503, 1329, 1210.

mp (=—F/V): 187-188°C

EhtEpl 8 4

3— [1— (T—-ZFFVANRZNVAIFY -6 A MFV—4—-FFVY
Z) —4—EXRYV=N] =1, 2, 3, 4—=FbSEFo—-1, 6-UAF
V=2, 4=IAFVFFJYr (LW 3)

a2 4 ICRATERR T 9 THLNELEWS 9, 500, 0ng(l. 12mmol) %
UV, IO AFVICRATT neB R FLEAVERS R, EfEH 1 OFE

T2
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IcHEUT. a9 3 £530.0mg  (UXEBYY ) BEERLE LTH.
'"H-NMR(CDCI.) & (ppm): 8.67(s, 1H), 8.02(d, 1H, J=1.5Hz), 7.49(dd. 1H, J
=8.5, 1.5Hz), 7.23Cs, 1H), 7.12(s, 1H), 7.09(d, 1H, J=8.5Hz), 5.33-5.24
(m, 1H), 4.83(s, 2H), 4.35-4.25(m, 4H), 4.02, 3.58( &4 s, 3H), 3.23-
3.04(m, 4H), 2.42(s, 3H), 1.87-1.83(br.-d, 2H), 1.31(t, 3H J=T.0Hz).
IR(KBr tab.) (cm '): 1700, 1658, 1514, 1506.

mp(DMF—7k) : 122-124°C

EHiF] 8 5

83— [1— (6—ZPFVANKZNAPFY-T =X FV—4—FFVY
=) —4—FxRyv=N] -1, 2, 3, 4—Fb+FEFE-1, 6-VAF
=2, 4—vFxFVFFVY Y (LEWI 4)

a2 4 icRATERH S 0 THESNIALEHI 0, 500. 0mg(L. 12mmol) %
AU, It AFMCRATT o EEBERIFIVERVIRANG, EEH 1 OFE
GcHEUT. kA9 4 %323, 3mg  (INERH4Y ) AEMERELE LTRE
'H-NMR(CDC1,) & (ppm): 8.67(s, 1H), 8.01(d, 1H, J=1.5Hz), 7.49(dd, 1H, J
=8.5, 1.5Hz), 7.29(s, 1H), 7.19(s, 1H), 7.09(d, 1H, J=8.5Hz), 5.27-5.23
(m, 1H), 4.78(s, 2H), 4.32-4.24(m, 4H), 4.03, 3.58( &% s, 3H), 3.21-
9.99(m, 4H), 2.42(s, 3H), 1.84-1.81(br.-d, 2H), 1.29(t, 3H, J=T7.0Hz).
IR(KBr tab.) (em™'): 1700, 1649, 1511.
mp (T—F/): 187-188°C
EHEapl 8 6

3— (1= [T— (2=UAFNTI)ZFN) AFV—6-AIFV—4-
*FY= V] —4—-ERYD=ZN) -1, 2, 3, 4—=FFSEFa—-1, 6
—UAFN—2, 4=VAFVFFVY Y (LEWI 6)

(a2 4IcRATERH T 9 THEONILEYS 9, 223.5ng(0. 50mmol) %
AU, YA FVCRATYAFVT I/ 2 FsnY F - BBEZAV. K
FibF P Y Y L2 MEAV., RISREE60°CICT 24, EHif 1 OFEIC
#UT, /LAY 6 OWEEERZ192. 2mg (INERT4Y ) FREMEL L TR
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- OB E160. 5ng (0. 3lmmol) AT & b vEml ISIEEL. JHUTA S Y RLE
0. 04ml (0. 62mmo 1) I A . EE TI0SMER L 0. BEEZRBLEEE®R. RE
cI—FAEMA. WHLAEREZERTAILICE0. (LaMIbeD2 Xy Y
2V VEREA208. Ing  (UERISY ) HEMEEL L TR,

H-NMRCCDCL,) & (ppm) GEFEENEE & LT): 8.68(s, 1H), 8.01(d, 1H, J=1.5Hz),
7.49(dd, 1M, J=8.5, 1.5Hz), 7.25(s, 1H), 7.18(Cs, 1H), 7.09(d, 1H, J=8.5
Hz), 5.33-5.24(m, 1H), 4.34-4.28(m, dH), 3.98, 3.58(%K~ s, 3H), 3.18-
3.03(m 4H), 2.94(t, 2H, J=6.0Hz), 2.43(s, 3H), 2.42(s, 6H), 1.87-1.83
(br. -d, 2H).

IR(KBr tab.) (em™')(2 x & v Xk VBRI E LT): 1705, 1654, 1549, 1511,
769.

mp (Z—F/b): 181-183°C

EHEp 8 7

S — [1— (T—ANEFVAFNFFY—6—A P FV—4—-FFVIZN)
—f—ExRYY=ZN] -1, 2, 3, 4—FFSEFa-1, 6-VAFIN-2,
f—vAFVFFVI Y (LAWY 5)

4l 8 4 TERLNILESW 9 3, 250.0mg(0. 47Tmmol) E A ¥/ —)V10nliliE
L. Chic 2 EsEkE L Y v LKA 2MA . 6 BrEMEAGER L 7o
Bk, RGHIC 4 BEEREMATHENL, 7ok VATHE Lic. BRE
Rt BRL. ANAREZER. BRI -FVEMAI, THLICERE
WE. BT Ao lickh, LA 9 5277 8ng (NEY ) HEKRLLTE
7o
'H-NMR(CDC1.) & (ppm): 8.51(s, 1H), 7.99(d, 1H, J=1.5Hz), 7.65(s, 1H),
7.49(dd, 1H, J=8.5, 1.5Hz), 7.13(s, 1H), 7.08(d, 1H, J=8.5Hz), 5.40-5.25
(m, 1H), 4.97(s, 2H), 4.65-4.60(br.-d, 2H), 4.00, 3.56( &%~ s, 3H),

3 35-3. 26(br. -t, 2H), 3.03-2.95(m, 2H), 2.41(s, 3H), 1.89-1.85(br.-d, 2H).

IR(KBr tab.) (cm '): 3600(br), 1698, 1651, 1510.
mp (Z—F/V): 199-203°C

7T 4
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E Y] 8 8

3—[1— (6, T—YAMNFY—1—-TF5V=ZN) — 4 —EXRY V]
1.9, 3, 4—-FFSERT—1, 6-VAFL—2, 4—UXFVFFY
)y UeamT 1) | |

=W 5 8 TEONFALSYT 6, 300mg(0. 61mmol) AEFEEIONLICARL. C
RIZ10§ /S5 Uy AREOngEDEOKICES L TNA. EEOKEZHKT.
40°CT 3 BRI L 1B Lo RUBHZMBEAE BV THEB%R,. BikicaiE
BkAmMAThAIL, BRI FUTHE L. SREEK. BMARk CERE
L. BBk, AEAREREL. BERVYAFMAST LI BN ST 4 —
(BEEE . 7aookiVLA,/ A4 )—=N=50/1) THRE L/, T—FT/V&EMN
ZOWHBUESEAERL, k. BRTHIEICKD, LEYT T 252, 9ng
(IR19% ) HEERE LTE.

'H-NMR(CDC1s) & (ppm): 9.08(s, W), 8.03(d, 1H, J=2.0Hz), 7.50(dd, lH, J
=90, 2.0Hz), 7.39(s, 1H), 7.16(s, 1H), 7.10(d, 1H, J=9.0Hz), 5.31-5.24
(m, 1H), 4.09, 4.07(& % s, SH), 4.00-3.96(br.-d, 2H), 3.60(s, 3H), 3.27
-3.07(n, 4H), 2.43(s, 3H), 1.90-1.86(br.-d, 2H).

IR(KBr tab.) (cm '): 1699, 1660, 1648, 1505, 1422, 1311, 1118.

mp (Z=—FJ): 1713-175C

EHi 8 9

3—[1— (6, T—YA FY—4—FFVY)) —4-EXRY V]
—~1, 92,8, 4—-FF5tka—6— (1-EFaFvFN) —1-AFN
Lo, 4—uAxvEFIYY (LAME0)

EHM 5 0 TERONILA 6 3, 200.0ng(0. 4lmmol) % A ¥/ —/k3nl B&
U7 ook Adnl OBRSERICERL. ChICBEEOKRILE>RF MUY
LAMA. 60°CTI0NMME Lz, BEltk, RIGHEITKEMA, JuaRVLT
i Lo HREA RS, SRS, EEARERE L. BEICT—FVEMA.
LR AN, RS EIckD. {LAY6 0 £146. 4ng  (INET3E )
Bk R s LTE 1,
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'H-NMR(CDC1.) & (ppm): 8.67(s, 1H), 8.19(d, 1H, J=2.0Hz), 7.76(dd. IH, J
=8.5, 2.0Hz), 7.24(s, 1H), 7.19(d, 1H, J=8.5Hz), 7.18(s, 1H), 5.32-5.24
(m, 1H), 5.01(Cq, 1H. J=6.3Hz), 4.34-4.30(br.-d, 2H), 4.03, 4.01, 3.60(%&
% s, 3H), 3.22-3.00(m, 4H), 1.87-1.82(br.-d, 2H), 1.53(d; 3H, J=6. 3HZ)..
[R(KBr tab.) (cm''): 3400(br), 1703, 1647, 1504, 1212,
mp (L—FJV): 215-217°C
EHEH 9 0

83— [1— (6, T—-VAIFY—4—-FFJVYZ)) —4—-ERXRY V)]
-1, 2, 3, 4—=FbP5EFo—-6—- (2-tFmFy—2-7T0EN) —1
—AFN=2, 4=VAFVFFVY Y ({LAEWE 1)

FMCERR L2t bt Y v 4246, 5mg (L. Onno )2 TH F 3ml IZBE L. Jhuc
T AREBRTAFAT Ry AT FOTHF (1M) @il %
Mz . ERT1EBEERLL, JHICER S5 0 TEoNLaY 63, 245 Omg
(0.50mmol) O THF5nl AHAEBTF L. S OWKERTIKEERL. BFE
DEFET v By LKBREMATRIGEZRT L. BIGEEZ 7 o aRVLT
il L. BREERE. LRE. BEZREBEL BREZYIVATNVAS
Lo brS574— (BREEE: 7uak)VL/ A% )—==100,/1) T
BRI T—FUhOBERRTAIEICED. LA 6 1 278, 8mg (NR3LK )
HEERE L TE

'H-NMR(CDC1s) & (ppm): 8.67(s, 1H), 8.28(d, 1H, J=2.5Hz), 7.90(dd, 1H, J
=90, 2.5Hz), 7.24(s, 1H), 7.19(s, 1H), 7.17(d, 1H, J=9.0Hz), 5.29-5.24
(m, 1H), 4.35-4.30(br.-d, 2H), 4.03, 4.01, 3.60(%~ s, 3H), 3.23-3.00
(m, 4H), 1.87-1.82(br.-d, 2H), 1.63(s, 6H).

[R(KBr tab.) (cm™'): 3500(br), 1703, 1647, 1501, 1472, 1427, 1030, 984,
mp (Z—F): 234-236°C
EHEf 9 1

6 —HNEFY—3—[1— (6, T-VAMFY—4—=FFYYZ) — 4
—ExRYv=ZN] -1, 2, 3, 4—=FFSEFO—1—AFN=2, 4-UF

7 6
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FyFFyY Y (LEWME 2)

EHH 5 0 TEONALEW6 3, 245.0mg(0.50mmol) %=1, 4 —VAFH
3omlB LU/ moALASnl OREGEFEICERL. INE 2 REKELLF MUY
LkiEHSN] BLU 1, 4—UAFHrinl ORESERIOKSTRSRO. 15n1% M
ZTHABL - RERERAR(Gmol) ITMA 7, ERT—EBRARK. RISKIC
AEEEBAMATENL, Z7oakVATHE L., ERELZRE. LBE.
BEABREZE L, REICT—TNhemA. LR EZER, 28952
Ltk {bAME 2 252, 4ng (K21} ) HEERE LTH/.
'H-NMR(DMS0-ds) & (ppm): 8.73(s, 1H), 8.57(d, 1H, J=2.0Hz), 8.23(dd, IH,
J=8.5, 2.0Hz), 7.53(d, 1H, J=8.5Hz), 7.30(s, 1H), 7.24(s, 1H), 5.35-5.20
(m, 1H), 4.68-4.63(br.-d, 2H), 3.98, 3.95, 3.54(% 4 s, 3H), 3.45-3.30(m,
2H), 2.80-2.65(m, 2H), 1.90-1.85(br.-d, 2H).

IR(KBr tab.) (em™'): 3400-2800(br), 1706, 1657, 1608, 1510, 1501, 1210.
mp (= —FJV): 230°C (&%)

EHifl9 2

6—73I/—-3—[1— (6, T—-YAPFY—4—-FFVYZJ)V) —4-F
RYyv=)] -1 —-=FN—-1, 2, 3, 4—Fbr5kkFu—-2, 4-UFFV
FFJ) v (ka6 4)

L&y 1 IcRATERA 2 T LNk 2, 5 6g(11 Immol) &AW 5 LIS
3. EREF 1 4 OFEICELT, L&Y 6 4 %3, 4g (NR64% ) BRERLLT
Bl
'"H-NMR(CDC1,) & (ppm): 8.68(s, 1H), 7.49(m, 1H), 7.28(s, 1H), 7.21(s, 1H),
7.04(m, 2H), 5.32-5.23(m, 1H), 4.37-4.33(br.-d, 2H), 4.13(q, 2H, J=T7.0Hz),
4.08, 4.01( &% s, 3H), 3.23-3.01(m, 4H), 1.88-1.83(br.-d, 2H), 1.33(t,
3H, J=T.0Hz).

IR(KBr tab.) (cm™'): 3410, 1695, 1645, 1506, 1333, 1244.
mp (Z—FJV): 243-145°C

T 1
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ErEgl 9 3
§—TEFATI/)—3—[1— (6, T—YVAMFY—4d—FFJYZ)
—4—ERYY=L] -1 -zFN-1, 2, 3, 4=FhFEFE-2, 4-
UAFVFFY Y (LEWE 5)

el 9l ATERE 9 2 TEONLEW6 4, 300. 0mg(0. 63mmol) %
BAUWALIAR, S 2 0AEICELT, L&Y 6 5 %248.6ng  (NERT6Y ) H
BRRE LTER

'"H-NMR(CDC1.) & (ppm): 8.67(s, 1H), 8.25(dd, 1H, J=8.9, 2.5Hz), 8.00(d,
1H, J=2.5Hz), T7.67(br.-s, 1H, NH), 7.34Cs, 1H), 7.18(d, 1H, J=8.9Hz),
7.18(s, 1H), 5.32-5.23(m, 1H), 4.43-4,38(br.-d, 2H), 4.17(q, 2H, J=7.3H2),
404 4.01( &% s 3H), 3.26-3.17(¢br.-t, 20), 3.11-2.98(m, 2H), 2.23(s.
3M), 1.89-1.84(br.-d, 2H), 1.35(t, 3H, J=T.3Hz).

IR(KBr tab.) (cm™'): 1690, 1660, 1649, 1502.
mp (BEBETF): 203-206C
EHEfl 9 4

3— [1— (6, T=UAMFY—4—FFJ/VZN) —3—-AFN—4-F
~NYyv=] -1 —-xFN—-1, 2, 3, 4—FbS5EFu—-6-—=to—2,
4 =VAFVEFVY Y VTRFUAT—REY (LEW1 0 3)

ke alcRA T3 — (1 —ZbFYANRZINAN=3 - AFIN—4-EXYY
=) —1—-xzFMV—1, 2, 3, 4=FF3EFo—-6—-—=pp—2, 4V
FEvEFVYY (kAWK Kk : VT AFUAT—REY) 210ng(0. 52mmol) %
Bl B DU . EH6HI 1 5 OFEICHELT, 1 —TF—1, 2, 3, 4—FF
SERE—8— (3—AFN—4—-EXRYY=Z)V) —6-=to—-2, 4-UF
FVEFVY Y BIKEREOHERYE2030g Blco TNEZDTEAL,
EHF 1 5 OFEICELT, L&Y 1 0 3 %193ngURET2H 6 : 4DV T ATV
T<w—BeEMmELTES

'H-NMR(CDC1.) & (ppm): 9.09(d, 1H, J=2.6Hz), 8.69(s, 1H), 8.51(dd, 1H, J
=9.2, 2.6Hz), 7.35(s, 0.6H), 7.32(d, lH, J=9.2Hz), 7.29(s, 1H), 7.17(s,
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0.4H), 5.25-5.15(m, 0.6H), 5.1-4.8(m, 0.4H), 4. 45-4.1(m, 4H), 4.04(s, 3H),
4.02(s, 1.8H), 4.01(Cs, 1.2H), 3.7-3.4(m 1.2H), 3.3-3.15(m 1.4H), 3.0-
2.8(m, 0.8H), 2.55-2.45(m, 0.6H), 2.0-1.8(m 1H), 1.41(t, 3H, J=7.3Hz),
1.27(d, 1.8H, J=7.3Hz), 0.90(d, l.2H, J=T7.0Hz). .

IR(KBr tab.) (cm '): 1716, 1666, 1613, 1573, 1525, 1452, 1331.
EHE#l 9 5

3—[1— (6, T-YArFV—4—FFJIYVZN) -3 -ZTFNV—4-F
~Yyv=)] -1, 2, 3, 4—FbrSEFa—-1-AFN—6-=bu—-2,
4 —DFFVFFVY Y UTAFTULAT—REN (L1 0 4)
temalcfiT3— (1 —Z bFVANEIN—-3 —ZF V-4 -EXRY Y
=V -1, 2, 3, 4-FhrSERo-1—-AFNV-6-—=bo—-2, 4=V
FEVEFVY Y (bEWL L VT AT UAT—EAY) 61 Img(0. 15mmol) %
BWaPAiz, £l 5OFKICELT, 3—- (3 —2FNV—4-EXRYIZ
M) —1, 2, 3, 4—FhSEFp—-1—-AFV—6—-—=tm—-2, 4-UF
FVFFVY Y BAKEBREOHERMET. ngBlc, INEZDETHL,
ERP 1 5 OHEICHELT, ka1 0 4%30.4mg (R 6 : 4DV T AT
VA<—ReE L TR,

'"H-NMR(CDC14) & (ppm): 9.09(d, 1H, J=2.4Hz), 8.70(s, 0.4H), 8.65(Cs, 0.6H),
8.53(dd, 1H, J=8.9, 2.4Hz), 7.41(s, 0.6H), 7.33(d, 1H, J=8.9Hz), 7.32(s,
0. 4H), 7.25(s,‘0.6H), 7.17(s, 0.4H), 5.35-5.25(m, 1H), 4.45-4.25(m, 2H),
4.05(s, 3H), 4.03(s, 3H), 3.68(s, 3H), 3.8-3.5(m, 2H), 3.5-3.25(m 1H),
2.25-2.15(m, 1H), 2.0-1.8(m, 1H), 1.7-1.5(m 1H), 1.5-1.3(m, 1H), 0.92
(t, 1.2H, J=T7.4Hz), 0.80(t, 1.8H, J=T.4Hz).

[R(KBr tab.) Ccm™'): 1711, 1657, 1605, 1505, 1425, 1324,
EHEfl 9 6 |

83— [1— (6, T=YAMFY—4—FFVI=)NV) -3 -—ZTFN—-4-F
RYyv=)] —-1-xF)V-1, 2, 3, 4—5Fb5bfu-6, §-Y=tno
—2, 4=VFFVFFISY L VTRAFUAT—REYH (UkEH105)
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fka®alcRi T3 — (1 —ZbFVANRZNV—3 —ZF)V—4-EXY Y
V) —1—xFN—1, 2, 3, 4—F+5Fu—-6, §-v=tm—2,
4—91%7#%7UV(ké%mm:VTX%Dﬁv—ﬁé%)Bzmﬂ&%
mol) ZRAWVALIA L. EMEFI L 5 OHEICELT, 1-2FV-3- (3—-=
Fl—d—ERYVZA) —1, 2, 3, 4=FF5EFE-6, §-U=tm
—2, 4=UFFVFFVI Y  BALKRBRIEOHERY Z164.90¢ [t T
ZEQE TRV, ERG L 5 OFEICELT, LAY 1 0 5 %75, 8ng (YNE38K)
7T:38DYVTAFVAT—REME L THR
'H-NMR(CDC1,) & (ppm): 9.24(d, 1H, J=2.5Hz), 8.72(d, 1H, J=2.5Hz), 8.67
(s, 1H), 7.34(Cs, 0.TH), 7.30(s, 0.3H), 7.22(s, 0.7TH), 7.16(s, 0.3H), 5.25
-5.15(m, 0.TH), 5.0-4.85(m, 0.3H), 4.5-4.3(m 2H), 4.15-3.9(m 3H), 4.04
(s, 3H), 4.03(s, 3H), 3.6-3.1(m, 1.4H), 3.1-2.7(m 0.6H), 2.3-2.15(m, 1H),
2.0-1.85(m, 1H), 1.8-1.6(m 1H), 1.5-1.3(m 1H), 1.33(t, 2.1H, J=6.9Hz),
1.21(t, 0.9H, J=6.9Hz), 0.93Ct, 0.9Hz, J=T.4Hz), 0.80(t, 2.1H, J=T.2Hz).
IR(KBr tab.) (cm™'): 1724, 1674, 1614, 1542, 1498, 1448, 1333,
EHEHI 9 7
g Al

WL D, RO, S B8R ZERL 7

EHfl 4 1 TERONILEW S5 0, 100g. 57 b— 2226, 8gB LU EHETA
gh%g%ﬁéb\:nutFu#yanWtwn—X@W%m%ﬁmw%m
Zi. CORSUAEERCLVEAL. B L TERI k. B LITRAR
WLt cHICATFTY VBT 7R YT LL2gAMATRAL. B 8mDiF%
b o 723ThEME (F7KAEBIRT-15 &) TITHEZIT-> T, $E& (18EH 0 iEERS
S0mgEEETH) ERT.

8 0
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VU7 (=X I 5 0 mg
77 F—=2X 113. 4mg
EIETASA 3 Omg
ENoFrroElelo—X 6 mg
ATFTV VB IR L 0. 6mg

20 0mg
EHEHI9 8
$E Al

BHEICLD ., ROMBEI S 55H 2 ER L 7.

BEF 6 TRONBLAW2 4, 100g. 57 b—R226.8gB LUV EHETAS
AB0g ARE&L. CHICERBF Y7o Lo —2D10%KEK20g%MA
o COBRBYMEREICLOBE L, B L TERIEck, Bl LTS R B
Elto CRICRTTY VBT /XYY LL2QAEMATESL, B8mOK%:H
- 72 3T8EHs (FH/KALBIRT-15 B) THSEZIT-> T $E&I (1 8Ed 72 D EHR S50
mgE=a8HT5) 2Ho

L1y I | A=/ A 5 0mg
F7 F—A 113, 4mg
EHETARA 3 0mg
ERoFryr7obElstelo—X 6 mg
ATTY VBRIV T L 0. 6mg

20 0mg
ZEH 1

6—73I/)—-3—[1— (6, T=YAIFV—4—-FFV V=) —4-F
RYv=)N] -1, 2, 3, 4—Fbr3kbFu—-2, 4-UFFUFF+JI
(k&1 9)

k& LiIcRATLEY 2 4, 450. 0mg(0. 94mmol) Z MW B LIS G, EHEH14
DHEICEL T, LAY 1 9 %2150, omg (LR35, 6 HEHER & LTHE,
'H-NMR(DMSO-ds) & (ppm): 10.99(s, 1H, NH), 8.56(s, 1H), 7.23(s, M), 7.15
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(s. 1H), 7.13(d, IH, J=T.4Hz),6.93-6.89(m. 2H).5.40-5.05(br.-s. 2H. NH.),

5.20-5.05(m. 1), 4.36-4.32(br.-d. 2H), 3.95(s, 3H), 3.93(s, 3H), 3.22-

3.12(br. -t, 2H), 2.95-2.82(m, 2H), 1.75-1.71(br.-d, 2H).

IR(KBr tab.) (cm '): 3430, 3356, 1711, 1655, 1509, 1351, 1216.

mp (Z—5Jb): 278-280°C

ZZH) 2
6—TEFATI/)—3— [1— (6, T=YAPFV—4—FFVIYZ))

—y—ERYU=ZN] -1, 2, 3, 4—FPFSEFE-2, 4-VUXFVFF

JU v (ka2 0)

220 1 TEONEEY 19, 100mg(0. 22mmol) % ¥ 7 mw A ¥ v 10mlITERE
L. CAUC Ry ZF A7 3 0. 06ml (0. 45mmol) 5 & UMEZKEFEX0. 02m1 (0. 24mmol)
AMA. SETEBEEBRLL, RIBKISKEMA, ZooR/VATHEL. B
BWEA R, BB U, BAEYEER. SonimRmc—7vemA. il
FERAERTACEickD, {bAW2 0 %69, Ing (RFAHBEEREELTE
7o
'"H-NMR(CDC1,) & (ppm): 9.90(br.-s, 1H, NH), 8.66(s, 1H), 8.03(s, 1D,
7.97(d, 1H, J=8.4Hz), 7.25(s, 1H), 7.15Cs, 1H), 6.97(d, 1H, J=8.4Hz),
5.35-5. 25(m, 1H), 4.40-4.35(br.-d, 2H), 4.01(s, 3H), 3.97(s, 3H), 3.27-
3.18(br.-t, 2H), 3.09-3.01(m, 2H), 2.20(s, 3H), 1.84-1.80(br.-d, 2ZH).
IR(KBr tab.) (cm™'): 3400, 1711, 1663, 1504, 1430.
mp (=—FJb): 249-250°C
ZEH| 3

T—%ap—38— [1— (6, T=YVArFY—4—FFJYZ)) —4-F
RYv=] =1, 2, 3, 4—FhSEFR—2, 4—VFFYFFIIY
(ke&wme 1)

katalcfRiTcTi—sua—3— (1-TbFVANFZN—4-EXYY
=N —1, 2, 3, 4=FF5kFa—-2, 4-UAFVFF+VIY v (ILED
e) 110.0mg(0. 3immol) A AW AYA L, EMF 1 SOHFEICHELT, T—-710

8 2
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o—1, 2, 3, 4—FPF5EFO—2, 4-UXFY-3—- (4-EXYV=
W) FFYY v BALKEBEOHARY %86, 3ng7c. TNZT6. 2ngAL. £
Hifl 1 5 OFEICELCT, LA 2 1 %61 3ng (NE48.2DBEERE L TE
'H-NMR(DMSO-d,) & (ppm): 11.42(s, 1H, NH), 8.55(s, 1H), 7.92(d, IH, J=8.4
Hz), 7.925-7.21(m, 2H), 7.18(s, 1H), 7.15(s, 1H), 5.12-5.06(m, 1H), 4.35-
4.30(br. -d, 2H), 3.94(s, 3H), 3.92(s, 3H), 3.21-3.12(br.-t, 2H), 2.83-
2.78(m, 2H), 1.78-1.74(br.-d, 2H).
IR(KBr tab.) (cm '): 1718, 1668, 1607, 1477, 1347,
mp (Eefg T F IV ——FI)I): 217-279°C
ZEb| 4

3— [1— (6, T—-VArFVy—d4—FFVVZN) —4-EXRYIZ)]
-1, 2, 3, 4—=FrSEFO—6—-AFNLV—-2, 4-VFFVFFJ IV
(kg2 2)

ke alcRZAT3— (1 —Z bFVANRZNV—4—-EXRYIZIV) —1,
9, 8, 4—FFSEFO—6—AFN—2, 4-UAFVFFJ/ U (LEY
£) 1.0g(3..02mmol) Z AW B RIS . EMHI 1 5 DAEKICELT, 6 -4 FIV—
3— (4—ERYI=N) —1, 2, 3, 4—Fr5tFp=-2, 4-VUXFV
#+70>-ik*iﬁﬁ@ﬁ$ﬁ%%m&Mg%to:n%%amgmm{%
Wl 1 5 DHEICELT, (L&Y 2 2 %2356, Img(NETT. 6 AR L L TR,
'H-NMR(CDCI,) & (ppm): 8.93(s, 1H, NH), 8.69(s, 1H), 7.92(s, 1H), 7.42(d,
IH, J=8.5Hz), 7.34(Cs, 1), 7.19(s, 1H), 6.92(d, 1H, J=8.5Hz), 5.35-5.20
(m, 1H), 4.43-4.38(br.-d, 2H), 4.04(s, 3H), 4.00(s, 3H), 3.29-3.19(br.-t,
9H), 3.13-3.04(m, 2H), 2.41Cs, 3H), 1.89-1.84(br.-d, 2H).

IR(KBr tab.) (cm™'): 3400, 1712, 1621, 1503, 1430.
mp(DMF—7k): >280 °C
ZEH 5

§—spom—38—[1— (6, T—YUAMFY—4—FFYYZ)) —4-F
Ryv=)] -1, 2, 3, 4—FbrSkbFp—-6—=to—-2, 4-VFFV

8 3
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F+)r (bE®2 3)

tetalcfkiT8—/soo—3— (1 - bFIANMKZNV—4-EXRY Y
;w)—l,2,3,4—%#5EFU—6—:FU—2,4f9ﬁ#v#+f
Yy (k& g) 700.0mg(L. 77mmol) Z WA LIS G, EMH 1 5 DAEICEL
<. 8—%uvwwo—-1, 2, 3, 4—FrStfFo—-6-—=tm—-2, 4-UFF
J—3— (4—ERYVZL) FF+VU Y BIAOKKBEEOHEERY % 462. 2ng
Bi. ZhA300.0mg V. ERFI L 5OFEICELT, L& 2 3 2330. 8mg
(INER56. SHKBRER E L TR,

'H-NMR(CDC1;-DMSO-d«) & (ppm): 8.87(d, 1H, J=2.5Hz), 8.64(s, 1H), 8.50(d,
I J=2.5Hz), T7.929(s. 1H), 7.18(s, 1H), 5.26-5.17(m, 1H), 4.44-4.39(br.
-d, 2H), 4.04(s, 3H), 4.01(s, 3H), 3.28-3.19(br.-t, 2H), 3.12-3.02(m, 2H),
1.90-1.86(br. -d, 2H).

IR(KBr tab.) (cm™'): 1723, 1663, 1619, 1509, 1342

mp (Z—F/): >280 °C

£EH 6

3— [1— (6, T—-VAIFY—4—FFVVZN) —4—-EXRYIZJV]
—1, 2, 3, 4=FFSEFu—-6—=to—2, 4—VUFFVFFVIY
(k&wme 4)

1, 2, 3, 4—FbF5Efu—6-—=to—2, 4-VFFV-3—- (4-
ERY V=) FF+Y v - BIbkERES. 02(8. 09mnol) 2= DM F 150ml (CiE#E
L. chucd—2ouo—6, T—Y4rFvFFry Y /1706 09mol) & L TEK
Beh Y Ll 1g(24mnol) & MA . 80°CT 2 BRREIME L /oo BUBIRICKZMA. 7
ooRNLTHE L. BRELAEKTRE. LR LU, BEBER. REICT
5 ) —NBLUZ—FNEMA, FHLULAEREZERL. ChEL-TLTHRE
T3tk LA 2 443 28gUNESNHERZEE LTHER.
'H-NMR(DMSO-ds) & (ppm): 12.01(s, 1H, NH), 8.67(d, 1H, J=2.5Hz), 8.55(s,
1), 8.45(dd, 1H, J=9.0, 2.5Hz), 7.34(d, 1H, J=9.0Hz), 7.23(s, 1H), T7.15
(s, 1H), 5.09-5.04(m, 1H), 4.37-4.32(br.-d, 2H), 3.95(s, 3H), 3.93(s. 3H),
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3.927-3.23(br. -t, 2H), 2.87-2.78(m, 2H), 1.81-1.77(br.-d, 2H).
IR(KBr tab.) (cm '): 1721, 1661, 1506, 1484, 1446, 1338.
mp (Z—F)b): 290-292°C
ZEBT
8—rou—3— (l—-hFVvANKZN—4-EXYY=ZN) -1, 2,
3, 4—FFSERO—1—-AFN=2, 4=-VUAFVYFFI IV (ke a)
ke 2 4ickz T8 —snu—3— (1 - hFVANFZNV—4-EXY
=N —1, 2, 3, 4—FrS5ktfu—-2, 4A-VFFVFFVY V20
(5.69mmo ) 2 A VW A LIS . EHEH | OFEICE LT, LAY a %890. Ong (YL
BNEEFEREME L LTHE.
'H-NMR(CDC1,) & (ppm): 8.11(dd, 1H, J=7.5, 1.5Hz), 7.65(dd, 1H, J=7.5,
1.7Hz), 7.18(dd, 1H, J=7.5, 7.5Hz), 4.99-4.93(m, 1H), 4.43-4.21(br.-s, 2
H), d4.14(q, 2H, J=7.5Hz), 3.80(s, 8H), 2.95-2.85(br.-t, 2H), 2.73-2. 60(m,
oH), 1.67-1.62(br.-d, 2H), 1.27(t, 3H, J=7.5Hz).
&R 8
3— (11— pFvANMREZNV—4-EXRYY=ZN) -1 —FN-1, 2,
3, 4—FrSEFRO—6—AFN—2, 4—VUFFVFFVIY Y ({LEH#D)
ke 4 1cfhiTs3— (1—ZbFyAMRZV—4-EXRYVZIL) — 1,
9, 8, 4—FFSERO—6—AFN—2, 4=VUFFVFFV I ({LED
£) 1.0g(3. 02mmo) AV, I fbA FUICRITIVIZFLVERVBLUAR
SR 1 DHIEICE LT, L&Y b %855, Ing UNRTIM HEFEER & L TR,
'H-NMR(CDCl4) & (ppm): 7.99(d, 1H, J=1.5Hz), 7.46(dd, 1H, J=8.0, 1. 5Hz),
7.07(d, 1H, J=8.0Hz), 5.16-5.05(m, 1H), 4.41-4.25(br.-s, 2I), 4.18-4.10
(m, 4H), 2.96-2.63(m, 4H), 2.40(s, 3H), 1.66-1.62(br.-d, 2H), L. 32(t, 3H,
J=7.9Hz), 1.27(t, 3H, J=T.2Hz).
ZEH 9
3— (l—xrFvplEz—4—EXRYY=N) -1, 2, 3, 4=FFh
5tFu—6—x%w—z,4ey¢#v—1—7uew#+70y(mé%c)
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k&2 41t A T3 — (1l —Z bFVUANRZIL—4—-EXRY I — 1,
2 3,4—?h5tFD—6—X?w-2,4—9%#7#%7U7(ﬂé%

~ 9

£) 1.0g(3. 02mmoD &RV, IvfbAFNVIERATIVAT o EVERVSLS
3. ERH L OFEICELT, LA c %21 09g(RITHEBHMRY & L TR,
'H-NMR(CDC1,) & (ppm): 7.99(d, 1H, J=1.5Hz), 7.45(dd, 1H, J=8.0, 1.5Hz),
7.04(d, 1H, J=8.0Hz), 5.16-5.07(m, 1H), 4.46-4.25(br.-s, 2H), 4.14(q, 2H,
J=7.0Hz), 4.05-3.99(dist.-t, 2H), 2.96-2.63(m, 4H), 2.40(s, 3H), 1.81-
1.61(m, 4H), 1.27(t, 38H, J=7.0Hz), 1.02(t, 3H, J=T7.3Hz).

BEP1 0 "

§—2s7om—3— (1—-ZbhFYANRZNV—4-EXRY VL) -1, 2,
3, 4—FFSkEFRo—1—-AFN—6-—=tbu—2, 4-VFFVFFV IV
(b&®d) .

k&2 4tz T8—7nu—3— (1 —T bF ARV —4-EXRY
v=N) -1, 2, 8, 4—F bS5k bFp—6—=tu—-2, 4-VUFXFV/FF
VYUY (A e) 1 1g(2. TTmmol) 2 AWV 2RISR, EHE] 1 OFEICE LT,
{b&% d %259, 8mg (N2 BEER E L TR,

'H-NMR(CDC1,) & (ppm): 8.95(d, 1H, J=3.0Hz), 8.51(d, 1H, J=3.0Hz), 4.99-
4.94(m, 1H), 4.35-4.31(m, 2H), 4.15(q, 2H, J=7.0Hz), 3.86(s, 3H), 2.90-
2.80(br. -t, 2H), 2.69-2.55(m, 2H), 1.68-1.63(br.-d, 2H), 1.28(t, 3H, J=
7. 0Hz).

ZEH|1 1

3— [1— (6, T—=YAMFV—4—FFYYN) —4-EXRYIZ)V]
-1, 2, 3, 4—FFSEFRE—-5—-AFNV—-2, 4=-VFFVFF+JYV
(b&# 1 0 0) |

fbeMalcRAT3— (1 —Z hFVANKRZN—4—EXRY V) — 1,
29, 8, 4—FPSEFU—-5—AFN—2, 4-VFFVFFV UL (ILEY
nn) 1.00g(3. 1Tmmol) =W BLIAIE. EHF 1 5 DOAEICELT, 1, 2,
3, 4—FFSERE-5—AFN—-2, 4-VFFY-3—- (4-EXRYI=Z
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L) FFUY Lo BAOKEREOHRERY 2854, Ing B7co T %850.0mg AL
EWHH 4 0 DHEICELT, (L&MW1 0 021 02gUNETHABKEE LTHE I,
'H-NMR(DMSO-ds) & (ppm): 11.2(br, 1H, NH), 8.56(s, 1H), 7.46(dd, IH, J=

8.2, 7.5Hz), 7.23(Cs, 1H), 7.15(s, 1H), 7.01(d, 1H, J=8.2Hz), 6.97(d, IH,

J=T.5Hz), 5.15-5.05(n, 1H), 4.36-4.31(br.=d, 2H), 3.94, 3.92( &% s, 3H),
3.18-3.12(br. -t, 2H), 2.82-2.78(m, 2H), 1.75-1.71(br.-d, 2H).

IR(KBr tab.) (cm™'): 1708, 1661, 1505, 1477, 1352.

mp (#% /) —)v—7K): 283-284°C (53#%)

ZEH1 2

35— [1— (6, T—VAPFY—4—=FFJYZN) —4-EXRYIZ)V]
—1, 2, 3, 4—FhrSERp—8—AFN—2, 4=VFFVFFVIV
(k&1 01)

k& aicRAET3— (1 —ZbhF ARV —4—EXRYDZIL) — 1,
2, 3, 4—FFSERNE—8—AFN=—2, 4—VUFFVFFVY L (L&Y
00) 1.00g(3.17Tmmol) % HWALIA L. EMEH 1 5 DHEICELT, 1, 2,
3, 4—FFSERE—8—AFN—2, 4—VUFF/—3— (4-EXRYI=
L) FFYY v Bk RERE O A RY F960. 0mg Bico TH%900.0mg AW,
EHH 4 0 DHEICELT, (L& 1 0 1 21 09g(REEZHBHEER L LTER.
'H-NMR(DMSO-ds) & (ppm): 11.4(br, 1H, NH), 8.56(s, 1H), 7.80(d, 1H, J=8.0
Hz), 7.48(d, 1H, J=7.0Hz), 7.23(s, 1H), 7.14(s, 1H), 7.10(dd, 1H, J=8.0,
7.0Hz), 5.20-5.00(n, 1H), 4.35-4.31(br.-d, 2H), 3.96, 3.92( &% s, 3H,
3.22-3.13(br. -t, 2H), 2.87-2.83(m, 2H), 1.78-1.75(br.-d, 2H).

IR(KBr tab.) (ecm™'): 1706, 1651, 1506, 1418.
mp (A% /) —Jv—7K): 267-268°C (&%)
£EHI1 3

83— [1— (6, T-VAMFY—A4—FFVVZN) —4-EXY TVZ)V]
-1, 2, 3, 4—FFSEFp—6-—tfoFr—2, 4-UFFVFFVY
v (k&1 0 2)
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ke#aickziTs— (1l - bF AR N—4-—EXRYIZI) — 1,
9. 3, 4—FrSEFRE—6—APFV—2, 4A=VUFFVFFVI Y ({LE
%DD)WQ%HLMWN)%%V%Qﬂﬁ\%ﬁ%lS@ﬁ%KﬁUT\1.
9,3, 4—FFSEFp—6—-EFpFy—-2, 4-VFFV-3- (4-F
RYUZL) FFVY v BAKEREOHERY %338, 6ngiflco TN 7%330.0
mgA . EMEH 4 0 DHEICEL T, L&Y 1 0 2 %362, Omg RKSTH) HBAEE
& LTHE,

'H-NMR(DMSO-ds) & (ppm): 11.1(br, 1H, NH), 9.58(s, 1H, OH), 8.54(s, 1H),
7.928(d, 1H, J=2.5Hz), 7.22(s, 1H), 7.15(s, 1H), 7.10(dd, 1H, J=9.0, 2.5
Hz), 7.02(d, 1H, J=9.0Hz), 5.14-5.05(m, 1H), 4.35-4.31(br.-d, 2H), 3.95,
3.93( &% s, 3H), 3.21-3.11(br.-t, 2H), 2.91-2.79(m, 2H), 1.75-1.71(br.
-d, 2H). ‘

IR(KBr tab.) (cm '): 1703, 1662, 1506, 1482, 1433.

mp (Z—FJV): 297-298°C (53#)

ZEH1 4

3—[1— (6, T=UArFY—4—FFJVZI) —3—FFNV—4-F
&Uv:w]—l,2,3,4—%%5&Fn—6—:bu—2,4—91#v
¥y VFTRFUAT—REY (L& 0 6)

b alcRA T3 — (1 - hFYANRZN=3 - AFI—4-EXYY
=) =1, 2, 3, 4A—FbrSktfp-—6—=tu—-2, 4-UFFVFFY
Y (td¥aqq: YT RAFUAT—RAY) 500ng(l. 33mmol) & FI\ 3 LIS,
E=HF 1 5 DAEICELT. 1, 2, 3, 4—FbFEbRO—-3—- (3-AFI
—4—ERYVZNV) —b—=bu—2, 4=Vt FVFFJY v BILKRR
HOBEARY %514, 3ng B, TNE254.3mg AW, EREF 1 5 OFEKICELT,
1b&#1 0 6 %100 5mg(R3IN T : 3OV T AT VAT —EEYLELTHL.
'H-NMR(CDC1,) & (ppm): 8.97(d, 1H, J=2.6Hz), 8.68(s, 1H), 8.38(dd, 1H, J
=9.1, 2.6Hz), 7.31(d, IH, J=9.1Hz), 7.28(s, 1H), 7.17(s, 1H), 5.2-5.1(m,
0.3H), 5.0-4.7(m, 0.7TH), 4.45-4.2(m, 1H), 4.06(s, 3H), 4.02(s, 0.9H),
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4.01(s, 2.1H), 3.65-3.4(m, 1H), 3.3-3.1(m 2H), 3.0-2.85(m 1H), 2.0-1.8
(m 1H), 1.22(d, 0.9H J=6.9Hz), 0.92(d, 2.1H, J=1. 4Hz).

IR(KBr tab.) (cm '): 1726, 1675, 1511, 1480, 1433, 1338.

ZEH1 S

3—[1— (6, T—YAPFY—4—FFVVYZN) -3 -Z2FN-4-F
Ryv=n] -1, 2, 8, 4—FF5tFu—-6-—=tu—-2, 4-VAFY
FFVY Y VTARFUAT—RAEY (L&®W107)

e aicRiT3— (1-ZbFVANKRZN=3 -—ZFN-—4-EXRYY
=) -1, 2, 8, 4—FFr5EFu—6-—=tm—2, 4-UXFVFFY
Uy (b&8irr : VT AFLAT—EEY) 300mg0. TTmmol) &R\ 5 LIS E.
=Wl 5DOBEICELT, 3— (3—ZFNV—4-EXRYI=N) —1, 2,
3. 4-FhS5EFn-6-—=tu—2, 4—VUFFVFFVY v BIKKE
WM ERY % 31508 Blo CNEZDEEAV. EHEF 1 5 DFEICELT,
ka1 07 %16Tng(NER43Y 6 : 4DV T RAFUAT—REML L TR
'H-NMR(CDC15) & (ppm): 9.03(d, 1H, J=2.6Hz), 8.72(s, 0.4H), 8.70(s, 0.6H),
8.46(dd, 1H, J=8.9, 2.4Hz), 7.33(s, 1), 7.24(s, 0.6H), 7.22(d, 1H, J=8.9
Hz), 7.18(s, 0.4H), 5.35-5.2(m 1H), 4.5-4.3(m, 2H), 4.03Cs, 6H), 3.6-3.4
(m 2H), 3.4-3.25(m 1H), 2.25-2.15(m, 1H), 2.05-1.9(m 1H), 1.8-1.55(m,
1H), 1.55-1.35(m, 1H), 0.92(t, 1.2H, J=7.3Hz), 0.78(t, 1.8H, J=7.4Hz).
IR(KBr tab.) (cm'): 1722, 1657, 1610, 1510, 1429, 1332.

BEH|1 6

§—[1— (6, T—=UArFy—4—FFJUZ) —3-EXRYIZIV]
—1, 2,3, 4—FrS5ERp—6-—=tu—2, 4-UFFVFFI/UV
Uka#108)

keaicRiT3— (1—ZhFyANMF= V-3 —EXY VL) — 1,
2, 3, A—-F M SEFRp—6—=to—2, 4—VAFvFF+JIU Y (LED
s s) 184mg(0.51mmol) ARV 3L 3. EHEFI 1 5 OFEICHELT. 1, 2,
3,4—%b5tFu—6—;bu~2,4—vﬁ$v—3—(3—f&uv:
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W) FFVY v BALKEBREOHAERNE1T3ng 872, CNEXDETTHL,
EHEHI 1 5 DFEICHECT, (LA 0 8 Z193mg (FB0K) B 720
"H-NMR(DMSO-d+) & (ppm): 12.01(s, 1H), 8.63(s, 1H), 8.54(s, 1), 8.44(d,
1H, J=8.9Hz), 7.32(d, 1H, J=8.9Hz), 7.20(s, 1H), 7.15(s, 1H), 5.25—5».‘05‘
(m. 1H), 4.2-4.05(m, 2H), 4.05-3.9(m, 1H), 3.93Cs, 6H), 3.1-2.9(m 1),
2.75-2.55(m, 1H), 2.0-1.8(m, 3H).
IRCKBr tab.) (cm''): 1724, 1667, 1610, 1503, 1481, 1429, 1333.
- EE LofH A aet |
ARBIcLE. 77/ Y VRDAHAEEERZE L. LHRESIVERE
EOREORIEE - 3EIBICERIRL, 2, 3, 4—FhSEFD—-2, 4=V
AFFFV) VEEEKE LR ZOEBEFNICHFESNGBELEIRD LT BE
FlERETEIENTE S,
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= sk o &#H B
1. R (I)
§ Y
2()Q¢N WL
R
R3 / ‘/I RS R8
N a (D
R
R4 N 'ko
RS R!

[Rip, R' 3k&E, B#d L REBROERT VF N, TITroVELRE
B L EEBRDOTSVFMEERL, R L RP . R BLXUR® BE—%1
BEB-TKE. NarFy, T/, E/ELRVEHTVFLT I/ BRT
WA ANT I/ =bo, vT7 /. Bib L BFEEROERTVFN, EF
oFy, ERTNIFY, ERTNVFNFA, ANVKFY BRTVIAF AN
Ko, BERTIVH ) AN, TIIVFNAFVELBBERT VA ANAEF V%
%L.R°.R'.R® BXUR® HA—FLHBU-TKE. £ Faty, B
b L RIEBBROERTVIFY, TSVFENLFVERTHM. BEDES 2O
MN—EIZR>TAF LY YAFVAERL, RVEKRELBERTVFLVERL.
YELUVZEA—%REN->TNEALRC-R" (R, R"IKKR, B#d
LS REBROEZTVFNE LRI 0F v ERT) 28T TRINEL1, 2,
3, 4—FFSERB—-2, 4—VFFVFFV UEEEILEBZOEEEN
KHEBRINBEEAEYRAETET T/ ¥ VRO AABEH,

9. Eko@wHIZ#HOL, 2, 3, 4-FrFFo-2, 4-VFFVF
FV Y VHREKTE LR ZOEBENICHEINIELEIRS &7 5 LHRE.

RIEHERIED T & 72 i3I8 Ao |

3. #Eko#E1@Z#HOL, 2, 3, 4-FrFEFp-2, 4-VFFVF
FV ) UEBKELEZORBENIIHFEINIRORNEZRETE LMD
BBLHRE. RAEEREDO T 3B RT .

4. BERO®E1ZFEOL, 2, 3, 4-FPFSEFE-2, 4-VFFVF
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FVY VHEEETE LI FOEBRENICHEINIBEOENEEZERETSI LD
525757 ) v vERODAKICERT 2RED T & 2 ldiBE T %o

5. DERE. REHREOTHE LIERICERLERENERIORED
rHOEKOEE IBHEDO 1, 2, 3, 4-FFSEFD-2, 4-VYFFVE
FV ) EEET LR TOEBEFNICHFEINSBOMER,

6. TF/)VVEROAACERYTZREOTH E 3ERICERTERFNM
R ORED - HDEROEH [ K& 1, 2, 3, 4—-Fr5kfe—-2, 4
— U FVFFYVY VHEEKTE LB ZOEBRENICHAESINSEOER.

7. QOFRE. REHEEOTHEZIEEDLHOFROHEME 1 THO 1,

2, 8, 4—Fbr5kFu=—-2, 4—-VAFVFFV) VEERELREZOER
FHICHFAEINBEDHER,

8. TF)VUROAAICERT ZREDTFHE /2I3BERDI-HDFERDEHE
13881, 2, 3, 4—F bS5k Fo—-2, 4=-VUAFVFF+V) VFEHEEFE
3T OEBENICHFEIN S EOHEM,

9. EE¥MIIHFAINAEEKEECEEFNCHFEINIBRETRICH S,

HEHBEOEROBE 1 Z#Ho 1, 2, 3, 4—F S5k bFo—2, 4—-VFFV
FFU) UEEKE B FOERBENCHBRINIEN LS. LERE. RIE
WIERE D FBE & 7o 3B ED 72 DR

10, BEE¥NICHFRINZBAEZCEBENCHFETINGRERECDH S,

BEMBEOHKROGHE 1 THo 1, 2, 3, 4—FrSkEku—2, 4-VUFFV
FFVY VEEAE LB ZOEBENIIFEINGENLLSE, 7T/ Y VED
RAHIERET BHREDO TR E 3B ED 12D OHRT.

11. R' k&, BHRLLLRFEBROBRTVFN, TUNELEBERSDL
CREBHBROTSVFNVEERL, R L R* . R BLUR® HRE—-FLEFRY
STKE NaFY, T, B)ELRVEBRTVFNT ) BRT VA
ANT ), =ba, VT, B L EFEBEROERT VFIV, ERnF Y,
EHETNIFY, BRTNIAFVANEZN, TIVFIVAFVELLRERT IV
A)ANEFVERL, R® BLUR® tick®ZRE&L. RT BLUR' 2|
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R AHEN-TE FOFLERRERTAIFLEEL, R UDKEERL,
YHRACHAEEL. ZANEZEL., 2, 4 -VAFUFFJ I UVBDOIMLEENRY
UUBO 4 A ERE L ERORE | RHOT 7/ ¥ VRO AR EER,
12. &ko&g@E |f#Ho1, 2, 3, 4—Fhr5kbe—-2, 4-VUFF+V
FrV Y UERKE BT OEEENCHES NAEEEIRS & T B LHRE.
KIEPRIED T % 72 (IS5 |

13. X (I—a)
10 N”Y'Z
R\'\N NS I R9
RZ O [
R3 /*)R6 RS .
N R (I-a)
N o
R5 I'{la

(Rep, R"EE#HRS L RFEBROBRT VFN, TAr=vEGERS L
REBROTINVFLERL. R VR VR VR CRPCRT VR
R®. R'. YLV ZRHILLABREERY) TRINB1, 2, 3, 4—-F
FSERm—2, 4—UAFVFF+V I UHFEEEAFLRIZOEEZNCFEIN
538,

14, R*2BH#S L RIEBBROBET VIV, TUNELZERD LR
BROTSVFELEEL. R . R* . R BXUR® BR—FERL->TK
B, s Y, T B)ERBVERTVFNT I BRT VA ANT
3. =bma, v7 /. Biab LA RBFEROBERT VFN, EFoF . ER
FhaAFy, BRTNIAFVANEIN, TIVFNLFERLBERT VA
AVAFvAEEL. R® BLUR® NickZREZL. R” BLUR® »E—%
FIRE-TE RV EBEETVIFERL, R'DKEEEL, YO
CHAEEL. ZANEEL. 2, 4—VAFVFFVIVUVBOIMLEERY VY
B4 AERE LEROHEHEL 3E#o 1, 2, 3, 4-FhF5Ebu—-2,
4—VFFVFFVY UEEERT LB ZOEBRENICHFEINSE,
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15. R" BLUR" 24 bFvA2ERTHKROFHE L 4@ 1, 2, 3, 4-
FRhSbERo—2, 4—-VUAFVFFVI) UVBEKTF LB ZTOEBENIIHES
h5i,

16, RUAESRSLREBROERT VENEETHROEHE 50O 1,
2, 3, 4—F bS5kt bfo—-2, 4—=UFFVFF+VY) UFERFLEIETOEE
ERICHFAEIN SR,

17. R* \ R* {\ R* BLXUR® E—F/cRBEL > TKERELRBEHRDLSC
BEBMOERT VFNERSTHEKRKOGEH] 6 THO1, 2, 3, 4-FTF5¢E
Ro—2, 4=UFxFVF+V ) VEERECEZOEBENIIHFESINSE,
18. R"BIUR® "AFLVEEL. R* . R BLUR® DkEERTHK
DERE 1 TE#EOL, 2, 3, 4—-FbPSkEbFE-2, 4-VXFVFFVIV
FEAK TR ZOEBRENIIHFEINSE,
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