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o000 oo b0 oo b oo b oo boDooooOood
0000000000000 O0O0O0O0O0ODO3xLUUOUOUOUOUODODODODD4000000
000000000 (12.0g, 00 :049.5%)00 00 mp: 1400 1420 ; *HO NMR(CDCl5, T
MS, ppm):8 7.67(s, 1H), 4.100 5.00(br, 2H), 4.35(q, J=7.2Hz, 2H), 1.37(t, J=7.2H
z, 3H).

ocooooao

ooooao

ogooodd

: :
. . N N
N\ /| + Etl—> N\ / + N\ P + N\ /

HO  COOEt Et-O COOEt HO COOEt Et=0O COOFEt

030 0000000000040 00000000¢R.9¢g, 25.1mmo)0DOO0O00ODOCG
.2 g, 37.7mmol)ODMF(60 ML) D D0 O0ODDDOO00O0C.90, 25.1mmol)DO0O0DODODO
000000000000 000D0D01200000000000000000004INDDO
O@om)DDD0O0O0DD0D0O0 00 mx 2)0000000000000 mlx 2)dO00
0000000000000 000D000000000D000000000D00000a0
000000000000 D0DO000D0O0O0O0D@oODO0OO00O0D0O0O0O0/Z0000=1/5)0
000000000000 030000000000040000000000000000
1.24 g; 00 : 26.8%; mp: 380 400 ; *HO NMR(CDCl;, TMS, ppm):& 8.000 11.00(br, 1H
), 7.88(s, 1H), 4.35(q, J=6.9Hz, 2H), 4.29(q, J=7-2Hz, 2H), 1.44(t, J=6_9Hz, 3H)
, 1.34(t, J=7.2Hz, 3{).0 03000000010 000000000400000000
000000 00.67g; OO : 14.5%; mp: 950 970 ; *HO NMR(CDCl5, TMS, ppm):& 7.80
0 8.80(br, 1H), 7.58(s, 1H), 4.32(q, J=7.2Hz, 2H), 4.02(q, J=7.2Hz, 2H), 1.47(t,
J=7.2Hz, 3H), 1.35(t, J=7.2Hz, 3H).0 0030000001000 000000040
0000000000000 000.16 g; 00O : 2.9%; *HO NMR(CDCl5, TMS, ppm):8 7.6
9(s, 1H), 4.32(q, J=6.9Hz, 2H), 4.24(q, J=7.2Hz, 2H), 3.99(q, J=7.2Hz, 2H), 1.45
(t, J=7.2Hz, 3H), 1.44(t, J=6.9Hz, 3H), 1.32(t, J=7.2Hz, 3H).0 00 0ODO
oooooao

ooooao

ooooao

0O O Me
N

Me=NHNH, + EtO OEt —» N

EtO HO  COOEt

00000000000 @7.0g, 245 mmol)D 00000 (@OmM)00O0C0O0O0C0O0O0

0000000000 (7.0g, 125 mmol)J 00000000 (5.75 g, 125 mmol)d O O
00006000200 000000000000000002N000 (500 mL)JOOOO

0000000000000 0000000000300000001000000000
D40 0000000000000 (2.3g, 00 : 57.7%)00 0 O mp: 1440 1460 ; HO
NMR(CDCl5, TMS, ppm):& 7.500 8.50(br s, 1H), 7.55(s, 1H), 4.32(q, J=7.2Hz, 2H),
3.77(s, 1H), 1.35(t, J=7.2Hz, 3H).
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ogooooao
opoobood
gpoood
O O Me
.N
Me—-NHNH, + FEtO | OEt —» N\ /Z
EtO HO  COOEt

000000000 (@.99g, 4.0 moD0DODO0O0OGOM)IOIODONNOIONODODOOOD
000000000000(8.68¢g, 41.0mmoD)I0I 00D COODOCOOOCOOOCODOOO
0000009003 00000000 DN0NONNONONONONDNONONDOOoNOoDOooon
0000000000000 O00O0O00O0O00O0O00O0O00O0O00O0O00O0O0ooooG
/D00000O000O00D0ON0300000001000000000040000000
0000000 (4.26 g, 00 : 61.0%)0 00 O mp: 1440 1460 ; *HO NMR(CDCl, TMS, p
pm):3 7.500 8.50(br s, 1H), 7.55(s, 1H), 4.32(q, J=7.1Hz, 2H), 3.77(s, 1H), 1.35
(t, J=7.1Hz, 3H).

Oooogoodg
Ooo0o0ogano
OoOogoao
l\lﬂe Me
.N N
N — N ¢
W/ \

HO  COOEt HO  COOEt

030 000000100000000004000000000 (5-0g, 29.4 mmol)Od O
00000020 n)I000N00000000000000000 (4.74 g, 35.3 mmo
DOODODO00DO00DO00DODODODODODODOODODODO240000000000
0000000000 C@oom)ODDD0OD0DON0DOD@@ mx 3)J0000000000
(o0 mlx 3)0 0000000000000 0O00O00O0000O00O00O00O00O00O
000000000000 0000000000000000000(@O0000000
0D0/0000=1/6)00000000000005000003000000010000
00000040000 0000000000(.029g, 00 : 33.6%)0000mp: 1720 1
740 ; THO NMR(CDCl5, TMS, ppm):& 8.30(br s, 1M), 4.37(q, J=7.1Hz, 2H), 3.73(s, 1
H), 1.39(t, J=7.1Hz, 3H).
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Me Me

.N

N\ / + OQN—O—F — N\ /
HO OEt OzN—Q-O OEt
0 O

0300000000000 oDoo0o0o04000000000(3.0g9g, 17.6 mmol)O O
O0o0o00Oo((3.65g, 26.4 mmoD)ODVMF(60 MLYOD D D40 0000 O0D0ODOODOO(3.23 g,
22.9mmohHio0 0000000000 DODO0OO0DDDOOO0OO01I2000000000
ooooDoooooaINOc OO @oomb)DDoDoDoOOooo0oDoooooDoDoooooDood
0ooooooooo/000000 o000 /30000 o0oDooDooDoooi100a0
Jo3d@oooooooo)Yoooooo40 000D OUOUOUDODOO(B.30g, O
0 : 64.9%)0 0 O O mp: 1030 1050 ; *HO NMR(CDCl5, TMS, ppm):3 8.22(d, J=9.4Hz, 2H
), 7.88(s, 1H), 7.17(d, J=9.4Hz, 2H), 4.17(q, J=7.2Hz, 2H), 3.88(s, 3H), 1.16(t,
J=7.2Hz, 3H).

oooooao

ooooo
0o0o0ooo0ooooooDooD3y0oo0ooooi1l0Do0oDo0oooDooDoo40000000n0
0od2,40000000000000O0O00DO3W@UIODOODO40D000000O00O00O0)O
1000000000040 000000000 *HO NVMR(CDCl;, TMS, ppm):8 7.97(dd, J=
1.9 and 7.2Hz, 1H), 7.83(s, 1H), 7.22(dd, J=1.9 and 7.2Hz, 1H), 7.20(s, 1H), 4.2
1(q, J=7.2Hz, 2H), 3.81(s, 3H), 1.20(t, J=7.2Hz, 3H).0 0030 @@L OO O0O0e600
0000000)D1000000000040000000000 *HO NMR(CDCl;, TMS, p
pm):d 8.02(s, 1H), 7.96(dd, J=1.9 and 7.2Hz, 1H), 7.87(s, 1H), 7.12(dd, J=1.9 an
-2Hz, 1H), 4.20(q, J=7-2Hz, 2H), 3.88(s, 3H), 1.19(t, J=7.2Hz, 3H).0 00 0O O
oo@oo: 87.2%)y0 oo

oooao

oodd
Od0o0oo0Do0ooUooo3xwUoUooDoo0lDoDooOooooDoUOo400000000
200 0005000000000 00DODO01DO0ODOO3W@@UoOoOOoo4no00OC0OO
000)H)OoDOoDO0O0Oo40000000000000000000O0O0O0OmMp: 750 770
: THO NMR(CDCl5, TMS, ppm):6 8.14(dd, J=0.6 and 2.8Hz, 1H), 8.00(ddd, J=0.6, 2.8
and 9.1Hz, 1H), 6.96(d, J=9.1Hz, 1H), 4.16(q, J=7.2Hz, 2H), 3.86(s, 3H), 2.46(s
, 3H), 1.15(t, J=7.2Hz, 3H).
oooooao
ooooao

00000000 ooo0o30oDo000o0DlI000oDoDoooooD4000D00D00O0
00200000050 000000000000000000010D0D00O030@UuOoad
O
O
),

oo ooogae
oo o0ooog N

0D2000000000000000)000000400000000000000 (0
- 98.9%)0 0O O O mp: 1100 1120 ; HO NMR(CDCl5, TMS, ppm):& 8.60(d, J=2.8Hz, 1H
8.33(dd, J=2.8 and 9.1Hz, 1H), 7.92(s, 1H), 7.15(d, J=9.1Hz, 1H), 4.15(q, J=7

_2Hz, 2H), 3.90(s, 3H), 1.11(t, J=7.2Hz, 3H).
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Me Me
N e N
Ny + —» 3G Ny /
O,N F
HO OEt O,N o OFt
0 O

0300000010 0000000004000000000 (3.69 g, 21.7 mmol)d O
00000 (4.50 g, 32.6 mmol)ODMF(60 mL)D 0 05000 0002000000000
0000O0Gg, 23.9mol) 000000000 ONONODOONODOONDOODOD1200
000000800020 00000000000000000000INDOO (300 mL)O
0000000000000 000DD0O0DODOO0DODOODODOODON/000000000 (/
3)0000000000000010000030@I0000300000000000
0000)I0O0DO00D0400000000000000(7.979g, 000)0000mp: 78
0 800 ; *HO NMR(CDCl5, TMS, ppm):d 7.98(d, J=8.8Hz, 1H), 7.88(s, 1H), 7.54(d, J=
2.5Hz, 1H), 7.37(dd, J=2.5 and 8.8Hz, 1H), 4.18(q, J=7.2Hz, 2H), 3.88(s, 3H), 1.
19(t, J=7.2Hz, 3H).

Do0o00o0a0

000000

000000000000 030000000100000000004000000000
0D0500000020000000000000000000010000030@000
0030 00000000000000)0000040000000000000000
0 (00 : 80.0%)0 O O O *HO NMR(CDCl5, TMS, ppm):& 7.98(d, J=8.8Hz, 1H), 7.91(s,
1H), 7.55(d, J=2.5Hz, 1H), 7.35(dd, J=2.5 and 8.8Hz, 1H), 4.19(q, J=7.2Hz, 2H),
4.13(q, J=7.5Hz, 2H), 1.53(t, J=7.5Hz, 3H), 1.20(t, J=7.2Hz, 3H).
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Me I\ﬂe
N .N
N\ / —_— N\ /
OQN—Q'O OEt H2N—©—O OEt
@) O

oooooao

Oo0o0o0DDoDoDO0o000O0O0ooilooo0ooD3@IooooooooO)Y ooooo400d
oooo0ooOoOOO000oOoOoooooOoO/Z0000000000DO0OODDODDDO30@OOO
000o0o0oo0)o10 0D o000 ooo0o400000000000000@O: 92.9%)0
000 mp: 1260 1280 ; *HO NMR(CDCl5, TMS, ppm):8 7.74(s, 1H), 7.00(d, J=9.0Hz, 2
H), 6.65(d, J=9.0Hz, 2H), 4.25(q, J=7.2Hz, 2H), 3.75(s, 3H), 3.55(br s, 2H), 1.2
7(t, J=7.2Hz, 3H).
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0oooDoo0ooooDoooo3n@@UUuUooD400ooooooo)dy 1ooooood
o040 0000D0CO0OO0O03@@UUODOB0ODODDOOOODODYY 1DODODDOOO
ooo4o0000D0OCOO0O0DODOOOODOOOODODO/OODODOOOODODOO
000030 @uuoooo3oooooooDo)yloooooooDoDo4000000
0 00O O *HO NMR(CDCl5, TMS, ppm):d 7.76(s, 1H), 7.20(d, J=2.3Hz, 1H), 6.91(dd, J
=2.3 and 8.5Hz, 1H), 6.69(d, J=8.5Hz, 1H), 4.24(q, J=7.2Hz, 2H), 4.10(br s, 2H),
3.81(s, 3H), 1.27(t, J=7.2Hz, 3H).00030(GOOOODOD3O00O0ODODODODOO)YID1
0000000000400 00000000%H0NMR(CDCL,, TMS, ppm):d 7.75(s, 1H),
7.030 7.05(m, 1H), 6.920 6.94(m, 1H), 6.750 6.78(m, 1H), 4.23(q, J=7.2Hz, 2H),
4_.07(br s, 2H), 3.77(s, 3H), 1.23(t, J=7.2Hz, 3H). 00 00O0DOODOOODOODOO
00 mp: 610 620
oooooo
oooDoo
00000000 o0ooDooooiDoo00o3nUUoUOoDo4000nDooDooo)dy oo
gogo40000000000O0DOOO0OU0ODOOO/Z0DOOOOODOOOUODDOOO
3gD@oooooz2200D00O00O0OO0)) 1OOODDODODUOODDODD4oODODDDOOOOD
00000(@O: 85.2%)0 00 0O mp: 890 910 ; *HO NMR(CDCl5, TMS, ppm):8 7.72(s,
1H), 6.91(d, J=8.5Hz, 1H), 6.54(d, J=2.8Hz, 1H), 6.47(dd, J=2.8 and 8.5Hz, 1H),
4.26(q, J=7.2Hz, 2H), 3.71(s, 3H), 3.49(br s, 2H), 2.19(s, 3H), 1.29(t, J=7.2Hz,

3H).

ooooooQ

oooooo

0000000000 000010000030@000002000000000000

000)00OD00O0400000000000000000000/000000000

00000003 @IODO0O002000000000000000)0100000000
00400000000000000000000000mp: 830850 ; HO NMR(CDCI,

™S, ppm):& 7.77(s, 1H), 7.03(d, J=8.8Hz, 1H), 6.93(d, J=2.8Hz, 1H), 6.76(dd, J=
2.8 and 8.8Hz, 1H), 4.23(q, J=6.9Hz, 2H), 3.75(s, 3H), 3.72(br s, 2H), 1.23(t, J
=6.9Hz, 3H).

oooooao

oooooad

ogoood

Me Me

N N
FaC N\ / N o\ N‘ /
O O

010000030 @I00003000000000000000)0000004000
000000(7.98 g, 22.2mmo)0 0000 @O M)0OO0O0DOD0OO0O0OOOO0OO10%
0000O0/0000@g0O0@ON)IDIODONONODOONODOOODOONODOODODOn
0000000050 0000000000000003000000000000000
0000000000000 0000000O0000000000000000000n
(0000000000 /0000=/1)0000000000000030@000003
000000000000000)01000000000040000000000000
000 (6.80 g, 00 : 93.0%)0 0 0 O mp: 720 740 ; THO NMR(CDCl5, TMS, ppm):d 7.76
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(s, 1H), 7.27(d, J=2.8Hz, 1H), 7.17(dd, J=2.8 and 8.8Hz, 1H), 6.71(d, J=8.8Hz, 1
H), 4.25(q, J=7.0Hz, 2H), 4.01(br s, 2H), 3.75(s, 3H), 1.27(t, J=7.0Hz, 3H).
ooooon

DoooooQ

0000000000 000010000030@000003000000000000
000)00D00D0400000000000000000000/000000000
000000030 @OO00D03000000000000000)0100000000
004000000000000000000000000HI NMR(CDCl;, TMS, ppm):d
7.80(s, 1H), 7.25(d, J=2.8Hz, 1H), 7.16(dd, J=2.8 and 8.8Hz, 1H), 6.71(d, J=8.8H
z, 1H), 4.24(q, J=7.2Hz, 2H), 4.03(q, J=7.2Hz, 2H), 2.500 4.00(br, 2H), 1.45(t,
J=7.2Hz, 3H), 1.26(t, J=7.2Hz, 3H).

oooooo

0ooooo

ooooo

Me Me

N N.N
Ny — v
H2N—©—O OFt @-o OFEt
O @)

30 ¢@ooooboooo)yoi1boooobobooo4o0b0O0o0oo0ooDdG.0g, 19.1
mmoDO 0D O0D0DODO@mLOIODOD420 00000000 mL)DOOOOOODN?20
gooooobooon oooooDooDoGomDHOODO0oDooDoooooon(3.70 g
, 53.6 mmol)O O O O gl uoooobooobooobbobon
gobooooboon 00000 o0ooDooO/000000000Q@Q/ 0000000
gooooobooon THFGGO ML) O DO OO ODODDO0DODODODODOOOOoDOOoDODC(
6.11 g, 21.0 mmol)0O oo0o0o00fd1200000000000DOO0O0OO0DODOODODDOOO
INO O O (100 mL)d O 00000 @00 mx 2D O0DODODOOODOO (00 mLx 2)0
Oo0oooooooon dododoooooooobbbob oo oooooooooad
gooooobooon oooooooDooDooDo(@uooooooooo/0o0on=1
/0000000000000 D10D0D0DL0O3O0DO00O00O0DOoDODOoD4000000
000000000 (4.68¢g, 00 : 99.4%)0 00 O mp: 680 700 ; 1HO NMR(CDCl5, TMS,
ppm):d 7.80(s, 1H), 7.280 7.36(m, 2H), 7.040 7.15(m, 3H), 4.19(q, J=7.2Hz, 2H),
3.80(s, 3H), 1.18(t, J=7.2Hz, 3H).
gooooo
ogooooao
goooaon

Oooooogoogg
OoooooooQgdg
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Me I\I/Ie
N,N N,N
W/ —_— W/
HoN O OEt F @) OEt
O O

030 @O 00000000 )II00000000004000000000 (1.2549, 4.7
ommol)DDDODDODODD@OmM)I0DDD420 0000000 @5 ml)D00000000?2
O0000D000D000D0O00DO0O0O0OO0O0D0@Om)I00O000O000O00O0O(0.93
g, 13.4mmol)0 000000010 00000000000000O00O0O00O0O0000
0000000000000 00000000/000000000(C/5)0000000
0000000000001700000000200000000000000000000
0000 (@00 m)DO0O0OD0O0O000 (@O0 mx 2)D0000000000 (100 mLx 2)0
0000000000000 0000000000000O000ON0ONONooNooonoon
000000000000 O0O0O0O0OO0O0O0OO0O0O0O0O@O0O0O0O0NONONoo/0000-=1
/3)0000000000000010000030@I000000000)000000
4A00000000000000 (.67 g, OO0 : 52.6%)0 0 00 mp: 850 870 ; HO NMR(
CDClg, TMS, ppm):d 7.78(s, 1H), 7.070 7.14(m, 2H), 6.970 7.05(m, 2H), 4.22(q, J=
6.9Hz, 2H), 3.79(s, 3H), 1.24(t, J=6.9Hz, 3H).

OoOoogoogoao
opooogoodg
Ooo0o0ogao
Me Me Me
.N cl NN .N
Cl N . >\_/§ cl N
0 NH, o

030 @000003000000000)I1100000000
0030(000003000000000)010000000000400000000
00000 (0.0g, 30.7mo)J0D0C0O00DOO(ONM)IDO0D042%00000000(

uob4000000000
O
g
o0 mL) Do ooODOOOD2000000COODDODOOO0OO0DOOODOO@GOomMLOOOO
O
O

000000000(¢.30g, 76.8mmo)0 000000010 00000000000O000
0000000000000 00000000000000000000/0000000
000(@/5)0000000000000000000THRGO mL)D 0000000000
000000000000 (0.7g, 38.8mmo)0 000000012000 0000000
0000000000000 INDDOO (R0 M)O0O0O0000000 (200 mx 2)0000
0000000 @o0Omx 2)0 0000000000000 0000000000000
0000000000000 0000O00O0O000000000000000000 (0
000000000/0000=1/3)0000000000000010000030 (@00
0000000)IO00DO0004000000000000000(3.40 g, 00 : 38.1%)
0000 mp: 580 600 ; *HO NMR(CDCl5, TMS, ppm):d 7.82(s, 1H), 7.24(dd, J=8.2 and

8.2Hz, 1H), 7.10(dd, J=2.2 and 2.2Hz, 1H), 7.07(d, J=8.2Hz, 1H), 7.01(dd, J=2.2
and 8.2Hz, 1H), 6.970 7.12(m, 3H), 4.19(q, J=7.2Hz, 2H), 3.83(s, 3H), 1.19(t, J
=7_.2Hz, 3H).
Do0o0o00
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000000
0000000000000010000030@I00000000)I00000400
0000000000000 000000000000000000000000100
D003 @IODOD0OODOD0OODOD)IODO0OO0DOD0D4000000000000000C@0:
98.1%)0 0 O O mp: 750 770 ; “HO NMR(CDCl5, TMS, ppm):d 7.80(s, 1H), 7.27(d, J=8.
8Hz, 2H), 7.06(d, J=8.8Hz, 2H), 4.20(q, J=7.2Hz, 2H), 3.81(s, 3H), 1.21(t, J=7.2

Hz, 3H).
Dooooo

ooooon

0000000000000 010000030@000002000000000)000 10
00D04000000000000000000000000000000000000
00010000030 @I00002000000000)00000040000000
00000000 0: 99.5%)0 0 0 0 THO NMR(CDCl5, TMS, ppm):d 7.78(s, 1H), 7.1

9(d, J=2.5Hz, 1H), 7.08(dd, J=2.5 and 8.8Hz, 1H), 6.92(d, J=8.8Hz, 1H), 4.22(q,
J=7.2Hz, 2H), 3.77(s, 3H), 2.30(s, 3H), 1.23(t, J=7.2Hz, 3H).

OoOoooogaod
opoogodg
Ooo0o0ogano
Ve Ve x
N N
N\ Y/ N\ J/
_,..
HoN o OFEt ci o OFt
@) O
CFy CF5

O00O0@G.om)IDODODE@M)IDODDNODONDI00N00030@Io00002000
00000000000 0)I000004000000000(4.0g, 11.1 mmol)Od OO 30
o000 000000000000000000GmM)IODODOODOODOODOODOC(

0.77 g, 9.11 mmo)0 00D 0O0O0O0DOO0OD0OODOODO30000000000000000
000000 (@.21 g, 12.2mmo)00O0 0000000001000 000000000
0000000000 INDOOD @O0 MmO DODOO0DO0 00 mLx 20000000
D000 @oomx 2)000000000000000000000000000000
000000000000 00000000000000000000000@OOa0
000000/0000=1/3) 0000000000000010000030@00000
2000000000000000)000000400000000000000(2.644g

, 00 : 68.2%)0 00 Omp: 780 800 ; *HO NMR(CDCl5, TMS, ppm):3 7.85(s, 1H), 7.64

(d, J=2.5Hz, 1H), 7.41(dd, J=2.5 and 8.8Hz, 1H), 7.06(d, J=8.8Hz, 1H), 4.18(q, J 40
=7.2Hz, 2H), 3.82(s, 3H), 1.15(t, J=7.2Hz, 3H).
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Me Me

.N
FaG N\ / 3 3G N\ /
H2N—©—O OEt ClI o OFt
O @)

0000(@.7m)00@.5m)0I00O0O0@.2m)0 00000030 @I0000300
0000000000 O0O)1000000O0O0O0Oo4000000000(.0g, 6.8

4mmoD00O0DODOO3000000000D00ODONOONDDO@mn)DOODDOO
000D000(@.46¢g, 6.68mmo) 000 D0000D0D0O00ODDOOO300000000
00d00O0O0O0O0O0oOoOo(@OoOoOo)(.68g, 6.68 mo)D OO O0O0O00O0 (1.63 g, 27.9
mmoDNDO ODO0GmM)IIDDONONDODDDONONODDDOONDDDOOODDDOODDDOOOD
0Oos00100000000000000000D000 @00 mL)DDDO0O0ODOOO
Omlx 2)D 000000000000 mMx 20000000 0D0DO0DO0DO0DODODOODOOO
0000000000000 00D0D0000D0O0000D0000D0O000D0D0O0000an
000000000000 0030@I0D0D00300000000D0ooonooaon)dan 20
00000000040 0000000000000 (0.09¢g, OO0 : 3.68%)0 000 mp:

440 450 ; *HO NMR(CDCl5, TMS, ppm):d 7.82(s, 1H), 7.420 7.46(m, 2H), 7.25(m, 1H)

, 4.20(q, J=7.2Hz, 2H), 3.83(s, 3H), 1.21(t, J=7.2Hz, 3H).

oooooao

oooooo

000000000000 D03000000010000000000400000000
0040000003,500000000000000000000D0DO030(,600000
04000000000000000)010000000000400000000000

000 (@O : 95.4%)0000mp: 1120 1140 ; *HO NMR(CDCl, TMS, ppm):8 7.78(s, 1H

), 7.63(s, 2H), 4.33(qg, J=7.0Hz, 2H), 3.69(s, 3H), 1.35(t, J=7.0Hz, 3H). 30
oooooao

oooooao

0000000000000 010000030@000002000000000000

000)IDO0DO0O0D400000000000000000000O000DDOOO0OOO
0
|

10

00000000000 0010000030@I0O000000000000n0)IO
00040000000000000000(00: 79.4%)0 0 00 *HO NMR(CDCl;, TMS
, ppm):3 7.68(s, 1H), 7.66(dd, J=0.6and8.5Hz, 1H), 7.45(ddd, J=0.6, 8.5and8.5Hz,
1H), 7.16(dd, J=8.5and8.5Hz, 1H), 7.04(d, J=8.5Hz, 1H), 4.15(q, J=7.2Hz, 2H), 3
.83(s, 3H), 1.10(t, J=7.2Hz, 3H).
Dooooo 40
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Me Me

N N
FsG N ] — FC "\ /
@) )

ooo
ooo
oono

mL)O
mol)O
mol)[O
ooo
ooo
oono

g
t
u
O
g
u
O
g
g

G.4n)0D0EG.8n)0 000D DI000ON030 @O000300000

00000O0) 0000040000000 00(3.0g, 9.11 mmol)D OO0 O
0000000000000 D000000000000000000000 (2.4
000000000 D0O0(@.5m)0000000000000(0.62g, 9.11 m
0000000000010 000000000032%00000 (9449, 45.6m
0000003000000 0000000000000005%000000

0(@o0 m)DJODD0OD0O0D0D0 00 mx 2)0 0000000000 (100 mLx 2)
0000000000000 O00000000000000000000000¢0
0000000000000 00000000@O000N0ONon/0000

=1/3)0000000000000010000030@000000000000000)
000O0004000000000000000 (1.87 g, 00 : 65.3%)0 00 O THI NMR(
CDCl5, TMS, ppm):d 7.84(s, 1H), 7.44(dd, J=7.0 and 7.0Hz, 1H), 7.36(s, 1H), 7.32
(d, J=7.0Hz, 1H), 7.30(d, J=7.0Hz, 1H), 4.18(q, J=7.2Hz, 2H), 3.34(s, 3H), 1.17(
t, J=7.2Hz, 3H).

oooooo

Dooooo

ooooo

Et Et

N N
Fal N\ ] — FG N/
O O

oooo3xp@roooosggoooooooooooogo)yoooooo4ao0O0O
Oo00OD0D0(@-.-88g9g, 839 moHDODOOOODODODE@OmML)OODOD42v0 000000
om0 000000200 000000000000000DD00O0C0OmML)0O0O

0D(@o0o m)DOODO0O0O00D0O@O0mx 2)D 0000000000 (100 mlx 1)0 00
0000000000000 O000O000O000O000000000000000000

a
O
O
ocoooooDoOoO0oO0oQ@.e2g, 23.5mmoH) 00000000100 COODODOOOOOO
u
O
g

Oo0oooDoO0ooo0oDOO0OOHRGOmML)DODODOoooooDOoOoooooooooboDoo
0@@.44 9, 839 mmoNH)0000CCOOD12000000000C00DDODOO0OOOOO
OCOINODDQ@oo ML) DOOOOOODD @O0 Mx 2)UO0O0DO0OODODDOOO (100 mLx
Qooo0oooooogoooboodoobooboooooboooooooOooooDoooooDoao
cooooooOoOoOoOoooooooooDoOOoOoooo@ooooooDooo/oOOd
O=1/6)0000000000O0COCODOIDOO0O0O030@OUOOODDODOOOOOOD
0)00D00D0040000000000000000@.579g, 00: 57.00)00007
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0 NMR(CDCl5, TMS, ppm):3 7.88(s, 1H), 7.42(dd, J=6.6 and 6.6Hz, 1H), 7.35(s, 1H)
, 7.34(d, J=6.6Hz, 1H), 7.31(d, J=6.6Hz, 1H), 4.18(q, J=7.2Hz, 2H), 4.09(q, J=7.
2Hz, 2H), 1.50(t, J=7.2Hz, 3H), 1.16(t, J=7.2Hz, 3H).

DoooooQ

oooooo

ooooo

Me Me
N FsC, N
N\ J/ + — — 3 3G N\ I/
7 7\
HO OEt N @) OEt
@) =N @)

030 000000100000000004000000000 (2.72 g, 16.0 mmol)O O
00000 (.87 g, 20.8 mmol)ODMF(25 mL)0 00200 0004000000000 0
0000 (R.00, 16.8mmol)J 00000001000 04000000000000000
ODOO0D0D0INDDDO(@oOm)0 00000000 ON0DON0NON0DONONONoDONoDoooooonaO
0O0000/000000000(/3)00000000000000100000 30 (40
0000000000000 000)000004000000000000000 (3-24
g, 00 : 64.2%)0 0 0 O mp: 1070 1090 ; *HO NMR(CDCl, TMS, ppm):d 8.29(d, J=5.3H
z, 1H), 7.89(s, 1H), 7.28(s, 1H), 7.23(d, J=5.3Hz, 1H), 4.07(q, J=6.9Hz, 2H), 3.
89(s, 3H), 1.02(t, J=6.9Hz, 3H).

oooooo

oooooo

ooooo

I\ﬁe r\{le
N N
O OEt O OH
) (O

1000003 0000000000040 000000D0004-.68 g, 19.0 mmol)O O
oD @omboogo20 000000 @omb)yogplooocosoooooood
Oo0O0oDoDoOOoO0o0oOoOg2n00O0@@oomMb)ODOODO0DO0DO0ODOoOoDOoDoODOooODoODDDODOOoDOOOg
000000000 o0o01l0oDo0o3o0Do000oDoDo0oUooD4000000D
000 (3.249g, 00 : 78.1%)0 0 0 O mp: 1890 1910 ; *HO NMR(CDCl5, TMS, ppm):d
.83(s, 1H), 7.300 7.42(m, 2H), 7.110 7.24(m, 3H), 3.79(s, 3H).0 000 OO OO

Oooooo~NoOoOoOoogoag

0000000000000 O00O0O0On

0Do0ooao

Doooao

0000000000003 @I0O00N0N00ON00D)I10000000000400
000000000000 D03@IO000000000)01000000000040
0000000000 : 69.4%)00 0 O mp: 1580 1600 ; *HO NMR(CDCl;, TMS, ppm
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.82(s, 1H), 7.120 7.22(m, 2H), 6.980 7.09(m, 2H), 3.78(s, 3H).0 0 OO0 OO

000000000000 0000

0

0

0000000030 (@I00000000)I100000000004000
0000000030(@BI00000000)I100000000004000
000 (0O: 95.7%)0 0 0 O mp: 1570 1590 ; *HO NMR(CDCl5, TMS, ppm):d

.84(s, 1H), 7.080 7.23(m, 4H), 3.81(s, 3H).0 00 0O0O00OODOO0OODOOOOOO0O

0ooo

0

0O

0000000030 @I00000000)0100000000004000
0000000030 @I00000000)0100000000004000
0000 (@O0 : 68.2%)0 0 00 mp: 1840 1860 ; HO NMR(CDCl5, TMS, ppm):
1H), 7.30(d, J=7.5Hz, 2H), 7.12(d, J=7.5Hz, 2H), 3.79(s, 3H).0 0O O
00O00O000O000O00O0O00000

0

0O

0000000030 @I00002000000000)0100000000

40 0 000000000 D0ODDDOO0O03@OoooObO2000000000)YD0100

000400000000000(00: 83.9%)0 000 mp: 1800 1820 ; *HO

NMR(CDCl, TMS, ppm):d 7.81(s, 1H), 7.26(s, 1H), 7.21(d, J=2.2Hz, 1H), 7.12(dd,

J=2.2 and
oo

O

T OoOOoo-d
Oo0ooog
Ooooogoao

N OO OO O

al
~
Q.

d

[
1l

DooooQg-
O0oooao
O0ooognN

O

OOoooood

.46(d,
0o

OooooNoOoOoOooQgooodg

I I o Iy
O 0oo0oogao

Oooooooge
O0Ooo0oooao

00
_7%)0 O

_8Hz, 1H), 7.03(d, J=8.8Hz, 1H), 3.76(s, 3H), 2.27(s, 3H).0 0O 0O O
000000000000 O0O000

ooobDoOO0oOo3q@uoooo22coooobooboOoooDbooOoo)yDaoo
o040 000000000000DQ0CQCDQ3a@ODOOO2000DO0ODOOO

8
g
g
O
g
g
coo)H)o1oooooooooo4 0000000000 DOODODDDOOOOM

020 ; HO NMR(CDCl;, TMS, ppm):® 7.85(s, 1H), 7.64(d, J=2.5Hz, 1H), 7.4

and 8.8Hz, 1H), 7.17(d, J=8.8Hz, 1H), 3.80(s, 3H).0 0 OO OO OOO
gboobodogooobooboao

goooooo3g@ooooosooooooooooooooo)yoOoo
o040 000000000000 DO0DODOD3AME@OOOOSOoOooOODOO
Oo0O0)H)o1oooooooooo400000DO0O0OO00DE@O = 8930 O

5
O
O
O
O
O

mp: 1260 1280 ; *HO NMR(CDCl, TMS, ppm):3 7.85(s, 1H), 7.52(d, J=2.8Hz, 1H)

J=8_8Hz, 1H), 7.31(dd, J=2.8 and 8.8Hz, 1H), 3.82(s, 3H).0 0O O OO
0000000000 O0O0O0O0O0O

00004000000000000000030(,60000004000
000O000)I10000000000400000000000(C@0O0: 93
O mp: 2520 2540 ; HO NMR(CDCl5, TMS, ppm):3 7.82(s, 1H), 7.64(s, 2H),

O
O
ocooODDOOO000380E@,.e000000400000000000DDDODO)DY01
O
O

3.72(s, 3H).0J000COOODDOOOOODOOOODOOOODDODOOOO

gboooad
ugbodaod
goooao

O
O
oooODDOOO00010000oo30ooooooooooooooboDo)onono
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0004000000000000000010000030@IO0000000000
000)0D0000400000000000C0: 79.0%)0 00 0 mp: 1830 1850 ; *
HO NMR(CDCl, TMS, ppm):8 7.85(s, 1H), 7.67(d, J=8.5Hz, 1H), 7.50(ddd, J=1.3, 8.
5 and 8.5Hz, 1H), 7.22(dd, J=8.5 and 8.5Hz, 1H), 7.20(d, J=8.5Hz, 1H), 7.160 7.2
5(m, 2H), 3.80(s, 3H).0 0000000000 O0O0O0OODOOOODOOO0O0
oooooo

oooooo

0oooO

Me Me

Pq,Pﬁ Pq;Pd

FsG, N/ S W/
0 O

010000030 @I00000000000000)I000004000000000
(1.22 g, 3.88 o0 DO ODO0O (GO MDD D02 000000 (10 m)DO OO 10
0O00300000000000000000002000 @00 m)000000000O0
000000000000000000000000010000030@0000000
00000000)I00000400000000000(0.89 g, 00 : 79.8%)00 O
O mp: 1390 1410 ; HO NMR(CDCl5, TMS, ppm):3 7.86(s, 1H), 7.340 7.50(m, 4H), 3.8
2(s, 34).0000000000000000000000000000

Dooooao

Oooooo
000000000000010000030@I00000000000000)J00
0004000000000000000010000030@I00000000000
000)I00O00040000000000000000000mp: 1290 1310 ; HO NM
R(CDCl;, TMS, ppm):3 7.90(s, 1H), 7.330 7.49(m, 4H), 4.08(q, J=7.5Hz, 2H), 1.49(
t, J=7.5Hz, 3{).000000000000000000O00O00O00O0000O
Dooooao

0o0oo0o00

ooooo

I\ﬂe l\llle

N .N

FsC, N\ / — 5 F3C N\ )
@o OFt @—o OH

—N O =N O

010000030 @I0000000000N0N00N0N00N)0DO000ON40000000
00 (3.159g, 9.99 mo)D 0 OO OO(GOM)OIODDD20%0 000000 (10 mL)O OO
01000050 0000000000000000002N000 (00 m)00000000
0000000000000 0000000000000010000030@00000
000000000000 )I0000040000000000(2.29¢g, 00 : 79.8%)
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000 O0mp: 1560 1580 ; *HO NMR(CDCl5, TMS, ppm):d 8.27(d, J=5.3Hz, 1H), 7.89(s,
1H), 7.28(s, 1H), 7.22(d, J=5.3Hz, 1H), 3.89(s, 3H).0 0 OO0 O O00OO0O0O00OO
0oo0oO0o0oO0o0

ooo

ooo

0000000000010 o0oo300o0DoDo0o0ooDooo40000000

O000DDOoODO0000DO0OooOoONDDODDODDONODODODOoOoOollooooDDoD300000d

00000040 0000000000000C00: 92.0%)00 0 0 *HO NMR(CDCl;, T

MS, ppm):6 7.57(s, 1H), 7.270 7.33(m, 2H), 7.040 7.14(m, 3H), 3.80(s, 3H), 3.35

0 3.54(br, 2H), 3.32(dd, J=7.5 and 7.5Hz, 2H), 1.300 1.60(br, 2H), 0.900 1.20(br

, 3H), 0.80(t, J=7.5Hz, 3H).

oooo

oooao

0000000000000 o0o0D0O3 000000 oooDoDD400000003

0000000000000 O0oO0oD0ODDDOND @BUUODO0DUOOoODOODDDODODOOO)ON

0003000000000 00oD40000000000000@O: 82.2%0 0O

mp: 1770 1780 ; *HO NMR(CDCl5, TMS, ppm):8 8.61(br s, 1H), 7.91(s, 1H), 7.75

(d, J=7.8Hz, 1H), 7.400 7.49(m, 3H), 7.220 7.34(m, 5H), 3.80(s, 3H).

oooooao

oooooao

0Oo0o00DDOD0000000oo0l000DO0O30D0D0D00oo0o0oOoODDD40000000O0

0Oo000DODD0OD0000000Q0Qo0o00OD0DO0ODO0D0D0DO0DONIO0DOoDODODDIDODO0DO0DO3000

0000000004000 00000000000(@D0: 73.2%)0 0 0 O *HO NMR(CDCI

3» TMS, ppm):6 9.10(s, 1H), 7.87(s, 1H), 7.340 7.45(m, 2H), 7.170 7.25(m, 3H), 4

.05(t, J=6.9Hz, 2H), 3.76(s, 3H), 1.30(t, J=6.9Hz, 3H).

ocooooao

oooooao

oo0o00DDoOD0oO000O0o0oo3aw@oODoDoODoDoDooDoO)DlooooDoDoOOoO00Ooad

ooooDoDoo0O0U000U0O0DOO0ODODO0ODUDUOODODODDODOONDDODOOOOS3d o
O
O

OoOoo0oooogd
O0Ooo0oo0ooao
OOoogooaog-

O Ooo0oooo
O0Ooo0oo0ooao

ooooooOoO0oO)o1looooooooDo4U0oooooooobooDoDooo @O

- 77.9%)0 0 O O *HO NMR(CDCl5, TMS, ppm):3 9.14(br s, 1H), 7.86(s, 1H), 7.21(dd,
J=9.1Hz, J,=4.4Hz, 2H), 7.08(dd, J=9.1Hz, J,=7.9Hz, 2H), 3.87(s, 3H), 3.74(s,
3H).

Doooo

O
oooooao

0o0o0o0DooooooDoooo3pn@UuUUUoDoDoooo) 1000 oDoDoo0oooD4and
0000000 o0oDooDooDOooDoONDOoDOoODOoO30 @@@uooooooo)oDi1oooad
0000004000000 0000000C@0O: 49.2%)0 000 mp: 1560 1580 ; HO
NMR(CDCl5, TMS, ppm):d 8.36(br s, 1H), 7.91(s, 1H), 7.58(dd, J=1.3 and 8.8Hz, 2H
), 7.290 7.40(m, 4H), 7.21(dd J=1.3 and 8.8Hz, 2H), 7.10(ddd, J=1.3, 8.8 and 8.8
Hz, 1H), 3.82(s, 3H).

oooooao

oooooaog

0o0dooooooDooDooo3n @uuoooooooo))yilocoooooooood4n0d
oooooz,400 0000000000000 O0CON0 Q40000000 O0O0DO)DOS3O
GUUOUDOoODoDoOOoOoOo)Dl1oooooDoooooD40O0O00DDO0ODODO0OODODDOO@O: 85
J1%)0 0 0 O mp: 1510 1530 ; *HO NMR(CDCl5, TMS, ppm):d 8.32(br s, 1H), 7.91(s, 1
H), 7.480 7.58(m, 2H), 7.35(dd, J=8.8 and 8.8Hz, 1H), 7.33(d, J=2.2Hz, 1H), 7.17
0 7.25(m, 2H), 7.03(dddd, J=2.5, 2.5, 8.8 and 8.8Hz, 1H), 3.81(s, 3H).
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DoooooQ
oooooon

000000000 O0000030(@I00000000)D010000000000400
000002,400000000000000000OND(,40000000000)030
(3000000000)I10000000000400000000000000(C@0O:

58.3%)0 0 O O mp: 1620 1640 ; HO NMR(CDCl;, TMS, ppm):d 8.70(br s, 1H), 8.43(dd
d, J=8.8Hz, J,,~=6.0 and 9.2Hz, 1H), 7.91(s, 1H), 7.40(dd, J=1.5 and 1.5Hz, 1H),

7.34(ddJ=7.8 and 7.8Hz, 1H), 7.150 7.25(m, 2H), 6.820 6.94(m, 2H), 3.83(s, 3H).

ooooon

oooooQ

ooooo

Me Me
N N R C
Pou B SV B <
HaN F
@o OH @—o cl
o 0
Me F
N
o QC.
{::}—o NH F

o]
03 @Uoooooooo)oi1booooooooo4o000000((.30g, 1-19 mmol
Yboooo@smD)DoDoOooooDooo@.omb)Doo0oDoOoO0oO0DOOOi1zo0no20
0000000 o0ooDooDOoDO01o000000D00ODeand StarkD DO OO0 OODOOODOO
0000000 ooo0o0oo0ooDoUoU0UU0DoODOoO0OU0o0DoDOoOOoUOOooDoOOOn @0 mua
0odoooo0ouoooDoooooDoo3Woooo2,40000000000 (.23 g, 1.4
Ammo) D0 OD0OD0OO0ODODDO(.14 49, 1.43mmoDD00000ODOOOOODDOOOODOO
ODd0d012000000000000000DODODOINDDODD OMDOOCOOOOO
O@onmx OH)DODOoOoDoOOoOOooOooDOoDOoO@oOmMx 3yuoooooooooooooao
0000000000000 oUoDo0oO0oU0D0Doo0O0U0oo0DoDOoOoooOooDooOoOooOooOoaon
00000 OooDooDoONOD @Ooooo,40000000000)H)030@OOO0O
OO0)H)ilbOooooooooo400000000000D00D0 (0.39 g, OO : 85.9%)
0 O mp: 1680 1690 ; *HO NMR(CDCl;, TMS, ppm):& 8.72(br s, 1H), 8.37(ddd, J=8
.9Hz, J,=5.6 and 8.9Hz, 1H), 7.91(s, 1H), 7.40(dd, J=2.2 and 2.2Hz, 1H), 7.35(d
d, J=7.8 and 7.8Hz, 1H), 7.170 7.24(m, 1H), 6.99(ddd, J=8.9Hz, J,=2.2 and 8.9Hz
, 1H), 3.83(s, 3H).
oooooaog
oooooag
0oooooouoooDoooo3@uouoooDooOooo) l1looooDoooooo4o O
O
O
O

OoOoo0oodg
O0Oo0o0ooad

0000300000000 000000000000ND@DODOODODODNOn
00)I30 @IOD0O0000O00)10000000000400000000000
0(0: 91.3%)0 000 mp: 1890 1910 ; HO NMR(CDCISTMS, ppm):3 8.51(s, 1H), 7

.91(s, 2H), 7.75(d, J=7.8Hz, 1H), 7.47(d, J=7.8Hz, 1H), 7.40(d, J=9.0Hz, 2H), 7.

39(dd, J=7.8 and 7.8Hz, 1H), 7.27(d, J=9.0Hz, 2H), 3.80(s, 3H).

Dooooo
oooooo

0000000000000 03@IO0000O0N0N)D1I0000000000400
00000000 C0O0C0ODO0DODO0DONO0DNO0ONO0ONO0ONO0ODO0OO0ONDIODOOODO S0 (40
000O00O00D0)I1000000000040000000000000 (00 : 80.6%)
000 Omp: 1080 1100 ; 1HO NMR(CDCl5, TMS, ppm):& 9.03(s, 1H), 7.87(s, 1H), 7.3

6(d, J=9.1Hz, 2H), 7.18(d, J=9.1Hz, 2H), 4.06(q, J=7.2Hz, 2H), 3.75(s, 3H), 1.30
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(t, J=7.2Hz, 3H).

0ooooaon

Do0oooao

00000000000 00030@I00002000000000)010000000
000400000002,400000000000000000N0(,40000000
000)030@I00002000000000)0100000000004000000
0000000 (@O0 : 82.2%)0 00 0 mp: 1920 1940 ; THO NMR(CDCl5, TMS, ppm):d 8.

74(br s, 1H), 8.360 8.48(m, 1H), 7.89(s, 1H), 7.27(d, J=2.2Hz, 1H), 7.20(dd, J=2
.2 and 8.2Hz, 1H), 7.16(d, J=8.2Hz, 1H), 6.810 6.94(m, 2H), 3.76(s, 3H), 2.31(s,

3H).

oooooo

oooooaO
0000000000000030@I00002000000000)0100000000
000400000003000002,400000000000000000N0@0O00
002,40000000000)030@I00002000000000)01000000
000040000000000000 (@0 : 78.2%)0 000 mp: 1940 1960 ; THO NMR(

CDCl5, TMS, ppm):d 8.78(br s, 1H), 8.38(ddd, J=8.8Hz, J,=5.6 and 8.8Hz, 1H), 7.

88(s, 1HM), 7.28(d, J=2.5Hz, 1H), 7.21(dd, J=2.5 and 8.5Hz, 1H), 7.16(d, J=8.5Hz,
1H), 6.99(ddd, J=8.8Hz, J,=2.2 and 8.5Hz, 1H), 3.76(s, 3H), 2.31(s, 3H).
ooooon

ooooooQ

00000000000 00030@I00002000000000000000)010
00000000040000000000000000000000000000000

ONDDOCOOOD3 @OO0O002000000000000000)010000000

0004000000000 0000C0: 43.8%)0 00 0mp: 1270 1290 ; *HO NMR(CD

Cls, TMS, ppm):d 8.98(br s, 1H), 7.89(s, 1H), 7.68(s, 1H), 7.55(s, 1H), 7.54(s,

1H), 4.05(q, J=7.2Hz, 2H), 3.78(s, 3H), 1.31(t, J=7.2Hz, 3H).

DoooooQ

oooooo

ooooo

Me Me
N ~ N R
Foc %—»Fsk’ N\/ +
HQN—z >—-F
Cl—@-o OH CI@—O Cl
O 0
Me F
N
— 3G N
CI@-O NH F
O
030 @ooooo3yoooDoooooDooDoooo)Yi1oooDooDooDooo400a0
000d@.45¢g, 1. 40 moDHO OO OO @5mL)DODODOOOOO@.5m)0O0O00OOd
0000000100020 0 0000000000000 1400 00 00O 0O O beand Stark
go0ooo0ooooooooooooooooooooooooooboooooooooOog
doodoooo@omOODoDO0DOODOoODODOOO0ODOODOD,40000000000
(0.24 g, 1.82mmoH) 00 O0DOODOOODOOC.18 g, 1.82mmoD)0 DO DOOODOODODO
000000000000 1200000000000000000001IN00O0O3 20 mL)
doooooooo@onmx OH)DO0ODODO0DO0OODO0DOD0DO@MLx 3 00 OO0OOOO
gfddooooooooooooooooooooobooobooobobobooboooon
000000000000 DO0O0OO0O0OOND ,4000000D0O0O0O0)HYD3@OIDOODO
03000000000 ooooOo))ilD0o0Do0o0oooDoo4000000000000
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00 (0.15 g, OO : 24.8%)0 0 0 O mp: 1820 1840 ; HO NMR(CDCl5, TMS, ppm):d 8.64
(br s, 1H), 8.43(ddd, J=8.8Hz, J,=6.0 and 9.0Hz, 1H), 7.93(s, 1H), 7.75(s, 1H),
7.500 7.60(m, 2H), 6.830 6.96(m, 2H), 3.83(s, 3H).
DoooooQ
oooooo
000O00O00O000000010000030(,600000040000000000
00000)0000D040000000000000000000000NDOOO0O
0010000030 (,60000004000000000000000)I0O00004
0000000000000 (D0 : 75.5%)0 00 0 mp: 1890 1920 ; HO NMR(CDCl5, TM
S, ppm):8 7.81(s, 1H), 7.66(s, 2H), 7.36(dd, J=0.6 and 1.9Hz, 1H), 6.90(br t, J=
5.7Hz, 1H), 6.32(dd, J=1.9 and 3.1Hz, 1H), 6.27(dd, J=0.6 and 3.1Hz, 1H), 4.64(d
, J=5_7Hz, 2H), 3.68(s, 3H).
0ooooo
oooooo
00000000000 00010000030(,600000040000000000
000O00)I00000400000002,400000000000000000N0(2
,LA0000000000)I10000030(,60000004000000000000
000)0000D040000000000000(@0: 47.6%)0 00 0 mp: 1780 180
0 ; “HO NMR(CDCl5, TMS, ppm):d 8.59(br s, 1H), 8.41(ddd, J=8.8Hz, J,=6.0 and 8.
9Hz, 1H), 7.88(s, 1H), 7.70(s, 2H), 6.830 6.96(m, 2H), 3.73(s, 3H).
0oooo
0oooo
000000000000010000030@I00000000000000)00
000400000002,400000000000000000N0(,4000000
000)010000030(I0O00N0N0N0N0N0N0NN0NON0NDN)ON0ON0DN4nOnn
00000000 (@ O: 61.1%)0 00 O mp: 1720 1740 ; HO NMR(CDCl;, TMS, ppm):
5 8.55(br s, 1H), 8.32(ddd, J=8.8Hz, J,;~=6.0 and 9.1Hz, 1H), 7.92(s, 1H), 7.72(d
d, J=1.2 and 7.5Hz, 1H), 7.61(ddd, J=1.2, 7.5 and 7.5Hz, 1H), 7.47(d, J=7.5Hz, 1
H), 7.34(dd, J=7.5 and 7.5Hz, 1H), 6.800 6.93(m, 2H), 3.79(s, 3H).
ooooon
oooooo
000000000 0000010000030¢@000000000000000)00
000D04000000000000000000000000NDOOOONOOOODO
010000030 @GI00000000000000) 000004000 0O0oOnd
0000000 (@0: 66.7%0 00 0 *HO NMR(CDCl5, TMS, ppm):d 7.56(s, 1H), 7.42(
dd, J=7.2 and 7.2Hz, 1H), 7.39(s, 1H), 7.37(d, J=7.2Hz, 1H), 7.31(d, J=7.2Hz, 1H
), 3.82(s, 3H), 3.45(br d, J=7.5Hz, 1H), 3.39(br d, J=7.5Hz, 1H), 3.250 3.35(m,
2H), 1.550 1.34(m, 2H), 0.900 1.20(m, 3H), 0.81(br t, J=7.5Hz, 3H).

OOoo0oooog

0ooooon

0oooooao
000O0000O000000010000030@000000000000000)00
00004000000000000000000O0C0ONDOOODO10000030 (300
00000O00000000)00000040000000000000(00: 99.3%)
000 O0mp: 530 550 ; *HO NMR(CDClg, TMS, ppm):d 7.85(s, 1H), 7.380 7.55(m, 4H),

6.51(br s, 1H), 3.78(s, 3H), 3.39(dt, J=7.2 and 7.2Hz, 2H), 1.54(tt, J=7.2 and
7.2Hz, 2H), 1.33(tq, J=7.2 and 7.2Hz, 2H), 0.91(t, J=7.2Hz, 3H).

oooooao

oooooad
0odo0DoooUooooo0UooDioooo3n@UUoooooooDoooooo)od
0000400000000 0DO0OO0OO0DD0DDOOOODOOONODDOOOODGOOGOaILO
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000O03W(@EI000000N0DON0NON0ON0DN) 0000040000000 0000
00000 : 71.5%)0 0 0 0 mp: 1080 1100 ; *HO NMR(CDCl5, TMS, ppm):3 7.84(s,
1H), 7.370 7.54(m, 4H), 6.60(br s, 1H), 3.77(s, 3H), 2.83(m, 1H), 0.82(m, 2H), O
.53(m, 2H).

0oooo

afislalls

00000000000 010000030@I00000000000000)00
0040000000000000000000000O0ONDDODOODOODOO1000
30000000000 DN0NDNO0ODNO0)I0ON0DND40000000000000(
: 83.1%)0 0 0 O mp: 980 1000 ; *HO NMR(CDCl5, TMS, ppm):d 7.85(s, 1H), 7.43
_57(m, 4H), 6.72(br t, J=5.3Hz, 1H), 4.20(dd, J=2.5 and 5.3Hz, 2H), 3.78(s, 3
H), 2.24(t, J=2.5Hz, 1H).

0ooooo

oooooo

0000000000 000010000030¢@000000000000000)00
000D0400000003000000000000000000N0@GOIODOO00
0)D100O00O03W@EIO00000N0N0NON0NON0ON0ON) 0000040000 Ooa
000000 (@O: 91.6%)0 00 0 mp: 1250 1270 ; *HO NMR(CDCl5, TMS, ppm):d 7.89
(br s, 1H), 7.360 7.54(m, 4H), 7.140 7.31(m, 4H), 6.90(br t, J=6.0Hz, 1H), 4.58(
d, J=6.0Hz, 2H), 3.79(s, 3H).

OOoo0ooood
N OO ood

gooooad

ogooooad
oo0o00o00O00U0U0O0Udool0o000oO0o3n@UUUUUOoDOOoOoDODODOOOO)Od
000040000000 000D0O0O0O0DODODONDODODODODIDODODOS30@UOO
0o0o0ooo0ooooooDOo)ooooDo40000000000000@O-: 93.9%)0
00 O mp: 1280 1300 ; *HO NMR(CDCl;, TMS, ppm):3 8.36(br s, 1H), 7.93(s, 1H), 7.
460 7.60(m, 6H), 7.34(dd, J=7.5 and 7.5Hz, 2H), 7.11(ddJ=7.5 and 7.5Hz, 1H), 3.8
1(s, 3H).

ogooooad

ocooooao

0000000000 000010000030@000000000000000)00
00004000000040000000000000000ND@0000000O000)
0D10000030@I00000000000000)I000004000000000
0000 (0 : 81.0%)0 00 0 mp: 1160 1180 ; *HO NMR(CDCl5, TMS, ppm):& 8.32(br
s, 1H), 7.92(s, 1H), 7.450 7.60(m, 6H), 7.03(dd, J=8.5 and 8.5Hz, 2H), 3.81(s, 3
H) .

0ooooo

0ooooo0

ooooo

Me Me
N'N N'N Cl
FsG W/ e P3G W/ +
HoN
O OH O Cl
(@) (@)
Me

N
VRS,
I i

@)

0D10000030(@D00000000000000)0000004000000 (0.31
g, 1.08 mol)D 0 O0COD0(OmM))JOODD0OODOD0OODOD@nm)O0DODOODODO0DODODOOD
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120002000 0000000000001400 000000 Deand Starkd 000000
0000000000000000000000000000000000000000
(0 M0 0000000000 O0000000200000000 (0.17 g, 1.30 mmol)
000O00O00000(.13 g, 1.30 mo)D 0000000 0OOOOOOOODOOOO
000120000000000000000000INOO00Q@OM)ODODO0OO00N0(
20mx 0)00000000000C@OmMx3)D000000000000000000
000000000000 000000000000000000000000C@O00
0000000/0000=1/2)00000000000000N0QOICOOCOCO0OO0)D
10000030 @I00000000000000)I0000040000000000
000(0.25 g, 00 : 59.0%)0 0 0 0 mp: 1420 1440 ; THO NMR(CDCl5, TMS, ppm):d 9.
14(br s, 1H), 8.57(dd, J=1.6 and 7.9Hz, 1H), 7.94(s, 1H), 7.64(s, 1H), 7.430 7.5
8(m, 3H), 7.37(dd, J=1.6 and 7.9Hz, 1H), 7.30(dt, J=1.6 and 7.9Hz, 1H), 7.03(dt,
J=1.6 and 7.9Hz, 1H), 3.83(s, 3H).

oooooo
Dooooo
0000000O000000010000030¢@000000000000000)00
0000400000003000000000000000ND@DO0CO0COCOOO)O1
0000030 (@000 0000N0N0N0N0N0NN0)I0000N0N40000000000
000(@0: 84.1%)0 0 0 O mp: 1230 1250 ; HO NMR(CDCl5, TMS, ppm):8 8.36(br s,

1H), 7.92(s, 1H), 7.73(dd, J=1.9 and 1.9Hz, 1H), 7.60(s, 1H), 7.450 7.58(m, 3H)
, 7-41(ddd, J=0.9, 1.9 and 7.9Hz, 1H), 7.25(dd, J=7.9 and 7.9Hz, 1H), 7.09(ddd,
J=0.9, 1.9 and 7.9Hz, 1H), 3.81(s, 3H).

oooooao

oooooaog

ooooao

F3C FSC C
F
OH Ci
NH F

010000030 @GI00000000000000) 000004000000 (0.38
g, 1.3 o0 0000 @5 mM)000O0000000(@.5m)00000000000
01200 020 000000000000001400 00000 O Deand Starkd 0000 O
0000000000000 O000000000000000000000000000
0@ M)OCOODCOO0DCOODOODOODOODOODODD2,40000000000(0.23 g, 1.7
AmmoDO0DO0ODOOO0ODOD(.17 g, 1.74mo)0 00000000000 0O00O0
000000120000000000000000000INDD00COmM)OOD0O0O
000@@OmMXx 0)I0DODO0O0D0O00O00O0(OmMXx3)I00000000000000
0000000000000 O00O0000000000000000000000000
00000000000 OND(,40000000000)010000030@00000
000000000 0)I0000040000000000000(0.40g, 00 : 75.9%
)0 O 0O O mp: 1580 1590 ; *HO NMR(CDCl5, TMS, ppm):d 8.72(br s, 1H), 8.43(ddd, J=
9.1Hz, J,+=6.0 and 9.3Hz, 1H), 7.94(s, 1H), 7.66(s, 1H), 7.56(d, J=5.1Hz, 1H), 7
.55(d, J=5.1Hz, 1H), 7.48(dd, J=5.1 and 5.1Hz, 1H), 6.830 6.94(m, 2H), 3.84(s, 3
H) .
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gboooaod
ooooao

Me Me
N N c, ¢
DR DR D
HaN
@—o OH Oo cl
0 o
Me
N
e NT ) §:}~01
@o NH Gl
o

0D10000030(@000000000000000)0000004000000 (0.30
g, 1.05 mol)D 0 O0O0DO0(@5m)0J 000000000 @.0mM)0000O00O0OD0O00O
01200020 000000000000001400 00000 O0Deand Starkd 00000
0000000000000 000000000000000000000000000
D@ m)J0O0DO0D00DOD0OO0DOD0OODOD0DDDDD2,3000000000(0.17 g, 1.05
mmol)J 00 O0O0D0O0O0D0O0(.13¢g, 1.27moND00ODO0O0O00OODO0OOOOODOOODO
00000120000000000000000000INDD0O0(ONM)OOO0DOO0

O0(@Omx 0)IOODOC0OODO0ODOO(OmMx3)D000000000000000

0000000000000 0000000O0000000000000000000n
0000000O000O0ND(,3000000000)010000030¢@I 000000
0
O

|

O0o0o0ooOo)oooDoOOoOo40000000000000 (0.18 g, OO : 39.2%)0
0O O mp: 1600 1620 ; *HO NMR(CDCl5, TMS, ppm):& 9.23(br s, 1H), 8.53(dd, J=2.5
and 8.2Hz, 1H), 7.95(s, 1H), 7.63(s, 1H), 7.460 7.56(m, 3H), 7.24(dd, J=8.2 and
8.2Hz, 1H), 7.19(dd, J=2.5 and 8.2Hz, 1H), 3.81(s, 3H).
oooooao
oooooag
ooooao

M
N

e Me
N Cl
FaG N\ / —_— FaC, N\ / +
HoN Cl
O OH (0] Cl
0] O
Cl

Me

N
- g

o}

010000030 (@GI00000000000000)0000004000000 (0-30
g, 1.05 o0 0000 @S mM)000O00O00000(@.on)00000000000
01200 020 0000000000000 01400 00000 O Deand Starkd 0000 O
0000000000000 O000000000000000000000000000
D@ M)OCOODCOODCOODCOODOODOODOODODDS3,4000000000(0.17 g, 1.05
mmol)D 00 O00O00O00DO(.13¢g, 1.27mmol) 00 0000000000000 0O000
0000120000000000000000000INDD0O0@OmM)OO0CO0C0OO

O@Omx 0)I0DOD0OO0D0OO0D0O00O0(@OmMXx3)I000000000000000

000000000000 000000000000000000000000000
000000000 O0OND(@G,4000000000)010000030@I000000
0000000)0000040000000000000(0.31g, 00 : 69.3%)0

0 O mp: 1670 1680 ; *HO NMR(CDCl5, TMS, ppm):3 8.35(br s, 1H), 7.92(s, 1H), 7.
84(d, J=2.2Hz, 1H), 7.460 7.61(m, 4H), 7.39(d, J=2.2Hz, 1H), 7.38(s, 1H), 3.81(s

g
a
O
g
a
O
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, 3H).
OoooOoO
DooOoOoO
ooooao

Me Me
N N R F
FaC, Ny — 3G Ny +
- Od o WAL
O OH (o] Cl
(@] @]
Me F

N

o)

010000030 @I00000000000000)I000004000000 (0.37
g, 1.27mmo0 0000 @5 m)000D0000000@.on)00000O00000O0
012000200 00000000000001400 0000 0 O Deand Starkd 00 00 O
0000000000000 000000000000000000000000000
0@ M)IOODO0O0DOODOODOODOONDOONODDND?2,3,400000000000(0.21 g,
1.40 nmol)J 00 0O00O00O0 (.17 g, 1.65mo)0 00000000000 O00O
000000001200 00000000000000000IND00 (0 m)0O000
00000 mMx 0)I0000000000OmMx3)J000000000000
0000000000000 O000000000000000000000000000
00000O00O00O0000O0ND(2,3,400000000000)0100 000 30 (30
00000000000000)I0000040000000000000(0.47 g, O
0 : 88.5%)0 0 O O mp: 1350 1370 ; HO NMR(CDCl5, TMS, ppm):d 8.71(br s, 1H), 8.1
30 8.26(m, 2H), 7.93(s, 1H), 7.66(s, 1H), 7.470 7.59(m, 3H), 6.97(dddd, J=8.8, J
Le=2.2, 7.7 and 11.8Hz, 1H), 3.84(s, 3H).
0ooooQ0
0ooooo
ooooo

M
N

e I\(Ie
N N,N Cl Cl
FaC, W/ — 136 W/ +
HoN cl
O OH (e} Cl
@) O
Ci

Me

0D10000030(@000000000000000)I000004000000 (0.30
g, 1.05 mol)D 0 O0O0DO0(@5m)J00O000O000O0@.0om)000O0O00O0OD0O0O
01200 020000000000000001400000 00 O Deand Starkd 000 00O
0000000000000 000000000000000000000000000
D@Om)DOO0DODO0O0DOD0OODODOODODODNONDDNDD2,3,40000000000(0.23¢g, 1
A6 mmol)J00O0O00O0O0D0O0(.13¢g, 1.27moN0 0000000 O0OOOOOOO
00000001200 00000000000000000IN0DO0D0 (@0 mL)0COO0

DO0O00@@Omx 0)0O0O0O0O00O0O000O0(@OmMx3)J0000000000000

0000000000000 0000000000000000000000000000
0000000000000ND(,3,40000000000)010000030(G000
000000000000 )IO000O0040000000000000(.169g, 00: 3
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3.4%)0 0 0 O mp: 1760 1780 ; *HO NMR(CDCl5, TMS, ppm):3 9.20(br s, 1H), 8.55(d,
J=9.1Hz, 1H), 7.94(s, 1H), 7.62(s, 1H), 7.460 7.58(m, 3H), 7.30(dd, J=9.1Hz, 1H)
, 3.83(s, 3H).

000000

Do0o0o0a0
0000000000000010000030@GI00000000000000)00
000040 0000002,3,500000000000000000N0(2,3,50000
000000)I10000030(GE000000000000000)000000400
00000000000 (@O0: 26.9%)0000mp: 2190 2210 ; *HO NMR(CDCl5, TMS, p
pm):5 9.12(br s, 1H), 8.83(s, 1H), 7.94(s, 1H), 7.62(s, 1H), 7.490 7.56(m, 3H), 10
7.47(s, 1H), 3.83(s, 3H).

Do0o0o0a0

Do0o0o0a0

0000000000000 010000030@GI00000000000000)00
000040 0000002,3,4,5,60000000000000000000N0(2,3,4,

5,600 0000000000110 00003 @ ODODDODODOO0DO0DO0DOODoODOO)DO

O

000040000000 000000C@O: 12.2%)0 00 O mp: 1970 1990 ; HO NM

R(CDCl5, TMS, ppm):d 7.79(s, 1H), 7.330 7.41(m, 2H), 7.26(m, 1H), 7.110 7.18(nm,
2H), 3.76(s, 3H).

O

ooooao 20

gbooogd
ugbodaod

Me Me
N_N N.N Cl
FaG W/ —» F W/ +
HzN F
(6] OH 0] Cl
O (@]
Me F

N
_> ° l\;\__/gl*
@-O NH Cl 30

o

010000030 @G000000000000000)I000004000000 (0-30
g, 1.05 o0 00O00@5mM)000O00O00000(@.2m)00000000000
01200 0200 0000000000000 1400 0000 0 O Deand Starkd 0 0O 00O O
0000000000000 O00O00O000000000000000000000000
0@ M)OOODCOO0DCOO0DOODOODOODOODODD2000004000000000 (0.18
g, 1.27mmoD0 00 O0CO0C0O0ON(.13 g, 1.27 moDI 0000000 O0O0O
00000O000001200000000000000000001IN000 (20 mL)0 O
0000000 @@OMXx 0)I0DO00O0000000(@Omx3)I0000000000
0000000000000 O000000000000000000000000000 40
0000000000000 O00ONDICOOD4000000000)0100000
30@000000000000000)I0000040000000000000 (0-35
g, 00 : 81.0%)0 0 0 O mp: 1350 1370 ; HO NMR(CDCl, TMS, ppm):& 9.02(br s, 1H

), 8.53(dd, J=5.6 and 9.1Hz, 1H), 7.94(s, 1H), 7.62(s, 1H), 7.450 7.58(m, 3H), 7
.14(dd, J=8.0Hz, J,,=2.8Hz, 1H), 7.03(ddd, J=8.0Hz, J,==2.8 and 9.1Hz, 1H), 3.83
(s, 3H).
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Me

v Me
N N RO
FaC Ny FaC I\l)\’{r . @_
HoN F
@o OH @—o cl
o) o
F

Me

N
SEVEA
I i

(@)

010000030 @@@oooooooooooooo)yooooo4o000000D (0-30
g, 1.05mmoDH)O0 0000 @sm)UOODODODODOODOOD@.2m)00000O0O0ODOOOOO
gl2000200000000000000021400000000DeanOStarkd 0 O0O0OO
0o00ooo0oo0oDoOoo0oo0ooDoo0oooDoo0OooU0oDooo0ooDoDooooOooDood
DombO0D0DO0D0Do0o0DoDOooDOooDOooDOooDo3noooo40000000000(
0.20 g, 1.27 moDHO 0O DODODOCOOODODODO (.13 g, 1.27 moDHO OO OODODODOOODO
00000000 oooO0120000000000000000000INOOO (20 mL)
0o0o0ooooooD@omx OD)DODODODODDOODO0OOD@EMLx 3 0O0O0DO0DO0OOO
Jodo0oodUoo0ooDoooUooooO0U0oUooDoDUo0OUDOoo0DO0OoUODoDoODOoUOUDOoOoOOd
0odooo0ooooDooooooooONO@UUoOooo2,40000000000)0O10
000030 @GUUobDoooooDooooooo)0ooDoOo40000000D0D0D000
00(.31g, 00 : 67.9%)0 0 00 mp: 1400 1420 ; *HO NMR(CDCl3, TMS, ppm):& 8.73
(br s, 1H), 8.36(ddd, J=8.5Hz, J,=5.6 and 9.4Hz, 1H), 7.93(s, 1H), 7.67(s, 1H),
7.450 7.60(m, 3H), 6.99(ddd, J=8.5Hz, J,=2.2 and 7.2Hz, 1H), 3.83(s, 3H).
oooao

oooao
Oo0o0o0oDooooooo1loooDoo3m@@oooooooooooooo)oan
0040 0000000000000 000DOO0DOO0OO0DODODODOOONDOOD
010000030 @@UuooooooDooDooDoooo))yooooo40000o0on
O000(@0O: 81.1%)0 0 0 O mp: 780 800 ; HO NMR(CDCl5, TMS, ppm):d 9.00(s
1H), 7.96(s, 1H), 7.400 7.56(m, 4H), 4.06(gq, J=6.9Hz, 2H), 3.78(s, 3H), 1.30(t

OOoo0oooogd
O0Ooo0oo0ooaod

, J=6.9Hz, 3H).

0ooooon

Dooooao

0000000000 000010000030@000000000000000)00
0000400000003,400000000000000000N0(R,4000000
0000)I10000030@I00000000000000)10000040000
000000000 @0: 83.7%)0 0 00 mp: 1340 1360 ; HO NMR(CDCl5, TMS, ppm):
5 8.26(br s, 1H), 7.90(s, 1H), 7.460 7.61(m, 5H), 6.88(dd, J=2.2 and 8.5Hz, 1H),

6.81(d, J=8.5Hz, 1H), 3.90(s, 3H), 3.87(s, 3H), 3.81(s, 3H).

oooooo

oooooo

0000000000 000010000030¢@000000000000000)00
000D0400000000000000000000000000000000NDO0O
00010000030 @I00000000000000)00000040000000
0000000 : 71.1%)0 0 0 O mp: 580 600 ; *HO NMR(CDCl5, TMS, ppm):d 8.97(b
rs, 1H), 7.95(s, 1H), 7.52(s, 1H), 7.50(d, J=7.5Hz, 1H), 7.44(dd, J=7.5 and 7.5

Hz, 1H), 7.43(d, J=7.5Hz, 1H), 4.06(q, J=7.2Hz, 2H), 4.03(q, J=7.2Hz, 2H), 1.44(
t, J=7.2Hz, 3H), 1.30(t, J=7.2Hz, 3H).
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gboooaod
ooooao

O
g
u
O
g

Me

Me 1
.N N
FsQ NJ  — FG N g + H2N—©
=N o =N @)

Me

N.N
— P3G W/ Q

=N o

10000030 @O0000000000200000000)00000040000

0(.75g, 2.6l mmol) 000005 M) 00000000 OD@.5m)0O0O0O00
000001200020 000000000000 00 1400000 0 O O Deand StarkO
000000000000 0O00O0O00O0O000O000O00000000000000
00000 mM)ODOD0DODOD0DDONO0NDONO0NONDONODODONDOO0OD(0.29 g, 3.13 mmo

HDOODOOOOD0ODDODOO0E@-32¢g, 3.13mmoHOOODODOODODOOOOOOODODOOO

O
O
O
O
O

oco01200 000000000000 0O00O0O0NNOOCDOCOMLDOOOOOOOO
(Q0mx OHODOODOOOODOO0ODOCOMx 3 0oooOoOooooDoOOoOoooon
ooooooooooboboooobooooooooooobDoOoooobooooobooboo
cooooOOO0oO0ONOO0OO0ODODO1IODODDDOO3q@ooooobobODODDbDDbD20000
ooo0O) oDOOoOooo40O0000O0ODDDOOODO0O0@.B1g, OO0 : 3.5%)0000mp:

1120 1140 ; *HO NMR(CDCl5, TMS, ppm):& 8.50(d, J=5.0Hz, 1H), 8.38(br s, 1H), 7.6
9(s, 1H), 7.500 7.57(m, 3H), 7.40(d, J=5.0Hz, 1H), 7.240 7.35(m, 2H), 7.050 7.15
(m, 1H), 3.88(s, 3H).

g
a
O
g
g
u

obood

oboooad
ocoooOoOO0OO00O0O00ooo1ooOo0O0b0O3q@oooooooODDDbD2000000
OH)oooooo400D0000D2400000000000000D0O0ONO 2,400
oCooDoOoOO0O0O)o1ooooo3gw@oooooooooo22oooooooo)oo
00D040000000000000C@0O: 9.4%)0000mp: 1560 1580 ; *HO NMR(C

DCl,, TMS, ppm):& 8.53(br s, 1H), 8.45(d, J=5.3Hz, 1H), 8.300 8.42(m, 1H), 7.97(

S,

u
O
g

1H), 7.48(s, 1H), 7.38(d, J=5.3Hz, 1H), 6.780 6.92(m, 2H), 3.89(s, 3H).
0oooo

0000

o0ooo

Me I\'/Ie
N.N N.N

W/ — N/
O HN=-COOEt @) NH,

ONO@BDOOOOoDOOoOOoQOooDbD40O0O0H)OOOODDOO0-.83 g, 3.18 mmol)O O
coooE@ moooo2oococooooooo@omL)D0co00D0ODOO0OO0O0OOggaizo
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0040000000000 00D0OOCO0O00ODOOOOOGOoOmMLDO0IODOOOODODO 4o

mx 2) 0 0000000000 @OmLx 2)UOO0OOODDODODOODODODOOOOoOOODOOO
oooo0oDoDoODO0OO000U0O0ooooOO0O0DODDODO0DO00DU0DO0O0DOoDOoDoOOoD4DO0DO0001I00
0003000000000 00000000 (.48 g, 00 : 80.5%)0 0 O O *HO NMR(CD

Cls, TMS, ppm):d 7.260 7.34(m, 2H), 7.090 7.10(m, 3H), 6.99(s, 1H), 3.72(s, 3H),
2.300 3.00(br s, 2H).

oooooo
gooooaog
ooooaog
10
Me I\{!e
N'Nz N'N
F3(3 \ l e |:3(3 \ /
@—o HN-COOEt O NH
20
ONO[B0 (B0 0000000 D0O0)I0OO0OO0ODODOODDO4000]1000000000
(1.27 g, 3.86 moDI DD O0DO0@ m)DOODD2%I 000000000G mL)OO
000O000000012000400000000000000000000000 (50 mL
Y OODODODOODODDOD@Omx 2D ODODOD0000D000@ mx 2000000000
000000000000 D0000D0D0000D0000DO00O0o0oo0o0onoDooooaDo
0000400000 ([B0(@GII0O0O0DD0O0OD)IODDOO0O]00O0O0DO0O0OO0DDO(o.
93 g, 00 : 93.7%)0 0 O O *HO NMR(CDCl5, TMS, ppm):8 7.41(dd, J=7.5 and 7.5Hz, 1
H), 7.32(s, 1H), 7.27(d, J=7.5Hz, 1H), 7.26(d, J=7.5Hz, 1H), 7.01(s, 1H), 3.74(s
, 3H), 2.100 2.70(br s, 2H). 30
gooooo
ooooao

gboooao
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Me Me
N&Ng
\ /
COOEt @— COCI
I\I/Ie f\l/le
N.N N,N
\ [ — N/
O Nj O HN-COOEt

010000030000000000004000000 (@.0g, 4.58 mmol)J 0000 (
25mM)0000000000C@.0on)000D00D0DD00D00D0DI1200020000000
O 0001400 000000Deand Starkl 0000000000000 O0O0O
0000000000000 O00O0O00DMF(ROML))0O0O0O0O00O0O0000O
000000000 (.36g, 5.50mmol)J00000000O000O0000O
0000O0002000000000000000000000 (50 mL)O0O00O
(0mlx )0 0000000000 Q@ONx 2)00000000000000
0000000000000 O000O0000000000000000000
DO0@Om)00DOD0DDO00DDODDD01200040000000000000
000000000 OND@QODOD0OO0OO030000000000004000)0
0000000000(0.92 g, 00 : 77.0%)0 0 0 0 *HO NMR(CDCl5, TMS, ppm
7.70(s, 1H), 7.260 7.35(m, 2H), 7.020 7.11(m, 3H), 6.61(br s, 1H), 4.18(q, J
=7.2Hz, 2H), 3.78(s, 3H), 1.27(t, J=7.2Hz, 3H).

Do0oo0Q

Doooao

Doooo

HDDDDDDDDD
SO0 Oo0oo0oQgoodg
OO0 ooogogaog
Ooooogogoao
Ooooooogoogoo

‘ ‘ NaN3
COOEt @‘ COCI

FsC — » FC N )
s >—Z @J—ZHN-COOB

0D10000030(@D00000000000000) 000004000000 (1.50
g, 5.24mmol)0 00005 m)DJ00O000O00O0O0@.0omM)000O0O00O0OD0O0
01200 02000000000000000140000 000 O Deand Starkd 000 00O
000000000000 O0O00O0O00O0O000000000000O0O0O0O0DMF(20 mL)
000000000000 00000000000000(0.41 g, 6.29 mmol)0 OO0
0000000000000 0000000000020000000000000000

000O00O0@GOm)0DO000000@OMx 2000000000010 mbx 2)0
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D000000000000000000000000000000000000000
0000000000000 00D0O000D0@Om)00O0O0DO0O0DO0O0O120004
0000000000000 000000000000000NDO[A0O000O030 (@00
00000000)0O000000O00D04000]00000000000000000
0 (1.31 g, 00 : 75.9%)0 0 O O *HO NMR(CDCl5, TMS, ppm):d 7.71(br s, 1H), 7.43(d
d, J=7.5 and 7.5Hz, 1H), 7.35(s, 1H), 7.34(d, J=7.5Hz, 1H), 7.27(d, J=7.5Hz, 1H)
, 6.17(br s, 1H), 4.19(q, J=7.2Hz, 2H), 3.79(s, 3H), 1.27(t, J=7.2Hz, 3H).

ogooooad
ogoooao
ooooao
Me Me
N N
@—o NH, @—OHN
O

0300000000(.39g, 2.54 mmol)J000O0OmM)D0O0O0O00O000O0(L.0
MO0 OD0O00O00O0000120002000000000000000140000000
ODeand Stark0 0 00000000 O00OO00OOOOOOOOOOOOOOOODOOOO
DO00O00O00ODMR(0 ML) DOOD0D00O00OD0DO00O00DOD0DOD0O00O0D0OD0 (0.38
g, 2.74mmo040 000030 0000000000(0.40 g, 2.11 mmol)J 000 OO
00000000000 0000000120000000000000000000 1IN0
00@GOmM)D 00000000 @ nx 2)0 0000000000 (40 mLx 2)0 00 O
000000000000 0000000000000000000000000000
00000000000 0000000000@O00000000/0000=1/2)0
000000000 OND@QOOOO0O030000000000004000)030000
00000000000 (.49 g, 00 : 71.1%)0 0 0 0 mp: 930 950 ; HO NMR(CDCl,
TMS, ppm):& 8.09(s, 1H), 7.68(dd, J=1.9 and 1.9Hz, 1H), 7.57(ddd, J=1.9, 1.9 and

7.9Hz, 1H), 7.51(br s, 1H), 7.49(ddd, J=1.9, 1.9 and 7.9Hz, 1H), 7.310 7.40(m,
3H), 7.090 7.20(m, 3H), 3.86(s, 3H).

oooooao
ooooao
00000000000 D400000@BO@@OODOODODODOOOD)Y OOOO]ODO
0000000000000 0OD0O0OD0DOND SO @OOUoOooDooDooDoD)oDooDOoDbDOd
0000400010 00000000000C@0O: 53.8%)0000mp: 1100 1120 ; *H
O NMR(CDCl5, TMS, ppm):d 8.14(s, 1H), 7.750 7.80(m, 2H), 7.400 7.58(m, 6H), 7.32
d 7.40(m, 2H), 3.84(s, 3H).
oooooao
goooaod
goooao
Me Me F
N
FaC !\5\_/2 » F3C 1\5\—_/2
Do NH, @ro HN
O

0400000[B0@I000000000)I0000]00000 (0.26 g, 1.00 mmol)
ODMF(25 mL)O0 000000000 (.16 g, 1.19 mmol)040 000000000000
(0.17 g, 1.10 o0 OO0 0000000000 OC0OO0OO0OOO0O0OO0O012000
0000000000000 000INDDOOGOn)000000000 (40 mbx 2)0 0
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Oo00oo0oDoOdo0@onx 2)DODOO0O0DO0DODDODODODODODDOOOODDODOODOOODDOO
I e
000000000 /0000=1/2) 00000000000N [ACODDDODO30@GOO
0000000 Y ooooooooooD4000]0400000000ODOOOOOO
(0.20 g, 00O : 51.4%)0 0 O O mp: 1140 1160 ; *HO NMR(CDCl5, TMS, ppm):d 8.11(s
1H), 7.79(dddd, J=8.5Hz, J,=3.2, 3.2 and 5.0Hz, 2H), 7.410 7.50(m, 3H), 7.32
7.41(m, 2H), 7.14(dddd, J=8.5Hz, J,z=3.2, 3.2 and 8.5Hz, 2H), 3.86(s, 3H).
ooooao

oooao

000000000 oDoo40 0000 @EO@@EUOUOOoODoODOoDOoOO0OO)yY OO0Oooo]oOo
000d2,40 0000000000 QC000DOO0OO0OOND [A000DO0DO30@EUOO0
Oo00oDOoO)Y OoOooooooooo4D DO 2,40000000000D0O0O0000O00
(00 : 46.0%)0 0O 0 0O mp: 1100 1120 ; *HO NMR(CDCl5, TMS, ppm):& 8.18(ddd, J=6.

6Hz, J,,==7.7 and 8.5Hz, 1H), 8.100 8.18(br s, 1H), 8.11(s, 1H), 7.410 7.50(m, 2H

), 7.320 7.41(m, 2H), 7.04(ddd, J=8.7Hz, J,=2.5 and 8.5Hz, 1H), 6.89(ddd, J=8.7
Hz, J,e=2.5 and 12.2Hz, 1H), 3.84(s, 3H).

oooooQ

Dooooo

0000000000 0000300000001,500000000000400000
0000050 000002000000000000000000001,50000003
D0@I00003000000000000000)I00000400000000000
000D0(@DO: 92.7%)0 000 mp: 770 790 ; HO NMR(CDCl, TMS, ppm):d 7.96(d, J=
9.0Hz, 1H), 7.48(d, J=2.6Hz, 1H), 7.30(dd, J=2.6 and 9.0Hz, 1H), 4.15(q, J=7.1Hz
, 2H), 3.78(s, 3H), 2.58(s, 3H), 1.12(t, J=7.1Hz, 3H).

Dooooo

Dooooo

0000000000000 03W0000001000000000004000000
000050 00002000000000000000000001000000 30 (40
0000300000000 000000)0000040000000000000
00 (00 : 98.3%)0 0 O O *HO NMR(CDCl5, TMS, ppm):3 7.98(d, J=9.0Hz, 1H), 7.90(s

1H), 7.54(d, J=2.8Hz, 1H), 7.35(dd, J=2.8 and 9.0Hz, 1H), 4.20(q, J=7.0Hz, 2H)
4.03(t, J=7.0Hz, 2H), 1.92(tq, J=7.0 and 7.0Hz, 2H), 1.20(t, J=7.0Hz, 3H), 0.9

5(t, J=7.0Hz, 3H).
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000000000000 D0100000000300000000000040000
0000050 0000200000000000000000000100000000
30 @0 0000300000000000000)I000004000000000
00000 (0O : 89.5%)0 00 O *HO NMR(CDCl5, TMS, ppm):d 7.98(d, J=9.0Hz, 1H)

7.93(s, 1H), 7.55(d, J=2.7Hz, 1H), 7.34(dd, J=2.8 and 9.0Hz, 1H), 4.42(sep, J=

.8Hz, 1H), 4.19(q, J=7.3Hz, 2H), 1.54(d, J=6.8Hz, 6H), 1.20(t, J=7.3Hz, 3H).
0Do0ooao

Doooao

0000000000000 100000300000000000040000000
00500000200 00000000000000000010000030@000
030 00000000000000)00000400000000000000 (@
: 92.3%)0 0 0 O mp: 800 830 ; “HO NMR(CDCl5, TMS, ppm):& 7.98(d, J=9.0Hz, 1H),

7.89(s, 1H), 7.53(d, J=2.6Hz, 1H), 7.35(dd, J=2.6 and 9.0Hz, 1H), 4.19(q, J=7.2
Hz, 2H), 4.06(t, J=7.4Hz, 2H), 1.87(tt, J=7.4 and 7.4Hz, 2H), 1.35(tq, J=7.4 and
7.4Hz, 2H), 1.20(t, J=7.2Hz, 3H), 0.97(t, J=7.4Hz, 3H).
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DoooooQ
oooooon
00000O00O00O000003000000010@0IO0000000)04000000
D00O0sS0000020000000000000000000010@I0OO0O000O
0)030 @0 0000300000000 000000)I0000040000000
00000000 (@ 0: 98.2%)0 00 0 THO NMR(CDCl5, TMS, ppm):d 7.99(s, 1H), 7.9
8(d, J=8.0Hz, 1M), 7.57(d, J=2.5Hz, 1H), 7.37(dd, J=2.5 and 8.0Hz, 1H), 4.78(dt,
J=4.8Hz, J,-=46.8Hz, 2H), 4.35(dt, J=4.8Hz, J,-=21.8Hz, 2H), 4.24(q, J=7.3Hz, 2
H), 1.22(t, J=7.3Hz, 3H).

ocooooao

oooooao
oooo0Di1600000001,500000030@GUIO00O0O0O3ODDODDODO0O0ODOOO0O
oooOoO)YooOOoooo4000O0O0O0O0ODDOODODO0DO3@UODOOD3DODOOOOO
0o0oooooo)oil,500 00000000040 000000000O00O00O0O (10.64g
, 00 :92.1%)0 0 00 mp: 1260 1280 ; *HO NMR(CDCl5, TMS, ppm):8 7.22(d, J=2.7Hz

1H), 7.12(dd, J=2.7 and 8.8Hz, 1H), 6.69(d, J=8.8Hz, 1H), 4.22(q, J=7.2Hz, 2H)
, 4.00(br s, 2H), 3.62(s, 3H), 2.52(s, 3H), 1.23(t, J=7.2Hz, 3H).

Dooooo

ooooon
000O00160000000100000030@000003000000000000
O

O

00) 0000040 000000000000030@00000300000000

000000)01000000000004000000000000000C@0°: 98
.3%)0 O O O *HO NMR(CDCl5, TMS, ppm):8 7.79(s, 1H), 7.26(d, J=1.5Hz, 1H), 7.15(d
d, J=1.5 and 8.8Hz, 1H), 6.70(d, J=8.8Hz, 1H), 4.23(q, J=7.0Hz, 2H), 4.01(br s,
2H), 3.94(q, J=7.0Hz, 2H), 1.85(tq, J=7.0 and 7.0Hz, 2H), 1.26(t, J=7.0Hz, 3H),

0.91(t, J=7.0Hz, 3H).

Do0o0o00

000000
0000016000000010000000030@00000300000000000
00000)0O000O040000000000000030@I000030000000
000000000 )I100000000000004000000000000000 (
00 : 99.5%)0 O O O *HO NMR(CDCl5, TMS, ppm):8 7.79(s, 1H), 7.27(d, J=2.4Hz, 1H)

, 7.14(dd, J=2.4 and 8.8Hz, 1H), 6.70(d, J=8.8Hz, 1H), 4.33(sep, J=6.5Hz, 1H), 4
.23(q, J=7.3Hz, 2H), 4.00(br s, 2H), 1.47(d, J=6.5Hz, 6H), 1.25(t, J=7.3Hz, 3H).
Dooooo

ooooon

00000160 00000010000030@00000300000000000000
0D0)00O000D040000000000000030@I000030000000000
000O00D0)I100000000004000000000000000(00: 92.6%)
00 00 *HO NMR(CDCl, TMS, ppm):d 7.78(s, 1H), 7.26(d, J=2.8Hz, 1H), 7.14(dd, J
=2.8 and 8.8Hz, 1H), 6.70(d, J=8.8Hz, 1H), 4.23(q, J=7.3Hz, 2H), 4.00(br s, 2H),
3.96(t, J=7.0Hz, 2H), 1.80(tq, J=7.0Hz, 2H), 1.29(tt, J=7.0 and 7.0Hz, 2H), 1.2
6(t, J=7.0Hz, 3H), 0.93(t, J=7.3Hz, 3H).

Do0o0o00
DO0O0000
000001600000001000000000)030@I0000300000000
00000000)0O000040000000000000030@I00003000
000000000000)010@IO0O00N00N0N) 00000400 00000000
000000 (@O0: 99.7%)0 0 0 O *HO NMR(CDCl5, TMS, ppm):d 7.88(s, 1H), 7.100 7

.33(m, 2H), 6.70(d, J=10.0Hz, 1H), 4.70(dt, J=5.0Hz, J,=47.5Hz, 2H), 4.110 4.32
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(m, 4H), 4.04(br s, 2H), 1.28(t, J=7.5Hz, 3H).

Do0o0o0Q

Do0o0o0a0

00000270 00000030@I00003000000000000000)01,50
000000000040 000000000001,500000030¢@0000000
00000000)000000400000000000000(@0O: 74.7%)0000m
p: 620 630 ; *HO NMR(CDCl5, TMS, ppm):3 7.170 7.46(m, 4H), 4.13(q, J=7.2Hz, 2H),
3.74(s, 3H), 2.56(s, 3H), 1.08(t, J=7.2Hz, 3H).

Do0o0o00

Do0o0o0Q0
0D000027000000030@000003000000000000000)0100
0000000004000 000000000100000030@0O00000000
000000)I000004000000000000000(@0O: 82.4%)0000 M
0 NMR(CDCl5, TMS, ppm):d 7.86(s, 1H), 7.210 7.49(m, 4H), 4.18(q, J=7.3Hz, 2H), 3
.99(t, J=7.0Hz, 2H), 1.90(tq, J=7.0 and 7.0Hz, 2H), 1.16(t, J=7.0Hz, 3H), 0.94(t

, J=7.3Hz, 3H).

oooooQ

Dooooo
0000027000000030@I00003000000000000000)0100
0000000000 0400000000000010000000030@GI0000
0000000000 )I000004000000000000000C@ 0 : 75.3%)0
0 O O HO NMR(CDCl, TMS, ppm):d 7.91(s, 1H), 7.200 7.47(m, 4H), 4.38(sep, J=6.8
Hz, 1H), 4.17(q, J=7.3Hz, 2H), 1.51(d, J=6.8Hz, 6H), 1.15(t, J=7.3Hz, 3H).
oooooo

Dooooo

0000027000000030@000003000000000000000)0100
0000000040000 0000000010000030@GI 0000000000
0000)IOO0DO00D04000000000000000(0: 75.3%)0000 *HO NMR
(CDCl5, TMS, ppm):d 7.86(s, 1H), 7.220 7.49(m, 4H), 4.18(q, J=7.5Hz, 2H), 4.03(t
, J=7.5Hz, 2H), 1.85(tt, J=7.5 and 7.5Hz, 2H), 1.210 1.43(m, 2H), 1.16(t, J=7.5H
z, 3H), 0.95(t, J=7.5Hz, 3H).

Do0o0o00

Do0o0o0aQ

00000270 00000030@I00003000000000000000)010 (2
0000000D0)0O0000400000000000010@O00000000)03
0D@EI0000000000000O0)000004000000000000000 (¢
00 : 81.1%)0 O O O HO NMR(CDCl5, TMS, ppm):d 7.95(s, 1H), 7.230 7.50(m, 4H), 4
.75(dt, J=4.3Hz, J,-=47.0Hz, 2H), 4.23(dt, J=4.3Hz, J,=21.8Hz, 2H), 4.25(q, J=7
_3Hz, 2H), 1.19(t, J=7.3Hz, 3H).

oooooao

gboooaog

O3 @ooooo3xwoooooooooooooOo)1oooooooOoOoo4000O
oooo0ODDE@.79, 8.20mo)OD 400 0000000 @ mL)boO 0O O0O0OO3000
ooooooooobD@Emu)oooooobooOononDE@.8 g, 12.3 mmo) DO O OO
ocoooooOOoO000o0wWwoooooDOoOo0ooOoooo0E.oLODOoDOo2000000
ocooooOoOOoO0oO0oOoOooooooODODOoOONNODOOEGoOmMHODODDODDOOODODOO (8o mL
x2)yoooooooooo@zomb)ooODODODOOODODOODOOODODODDDODOOOOO
gboobooooooboobgobobobooooboobobobobooooobobobao
oco@oooooooogo/oboo0o=w4HooooooooooooboDo3gn@E@oooo
o3qooO0O0O00000o0ooooo)1oooooooooo40000ODDOOOOOO
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000000 (.75 g, 00 : 82.4%)0 0 O O *HO NMR(CDCl5, TMS, ppm):3 7.83(s, 1H),
7.63(d, J=8.8Hz, 1H), 7.47(d, J=2.8Hz, 1H), 7.17(dd, J=2.8 and 8.8Hz, 1H), 4.20
(q, J=7.0Hz, 2H), 3.83(s, 3H), 1.21(t, J=7.0Hz, 3H).
Oooooo
0oooooao
030 40 00003000000000000000)0100000000004000
000000 (6.0g, 18.2 mmol)D 0D 0 O D O (10 mL)O O 20%0 O (3.65 g)d 00 O O
0000000000000 (.38gUOIDND@mM)IDND010000000015%0 0
0000000000000 00(@m)IDND4000000000000000000
OINDODO@OomDIDODODDODODOGONx 2)00000000000@ooL)d 00
0000000000000 000000000000000000000000000
0000000000000 0000000000@O0O0O000000/0000-=1/4
I OOOODDODOOODDODO0OO010000030@I00000030000000000
00000)I0D0DO0OD04000000000000000(.45¢g, 00 : 6.8%)000
0 1HO NMR(CDCl5, TMS, ppm):3d 7.82(s, 1H), 7.320 7.51(m, 2H), 7.200 7.32(m, 1H),

4.21(q, J=7.3Hz, 2H), 3.82(s, 3H), 2.48(s, 3H), 1.21(t, J=7.3Hz, 3H).
oooooQ

Dooooo
000D0@.5m)00000@M)I0DD0DN0NDN3W@I000N0300000000
000O0000)0100000000004000000000 (2.0 g, 5.82 mmol)d O
000O0020000000000000000000(0.32g, 4.66 mmol)I 00O (2.
5m)0 0000000000000 0D03000000000000000000000 (
0.63 g, 6.4l mmoNIO0I0DON0ONODONDDNIDONO0O0O0ONONONONONONONONOODDODOO

INDODO@GOmMD)IODODDODODODODD@GOnx 2)00000000000 (50 mx 2)0 0
0000000000000 0000O000000O000O00000000000000
0000000000000 O0O0O0O0O0O0O0O0O0O0O@O00O00O0O0oO0/0000-=1
/6) 00 00000000000030@I00003000000000000000)0
1000000000040 0000000000000000(0.84g, OO0 : 39.8%)0
0 O O *HO NMR(CDCl5, TMS, ppm):d 7.84(s, 1H), 7.46(d, J=2.9Hz, 1H), 7.43(d, J=8.
8Hz, 1H), 7.23(dd, J=2.9 and 8.8Hz, 1H), 4.20(q, J=7.1Hz, 2H), 4.08(q, J=7.3Hz,
2H), 1.50(t, J=7.3Hz, 3H), 1.21(t, J=7.1Hz, 3H).

Do0o0o00

0oooooo

00000390 0000001,500000030@I00000000000000)0
00000400000000000000001,500000030C@GI0000000
0000000)IOO0DO000400000000000C@0: 88.0%)0000mp: 1550
1580 ; HO NMR(CDCl5, TMS, ppm):d 7.280 7.49(m, 4H), 3.70(s, 3H), 2.54(s, 3H).O

gboobooooobooboboboooboobobooboao

ugboogood

goooooagd
oooboosuiboooooi1booooo3a@uooooooooooooo)ood
ocooo4 00000000 DOOCOODOOIDO0O0OO0OO0OOSE@ODODODOOOOOOO
ooooODO)Y ODOOOoOoo400000DDOOO0OO0O0O@DO - 88.0%0O0O0O0O0O0MP: 1030 10

60 ; HO NMR(CDCl5, TMS, ppm):& 7.88(s, 1H), 7.300 7.51(m, 4H), 3.97(t, J=7.3Hz,
2H), 1.88(tg, J=7.3 and 7.3Hz, 2H), 0.93(t, J=7.3Hz, 3H).0 00 O0OOO0O0O00ODO
00000000000 00000

Do0o0o0a0

0oooooo

00000390 00000010000000030(@I00000000000000)
0000004000000000000000010000000030@0O00000
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000O00O00O00)I000004000000000000C@0: 94.0%)0 00 0 mp:
980 1020 ; HO NMR(CDCls, TMS, ppm):d 7.93(s, 1H), 7.270 7.49(m, 4H), 4.38(sep,
J=6.5Hz, 1H), 1.49(d, J=6.5Hz, 6H).0 0 0000000000000 O00O00O000O

gboooad

ugboogood

ooooooaod
ooooosuiboooooi1boooo3ap@@uooooooooooooo)ooo
ocoo40000000000DO0COODOIDO0O0OOSW@OODDODOOOOOOO
OOoO0O)HODDOOOO0400000C0C00OD0ODO0O@O = 94.0%)0000mp: 1260 1280 ;

HO NMR(CDCl5, TMS, ppm):8 7.87(s, 1H), 7.290 7.52(m, 4H), 4.01(t, J=7.5Hz, 2H)
, 1.83(tt, J=7.5 and 7.5Hz, 2H), 1.33(tq, J=7.5 and 7.5Hz, 2H), 0.94(t, J=7.5Hz,
3.0 000000000 0ODO0D0D0D0DO0Do0oooooooDoo0Ooao

ocooooao

ooooooao

010 @oooooooo)3a@ooDoooooooooooo)Ynooooo400O
ooooDDoDDoDO0@-0g, 2.8 moDODODOODODOGM)IOODINODDDDODODODOOO(
A7y MDD O0O0D0DOD0DOOO0DO0DDODOOOO0DODO0ODOOOODOOINOD @OmLDHODOODOO
Oo00D@omx 2y 000oooooooo@Gom) D000 o0ooODoDoDOoDoDooooo
oo0oo0oDoDoODO0OO000O0O00ooOoOoOoO0DDDODO0D00DO0DO0o0OooDoODoOoODoODDOoDOOoDOoOg
oooooOoOO0OO000O00ooooODOODO0D0DU0D0DO0o0oooo0o0DDIDUuUOoOoon
0O0)Ho3n@UUooDooooooooooo)Yooooo400000000D0OO (0
.50 g, 00 : 54.9%)0 0 00 mp: 1220 1250 ; *HO NMR(CDCl5, TMS, ppm):8 7.98(s, 1H
), 7.280 7.51(m, 4H), 4.73(dt, J=4.5Hz, J,=46.8Hz, 2H), 4.29(dt, J=4.5Hz, J =2
6.5Hz, 2H) .0 00 O0D00DDOODOO0OODODODOOODDOODOODODODDODOO
ocooooao
ocoooooao
010 @uoooooooo)H)o3n@uUiUDooDoooooDooooo)yY0ooooo4add
0oooood -6 g, 4.62 mmol)O ooomb)ooo20000000000C(¢
20mb) 00000 OoOooOoODOoOOOO Oo0oOoOoDOOINOO (6o mL)ODOOODO
oooDoD@Gomx 20 0oooooo aqoomL)DODODODODODODOODODOOOOO
Oo0o0o0oDDoDOoDOoOoooooooooao oooooDoDOoOoOooOoooooooooao
ooooDDoDoDOooDoDoooooooao ooooooDoODOoOoOoOo3@uoUooooaon
ocooooDoOOoOO0oO)Yo1loooooooDoDDODOo400000D0DDDODODOD (@-189, OO
85.6%)0 0 0 O mp: 1380 1390 ; *HO NMR(CDCls, TMS, ppm):& 8.04(s, 1H), 7.360 7.58
(m, 4H), 6.83(dd, J=7.5 and 15.0Hz, 1H), 5.60(dd, J=2.5 and 15.0Hz, 1H), 4.98(dd
J=2.5 and 7.5Hz, 1H).0 0000000 O0OOOOOOODODDOOOODOOOOOO

[ I B B R
I B |

a
u
O
g
u
O

ocooooao

ooooooao
oo0o0o0oD3W000000o3aWU@oooDoDo300oo0oooooooooOo)o1od
oooo0DoDoOO0o04000000000DDOO0O0O0DO0O3U@IOODDO3O0D0ODOOO0O
00000000yl 0o0o0ooo0ooo4000000D0000D@O: 89.2%)0 O
0 O mp: 1210 1220 ; *HO NMR(CDCl;, TMS, ppm):d 7.85(s, 1H), 7.65(d, J=8.8Hz, 1H)
, 7.53(d, J=2.9Hz, 1H), 7.23(dd, J=2.9 and 8.8Hz, 1H), 3.82(s, 3H).0 0 OO0 OO
oo0oo0oDoDOoO0oO0ooOooooooooooOooao

oooooao

ooooooao
ooo00OD3WOo000001ooooD3@Uoooooo3aooDoDoDooooon
0o0o0o)Yooooo4000000000D0D0O0O0O0DOD1I0O00oDoD3@IoOoOoOOd
0030000000000 ooooO)Y O ooooo4000000DDDODOO0O0O @O 90

.6%)0 0 0 O mp: 1740 1760 ; *HO NMR(CDCl5, TMS, ppm):d 7.85(s, 1H), 7.290 7.55(m
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, 3H), 3.81(s, 3H), 2.50(s, 3H).0 000000 O00OO0O0OOOOOOOOOOOOO
000

Do0o0o0a0

0oooooo

00000390 00000010000030@00000300000000000000
00)00O00004000000000000000010000030@0000030
000000000000 D0O0)00000400000000000(.53g, 00: 9
5.7%)0 0 O O mp: 750 760 ; 'HO NMR(CDCl, TMS, ppm):d 7.82(s, 1H), 7.45(d, J=2.8
Hz, 1H), 7.37(d, J=8.8Hz, 1H), 7.22(dd, J=2.8 and 8.8Hz, 1H), 4.00(q, J=7.3Hz, 2
H), 1.41(t, J=7.3Hz, 3{).0 00 0000000000000 O0C0COO0C0O0O000OO0

gboooaod

ugbooogaoan
ocoooooOOoO0O0O0oO0oooo,s00000030@IOUOoDoODoOooODDOODOoO0oDooo)
Ooo00DD400000002,400000000000000000NO0 400000
coooooH)oi1,50000oo3a@@@oooooooooooooo)yoooooDa
0000000000000 (@DO: 9.7%)0 000 mp: 1500 1520 ; *HO NMR(CDCl5, TM

S, ppm):d 8.80(br s, 1H), 8.340 9.00(m, 1H), 7.63(s, 1H), 7.390 7.57(m, 3H), 6.7
70 6.94(m, 2H), 3.72(s, 3H), 2.66(s, 3H).

oooooao

Doooooo
00000O00O00000001,500000030@000000000000000)
000000400000000000000000000000000000000ND
000001,500000030@I00000000000000)I000004000
0000000000 (0 : 31.1%0 0 0 0 mp: 1400 1410 ; *HO NMR(CDCl5, TMS, ppm
):8 9.02(br s, 1H), 7.340 7.57(m, 4H), 4.03(q, J=7.1Hz, 2H), 3.66(s, 3H), 2.61(s

, 3H), 1.28(t, J=7.1Hz, 3H).

ocooooao

ooooooao
oo0o0o0DDoDoOD0000O0o0ooDl0o00D0oO3x@EUUOOOooDoODoODoDoODOoDO0oDoDOo)on
00004000000 0o000000D0DOO0OO0D0DO0DOONDEUODDODDDODOOOND1IOO
00030 @EUUi0oDoooo0oDooo0ooo)yD00o0oDo4000000000D0O0O0
0 (@0 : 85.1%)0 00 0O mp: 1440 1450 ; *HO NMR(CDCl5, TMS, ppm):3 8.36(br s, 1H)
, 8.17(d, J=8.0Hz, 1H), 7.95(s, 1H), 7.430 7.61(m, 4H), 7.130 7.29(m2H), 7.04(dd
d, J=1.2, 7.4 and 7.4Hz, 1H), 3.82(s, 3H), 2.24(s, 3H).

ocooooao

ooooooao

00000000 ooDoo0ooniAi0Doo0oo3an@EUUoooooooDoooooo)od
00004000000 0200000B0000000000000D00ONDODODDODOO
A00000000)1000003@UUOODODO0DOoDODODODODODOoDOoDO)I0oOooOODOA
0000000000000 (@O: 14.6%)0 0 0 0 mp: 1860 1880 ; *HO NMR(CDCl5, TM
S, ppm):6 8.71(br s, 1H), 8.63(d, J=9.1Hz, 1H), 8.13(dd, J=2.7 and 9.1Hz, 1H), 8
.07(d, J=2_.7Hz, 1H), 7.97(s, 1H), 7.450 7.63(m, 4H), 3.83(s, 3H), 2.34(s, 3H).

Do0o0o00

0oooooo

0000000000000 010000030@GI00000000000000)00
00004000000 040tert0 0000000000000 0ND (40 tertD 000
0000)I10000030(@I00000000000000)I00000400000
000000000 (@0: 86.0%)0 0 00 mp: 1320 1340 ; HO NMR(CDCl5, TMS, ppm):
5 8.31(br s, 1H), 7.92(s, 1H), 7.58(s, 1H), 7.49(dd, J=2.1 and 8.7Hz, 2H), 7.43
0 7.56(m, 3H), 7.35(dd, J=2.1 and 8.7Hz, 2H), 3.80(s, 3H), 1.30(s, 9H).
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oooooaog
oooooood
00000000 ooo0ooDiAi0oooo3n@EUUooooooooooooo)od
0000400000003 00000000 oDooDoooDooNO@@@oODooooon
0O0)iooooo3n@GuUbooouooooouoooo)yDoooDoo4000000
0000000 @0O: 75.7%)0 0 0O 0 mp: 1040 1050 ; *HO NMR(CDCl5, TMS, ppm):3 8.
33(br s, 1H), 7.91(s, 1H), 7.440 7.67(m, 5H), 7.160 7.30(m, 2H), 7.00(ddd, J=1.0
, 2.0 and 6.7Hz, 1H), 3.80(s, 3H), 2.49(s, 3H).
oooooao
ooooogag
ONO @BLODODDOO0OOoOoOo)H)YOD1ooooo3n@@uoooooooooooono)o
00400000000@.94¢g, 2.30moDHO 0 OOODOO @GO mMDHOOOOmMOO
0oooo@.00g, 5.76 mo) DO 00 0D0OO0O0OODDOOOODOOOODOO
500 0000000000000 00000D0D0OD0DO0OOD0ODOO0O0O0O0 oo mbOo
ooooo@Gomix20oooooooooGomlx 2DoodooooGgo mb)
00odoDoooo0ooooO0oooDoOoo0oo0oDoDoOoooDoDoOOoooOooDooOooOoooano
O
O

O o0oo0on0oood
[ I B B I

u
O
g
u
O
g

0000000000000 O00D0O00D 00o@O00O00DO0OOoO0/0000
=2/1) 000000000000 00NI (30 000000000 0)D1000003
0D@EI0000000000O00O0O0)0000040000000000000(0.93
g, 00 : 92.1%)0 0 00 mp: 1730 1750 ; *HO NMR(CDCl, TMS, ppm):3 8.52(br s, 1H)
, 8.11(dd, J=2.1 and 2.1Hz, 1H), 7.99(ddd, J=1.1, 2.1 and 8.1Hz, 1H), 7.94(s, 1H
), 7.68(ddd, J=1.1, 2.1 and 8.1Hz, 1H), 7.430 7.62(m, 5H), 3.81(s, 3H), 3.07(s,
3H).
000000
0oooooo
0000000000000 010000030@I00000000000000)00
000040 000000400000200000050000000000000000
DO0O00DOND@IOO0OO002000000500000000000000)0100000
0D30(@EDO000000O00O0O00D0DONON) 00000400000 00000000(@
0 : 41.2%)0 0 0 O mp: 1730 1740 ; HO NMR(CDCl5, TMS, ppm):d 8.84(br s, 1H), 8.4
8(d, J=7.2Hz, 1H), 7.93(s, 1H), 7.67(br s, 1H), 7.420 7.61(m, 3H), 7.16(d, J=10.
3Hz, 1H), 4.80(d, J=2.4Hz, 2H), 3.84(s, 3H), 2.57(t, J=2.4Hz, 1H).
0Dooo
0ooo0
000000000 0O0010000030(@I00000000000000)00
0040000000 0000000000000 000NDO(QOOODOOO)O1
00030 (@0O00D0N00D0N0NDDNODONO) 000004000000 OOOd
0(00: 75.0%)0 0 0 O mp: 950 970 ; *HO NMR(CDCl, TMS, ppm):d 7.84(s, 1H),
7.350 7.54(m, 4H), 7.180 7.34(m, 5H), 6.79(br d, J=7.5Hz, 1H), 5.24(dq, J=6.9 a
nd 7.5Hz, 1H), 3.77(s, 3H), 1.51(d, J=6.9Hz, 3H).

O
g
u
O
g
g

O Ooo0oooao
O Ooo0oooao

oooooo
Doooooo
000O00O00000000010000030¢@000000000000000)00
0000400000002,40000000000000000N0(,40000000
00)010000030@000000000000000)0000004000000
0000000 (@0O: 70.0%)0 0 0 O mp: 1860 1870 ; *HO NMR(CDCl5, TMS, ppm):d 9.

10(br s, 1H), 8.55(d, J=8.9Hz, 1H), 7.93(s, 1H), 7.62(s, 1H), 7.440 7.57(m, 3H),
7.38(d, J=2.4Hz, 1H), 7.27(dd, J=2.4 and 8.9Hz, 1H), 3.83(s, 3H).
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0oooooo
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00000000000 00030@I0000N3000000000000000)010
000O000000400000002,400000000000000000N0 (2,40
000O000000)030@I00003000000000000000)010000
0000004000000 0000000 (00 : 82.5%)0 00 0 mp: 1900 1930 ; HO
NMR(CDCl5, TMS, ppm):5 8.62(br s, 1H), 8.370 8.51(m, 1H), 7.93(s, 1H), 7.720 7.7
5(m, 2H), 7.390 7.41(m, 1H), 6.810 6.96(m, 2H), 3.83(s, 3H).

oooooo

Doooooo

00000000000 D00O030@I00003000000000000000)010
00000000040 00000000000000000NDODOODOOS30@I00
0030000000000 0OD0C0D)1000000000040000000000
000 (00 : 86.2%)0 0 0 O mp: 1420 1440 ; HO NMR(CDCl, TMS, ppm):3 8.27(br s,
1H), 7.92(s, 1H), 7.650 7.58(m, 2H), 7.550 7.62(m, 2H), 7.300 7.44(m, 3H), 7.05

0 7.15(m, 1H), 3.80(s, 3H).

000000

Oooooooo

00000000000 00030@IO0DO003W00000000000000)010
00000000040 0000003000000000000000N0Q@OO0DO0
000)I3@I00003000000000000000)I100000000004
0000000000000 (@O0 : 86.2%)0 00 0 mp: 1620 1640 ; *HO NMR(CDCl5, TM

S, ppm):d 8.27(br s, 1H), 7.92(s, 1H), 7.620 7.75(m, 3H), 7.320 7.44(m, 2H), 7.2
00 7.29(m, 1H), 7.050 7.14(m, 1H), 3.80(s, 3H).

Do0o0o0aQ

0oooOooo

000000000000 D0O030@I0000003000000000000000)
0D10000000000400000002,400000000000000000N0(
,LA0O00D0DO00DO00D0)I3@IODO0DONON030000000N0nooonooon)dl
000000000040 000000000000(O0: 18.3%)0 00 O mp: 1850 187
0 ; HO NMR(CDCl, TMS, ppm):3 8.69(br s, 1H), 8.360 8.50(m, 1H), 7.92(s, 1H), 7
.650 7.70(m, 1H), 7.400 7.57(m, 2H), 6.800 6.96(m, 2H), 3.82(s, 3H), 2.53(s, 3H)

Do0o0o00

0oooooo

0000000000000 010000030@I00000000000000)00
000040 0000002,400000000000000000N0(,40000000
0000)I10000030(@I00000000000000)I00000400000
000000000 @0: 76.6%)0 0 00 mp: 1240 1260 ; HO NMR(CDCl5, TMS, ppm):
5 8.72(br s, 1H), 8.340 8.50(m, 1H), 7.98(s, 1H), 7.68(s, 1H), 7.410 7.62(m, 3H)
, 6.790 6.95(m, 2H), 4.09(q, J=7.3Hz, 2H), 1.49(t, J=7.3Hz, 3H).

Do0o0o00

0oooOooo
0000000000000030(@I0000000N0DO00NononoNo)Di0o0o0onoon
00000400000002,400000000000000000NI(,400000
00000)D30(@IOION0D0N0N0D0NO0N0NDNONDDNO)I1I00000000000400
00000000000 (@0: 74.2%)0 0 0 0 mp: 1280 1300 ; *HO NMR(CDCl, TMS, p
pm):3 8.71(br s, 1H), 8.350 8.40(m, 1H), 7.96(s, 1H), 7.66(s, 1H), 7.400 7.61(m,
3H), 6.810 6.97(m, 2H), 3.99(t, J=7.5Hz, 2H), 1.87(tq, J=7.5 and 7.5Hz, 2H), O.

94(t, J=7.5Hz, 3H).
OooDoo0oo
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JoooooOdoooDooooi1boo0g0ooDoo3@@@ooooooDoooooooddg
Y OODODO0D0D0D400000002,400000000000000000ONO,400000
oooo0oDooO)H)Yo1Dooooooo3n@@oooooooooooooo)y oooodod
AD0000000000000C@O: 53.2%)0000mp: 1250 1270 ; *HO NMR(CDCl5, T
MS, ppm):d 8.71(br s, 1H), 8.370 8.50(m, 1H), 8.02(s, 1H), 7.70(s, 1H), 7.430 7.
60(m, 3H), 6.800 6.93(m, 2H), 4.38(sep, J=7.5Hz, 1H), 1.51(d, J=7.5Hz, 6H).
oooooao

ooooooao
0oo0o00D0DoOD0000000oo0D1000D0O3x@EIUODODoDOoDOoDoODDODODODO0DOoDO)OO
oo0o0o0400000002,400000000000000000ND 4000000
0o0oo)H)1wooooo3n@@@oooooooooooooo)oooooo4oo00od
000000000 (@DO: 39.2%)0 0 0 0 mp: 1150 1180 ; *HO NMR(CDCl, TMS, ppm):
6 8.71(br s, 1H), 8.350 8.52(m, 1H), 8.02(s, 1H), 7.66(s, 1H), 7.400 7.60(m, 3H)
, 6.790 6.97(m, 2H), 4.03(t, J=7.5Hz, 2H), 1.83(tt, J=7.5 and 7.5Hz, 2H), 1.33(t
g, J=7.5 and 7.5Hz, 2H), 0.95(t, J=7.5Hz, 3H).

oooooao

ocoooooao
ooo0oDDoODOo000o0o0o0ooil0uooooooo)3a@@ooDooooooon
Oo0o00O)YDODOOOoOoOo400000002,400000000000D0DO0O0O0O0ONI (2,4
oooooDDoDO0OO0O0O0)o1lo@uooooooo)o3w@Uuouoooooopooooodod
0)00DDO0040000000000000C@O: 77.8%)0000mp: 1470 1490 ; 1
HO NMR(CDCl5, TMS, ppm):d 8.72(br s, 1H), 8.350 8.50(m, 1H), 8.06(s, 1H), 7.68(s
1H), 7.450 7.60(m, 3H), 6.850 6.92(m, 2H), 4.74(dt, J=4_.5Hz, J,=47.0Hz, 2H),

4.31(dt, J=4.5Hz, J,-=26.2Hz, 2H).

Do0o0o00

0oooooo

0000000000000 030(@I0000N0N0N0N0NoNoNonooo)D10000on
000040 0000002,400000000000000000N0(,4000000
000D0)I30(@I0000000000D0N0N0DO0N)10000000000400000
000000000 (00 : 38.5%)0 00 0mp: 1400 1430 ; *HO NMR(CDCl5, TMS, ppm):
5 8.77(br s, 1H), 8.370 8.50(m, 1H), 8.12(s, 1H), 7.76(s, 1H), 7.480 7.67(m, 3H)
, 6.800 6.95(m, 3H), 5.56(dd, J=1.5 and 15.4Hz, 1H), 4.95(dd, 1.5 and 7.2Hz, 1H)

ooooooQ
Doooooo

0000000 (.33 g, 2.42 mmol)IDMF(20 DO OO OND (2,4000000000)
010000030 @GI00000000000000)000000400000000 (0
.80 g, 1.86 mmoNO DO OD100 000000000000 COO0COO0OONOO0OODOODON
000(@.31g, 2.23mmo)000C0O0CO0COCOCOOCOOCOOCOOOOOOOA4000
600 040 000000000000000000INDDO(GOm)DO0D0O00O000CG
omix 2)0 0000000000 GOmIx2)D000000@OmDIOODOODO0ODOOD
0000000000000 O00O00O00O000000000000000000000
0000000000000 000@O00000000/0000=1/2)000000
0000000 OND(,4000000000)IND0DOCDI0000030@@0000
00000000 000)0000040000000000000(00: 33.9%)00
0 O mp: 800 820 ; *HO NMR(CDCls, TMS, ppm):3 6.950 7.50(m, 8H), 3.68(s, 3H), 3.2
8(s, 3H).

Dooooo

Doooooo

000000000 (89 g, 2.23 mmol)ODMF(20 mDO DO ONI (2,40 0000000
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0)I10000030(@I 0000000000000 0)I00000N400000000
0(.80¢g, 1.86 mmol)J 000100000 0000000000000 000(00OO0)O
000(.17 g, 2.23mo)0 000000000 OCOOOOOOOOOOOOD4000
800 080000000000 DONONDONONDOO0ON (20 mI)O 0000 (0 m)IO
000000000000 000000CGomIx 200000 00000000 (0
mix 2)D000000@OmDOODOODODOODOOOODOOO 000oo0o0oooooon
0000000000000 O000O00O0O00ODOOOoOoaO 000000000
0000000000 /0000=1/4)00000000000 ONO(2,400000
0D00D0)INDDODODOOODOOD10000030¢@0O0000 00O000000)0
0000040000000000000000C00: 36.3%)0000HI NMR(CDCl,, T
MS, ppm):& 7.290 7.47(m, 3H), 7.000 7.27(m, 5H), 5.52(br d, J=9.1Hz, 1H), 4.68(b
r d, J=9.1Hz, 1H), 3.68(s, 3H), 3.40(s, 3H).

Do0o0o0a0

0oooOooo
0D10000030(@D00000000000000)0000004000000 (3.00
g, 10.5mmo)00O0C0DOGO mDHIODODOD0OODOD0OO0DO(GmM)OIDOOODODODODODO0OO
1200 020 00 000000000000 14000000000000000000000
000000000000 0000O0O0D0O0O0O0O0O0O0O000000000O00O0ODMR(
20mHI00O00O0O0O0O0CODOONDONONOODONOODONDONODDODD(2.18 g, 31.4m
mDOODODODO0O0O0@.359, 31.4mmo)0 000000000000 OOOOOOO
0000600000 D0O0COD0OOODOODOOOOOINDOO(EGOMD)IOODODONOOODO
Gomlx )DO0O000O00O0O00O0GOmNDOIOOCOOOO @O0 M)J0DODOO0O0O0O
0000000000000 0000000000000000000000000000
0000000000000 0000(@OO000O000O00/0000=1/2)00000
0000000001000 0030(@I00000000000000)00000040
000000000000000(00: 50.8%)0 000 mp: 1480 1510 ; *HO NMR(CDCI
, TMS, ppm):& 9.09(s, 1H), 8.400 8.88(br s, 1H), 7.86(s, 1H), 7.400 7.57(m, 4H),

a
u
O
t
a
O

O O0Ooo0oo0oooao

3.77(s, 3H).

Do0o0o00

0Doooooo

0000000 (.27 g, 1.99 mmol)IDMF(20 mI)0 00010 000030(GI 0000
0000000000)IO0O0O000400000000000 (0.50g, 1.65 mmol)d 10
0000000 (@.24¢g, 1.9 mmol)JO0 0000000000000 O000O00O0O0
000140 000000000000000000INDOC@GOmD)IOODODOD0ODO0ON(

50 mix )0 000000000 INDDOOGOmMDOOOOODODDO (00 m)DO0O0O00O00O
0000000000000 0000000000000000000000000000
0000000000000 0000O0O0@O0O000O00ODO/0000=1/4)000
0000000000 ONDDOOCODOOO10000030@I000000000000
00)D0000O040000000000000 (@0 : 22.8%)[mp: 680 700 ; THO NMR(
CDCl5, TMS, ppm):d 8.97(br s, 1H), 7.89(s, 1H), 7.380 7.58(m, 4H), 3.95(t, J=6.8
Hz, 2H), 3.77(s, 3H), 1.71(tq, J=6.8 and 7.4Hz, 2H), 0.97(t, J=7.4Hz, 3H).]JO O N
D0000O0O0ONIODOOOD10000030(@0O00000000000000)000
0004000000000000000(00: 15.6%)[*HO NMR(CDCl5, TMS, ppm):d 7.
83(s, 1H), 7.270 7.47(m, 4H), 3.84(s, 3H), 3.71(t, J=7.4Hz, 2H), 3.61(t, J=7.4Hz
, 2H), 1.510 1.71(m, 4H), 0.94(t, J=7.4Hz, 3H), 0.87(t, J=7.4Hz, 3H).]0 OO O
Do0o0o00

0Doooooo

000000000 (.12 g, 2.92 mmoD)ODMF(I5S MDO OO O010000030 (G000
000000000000 )IO00000400000000000 (0.40 g, 1.32 mmol)
0D100000300000000(.27 g, 1.72moD000 00000000 O00O0O0N
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0000000 ooooDxO0000000000D00oo0o0onDooniINgOgO G mbOo
ooooooood¢Gonix 2000 O0O0DODO0ODOO0OINDDOGOmMDOOOOODODO (00
mDOOOODODODOOODODDOOOODDODOOO0DO0DDOO0O0OO0DOoDOoDOoooDoDoDOooonon
0oodooo0ooooDooDooooDooDoo0oo0oDooDooDooD@oooDooooog/Za
000=/)H000o0o0o00oooo0o0040 @QUUuUuooDooOoooDoDo)oooDoOol
ooooo3y@UoocooooDoooooooOo)oooooooDoooo@ao: 81.
1%)0 0 O O *HO NMR(CDCl5, TMS, ppm):8 7.95(s, 1H), 7.290 7.47(m, 4H), 3.94(t, J=
6.9Hz, 2H), 3.83(s, 3H), 3.81(t, J=6.9Hz, 2H), 2.29(quintet, J=6.9Hz, 2H).
oooooao

ooooogag
0o0o0o0oo0oooDooDoDoDo0ilb0o0o0o30@@ooooooDoooooooo)dan
0004000000000 0D0DC0CO0DO0ODOOON, NODODOOODDOOO1IODDOOO
3 @EUUU0DDO0DO0O00o0DDoOO0OO0O0oD)Y 000D oD40000000000000@AO
1 87.8%)0 0 0 O mp: 780 800 ; *HO NMR(CDCl;, TMS, ppm):& 7.63(s, 1H), 7.220 7.49
(m, 4H), 3.80(s, 3H), 3.390 3.69(m, 4H), 1.800 1.97(m, 4H).

Do0o0o0aQ

0oooooo

000000000 0000010000030@GI00000000000000)00
0000400000000 000000O000O0O00O0O00O0O00O0ONDOOOOOOO
00000010000030(@I00000000000000)00000040000
000000000 (@0: 84.5%)0 0 0 0 mp: 1040 1050 ; HO NMR(CDCl5, TMS, ppm):
5 7.89(s, 1H), 7.55(s, 1H), 7.380 7.53(m, 3H), 6.95(br s, 1H), 3.940 4.09(m, 1H)
, 3.79(s, 3H), 3.580 3.82(m, 3H), 3.290 3.46(m, 1H), 1.750 2.04(m, 3H), 1.470 1.
62(m, 1H).

Do0o0o00

0oooooo

0000000000000 010000030@I00000000000000)00
0000400000000 00000C0O0O00ONDDOODOOD10000030(@G000
000000000000)I0000040000000000000(00: 99.0%)0
00 O mp: 1210 1220 ; *HO NMR(CDCl5, TMS, ppm):d 8.36(br s, 1H), 7.98(s, 1H), 7.
430 7.64(m, 6H), 7.280 7.40(m, 2H), 7.11(ddd, J=1.1, 7.4 and 7.4Hz, 1H), 4.06(q,
J=7.3Hz, 2H), 1.47(t, J=7.3Hz, 3H).

Do0o0o0aQ

Doooooo
0000000000000010000030@GI00000000000000)00
000040 0000003000000000000000N0(@DOODOOODOO)O01
0000030 (@GI00000D00DON0NDON0Dn)I0DNON0N400000000non
000(@0: 79.8%)0 0 0 O mp: 1180 1190 ; *HO NMR(CDCl5, TMS, ppm):d 8.36(br s,

1H), 7.97(s, 1H), 7.72(dd, J=2.0 and 2.0Hz, 1H), 7.61(s, 1H), 7.450 7.58(m, 3H)
, 7.41(ddd, J=1.0, 2.0 and 7.9Hz, 1H), 7.25(dd, J=7.9 and 7.9Hz, 1H), 7.08(ddd,
J=1.0, 2.0 and 7.9Hz, 1H), 4.06(q, J=7.3Hz, 2H), 1.47(t, J=7.3Hz, 3H).
Dooooo
0o0oooo0o
0000000000000 010000030(@000000000000000)00
0000400000002,40000000000000000N0(,40000000
00)010000030@I00000000000000)I0000004000000
0000000 (@O : 42.3%)0 00 0 mp: 1640 1650 ; THO NMR(CDCl5, TMS, ppm):d 9.
10(br s, 1H), 8.55(d, J=9.0Hz, 1H), 7.98(s, 1H), 7.63(s, 1H), 7.420 7.57(m, 3H),
7.38(d, J=2.2Hz, 1H), 7.27(dd, J=2.2 and 9.0Hz, 1H), 4.08(q, J=7.3Hz, 2H), 1.48
(t, J=7.3Hz, 3H).
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oooooao

ooooooao
ooo00D0DD0OO0000000ooD10O0DoO3x@EUUUOODODODODODDODODODO0DODO)OO
00004000000 020000040000000000000000NDOCOOOO
04000000000)010000030@EUUUDODOODODODOODDOOOOD)DOOO
0040000000000000@O: 74.4%)0 00 0 mp: 1500 1520 ; *HO NMR(CDCI
3- IMS, ppm):d 9.01(br s, 1H), 8.54(dd, J=5.7 and 9.1Hz, 1H), 7.99(s, 1H), 7.63(
s, 1H), 7.410 7.57(m, 3H), 7.13(dd, J=7.9Hz, J,=2.9Hz, 1H), 7.02(ddd, J=7.9, J,
=2.9 and 9.1Hz, 1H), 4.08(q, J=7.3Hz, 2H), 1.48(t, J=7.3Hz, 3H).

ocooooao

ooooooao
0Oo00D0DDDoODO0000000ooDl00o0DO0O3@EUUOODODoDoODoODDODODODO0DOoDO)OO
0000400000 0040000000000000000N@@ODOOOOOOO)
01000003 @@Uooouooooooooooo)Yoooooo40000ouooDooo
0000 @O : 69.4%)0 00 0 mp: 1000 1020 ; *HO NMR(CDCl5, TMS, ppm):3 8.31(br
s, 1H), 7.97(s, 1H), 7.420 7.65(m, 6H), 7.05(dd, J=2.2 and 7.1Hz, 1H), 7.01(dd,
J=2.2 and 7.1Hz, 1H), 4.06(q, J=7.3Hz, 2H), 1.47(t, J=7.3Hz, 3H).

gbooood

ooooooao
ooooODODOO0OO0O00O0O00D0D1o0O0D00O3a@EUOooooDooODDOODO0OO0DOoDOo)oDn
Oo0D400000002,3,4000000000000000000ONOC2,3,4000
ocoooooOoO0o)o1ooooo3aw@oooooooooooooo)H)yooooooa

0000000000000 (@DO: 60.2%)00 00 mp: 1300 1310 ; *HO NMR(CDCl5, TM
S, ppm):0 8.71(br s, 1H), 8.090 8.30(m, 1H), 7.98(s, 1H), 7.68(s, 1H), 7.410 7.6
o(m, 3H), 6.870 7.06(m, 1H), 4.09(q, J=7.3Hz, 2H), 1.49(t, J=7.3Hz, 3H).
ooooao

oooooao
oo00oo0oDoOooo0ooDoo01loDoo0go3@@Uuuooooooooooooo)oao
0004000000030 00002,400000000000000000O0NO @O0
002,400 00000000)010000030@UUOUoooooooooooog)
00D0D0040000000000000(@0O: 60.0%)0000mp: 1510 1520 ; 1HO
NMR(CDCl5, TMS, ppm):6 8.73(br s, 1H), 8.38(ddd, J=8.6Hz, J,=5.6 and 9.2Hz, 1H)
, 7.98(s, 1H), 7.68(s, 1H), 7.430 7.59(m, 3H), 6.99(ddd, J=8.6Hz, J,=2.1 and 9.
2Hz, 1H), 4.08(q, J=7.3Hz, 2H), 1.49(t, J=7.3Hz, 3H).

oooao

ooooo
O000oDoo0oo0oooloo0oDoo3@oDooo3aioDooooDoDoDooon
0)ODOD0OD0D0D0D400000002,400000000000000000NO (2,40
0000000)O10oooo3n@ooooo3ooooooooooooog)
000004000000 0000000(@0: 66.1%)0 000 mp: 1690 1700 ; THO
NMR(CDCl5, TMS, ppm):6 8.63(br s, 1H), 8.340 8.50(m, 1H), 7.97(s, 1H), 7.77(s, 1
H), 7.480 7.57(m, 2H), 6.790 6.98(m, 2H), 4.08(g, J=7.3Hz, 2H), 1.49(t, J=7.3Hz,

O Ooo0oooo

OoOoo0ooodg
O 0Ooo0ooo

3H).

oooooQ

ooooo

0000000 (0.56 g, 4.04 mol)ODMF(20 MDO 0004000001000 0030 (3
000O0000O00000000)00000 (0.80g, 3.10 moDOp0 0000000
000000 (.65¢g, 3.42mmol)000 0000000000000 OOOOODOO0O
0020006000200 000000000000000000@@nDIOOO0O0O0O0(

s3omHOOOOOOODODDDOOOODOOOOOOOGoOnIx2YO0O0O0ooooooDoOao
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DO00@GOmIx 20000000 @Om)IODODODOODODODOODOODoOOoOooon
0000000000000 000000000000000000000000000
0000@O00000000/0000=1/4)0000000000000O0ND[100
00030 @U000000000N0ON0ON0)I0DON0ON0N4000]0p00O00O00O
0000000000 (0O0: 43.8%)0 00 0 mp: 1500 1510 ; *HO NMR(CDCl5, TMS, ppm
):8 7.59(d, J=8.3Hz, 2H), 7.49(s, 1H), 7.210 7.37(m, 2H), 7.13(d, J=8.3Hz, 2H),
6.870 7.05(m, 2H), 5.88(br s, 1H), 3.77(s, 3H), 2.30(s, 3H).

Dooooo

ooooon

00000000 (0.84 g, 6.07 mmol)IDMF(20 mDO D0 D400000100 000 30
@GUOO0DO00DO0O0D0O0OODOONO)IDOOO(.20g, 4.66 mol)D 00000000
00D0O0(.65¢g, 5.13mmol)0 00 000000000 O00O00OOO0OOOOODOO0O
1200 000000000000000000@nDO000OO00O00@ n)IDO0O0
0000000000000 00@GOmIx2)000000000000000 (50 mlx 2)
DooOoOoO0Oo@oom)I0DOO0OODDODODOODOODOODONODOODOODODODODOOO
0000000000000 00000000000000000000000C@O00
0000000 /0000=1/4)00000000000000NDO[1I000C0O30 (300
0000000000000 )I000004000]00000000000000000
0 (00 : 36.2%)0 0 0 O *HO NMR(CDCl,, TMS, ppm):3 7.50(s, 1H), 7.280 7.47(m, 4H)
., 5.91(br s, 1H), 3.79(s, 3H), 3.01(q, J=7.4Hz, 2H), 1.32(t, J=7.4Hz, 3H).
ooooooQ

0000000000000 O0000O000000000000000000000000
0000000000000 O000000000000000000000000000
0000000000000 O000000000000000000000000000
0000000000000 O00O00O00O000000000000000000000
0oo

oooooQ

000000000000 0O000000000000000000000000000
0000000000000 0000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 0

oooooo

0000000000000 O000000000000000000000000000
0000000000000 O0000O00000000000000O0oooooood
0000000000000 O00O00O00O000000000000000000000
000000000000 0O0000000000000000000000000000
0000000000000 000000000000000000000000000¢0
DO00oO00O00O00O000000

oooooo

000000000000 0O000000000000000000000000000
0000000000000 O000000000000000000000000000
Do0oooooo0ooon

000000000000 0000000000000000000000000000
0000000000000 O000000000000000000000

Dooooo
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0O@O0O0DO0)IOO0DO0OODODODOOODOOooOoOaO
ooooaoao
0Oo0ooo@oao)
0000000000000 000D00000000000000o0o0ooooo@O
000)ID0O000O00000D00000O0O000O000a0
oo0oooaoao
ooooo(@o)
0000000000000 000O0000000000000000000O0000a0n
0000000000000 00000000000000000000000000a0
0000000000000 0000 10
oooooo
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