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1H-NMR (CDCls): & 7.80-7.55 (bs, 1H, NH2), 7.66-7.60 (m, 2H), 7.44-7.37 (m, 1H), 7.27-7.20 (m, 1H), 7.30-7.00
(bs, 1H, NH2).

MS (ES™) m/z: 156.11 [M+H}".
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TH-NMR (CDCls): 5 9.94 (bs, 1H, OH), 7.80-7.70 (m, 2H), 749-7.41 (m, 1H), 7.2-7.17 (m, 1H), 443 (q, 2H,
J=7.1Hz), 142 (t 3H, J=7.1 Ha).
MS (ES') m/z: 267.81 [M+H.
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TH-NMR (CDCl): & 7.69-7.25 (m, 2H), 7.47-7.41 (m, 1H), 7.23-7.16 (m, 1H), 4.36 (q, 2H, J=7.2 Hz), 4.25 s,
3H), 1.39 (t, 3H, J=7.2 H).
MS (ES™) mz: 282.08 [M+H}.
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tH-NMR (CDCls): & 7.76-7.71 (m, 2H), 7.50-7.43 (m, 1H), 7.26-7.19 (m, 1H), 4.32 (s, 3H).
MS (ES*) m/z: 252.25 [M-HF.
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'H-NMR (CDCla): § 7.79-7.71 (m, 2H), 7.48-7.40 (m, 1H), 7.22-7.14 (m, 1H), 4.25 (s, 3H), 3.77 (s, 3H), 3.35 (s,

3H),

MS (ES™) m/z: 297.32 [M+HJ*.
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1H-NMR (CDCls): & 7.75-7.70 (m, 2H), 7.48-7.41 (m, 1H), 7.23-7.16 (m, 1H), 4.25 (s, 3H), 2.95 (q, 2H, J=7.3
Hz), 1.21 (t, 3H, J=7.3 Ha).

MS (ES'™) m/z: 266.30 [M+H]".

O

OoooooooooogogoQgoao
Oooooooooooao
OO0 oODooooooogogogao

O

Ooooooooooogogoao

O

OoooooooQgooao

O

Ooooooooogooooao

O

O
O
gooobooooooboooooboooooooboooooboocooobooooboOooo
O
O
O

gbobooooooooobobobooboooboobooboboboobooao
gboobooobooooaod
goooOocooooooooooboboooobooooboboooobooo
gbobooboooboooooboboboboooooobooboboboboDb.
Aouoboboboboooobobuobobooooboboboobooan

goooocooooooooooboobooooboooobo.ocoooboDbo.oo
ooooooooooooooobobooooobobo0oooobooooDbooo
oooooooooooooooboooooboboooobooooobooo
ooooocooooboooooooboboooobooooboboboooobooo
goooboooooooooooobobooooboooooboboboooobooo
oooobooooooo . oooboooo . obobooooboooobooo

1H-NMR (CDCh): 5 11.90 (bs, 1H, OH), 7.83-7.79 (m, 1H), 7.79-7.74 (m, 1H), 7.51-7.43 (m, 1H), 7.28-7.21 (m,
1H), 2.80 (q, 2H, J=7.3 Hz), 1.30 (t, 3H, J=7.3 Ha).
MS (ES'™) m/z: 252.12 [M+HJ*, MS (ES™) m/z: 250.11 [M-1}.
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1H-NMR (DMSO-de): 5 7.69-7.66 (m, 1H), 7.63-7.60 (m, 1H), 7.53-7.47 (m, 1H), 7.32-7.29 (m, 1H), 2.7 (q, 2H,

J= 7.4 Hz), 0.97 (t, 3H, J=7.4 Ha).
MS (ES™) m/z: 252.25 [M+H]".
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TH-NMR (CDCl): & 7.85-7.71 (m, 2H), 7.55-7.40 (m, 1H), 7.30-7.19 (m, 1H), 2.50 (s, 3H).
MS (ES™) m/z: 238.0 [M+H]'.
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'H-NMR (CDCls): 6 7.85-7.71 (m, 2H), 7.55-7.40 (m, 1H), 7.30-7.19 (m, 1H), 2.50 (m, 1H), 1.30 (d, 6H, J=7.0
Hz).
MS (ES™) m/z: 266.0 [M+H]".
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"H-NMR (CDCla): 5 7.70 (s, 1H), 7.52 (s, 1H), 7.11 (s, 1H), 2.70 (q, 2H, J= 7.1 Hz), 1.28 (t, 3H, J= 7.1 Ha)
MS (ES') m/z: 240.1 [M+HF
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'H-NMR (CDCla): & 7.95-7.83 (m, 1H), 7.48-7.21 (m, 3H), 2.78 (q, 2H, J= 7.1 Hz), 1.28 (t, 3H, J=7.1 Hz).

MS (ES™) m/z: 248.1 [M+H]".
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1H-NMR (CDCl): § 8.35-8.28 (m, 1H), 7.75-7.65 (m, 1H), 7.50-7.37 (m, 1H), 7.37-7.28 (m, 1H), 2.80 (q, 2H,
J=7.0 Hz), 1.28 (t, 3H, J=7.0).

MS (ES™) m/z: 312.10 [M+H].
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'H-NMR (CDCls): 8 12.27 (s, 1H, OH), 11.55 (s, 1H, OH), 7.69-7.61 (m, 1H), 7.40-7.30 (m, 1H), 7.08-6.98 (m,
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1H), 6.93-6.86 (m, 1H), 2.7 (3, 2H, J=7.0 Hz), 1.26 (t, 3H, J=7.0 Hz).
MS (ES™) m/z: 250.10 [M+HT.
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'H-NMR (CDCl3): & 11.89 (bs, 1H, OH), 8.23-8.18 (m, 1H), 7.89-7.91 (m, 1H), 7.69-7.63 (m, 1H), 7.41-7.34 (m,

1H), 2.80 (q, 2H, J=7.0 Hz), 1.30 (t, 3H, J=7.0 Hz).

MS (ES™) m/z: 312.1 [M+HF.
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1H-NMR (CDCl): & 7.60 (s, 1H), 7.15 (d, 1H, J = 3.6 Hz), 6.52 (d, 1H, J = 3.6 Hz), 2.95 (g, 2H, J= 7.3 Hz), 1.21
(t, 3H, J=7.3 Hz).
MS (ES™) m/z: 224.3 [M+H]".
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'H-NMR (CDCz): 5 11.89 (bs, 1H, OH), 8.10 (vbs, 1HNH), 7.10-6.80 (m, 2H), 6.20-6.05 (m, 1H), 2.95 (q, 2H,
J=7.3Hz), 1.21 (t, 3H, J=7.3 Hz).
MS (ES1+) m/z; 223.2 [M+H]".

ooobDoo
ooooooo
ooooooooobooooobooooooboobooboooobooboooobooooobooo

oooooOoooobooooooboooooboooooao 50



oo oooooogoQgog
Ooooooogoogooao
OO0 oo oooggg
OO0 o oooooggog

O

Ooooooogogogoao
Oooo0ooogoogogoao
Ooooogogoao
Ooooogogooao
Ooooooogoogogoao
Ooooogogoao
Ooooogogogoao
Oooooogogogoao
Oooo0ooogoogogoao
Ooooogogoao
Ooooogogooao
Ooooooogoogogoao
OOoo0oooogd

OoOoo0oooogd

O

O

(23) JP 6557332 B2 2019.8.7

gbooboooboa
O0ooooo.

OOooooogogdg
Ooooooogg
Oooo0oooQgdg
O 0O0ooooaog
OOoooooaog
OOoo0ooooao
O Ooo0oo0oooao
O Ooooooaog
OOoooooaog
OOoooooao
O0o0oooogoogdg
Oooooogg
OooooooQgdg
OoOoo0oooodgadg
OOooooogogdg
OoooooogoQgdg
OoOoo0oooQgdg

O 0Ooo0oooao
O 0Oo0Oooao
O OooOoooao
O Ooo0oooao
O 0Ooo0oo0ooao

Oooooo.

*H-NMR (CDCl): 5 11.51 (bs, 1H, OH), 7.10-6.95 (m, 1H), 6.95-6.75 (m, 1H), 6.19-6.05 (m, 1H), 3.73 (s, 3H),
2.95(q, 2H, J=7.3 Hz), 1.21 (t, 3H, J=7.3 Ha).
MS (ES™) m/z: 237.3 [M+H}'.
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Hz), 1.21 (t, 3H, J=7.3 Hz).
MS (ES™) m/z: 238.4 [M+H]'.
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TH-NMR (CDCly): 5 8.20-8.10 (m, 1H); 7.40-7.30 (m, 1H), 2.95 (q, 2H, J= 7.3 Hz), 1.20 (t, 3H, J=T.3 Hz).
MS (ES™) m/z: 224.4 [M+H]',
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'H-NMR (CDCIs): & 11.51 (vbs, 1H, OH), 7.90-8.75 (m, 1H); 7.65-7.45 (m, 1H), 3.70 (s, 3H), 2.95 (q, 2H, J=7.3
Hz), 1.20 (t, 3H, J=7.3 Hz).

MS (ES™) m/z: 238.5 [M+H".
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1H-NMR (CDCls): & 11.37 (vbs, 1H, OH), 7.80-7.60 (m,
2H), 0.92 (t, 3H, J=7.4 Hz).
MS (ES™) m/z: 254.4 [M+HF"
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1H-NMR (CDCls): & 11.45 (vbs, 1H, OH), 7.80-7.60 (m, 2H); 7.22-7.09 (m, 1H), 2.49 (d, 2H, J= 7.3 Hz), 1.90-

1.70 (m, 1H), 0.89 (d, 6H, J=7.2 Hz).
MS (ES'™) m/z: 268.2 [M+H]".
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MS (ES™) m/z: 226.1 [M+HJ'.
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CDCl): & 11.62 (bs, 1H, OH), 8.45 (s, 1H), 2.95 (q, 2H, J= 7.3 Hz), 1.20 (t, 3H, J=7.3 Ha).

1H-NMR (CDCly): 5 11.41 (bs, 1H, OH), 7.51 (d, 1H, J=3.1 Hz), .80 (d, 1H, J=3.1 Hz), 2.96 (q, 2H, J=7.3 Hz),
122 (t, 3H, J=7.3 Hz).
MS (ES™) m/z: 225.3 [M+HF-
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H-NMR (CDCls): 3 11.56 (bs, 1H, OH}), 9.15-9.00 (m, 1H), 8.75-8.65 (m, 1H), 8.35-8.25 (m, 1H), 7.66-7.56 (m,

1H), 2.94 (q, 2H, J= 7.3 Hz), 1.20 (t, 3H, J=7.3 Hz).

MS (ES™) nvz: 235.3 [M+H]*.
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'H-NMR (CDCls): 5 11.56 (bs, 1H, OH), 9.15-9.00 (m, 2H), 8.55-8.65 (m, 2H), 2.94 (q, 2H, J= 7.3 Hz), 1.20 (t,
3H, J=7.3 Hz).
MS (ES'™) m/z: 235.3 [M+H]".
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CDCly): 5 11.56 (bs, 1H, OH), 8.75-8.65 (m, 1H), 8.15-8.05 (m, 1H), 7.95-7.85 (m, 1H), 7.66-7.56 (m,
1H), 2.94 (q, 2H, J=7.3 Hz), 1.20 (t, 3H, J=7.3 Hz).
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1H-NMR (CDCls): & 12.37 (s, 1H, OH), 11.45 (s, 1H, OH), 7.70-7.10 (m, 4H), 2.82 (q, 2H, J=7.3 Hz), 1.17 {t, 3H,
J=1.3 Hz).
MS (ES™) m/z: 250.3 [M+H].
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1H-NMR (CDCls): 8 1241 (s, 1H, OH), 11.55 (s, 1H, OH), 7.75-7.10 (m, 4H), 2.82 (q, 2H, J=7.3 Hz), 1.17 (t, 3H,
J=7.3 Hz).
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1H-NMR (CDCls): 8, 11.55 (s, 1H, OH), 7.70-7.47 (m, 2H), 7.45-7.10 (m, 2H), 2.80 (q, 2H, J=7.3 Hz), 2.32 (s,
3H), 1.15 (t, 3H, J=7.3 Ha).
MS (ES™) miz: 248.4 [M+H]".
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"H-NMR (CDCly): 5, 11.55 (bs, 1H, OH), 7.85-7.70 (m, 2H), 7.35-7.05 (m, 2H), 2.80 (q, 2H, J=7.3 Hz), 2.32 (s,
3H), 1.15 (t, 3H, J=7.3 Hz).

MS (ES™) m/z: 248.2 [M+H]".
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1H-NMR (CDCly): 8, 11.72 (vbs, 1H, OH), 7.74 (bs, 1H, NHz), 7.2 (bs, 1H, NH2) 7.20-6.89 (m, 3H), 6.72-6.60
(m, 1H), 2.80 (q, 2H, J= 7.3 Hz), 1.15 (t, 3H, J=7.3 H2).
MS (ES™) m/z: 249.3 [M+HJ'.
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'H-NMR (CDCls): 5, 11.63 (bs, 1H, OH), 7.75-7.45 (m, 2H; bs 1H, NH,), 6.89 (vbs, 1H, NH.) 6.65-6.40 (m, 2H),
2.80 (q, 2H, J= 7.3 Hz), 1.15 (t, 3H, J=7.3 Hz).

MS (ES™) m/z: 249.4 [M+HJ".
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'H-NMR (CDCls): 3, 11.60 (bs, 1H, OH), 7.25-6.90 (m, 3H), 6.75-6.65 (m, 1H), 4.35 (vbs, 1H, NH), 3.05 (s, 3H),
2.93 (g, 2H, J= 7.3 Hz), 125 (t, 3H, J=7.3 H2).
MS (ES™) m/z: 263.4 [M+H]'.
Ooo
Ooo0oao
{0 000000000000 O0ODOO0OO0DO0Do0DO0DO0ODOoODO0ODODO0ODOO0OOoDOoOODOooDaO

oyYyooooooooooooooo
uboobodaobado

O

Ooooooo0ooooogogooao
Oooooocooooooogogoao
OO0 oooodgooooogogogaog
Oooooogooood
Ooooooogooood
Oo0oo0ooogooooOoao

O

O

O

OoDoooogogooood
Oooooogogooood
Oooooooooood
OO0 oDooogogooood

O0Oo0oo0ooao
Oo0o0o0oooogdg
Oo0o0oooogdg
Ooo0oo0ooood
OOo0o0oooogdg

O
g
t
O
g
a
u
goo
g

u

O

Oooooogooao

.0oooo.

O
g
a
O
g
a
u
O

Ooo0oooQgooo

4
O
0
O
O
0
O
U
O

OOoooogdgog
OooooogQgQg
I s [y |
Oooooggdg
OoooogoQgQg
Oooo0ooogoQgQ
OO0 o0ooooggdg
OooooggoQg
OoooogQgQg
OoOoo0oooogodgaoQg
OOooooggodg
OOoo0ooood
O O0O0oO0ooood
OOoooood
OOoo0ooood
OOoo0oo0oood
O O0Oo0ooood
OOoooood
OoOoo0ooood

u
O
g
a
O
g
0
U

.0ooooon
.Jooooooobocooobooboooonon

Oooobooobooboboooobgobobobooooboooboao
ooooOo0oooooooooooooooo{oooooao
oooOoOOO00oo0oooooooboobOoOOobooooyyoooao

JP 6557332 B2 2019.8.7

10

20

30

40

50



(30) JP 6557332 B2 2019.8.7

oooooooooboooooooooooboobooooboboooobboooobooboo
o.0ooocoo.ooocooboobooboooobooooboooooboboboooooboooa
oooooao

1H-NMR (CDCls): 8, 11.60 (bs, 1H, OH), 7.72-7.43 (m, 2H;), 6.63-6.39 (m, 2H), 4.35 (vbs, 1H, NH), 3.07 (s, 3H),
2.96 (q, 2H, J= 7.3 Hz), 1.23 (t, 3H, J=7.3 H2).
MS (ES™) m/z: 263.4 [M+H}.
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TH-NMR (CDCl3): & 11.85 (bs, 1H, OH), 7.95-7.80 {m, 2H), 7.29-7.09 (m, 2H), 2.80 {q, 2H, J=7.3 Hz), 1.30 (t,

3H, J=7.3 Ha).

MS (ES™) m/z: 252.12 [M+H}, MS (ES") miz: 250.11 [M-H].
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1H-NMR (CDCls): 5 11.90 (bs, 1H, OH), 7.85-7.71 (m, 2H), 7.50-7.40 (m, 1H), 7.27-7.19 (m, 1H), 2.72 (t, 2H,
J=7.3Hz), 1.83 (q, 2H, J=7.3 Hz), 1.05 (t, 3H, J=7.3 Hz).

MS (ES"™) m/z: 266.30 [M+H]".
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1H-NMR (CDCls): & 12.10 (bs, 1H, OH), 7.83-7.73 (m, 2H), 7.50-7.43 (m, 1H), 7.28-7.21 (m, 1H), 2.62 (d, 2H,
J=7.3 Hz), 2.34 (m, 1H), 1.05 (d, 6H, J=7.3 Hz).

MS (ES™) m/z: 280.23 [M+H]*.
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1H-NMR (CDCla): & 7.83-7.71 (m, 2H), 7.42-7.35 (m, 1H), 7.28-7.21 (m, 1H), 2.85 (s, 2H), 2.37 (s, 3H).
MS (ES1+) mfz: 268.21 [M+H]+.
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1H-NMR (CDCl): & 11.81 (bs, 1H, OH), 7.81-7.76 (m, 1H), 7.71-7.64 (m, 1H), 7.61-7.53 (m, 1H), 7.28-7.20 (m,
1H), 2.85 (q, 2H, J= 7.3 Hz), 151 (t, 3H, J=7.3 Hz).
MS (ES™) m/z: 268.35.12 [M+H'.
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TH-NMR (CDCls): 3 7.85-7.70 (m, 2H), 7.45-7.35 (m, 1H), 7.25-7.19 (m, 1H), 3.85 (s, 3H), 3.37 (s, 3H).
MS (ES1+) m/z: 283.9 [M+H]+.
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1H-NMR (CDCl): 5 7.68 (s, 1H), 7.48 (s, 1H), 7.08 (s, 1H), 3.80 (s, 3H), 3.35 (s, 3H).
MS (ES1+) miz: 271.1 [M+H]+.
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1H-NMR (CDCls): 5 12.10 (s, 1H, OH), 7.84-7.78 (m, 1H), 7.41-7.20 (m, 3H), 3.80 (s, 3H), 3.38 (s, 3H), 2.62 (s,
3H).

MS (ES1+) miz: 279.9 [M+H]+.
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1H-NMR (CDCl3): & 12.00 (s, 1H, OH), 8.35-8.21 (m, 1H), 7.78-7.68 (m, 1H), 7.50-7.37 (m, 1H), 7.37-7.22 (m,
1H), 3.83 (s, 3H), 3.39 (s, 3H).
MS (ES1+) miz: 343.04 [M+H]+.
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1H-NMR (CDCls): & 12.29 (s, 1H, OH), 11.60 (s, 1H, OH), 7.70-7.62 (m, 1H), 7.41-7.32 (m, 1H), 7.10-7.02 (m,
1H), 6.95-6.89 (m, 1H), 3.83 (s, 3H), 3.38 (s, 3H).
MS (ES1+) miz: 281.1 [M+H+.
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1H-NMR (CDCls): & 7.83-7.69 (m, 2H), 7.44-7.35 (m, 1H), 7.26-7.20 (m, 1H), 3.95 (s, 3H), 3.45 (s, 3H).

MS (ES1+) miz: 299.20 [M+H]+.
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1H-NMR (CDCls): & 10.45 (bs, 1H, OH), 7.75-7.65 (m, 2H), 7.45-7.38 (m, 1H), 7.18-7.11 (m, 1H), 4.00 (s, 3H),
268 (q, 2H, J=7.3 Hz), 1.22 (t, 3H, J=7.3 H).
MS (ES™) m/z: 281.12 [M+H]
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1H-NMR (CDCls): & 10.50 (bs, 1H, OH), 7.87-7.79 (m, 2H), 7.51-7.43 (m, 1H), 7.26-7.20 (m, 1H), 2.60 (q, 2H,
J=7.3Hz), 1.42 (t, 3H, J=7.3 Hz).
MS (ES™) mvz: 251.34 [M+H]'.
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1H-NMR (CD;OD): & 7.81-7.78 (m, 1H), 7.77-7.73 (m, 1H), 7.50-7.22 (m, 2H), 2.81 (q, 2H, J= 7.3 Hz), 1.54 (t,
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3H, J=7.3 Hz).

MS (ES™) m/z: 267.22 [M+H]'.
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'H-NMR (CDCls}: 8 11.50 (bs, 1H, OH), 7.83-7.78 (m, 2H), 7.53-7.41 (m, 1H), 7.29-7.21 (m, 1H), 2.38 (m, 1H),

0.95-0.88 (m, 2H), 0.63-0.55 (m, 2H).
MS (ES'") m/z: 264.40 [M+HJ*.
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