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Supplementary Materials: Synthesis of Gallic Acid
Analogues as Histamine and Pro-Inflammatory
Cytokines Inhibitors for Treatment of Mast cell-
mediated Allergic Inflammation

Xiang Feil, In-Gyu Je?, Tae-Yong Shin?, Sang-Hyun Kim?* and Seung-Yong Seo'*

1. General Information

All starting materials and reagents were obtained from commercial suppliers and were used without further
purification. Air and moisture sensitive reactions were performed under an argon atmosphere. Flash column
chromatography was performed using silica gel 60 (230-400 mesh, Merck) with the indicated solvents. Thin-
layer chromatography was performed using 0.25 mm silica gel plates (Merck). 'H and *C NMR spectra were
recorded on a Bruker 600 MHz as solutions in CDCls, DMSO-d6 or Methanol-d4. High-resolution mass spectra
(HRMS) were obtained on a JEOL JMS-700 with electrospray ionization.
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2. Spectral data
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Figure S3. '"H-NMR (600 MHz, CDCls) of 3b
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Figure S4. *C-NMR (150 MHz, CDCls) of 3b.
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Figure S5. '"H-NMR (600 MHz, CDCls) of 3c.
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Figure S6. *C-NMR (150 MHz, CDCls) of 3c.
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Figure S7. '"H-NMR (600 MHz, CDCls) of 3d
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Figure S8. °C-NMR (150 MHz, CDCls) of 3d.
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Figure S9. 'TH-NMR (600 MHz, CDCls) of 3e
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Figure S10. *C-NMR (150 MHz, CDC) of 3e.
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Figure S11. '"H-NMR (600 MHz, CDCls) of 3f.
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Figure S12. 3C-NMR (150 MHz, CDCls) of 3f.
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Figure S13. '"H-NMR (600 MHz, CDCls) of 3g.
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Figure S14. ®*C-NMR (150 MHz, CDCls) of 3g.
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Figure S15. 'H-NMR (600 MHz, CDCls) of 4b.
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Figure S16. ®C-NMR (150 MHz, CDCIs) of 4b.
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Figure S17. '"H-NMR (600 MHz, CDCls) of 4c.
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Figure S18. ®*C-NMR (150 MHz, CDCls) of 4c.
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Figure S19. 'H-NMR (600 MHz, CDCls) of 4d.
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Figure S20. ®C-NMR (150 MHz, CDCIs) of 4d.



Molecules 2017, 21, x FOR PEER; doi:

S12 of S27

T TV i
\
[ ) f
J J J |
(@]
Ho O
MeO
OMe
I
| ' I
g T & g
9.5 9.0 8.5 8.0 7.5 7‘.0 6.5 6.0 5.5 5.0 4.5 4.0 3.5 3.0 2.5 2.0 1.5 1.0 0.5 0.
1 (ppm)
Figure S21. '"H-NMR (600 MHz, CDCls) of 4e.
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Figure S22. 3C-NMR (150 MHz, CDCl) of 4e.
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Figure S23. '"H-NMR (600 MHz, CDCls) of 4f.
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Figure S24. 3C-NMR (150 MHz, CDCls) of 4f.
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Figure S25. '"H-NMR (600 MHz, Methanol-d4) of 5b.
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Figure 526. 3C-NMR (150 MHz, Methanol-d4) of 5b.
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Figure S27. '"H-NMR (600 MHz, Methanol-d4) of 5¢
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Figure 528. 3C-NMR (150 MHz, Methanol-d4) of 5c.



Molecules 2017, 21, x FOR PEER; doi:

516 of S27

5.606
—3.688

(
\ ( ‘
| ( |
O CO,Me
HO ~
N
AP
HO

OH

T $
T T T T T T - T - T T (\ T T T T T T T T T T 1
10.0 9.5 9.0 8.5 8.0 7.5 7.0 6.5 6.0 5.5 5.0 4.5 4.0 3.5 3.0 2.5 2.0 1.5 1.0 0.5 0
1 (ppm)
Figure S29. '"H-NMR (600 MHz, Methanol-d4) of 5d.
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Figure S30. *C-NMR (150 MHz, Methanol-d4) of 5d.
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Figure S31. '"H-NMR (600 MHz, Methanol-d4) of 5g.
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Figure §32. 3C-NMR (150 MHz, Methanol-d4) of 5g.
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Figure S33. '"H-NMR (600 MHz, Methanol-d4) of 5h.
S A & s 3 § g‘ o-T :‘
OH
HO
NH
HO N
O
| | . ‘
b0 190 180 170 160 150 140 130 120 110 100 90 80 70 60 50 40 %0 20 1o
1 (ppm)

Figure S34. *C-NMR (150 MHz, Methanol-d4) of 5h.
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Figure S35. '"H-NMR (600 MHz, Methanol-d4) of 6a.
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Figure S36. *C-NMR (150 MHz, Methanol-d4) of 6a.
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Figure S37. '"H-NMR (600 MHz, CDCls) of 6b.
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Figure S38. 3C-NMR (150 MHz, CDC) of 6b.
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Figure S39. 'H-NMR (600 MHz, CDCls) of 6c¢.
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Figure S40. 3C-NMR (150 MHz, CDCls) of 6c.
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Figure S41. '"H-NMR (600 MHz, CDCls) of 6d.
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Figure S42. C-NMR (150 MHz, CDC) of 6d.
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Figure S43. '"H-NMR (600 MHz, CDCls) of 6e.
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Figure S44. 3C-NMR (150 MHz, CDCls) of 6e.
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Figure S45. '"H-NMR (600 MHz, CDCls) of 6f
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Figure S46. *C-NMR (150 MHz, CDCls) of 6f.
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Figure S47. '"H-NMR (600 MHz, DMSO-ds) of 6g.
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Figure 548. °C-NMR (150 MHz, DMSO-ds) of 6g.
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Figure S49. '"H-NMR (600 MHz, CDCls) of 6h.
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Figure S50. ®C-NMR (150 MHz, CDCIs) of 6h.
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Figure S51. 'TH-NMR (600 MHz, CDCls) of 6i.
T TV ey [ |l
F
(0]
BnO N O\
H (e}
BnO
OBn
|
I
! ! | I ‘ | ol
Lol LAl | a |l
200 190 180 170 160 150 140 130 120 110 100 90 80 70 60 50 40 30 20 10 0
1 (ppm)

Figure S52.

13C-NMR (150 MHz, CDCl5) of 6i.



