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Figure S1. 'H NMR spectrum (400 MHz, CDCls) of gambospiroene (1)
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Figure S2. *C NMR spectrum (100 MHz, CDCl5) of gambospiroene (1)
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Figure S3. HSQC spectrum (100 MHz, CDCI3) of gambospiroene (1)
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Figure S4. HMBC spectrum (100 MHz, CDCI3) of gambospiroene (1)
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Figure S5. *H-'H COSY spectrum (600 MHz, CDCl5) of gambospiroene (1)
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Figure S6. ROESY spectrum (600 MHz, CDCIl3) of gambospiroene (1)
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Figure S7. "H NMR spectrum (400 MHz, CDCls) of methyl 8,8a-dihydromorellate (2)
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Figure S8. *C NMR spectrum (100 MHz, CDCls) of methyl 8,8a-dihydromorellate (2)
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Figure S9. HSQC spectrum (100 MHz, CDCls) of methyl 8,8a-dihydromorellate (2)
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Figure S10. HMBC spectrum (100 MHz, CDCls) of methyl 8,8a-dihydromorellate (2)
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Figure S11. ROESY spectrum (600 MHz, CDCIs) of methyl 8,8a-dihydromorellate (2)
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Figure S12. *H NMR spectrum (400 MHz, CDCls) of 3-O-geranylforbesione (3)
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Figure S13. *C NMR spectrum (100 MHz, CDCls) of 3-O-geranylforbesione (3)
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Figure S14. HSQC spectrum (100 MHz, CDCIs) of 3-O-geranylforbesione (3)
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Figure S15. HMBC spectrum (100 MHz, CDCI;) of 3-O-geranylforbesione (3)
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Figure S16. *H-'H COSY spectrum (600 MHz, CDCls) of 3-O-geranylforbesione (3)
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Figure S17. *H NMR spectrum (400 MHz, CDCls) of gambogefic acid (4)
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Figure S19. HSQC spectrum (100 MHz, CDCI3) of gambogefic acid (4)
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Figure S20. HMBC spectrum (100 MHz, CDCI;) of gambogefic acid (4)
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Figure S21. *H-'H COSY spectrum (600 MHz, CDCI;) of gambogefic acid (4)
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Figure S22. *H NMR spectrum (400 MHz, CDCls) of 7-methoxygambogellic acid (5)
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Figure S$23. *C NMR spectrum (100 MHz, CDCls) of 7-methoxygambogellic acid (5)
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Figure S24. HSQC spectrum (100 MHz, CDCI3) of 7-methoxygambogellic acid (5)
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Figure S25. HMBC spectrum (100 MHz, CDCIs) of 7-methoxygambogellic acid (5)
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Figure $26. *H-"H COSY spectrum (600 MHz, CDCls) of 7-methoxygambogellic acid (5)
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Figure S27. ROESY spectrum (600 MHz, CDCI5) of 7-methoxygambogellic acid (5)
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Figure $28. *H NMR spectrum (400 MHz, CDCls) of 7-methoxygambogic acid (6)
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Figure $29. *C NMR spectrum (100 MHz, CDCls) of 7-methoxygambogic acid (6)
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Figure S30. HSQC spectrum (100 MHz, CDCI;) of 7-methoxygambogic acid (6)

THS-43 COCL3 HEOC

PN N R OO O N B e | ou]uJU

] o =
(ppm] - P -:

Z"- -

3—- - "

4]

8= [

o

7

140 : 130 120 110 100 a0 a0 70 60 50 a0 a0 20

F1 (ppm)



Figure S31. HMBC spectrum (100 MHz, CDCIs) of 7-methoxygambogic acid (6)

THS-42 CDCLI HABC

| 0 A RN I o
———_——F‘" F2 == o - ~, - -"'f'" - . =
-’ p . =
g—%(ppm * - m b s ke il *?
2 - o s -
% o :: - -
I - - - - -
3 B s I
7 -
} i
- 5 s
- e
] . - -
1 - - h - -
- )
— - - - =
Teto | 1se | 1en | 10 1z o eu “so Td 20
F1 (ppm)

Figure S32. *H NMR spectrum (400 MHz, CDCls) of 7-methoxyepigambogic acid (7)

12,697
7632
7.266

_foo

—— 6573

TT— 6547

6171

08 {09

5.085

——— 5417

—— 5391

QQ_JM3

AL—-—.J%ML f“lh.""l . J

NN~~~

/306

s

z27
4105

75 4

L

-0.002

{—

T
PPM



Figure $33. *C NMR spectrum (100 MHz, CDCls) of 7-methoxyepigambogic acid (7)
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Figure S34. HMBC spectrum (100 MHz, CDCIs) of 7-methoxyepigambogic acid (7)
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Figure S35. *H NMR spectrum (400 MHz, CDCls) of 8,8a-dihydro-8-hydroxymorellic acid (8)
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Figure S$36. **C NMR spectrum (100 MHz, CDCls) of 8,8a-dihydro-8-hydroxymorellic acid (8)
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Figure S37. HSQC spectrum (100 MHz, CDCI3) of 8,8a-dihydro-8-hydroxymorellic acid (8)
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Figure S38. HMBC spectrum (100 MHz, CDCIs) of 8,8a-dihydro-8-hydroxymorellic acid (8)
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Figure S39. ROESY spectrum (600 MHz, CDCl5) of 8,8a-dihydro-8-hydroxymorellic acid (8)
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Figure S40. '"H NMR spectrum (400 MHz, CDCI,) of 8,8a-dihydro-8-hydroxygambogenic acid
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Figure S41. **C NMR spectrum (100 MHz, CDCls) of 8,8a-dihydro-8-hydroxygambogenic acid
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Figure S42. HSQC spectrum (100 MHz, CDCI3) of 8,8a-dihydro-8-hydroxygambogenic acid (9)
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Figure S43. HMBC spectrum (100 MHz, CDCI;) of 8,8a-dihydro-8-hydroxygambogenic acid (9)
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Figure S44. ROESY spectrum (600 MHz, CDClI5) of 8,8a-dihydro-8-hydroxygambogenic acid (9)
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Figure S45. *H NMR spectrum (400 MHz, CDCl5) of oxygambogic acid (10)

Figure S46. **C NMR spectrum (100 MHz, CDCls) of oxygambogic acid (10)
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Figure S47. HSQC spectrum (100 MHz, CDCI;) of oxygambogic acid (10)
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Figure S48. HMBC spectrum (100 MHz, CDCI;) of oxygambogic acid (10)
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Figure S49. ROESY spectrum (600 MHz, CDCl5;) of oxygambogic acid (10)
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Figure S50. *H NMR spectrum (400 MHz, CDCIs) of gambogenific acid (11)
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Figure S51. *C NMR spectrum (100 MHz, CDCls) of gambogenific acid (11)
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Figure S52. HSQC spectrum (100 MHz, CDCI3) of gambogenific acid (11)
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Figure S53. HMBC spectrum (100 MHz, CDCI;) of gambogenific acid (11)
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Figure S54. *H NMR spectrum (300 MHz, CDCls) of 7-methoxyisomorellinol (12)
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Figure S55. *C NMR spectrum (100 MHz, CDCls) of 7-methoxyisomorellinol (12)
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Figure S56. HSQC spectrum (100 MHz, CDCIs) of 7-methoxyisomorellinol (12)
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Figure S57. *H NMR spectrum (400 MHz, CDCIs) of 8,8a-dihydro-8-hydroxygambogic acid (13)
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Figure S58. **C NMR spectrum (100 MHz, CDCls) of 8,8a-dihydro-8-hydroxygambogic acid (13)
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Figure S59. 'H NMR spectrum (400 MHz, CDCIs) of 8,8a-dihydro-8-hydroxygambogic acid

isomer (14)
(=3 M~ & DM OO~ NDONNANT ST O —~ORO NOCODFTOO~I~DT O
@ Qoa o < < [« =] L e [ B N=N=N.} M~ I~ M~ OO W0W N [ Rr] -0
= © @ w© WO w T R e e R i B R I R e i~
‘ LL LLLLL LL l
= T — \ —
| 1:%13
4
&
a5
Z04 10
- o1 . f
29 Ao S y, gage0 J
*' “ h | JJJ\ fl .”
A L , U WA VWA
-——— - T
12 10 8 6 4 2 o] PPM

Figure S60. *C NMR spectrum (100 MHz, CDCls) of 8,8a-dihydro-8-hydroxygambogic acid

isomer (14)
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