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Figure S1. Hypalocrinus naresianus (Carpenter, 1884), specimen ZMB Ech 7415, Shima Spur,

Kumano-nada Sea, Japan.
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Figure S2. UV/vis spectrum (H>O) of hypalocrinin A (1).
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Figure S3. HRESIMS spectrum (negative-ion mode) of hypalocrinin A (1).
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Figure S4. '"H NMR spectrum (800 MHz, DMSO-ds) of hypalocrinin A (1).
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Figure S5. '"H NMR spectrum (800 MHz, D-0) of hypalocrinin A (1).
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Figure S6. 3C NMR spectrum (200 MHz, DMSO-ds) of hypalocrinin A (1).
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Figure S7. COSY spectrum (800 MHz, DMSO-ds) of hypalocrinin A (1).
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Figure S8. HSQC spectrum (800 MHz, DMSO-ds) of hypalocrinin A (1).
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Figure S9. HMBC spectrum (800 MHz, DMSO-ds) of hypalocrinin A (1).
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Figure S10. 1,1-ADEQUATE spectrum (800 MHz, DMSO-ds) of hypalocrinin A (1).
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Figure S11. HRESIMS spectrum (negative-ion mode) of hypalocrinin B (2).

13



Ll

2.70

f1 (ppm)
Lot

e —

2.75

S§'€—

3.55 3.50
f1 (ppm)

3.60

7.00

f1 (ppm)

7.05

10—

B
;
B

8.4

T
8.5
f1 (ppm)

T
8.6

€8 —

T
8.7

or'g — ]

98¢ — ‘% L —_—

Figure S12. '"H NMR spectrum (700 MHz, DMSO-ds) of hypalocrinin B (2).
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Figure S13. '"H NMR spectrum (800 MHz, D-0) of hypalocrinin B (2).
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Figure S14. 3C APT NMR spectrum (200 MHz, D,0) of hypalocrinin B (2).
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Figure S16. HMBC spectrum (800 MHz, D,0) of hypalocrinin B (2).
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Figure S17. HRESIMS spectrum (negative-ion mode) of hypalocrinin C (3).
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Figure S18. '"H NMR spectrum (800 MHz, DMSO-dp) of hypalocrinin C (3).
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Figure S19. '"H NMR spectrum (800 MHz, D,0) of hypalocrinin C (3).
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Figure S20. HSQC spectrum (800 MHz, D,0) of hypalocrinin C (3).
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Figure S21. HMBC spectrum (800 MHz, D,0) of hypalocrinin C (3).
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Figure S22. HRESIMS spectrum (negative-ion mode) of hypalocrinin D (4).
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Figure S23. '"H NMR spectrum (800 MHz, DMSO-ds) of hypalocrinin D (4).

0.5

4.0 3.5 3.0 2.5 2.0 1.5 1.0

4.5
f1 (ppm)

8.5 8.0 7.5 7.0 6.5 6.0 5.5 5.0

9.0

25



S0

0T S'T 0'¢ S'¢ 0'€ S'€

(V4

(wdd) 14
St

0'S

S'S

09

S'9

0/

(wdd) 13
TE €€ Y€ SE€ 9€ L€ 8€ 6€ 0Ob Tt b
1 " 1 " 1 " 1 " "

9ze "
vee "
T5°€ ~
08'c —

—

LTV

(wdd) 13

§9 99 /9 89 69 04 TL TL €L VL SL 9L

959

L —

SS'L—

Figure S24. '"H NMR spectrum (800 MHz, D,0) of hypalocrinin D (4).
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Figure S25. 3C APT NMR spectrum (200 MHz, D,0) of hypalocrinin D (4).
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Figure S26. COSY spectrum (800 MHz, DMSO-ds) of hypalocrinin D (4).
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Figure S28. HMBC spectrum (800 MHz, DMSO-ds) of hypalocrinin D (4).
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Figure S29. HMBC spectrum (800 MHz, D,0) of hypalocrinin D (4).
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Figure S30. HRESIMS spectrum (negative-ion mode) of hypalocrinin E (5).
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Figure S31. '"H NMR spectrum (800 MHz, DMSO-ds) of hypalocrinin E (5).

33



(wdd) 13

 ’mw o ®m o ;w 9o ’vw o 1, 9o ;W 9o 1w 9o un 9
o o = = N N ™™ ™M < < m;nmw on v v N DN ©
[T T R R I R E N E R R E R R T S SR S|
@ @ ®
.Q
g o @
_— [ e & © L3
3 °
-]
ﬁ e 9o
- - %

Figure S32. COSY spectrum (800 MHz, DMSO-ds) of hypalocrinin E (5).
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Figure S33. HSQC spectrum (800 MHz, DMSO-ds) of hypalocrinin E (5).
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Figure S34. HMBC spectrum (800 MHz, DMSO-ds) of hypalocrinin E (5).
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Figure S35. HRESIMS spectrum (negative-ion mode) of hypalocrinin F (6).
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Figure S36. '"H NMR spectrum (700 MHz, DMSO-ds) of hypalocrinin F (6).
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Figure S37. COSY spectrum (700 MHz, DMSO-ds) of hypalocrinin F (6).
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Figure S38. HSQC spectrum (700 MHz, DMSO-ds) of hypalocrinin F (6).
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Figure S39. HMBC spectrum (700 MHz, DMSO-ds) of hypalocrinin F (6).
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Figure S40. HRESIMS spectrum (negative-ion mode) of hypalocrinin G (7).
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Figure S41. '"H NMR spectrum (700 MHz, DMSO-ds) of hypalocrinin G (7).
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Figure S42. COSY spectrum (700 MHz, DMSO-ds) of hypalocrinin G (7).
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Figure S43. HSQC spectrum (700 MHz, DMSO-ds) of hypalocrinin G (7).
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Figure S44. HMBC spectrum (700 MHz, DMSO-ds) of hypalocrinin G (7).
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Figure S45. HRESIMS spectrum (negative-ion mode) of 6-bromoemodic acid (8).
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Figure S46. '"H NMR spectrum (800 MHz, MeOH-d4) of 6-bromoemodic acid (8).
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Figure S47. HSQC spectrum (800 MHz, MeOH-ds) of 6-bromoemodic acid (8).
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Figure S48. HMBC spectrum (800 MHz, MeOH-ds4) of 6-bromoemodic acid (8).
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Figure S49. HRESIMS spectrum (negative-ion mode) of crinemodin (9).
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Figure S50. '"H NMR spectrum (800 MHz, MeOH-ds) of crinemodin (9).
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Figure S51. HRESIMS spectrum (negative-ion mode) of crinemodin sulfate (10).
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Figure S52. "H NMR spectrum (800 MHz, MeOH-d3) of crinemodin sulfate (10).
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