SUPPLEMENTARY MATERIALS include Supplementary Figures S1-S36.

e e R R R E ta e b e R F b b e e e ek

175
165

T— T84
L1563
086
\Lo,as
Log4
~-0.84
033

G o L o o o

| ; | | | |
| |
il | | .'l '
—— SR [0} S - kﬁhlh || '\«-*J ‘Avﬁ .M"; " "lh‘, )

t
| g
[IRELE Ls--—

L T i L e e T R T
gg 8 & B & ENZZ@RR £ B8 I8 al
- E} - = = CrmAfiMeN = =S me e
T TR =T R DT T o A M " Eo L T i T . R TR -
125 120 115 110 105 100 95 90 85 80 75 70 65 &0 55 50 45 40 35 30 225 20 15 10 05 0
f1 (ppm)

Supplementary Figure S1. '"H NMR spectrum of compound 1 in DMSO-de at 600 MHz.
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Supplementary Figure S2. COSY NMR spectrum of compound 1 in DMSO-db.
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Supplementary Figure S3. 3*C-DEPTQ NMR spectrum of compound 1 in DMSO-d at 151 MHz.
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Supplementary Figure S4. Edited HSQC NMR spectrum of compound 1 in DMSO-db.
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Supplementary Figure S5. HMBC NMR spectrum of compound 1 in DMSO-db.
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Supplementary Figure S6. ROESY NMR spectrum of compound 1 in DMSO-dk.
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Supplementary Figure S7. 'H NMR spectrum of compound 2 in DMSO-dj at 600 MHz.
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Supplementary Figure S8. COSY NMR spectrum of compound 2 in DMSO-db.
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Supplementary Figure S9. Edited HSQC NMR spectrum of compound 2 in DMSO-db.
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Supplementary Figure S10. HMBC NMR spectrum of compound 2 in DMSO-db.
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Supplementary Figure S11. ROESY NMR spectrum of compound 2 in DMSO-ds.
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Supplementary Figure S13. COSY NMR spectrum of compound 3 in DMSO-ds.
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Supplementary Figure S14. *C-DEPTQ NMR spectrum of compound 3 in DMSO-ds at 151 MHz.
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Supplementary Figure S15. Edited HSQC NMR spectrum of compound 3 in DMSO-ds.
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Supplementary Figure S16. HMBC NMR spectrum of compound 3 in DMSO-db.
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Supplementary Figure S17. ROESY NMR spectrum of compound 3 in DMSO-dé.
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Supplementary Figure S18. 'H NMR spectrum of compound 4 in DMSO-d; at 600 MHz.
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Supplementary Figure S19. COSY NMR spectrum of compound 4 in DMSO-dé.
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Supplementary Figure S20. Edited HSQC NMR spectrum of compound 4 in DMSO-db.
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Supplementary Figure S21. HMBC NMR spectrum of compound 4 in DMSO-ds.
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Supplementary Figure S22. ROESY NMR spectrum of compound 4 in DMSO-dé.
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Supplementary Figure S23. 'H NMR spectrum of compound 5 in DMSO-d; at 600 MHz.
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Supplementary Figure S24. COSY NMR spectrum of compound 5 in DMSO-de.
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Supplementary Figure S25. Edited HSQC NMR spectrum of compound 5 in DMSO-ds.
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Supplementary Figure S26. HMBC NMR spectrum of compound § in DMSO-db.
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Supplementary Figure S27. ROESY NMR spectrum of compound 5 in DMSO-dé.
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Supplementary Figure S28. 'H NMR spectrum of compound 6 in DMSO-ds at 600 MHz.
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Supplementary Figure S30. Edited HSQC NMR spectrum of compound 6 in DMSO-dé.
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Supplementary Figure S31. HMBC NMR spectrum of compound 6 in DMSO-db.
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f1 (ppm)

f1 (ppm})

16



0060 e e 000
ee000e g0 0

0 5000

) e (e} o
BN R T %
& e ° 8% e NPC Pathway
=] o0 o
e . . . .
0o 9 é <5 @ Alkaloids © Amino acid and peptides
Q
0
oy ) )
o o Carbohydrates o Fattyacids e Terpenoids

o Polyketides o Shikimates and phenylpropanoids

Supplementary Figure S33. Feature-based Molecular Network of the EtOAc and MeOH (butanolic
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Supplementary Figure S34. (A, B) UHPLC-PDA-ELSD analysis of the raw MeOH and EtOAc extract
of Ophiura sarsii. (C) Optimized HPLC-PDA-ELSD analysis of the EtOAc extract of O. sarsii. (D)
semi-preparative HPLC-UV analysis after gradient transfer using a dry load injection.
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Supplementary Figure S35. UV and ECD spectra of the isolated compounds.
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Supplementary Figure S36. Phototoxicity of compounds 1 (ETPA, A) and 3 (Pheophorbide a, B)

1solated from MeOH and EtOAc extracts.
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