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Table S1. NMR data of diterpenoid 7 in CDsOD=?

oc, Type Ou, m (J in Hz)
1 38.1, CH 1.79, m
1.70, m
2 354, CHh 1.29, dddd (12.2,12.2,12.2,6.3)
1.70, m
3 29.1, CH2 146, m
4 429, C
1.64, m
5 43.1, CH2 143, m
2.17, m
6 29.8, CH: 170, m
7 45.8, CH 2.80, ddd (12.8,5.8,5.8)
8 482, CH 1.96, brd (5.8, 4.7)
9 41.3, CH 2.29,ddd (7.0,7.0,4.7)
10 47.0, CH 211, m
11 142, CHs 0.85, d (6.7)
12 20.8, CHs 0.93, s
13 136.3, C
14 244, CHs 1.77,brs
15 1262, CH 5.13, br t (7.2)
16 27.8, CHz 2.67, m
17 124.8, CH 5.06, br t (7.2)
18 131.6, C
19 25.9, CHs 1.66, br s
20 17.8, CHs 1.61,brs

a1H at 500 MHz, 1°C at 125 MHz; ® Assignments aided by COSY, HSQC, HMBC,
and NOESY experiments.



Table S2. NMR data of diterpenoids 9-12 in CDsOD>"

. 9 10 11 12
Position = . pe du, m (J in Hz) dc, Type du, m (J in Hz) dc, Type du, m (J in Hz) dc, Type du, m (] in Hz)
1 41.1,CH 2.63, m 41.7,CH 257, m 418, CH 3.07, m 42.1,CH 3.07,m
2 76.8, CH 5.03, brd (6.2) 77.5,CH 5.07, m 170.7, CH 7.72, dd (5.8,3.0) 171.1, CH 7.66, dd (5.7,2.6)
3 422, CH: 2'526"2;‘1 d(g';f)'z) 43.0, CH: 2'620"12,‘1 d(g'gl'f)'z) 132.4, CH 5.97, dd (5.8,1.6) 132.3,CH 5.90, dd (5.7,1.8)
4 61.3,CH  320,ddd (9.8632.6) 1499,C 60.5,CH 3.9, ddd (10.6,6.5,2.0) 149.7, C
5 759,CH  4.77,ddd (6.36.134) 1529, CH 7.01,brs 75.2, CH 482, 155.4, CH 7.06, br's
2.00, m 2.75, m 2.15, ddd (14.1,6.1,6.1 2.89, dd (18.7,8.6
6 408, CHz 1.78, m 363, CHz 2.57, m 405, CH2 - 79 ddd (14.1,8.5,3.0; 366, CH2 ) o5 dad (18.7,8.6,?2.1)
7 41.5,CH 3.61, m 463,CH  3.55,ddd (8.0,8.0,8.0) 419,CH  3.66,ddd (8.7,8.5,6.1) 46.3, CH 3.62, ddd (8.6,8.6,8.6)
8 382,CH  2.98,ddd (9.89.89.3) 419, CH 3.8, ¢ 387, CH 3.05, m 429, CH 332, m
9 52.3, CH 2.55, m 49.8, CH 2.70, m 50.0, CH 2.31, dd (8.8,6.0) 487, CH 2.63, dd (6.2,3.4)
10 218.1, C 2169, C 2133,C 212.9, C
11 13.9, CHs 1.00, d (7.4) 14.0, CH; 1.15,d (7.4) 17.6, CHs 1.20,d (7.3) 16.0, CHs 1.33,d (7.5)
12 204.7, CH 9.66, d (2.6) 1915, CH 9.61, s 203.8, CH 9.65,d (2.0) 191.6, CH 9.55, s
13 136.2, C 1354, C 1362, C 135.7, C
14 22.4, CHs 1.64,brs 22.7, CHs 1.74,brs 22.2, CHs 1.64,d (1.3) 22.5, CHs 1.79, brs
15 129.5, CH 5.22,br t (7.4) 130.0, CH 533, brt (7.2) 129.6, CH 5.27,brt (7.1) 129.7, CH 5.38, br t (7.3)
16 28.1, CH: 5;2 2 28.0, CH: 273, m 28.1, CH: 5% 2 28.1, CH: 5;3 2
17 123.8, CH 5.06, br t (7.3) 123.8, CH 5.07, m 124.0, CH 5.07, br t (7.1) 123.8, CH 5.08, br t (7.0)
18 132.8,C 132.8,C 1327, C 1327, C
19 25.9, CHs 1.69,d (1.1) 25.9, CHs 1.68, br s 25.9, CHs 1.69, br s 25.9, CHs 1.68, br s
20 17.9, CHs 1.64,brs 17.9, CHs 1.62,brs 17.9, CHs 1.65,brs 17.9, CHs 1.63,brs
CH:COO  172.0,C 172.1,C
CH:COO  21.0, CHs 2.01, s 21.0, CHs 2.01,'s

a1H at 500 MHz, 3C at 125 MHz; ® Assignments aided by COSY, HSQC, HMBC, and NOESY experiments; < Obscured by solvent signals

N



Table S3. NMR data of diterpenoid 15 in CDsOD=?

Position oc, Type ou, m (J in Hz)

1 35.8, CH 2.29, m
1.65, m

2 30.8, CH2 0.87, m

3 30.7, CHs 2.09, ddd (12.1,11.7,8.3)
1.74, m

4 137.8, C

5 118.2, CH 5.24.br d (6.9)
1.78, m

6 274, CH2 162, m

7 33.5,CH 2.82, ddd (12.6,5.5,3.5)

8 24.6, CH 0.95, m

9 34.8, CH 1.62, m

10 319, C

11 18.2, CHs 1.00, d (6.6)

12 21.7, CHs 1.82,brs

13 140.2, C

14 20.3, CHs 1.71,brs

15 124.66, CH 5.13, br t (7.3)

16 27.3, CH2 2.70, m

17 124.74, CH 5.07, br t (7.2)

18 131.8, C

19 25.9, CHs 1.69, brd (1.1)

20 17.8, CHs 1.61,brs

a1H at 500 MHz, 13C at 125 MHz; ® Assignments aided by COSY, HSQC,
HMBC, and NOESY experiments.
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Figure S1. '"H RMN spectrum (500 MHz, CD;0OD) of okaspatol A (1)
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Figure S20. 13C RMN spectrum (125 MHz, CD;0D) of compound 12
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Figure S21. '"H RMN spectrum (500 MHz, CD,OD) of okacubol A (13)
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Figure $22. 3C RMN spectrum (125 MHz, CD,;0D) of okacubol A (13)
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Figure S28. 1°C RMN spectrum (125 MHz, CD;0D) of okamurol A (16)



Figure 529. Key COSY (bold bond) and HMBC correlations (arrow) observed for compounds 2-4, 7, 9-12, 14, and 15



Figure S30. Key NOESY correlations observed for compounds 2-4, 7, 9-12, 14, and 15
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Figure S31. Dose-response cell viability of Bv.2 cells was determined by crystal violet assay. The results

are mean + SD (n 2 3 independent experiments performed in duplicate). Significant differences were

determined by two way ANOVA followed by Bonferroni t-test *p < 0.05 vs Basal.
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Figure S32. Dose-response cell viability of RAW 264.7 cells was determined by crystal violet assay. The

results are mean * SD (n > 3 independent experiments performed in duplicate). Significant differences

were determined by two way ANOVA followed by Bonferroni t-test *p < 0.05 vs Basal.



