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ZIRZ=k IR N E B A Penicillium oxalicum HLLG-13
RPAC = 5 1= ik PEF5E

IO RELY GBI, Gtal MR, A, Bk
(1.#EFMEAFE FS5hITFER RAEARRFNERETDELLRZE B BHE 571127;
.IEEARH AN FELELLE Y BE 571127;
3RBETEHAY HEK,EHE M 350122)

W E. AR A 408 2 (Lumnitzera littorea (Jacq.) Voigt) M % B 1 Penicillium oxalicum
HLLG-13 RBARM = Y #AT RAAT R 22 615 ) S A% E3% 00 3 77 ik 45 6k R H AN T 5 &
BB T 2R, 50 A 2-(4-FFKK) THR-(2S)-F AR (1),2-(4-F KK ) TR TE
(2), 4-ZFXE)TLBmRFTEEG) ,4-BARKTH(4),2,4,5-ZFAEARX=8(5,1-(2,6-
dihydroxyphenyl) butan—1-one(6) , rosmarinosin C(7) , penicyclone A(8), penicyclone C(9),2-(N-Z
B2 ) X B (10), N- T BB (11) ,2-[ [ (2S)-F A -1-A A3 | &L K P ELE (12) , peniamidone
A(13) ,meleagrin(14) ,7-# A -2-(2S5-% A" L) -5-F L &8 (15),3-F 1 -6,8-—H A H 2 &
(16) , (=) -6-hydroxymellein(17) , (3R)-F 2 -5-#-6,8-—# K- — A5+ & 2 % (18),(3R)-F -6,
- A - 7-WA L - A H 2% (19), (=) —citreoisocoumarinol (20) F= de—O-methyldiaporthin
(21), H FHMNXLERER A AS 3T K4 SHARB R A A IHRINE S LA ZRAE
AP Z AR E MR R A, e 16 BA 69 Ay Z AR P E 0, £E 200 pmol/L IR E T, 7T v
B H,0, BALIR A% 69 HT22 2m e 57 & 87 43.36% #2 7+ £ 60.15%.
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Abstract: Twenty—one compounds were isolated from the EtOAc extract of the fermentation broth of the Lumnitzera litto-
rea—derived fungus Penicillium oxalicum HLLG-13. Their structures were elucidated by 1D NMR, MS spectral analyses
and compared with literature data. The compounds were identified as 2—(4-hydroxyphenyl)ethyl (25)-2-hydroxypropanoate
(1), 2— (4-hydroxyphenyl)ethylacetate (2), methyl(4-hydroxyphenyl)acetate (3), 4-hydroxybenzeneethanol (4), 2,4, 5—tri-
methylresorcinol (5), 1-(2,6—dihydroxyphenyl) butan—1-one (6), rosmarinosin C (7), penicyclone A (8), penicyclone C (9),
2—(N-acetylamino)phenol (10), N—acetyltyramine (11), 2—[[(2S)-2-hydroxy—1—oxopropyl Jamino] benzamide (12), peniami-
done A (13), meleagrin (14), 7-hydroxy—2-(2'S—hydroxypropyl)-5-methylchromone (15), 6,8—dihydroxy—3—-methylisocou-
marin (16), (-)—6-hydroxymellein (17), (3R)-5—chloro—3,4—dihydro—6,8— dihydroxy—3—methyl—-1H-2-bhenzopyran—1-one
(18), (3R) -3, 4—dihydro—6, 8—dihydroxy—7-methoxy—3—-methyl—1H-2-benzopyran—1-one (19), (=) —citreoisocoumarinol
(20) and de—O-methyldiaporthin (21). All compounds exhibited no antibacterial activity against the five human pathogenic
bacterium and three vibrios. Compound 16 showed moderate neuroprotective activity, which could increase the cell survival

rate of H,0, induced oxidative damage HT22 cells from 43.36% to 60.15% at the concentration of 200 wmol/L.
Keywords: Lumnitzera littorea; Penicillium oxalicum; secondary metabolites; antibacterial activity; naeuroprotective

activity

CIMIARR AR R ARG T IE J2  (B0 Y, PR ZDAR AR Ry FE AR S A AR B A 2 R 18 AR A A )
FEVR o AR I S0P RN A iR b A5 L ] T 2021 AR A 1 v 6] 1 PR e 28 44 3% ), T A A 20 AR B
RO X O & B R F AR IR X LA, AR R X 24 LT B R AR X 64>, A6 £
YR AR 265 FHA M R PR DR AR 25 Lumnitzera littorea (Jacq.) Voigt R fHF FF}F Combretaceae 1 2%
J& Lumnitzera fH¥) , © LI A 1999 4F 8 H 4 H v 5] [ 55 Bt ik i 1) S8 s PR 40 BF A A ) 44 5 (BB —41E) )
(MgOrh, Rdifayfh, ARV ATINLIHE 2 N AR BRI BR8] T — RIS a9, It R M
WP AT . 0 - A AR LI 2R N A TR Penicillium sclerotiorum HLL113 43 5 %05 H 2 48T
WEIRAT A= 40, O HLJR I 108355 11 oo 0 26 AR Y T A1 160355 2, JFC 1C, 55 BRI 6T B BRT R B AR A > 5 P B S5 M AL
Wi N A= BLEA Nigrospora camelliae—sinensis S30 W73 BS 358 H 2 800 —HAWRIEZRAL A ). N THE—B455%
LI N A LR R AR =4 P O TG B ), ARS8 —BR LT 22 N A LT P oxalicum HLLG—13 YRR
WA HETE , W o B AR B 21 A BARAL S ), 230000 2- (4-F2 0 ) 23— (28) - BN R (1), 2- (4-F%
BRI LR OTR(2), (4-F2R 58 ) CTRHIE (3) , 4— 2R LT (4) , 2,4,5- —HIFE AR — 1 (5) , 1-(2,6—dihy-
droxyphenyl) butan—1-one(6) , rosmarinosin C(7) , penicyclone A(8) ,penicyclone C(9),2—(N-ZBE & 3 ) Kl
(10) , N- Z st (1), 2-{[(28) - F 2k -1 - S N 2L |28 2k R HH % (12) , peniamidone A (13), meleagrin(14),
T-FHR-2- (25— N KL ) -5-F L (15) ,3-H 3£ -6,8- "I FH H K (16), (=) —6-hydroxymellein(17) ,
(3R)-H H-5-5-6,8- " H-— AR F T E(18), BR)-H H-6,8- " H-7T-HER-— AR EFELE(19),
(—)—citreoisocoumarinol (20) # de—~O-methyldiaporthin (21) (& 1) .

1 #5575 %

11 UE5KH

Bruker EsquireHCT i1 4% , B |- Bruker 23 7] ; Agilent 1260 2 il £5 75 = 80 A0 (435 A, 58 E 2 HER N Al
EYELA N-1001 Jigh4 25 %1, B AR A st B A PR 7 5 YOKO-ZK 24N B 4 , s BEr AR TIT & A BR 2
F] ; Bruker VANIII-400 MHz ¥ HE PR 1, it Bruker 23 7 ; 1H R 7K #5358 SB-1000, H 4 7 5t #EAL A BRA F]
Agilent Eclipse XDB-C18 column(9.4x250 mm, 5 wm ) F AR , 5 E 25820 7 5200 ~ 300 H 2 EHr
RERE , B B EAL T 5 C-18 IOAHAEME , Merck 23 F] ; SE g #RAE 1L 72 rb Bl Al FH %) Ak 27500 340k 1 M P Bl Ak
TR ABR A,
1.2 EHRMIS B SiFE
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Figure 1 Structures of Compounds 1-21

[ RE HLLG—13; 7% H rDNA B ITS JF 52T PCR 4738 ZEAL A7 , 7 Genbank 38 2 % BB A2 MR (AR P 5%
SEIA]BE X DNA J¥81) 1Y BLAST 4347 , i 58 1% EL# 4 P. oxalicum , 1% # ) Genbank 54 OK560165., B FHELRAT
T R TR A A 5 A A B P 2 TG 22 208 R 2 50 % (30% Hl . 70% PDB 15574, -80 °C
TR o
1.2.2 WtkEEFRE

¥4 P. oxalicum HLLG-13 BRREUH TG AL, 4% 5 PDA 53558 [, i S IR -4 h5 35,2 ~ 3 d 5 WL
ARAF O IR s — TR, BRI A TGS ) o FREEA P. oxalicum HLLG-13 BRFRIY) PDA 1535 5P Hi il
TG b, KR BRI AR R 22554 PDB (S A 45 W K) RER3EM | LEEIE D, 1 L
AYHETE I FP 254 300 mL AY PDB 553555, 28 °C 130 r/min B E N EFE IR RS R R R 55 3 d, AR T TR 1Y
A RGO, FEFDF R AE RS 3238 D435 i A S S B eT A5 2RI . ISR AF RO R TIPS mL AR 2K
K E R TR (B 80 g KoK L 100 mLARZEK 3 g V4R, LA E 20000 , 75 28 “CA1F MR ELHT 7 28 d.
1.3 RES5HE

K28 dJ Ml 18 £ R (250 mLAfR, 2550 L)WRIG R, 12 3 Ik, BRK Al 3 d, 5 LR SR HL
Yy, DA 0 545 B R LR RATIRE 61.27 g0 RHRE HEAT IEARRERCAE )2 AT (200 ~ 300 H ) BEEEVENL, A
Mk 2R £ Tig (RFREL, 100:0 ~ 0:100) A1 Z R L T/ s (AR R L, 20: 1 ~ 0:100) TLC 23#7 )5 &3 9441
53 (Fr. 1 ~Fr.9) o 453 Fr. 4(3.2 o)l it RO RERAE Z A T PeMG , i H H EEK (1:9 — 100:0) BAS FE BE M 12
338  TLC M G & 91 0 1344023 (Fr. 4=1 ~ Fr.4—13) ., Fr. 4-1(722.8 mg) #E172F 4 HPLC 20kl 45 (2
fiE—7K AR 32:68,3 mL/min) , f5 2L A4 16(59.1 mg) Fl(Fr. 4-1-2 ~ Fr.4—1-4), Fr. 4-1-2(36.5 mg) #£17
1414 HPLC 30T 145 ( 27K 7B 12080, 3 mL/min) , A5 EMLA 4 3(2.6 mg) o Fr. 4-1-3(43.2 mg) #E412F
il #& HPLC 43 #r il 5 ( ZHE—7K AR FH 1 22:78,3 mL/min) , £ 8 LG4 5(2.3 mg) . Fr. 4-1-4(76.2 mg) 4724
2% HPLC 43l 4 ( ZE-7K IR R L 24:76,3 mL/min) , /5 E14b 547 2(6.7 mg) o Fr. 4-7(106.3 mg) #4721l £
HPLC 3 #1 il & (2 M -7K AR 48:52,3 mL/min) A EIE AP 1(7.6 mg) o Fr. 4-10(2.7 )i i 1EAHRE B
JEHTHEATVRMG A T A I 2 R Z R FR EE , BB EE(100: 0) — (0: 100) 1A BE Ve #EAT 43 B9 , 38 3 TLC Z0 47
5243 (Fr. 4-10-1 ~ Fr. 4-10-5) . Fr. 4-10-1(84.1 mg) #1472 4145 HPLC 20 Hr il 45 ( 25—k AR FR 1
70:30,3 mL/min) , A3 E LAY 11(2.3 mg) . 443 Fr. 5(4.1 g) i i S AR AT 2 A B4 7 Ve 08, {7 P FP sk
<1 9)—(100: 0) |A RS E PRI HEA T4 5, 38 TLC 0T b 11 A4 53 (Fr. 5-1 ~ Fr.5-11) . Fr. 5-1(624.3 mg) #f

172 i 45 HPLC 23 7 1 4 (H LK, (R R 1L 8: 92, 3 mL/min) , 4% 3] (Fr. 5-1-1 ~ Fr.5-1-5) . Fr. 5-1-1

(36.2 mg) T2 514 HPLC 40T 145 ( 2 7K AR FR L 12: 88,3 mL/min) , 15 EL A4 4(2.6 me) FIAL A9 10



S AME T, AR LIRS R IR N A B Penicillium oxalicum HLLG—13 IRBACH =91 5 A W is ST 423

(6.7 mg) . Fr.5-1-5(22.4 mg) #E17F: il 25 HPLC 43 B il #5 (Z M -/K ARFR L 8 92,3 mL/min) , {3 EILA P 6
(2.5mg) . 57 Fr. 6(3.9 )i RAHRERCAT JZ AT A THRE A A B /7K (1:9 — 100 0) P4 BE BRI AT 43
B985 TLC AT R 13N (Fr. 6-1 ~ Fr.6-13) . Fr. 6-1(1.2 g)ifad IEARREEAT AT AT BRI, 1 FH A7 it/
LR SRR BB EE(100: 0) — (0: 100) I AR BE VR HEA T3 15, d ik TLC 23477k 8 M4H 53 (Fr. 6-1-1 ~ Fr. 6-
1-8) . Fr. 6-1-1(206.3 mg) #E172F 1l % HPLC 73 My il % ( S MG —7K AR FR L 11: 89,3 mL/min) , 1321 54 8
(41.4 mg) Fll Fr. 6-1-1-2, Fr. 6-1-1-2(62.2 mg) #1721l % HPLC 23 Hrifil % ( 25K AR F 1 9:91,3 mL/min)
BEUE A 9(6.6 mg) o Fr. 6-1-2(107.6 mg) #1722l £ HPLC 43Hr il 4% ( LG —/K , A FL HE 10: 90,3 mI/min) , 15
FMEAP12(184 mg) o Fr. 6-1-5(281.7 mg) #E1 722445 HPLC 20 A1l 45 ( Z A —7K AR AR 5:95,3 mL/min) , 1%
LAY 7(7.1 mg) LG 13(4.1 mg) » Fr. 6-4(77.6 mg) #EAT2FH145 HPLC 23041l £ ( Z W5 -7k IR 1
19:81,3 mL/min) , 3 28L5415(19.3 mg) ALEH920(16.4 mg) FfLEH21(4.8 mg) . 443 Fr. 7(6.2 g) i
S A RE AL E M HEAT VR, 6 /K (1:9 — 100:0) B H6 BE PR 2E4T 40 55 , i 3 TLC 434 A 10 4~ 4 53
(Fr. 7-1 ~ Fr.7-10) . Fr. 7-1(544.0 mg) #4712 & HPLC 23 Ml £ (M5 —7K , AR FREE 20: 80, 3 mL/min) , 15
AW 17(81.0 mg) HAL S 19(5.8 mg) . Fr. 7-2(27.9 mg) #EAT2FH145 HPLC /3 M1l 45 ( 2B -/K , IR R 1
40:60,3 mL/min) ,A53ELA W 18(3.6 mg) . ZH4) Fr. 8(6.2 o) i SOMRE AT IEHTHEAT BRI, (5 F I s/ 7K (1:9
— 100:0) AYBEEE Ve IEAT 20 S, il i TLC 404 R 10 14143 (Fr. 8—1 ~ Fr.8-10) . Fr. 8-5(579.6 mg) HEF 72l
# HPLC 20 Ml £ (257K RFREL 40 = 60,3 mL/min) , 358454 14(133.4 mg) .
1.4 FUEE MK

K FHAR T i e ik KAk 5 1 1~21 X 5 Bk N 35000 T [ 4 9 48 3K 1T (Staphylococeus aureus) . K FT T
(Escherichia coli) . 13 {08 ¥k 7 (Candida Albicans) 3% 7 75 2 BRI (Staphylococcus epidermidis) i) A1 B R
(Pseudomonas aeruginosa ) 1F1 3 BRI FEIN G [ 4E LSRR (Vibrio harveyi) (¥R (Vibrio alginolyticus) &S
MPEIREE (Vibrio parahaemolyticus ) \WIHT B & 4 , BARSZIGHRAE T 1527 SCHk[4]. — H IEEA(DMSO) A B4
Xof HE, BRPRT VD 2 kg B Pk o) R
1.5 HZRPFENK

K CCK8 FiExt b A9 1~21 PEA TP R pr s PR, EAARSC 003 ik 228 SCRRIS ). Ik /)N
U S 2 e 4 (HT22) , 40 % 35 H 90% DMEM-H + 10% FBS, BHH:XF BR2H 2 H,0, 35540 , [P %ok Bt
41100 pmol/LAKIEFZE . T 450 nm P K T E AL E (ODME) . AR SLE 3K, S4lieE N 3NE
flo SR SPSSHRUF#ET I 22000, Z5 R LS el 22 30K .

2 HREHE

2.1 WEMEHETE

AP TotaihR. BHESF ESI-MSTE m/z 211.1 b 25 R HESY 2104 [M + HI*, 4043+ 50°8 210.1, 25
£ H A C NMR SRR , HEWT AR 23720k €, H,, 0, AN RIS g 5. BmE 3540 . 'H NMR (400 MHz,
DMSO-d,) 8,: 4.18 (2H, m, H-8), 2.76 (2H, t, J = 6.8 Hz, H-7), 7.02 (2H, d, J = 8.4 Hz, H-2, 6), 6.67 (2H. d, J =
8.4 Hz, H-3, 5), 4.08 (1H, m, H-2'), 1.18 (3H, d, J = 6.8 Hz, H-3"), 9.22 (1H, s, 4-OH), 5.34 (1H, d, J = 6.0 Hz,
2'-0H), "“C NMR (100 MHz, DMSO-d,) §.: 127.8 (C-1), 129.8 (C-2, 6), 115.1 (C-3, 5), 155.9 (C—4), 33.6 (C-7),
64.8 (C-8), 174.5 (C-1"), 65.9 (C-2'), 20.4 (C-3"), HHEH: "HF1*C NMR ¥ I-5 SCRk[6 150 e Xt , i e b &
YR 2-(4-F80R38) 23— (29) - INTR .

a2 E ik, FHEF ESI-MSTE m/z 181.1 Zb45 i HES T2 104 [M + H]*, 404311 180.1, 4%
£ H 1 PC NMR B85, #Ewr HAE X 437208 € H 05, AOFIE N 5. BREIE50RE . 'H NMR (400 MHz,
methanol—d,) §,: 4.19 (2H, t, J = 7.2 Hz, H-1), 2.82 (2H, t, J = 7.2 Hz, H-2), 7.03 (2H, d, J = 8.8 Hz, H-4, 8), 6.70
(2H, d, J = 8.4 Hz, H-5, 7), 2.00 (3H, s, H-2")., C NMR (100 MHz, methanol-d,) 6. 66.6 (C~1), 35.2 (C-2),
130.0 (C-3), 130.9 (C-4, 8), 116.2 (C-5, 7), 157.1 (C-6), 172.9 (C~1"), 20.8 (C-2"), HIFiH "H F1°C NMR %k iz
IF- 5 SCHRI 7V FEXT B e b 51 2 Ry 2—- (448 IR LT -
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EEY 3 IR, BHE T ESI-MSTE m/z 167.1 Zb45 HHESF 2106 [M + HI*, 40 43T 166.1, 45
4 H A PC NMR S8 | R HAR R 7208 CH L0, AFE N 5, BREI %5 . 'H NMR (400 MHz,
methanol-d,) 8,:7.06 (2H, d, J = 8.4 Hz, H-2, 6), 6.71 (2H, d, J = 8.4 Hz, H-3, 5), 3.53 (2H, s, H-7), 3.66 (3H, s,
H-9), “C NMR (100 MHz, methanol-d,) 5,:126.3 (C~1), 116.3 (C-2, 6), 131.3 (C-3, 5), 157.6 (C—4), 40.9 (C-7),
174.6 (C-8), 52.4 (C-9). A4 H: "H A1 °C NMR £icdl I 5 SCHRISIEE Luxt , B8 b5 3y (-4 0L ) 41
H s

AP 4 R, BT ESI-MSTE m/z 139.1 Zb45 HHESF 25 106 [M + HI' 404> F5 4 138.1, 45
A "H A EC NMR RS ECH , $HE B AR X 37208 CoHL0,, ANRUFIRE hy 4 B i 4% : 'H NMR (400 MHz,
DMSO-d,) 8,: 6.96 (2H, d, J = 8.4 Hz, H-2, 6), 6.64 (2H, d, J = 8.4 Hz, H-3, 5), 2.59 (2H, t, J = 7.2 Hz, H-7),
3.51 (2H, t, J = 7.2 Hz, H-8), 9.33 (1H, s, 4-OH), 4.57 (1H, s, 8-OH). "C NMR (100 MHz, DMSO-d,) 8.: 129.3
(C-1), 129.6 (C-2, 6), 114.9 (C-3, 5), 155.6 (C—4), 38.3 (C-7), 62.6 (C-8), HIHiIL "H F1°C NMR $#i It 5 Sk
[QVESHE LU X, i 2 fb B 4 o 4-FRBEOR e

B S AR . PHEF ESI-MS7E m/z 153.1 445 HES>F 55 F I [M + HI*, 3= 258 152.1, 45
4 HHTPC NMR S5 80 | R HAR %> 73208 CHL0,, N FE N 4., BEREI IS EE : 'H NMR (400 MHz,
CDCL,) 8,: 6.26 (1H, s, H-1), 2.12 (3H, s, H-7), 2.09 (3H, s, H-8), 2.19 (3H, s, H-9). "C NMR (100 MHz, CDC,)
8.: 109.1 (C-1),151.8 (C-2), 107.2 (C-3), 152.7 (C-4), 114.0 (C-5), 135.1 (C-6), 8.3 (C-7), 11.4 (C-8), 20.1 (C-
9), LA HF °C NMR i -5 SCHRITO VA LU Xt 8 b 59 5 0 2,4,5- = H JERI2R .

fEEY 6. Btk . BHES T ESI-MS 7E m/z 181.1 4b25 WS> 551U [M + HI*, 400 43154 180.1, 45
& "HFIPC NMR S8 , HEWT HAR XS 737280 C\ H,,05, ANHUFIEE g 5. BREE5ERE . 'H NMR (400 MHz,
DMSO-d,): 8, 7.18 (1H, t, J = 8.0 Hz, H-4), 6.36 (2H, d, J = 8.0 Hz, H-3, 5), 3.02 (2H, t, J = 7.2 Hz, H-8), 1.61
(2H, m, H-9), 0.90 (3H, t, J = 7.2 Hz, H-10), 1.24 (3H, d, J = 6.8 Hz, H-11), "C NMR (100 MHz, DMSO-d,): ,
110.8 (C-1), 161.5 (C=2, 6), 107.2 (C-3, 5), 135.4 (C—4), 207.4 (C-7), 46.1 (C-8), 17.4 (C-9), 13.8 (C-10). A4z
HTH AT PC NMR s o5 SOk TS Hoxs B € 46 G4 6 4 1-(2,6—-dihydroxyphenyl ) butan—1-one.,

AT B IR . BHES T ESI-MS 16 m/z 243.1 (b4 HvES> T 55 706 [M + HI', HED 4> 242.1, 45
4 "H A PC NMR B350 , HEWTHAR X 237200 €, H,,0,, ANHUFIRE 7 5. B%REHIERMRE . 'H NMR (400 MHz,
DMSO-d,) 8,: 6.64 (1H, d, J = 2.0 Hz, H-2), 6.63 (1H, d, J = 4.0 Hz, H-5), 6.48 (1H, dd, J = 8.0, 2.0 Hz, H-6),
3.44 (2H, m, H-7), 3.62 (1H, m, H-8), 4.04 (1H, dd, J = 11.2, 6.4 Hz, H-10a), 3.89 (1H, dd, J = 11.2, 4.2 Hz, H-
10b), 3.34 (2H, m, H-11), “C NMR (100 MHz, DMSO-d,) 8.: 125.0 (C-1), 116.7 (C-2), 145.1 (C-3), 144.2 (C-4),
115.4 (C-5), 120.0 (C-6), 39.7 (C-7), 69.3 (C-8), 171.6 (C-9), 65.9 (C-10), 62.6 (C-11), HHEIH "H F1°C NMR
BRI 5 ek 2 155 Fe s, B e AL S8 T M rosmarinosin Co

&Y 8 bRtk . BHES T ESI-MSTE m/z 241.1 445 HWESr F B F06 [M + HI', 4043114 240.1, 45
& "HFIPC NMR S50 , HEWT HARXT 737200 C L H, O, ANRUFIEE g 5. BEREEEERE : 'H NMR (400 MHz,
DMSO-d,) 8,: 5.87 (1H, s, H-2), 4.17 (1H, d, J = 4.4 Hz, H-4), 3.83 (1H, d, J = 4.4 Hz, H-5), 2.21 (1H, dt, J =
14.6, 3.8 Hz, H-7a), 2.00 (1H, dt, J = 14.6, 3.8 Hz, H-7b), 1.77 (1H, m, H-8a), 1.23 (1H, m, H-8b), 2.40 (1H, m,
H-9), 2.03 (3H, s, H-11), 1.12 (3H, d, J = 6.8 Hz, H-12), "C NMR (100 MHz, DMSO-d,) 8.: 196.1 (C-1), 123.4
(C-2), 162.0 (C-3), 69.3 (C—4), 70.9 (C-5), 87.8 (C—6), 24.6 (C-T7), 24.6 (C-8), 34.8 (C-9), 173.8 (C-10), 21.6 (C—
11), 16.9 (C-12), HHEH:"H FIC NMR £t 15 SCHk[13 180 LT, 812 1L &9 8 4 penicyclone A .

B9 Bk, PHESF ESI-MS 7E m/z 273.1 4b 45 i HES T8 F I [M + HI*, 3 41 272.1, 4%
& "HFIPC NMR S8 , HEWTHAR XS 737200 € Ha, O, ANHLFIEE g 4 BERE 5 . 'H NMR (400 MHz,
DMSO-d,) 8,: 5.66 (1H, s, H-2), 4.43 (1H, dd, J = 7.8, 3.6 Hz, H-4), 3.77 (1H, dd, J = 7.8, 4.2 Hz, H-5), 1.73
(1H, dt, J = 11.8, 2.8 Hz, H-7a), 1.56 (1H, dt, J = 11.8, 2.8 Hz, H-7b), 1.63 (1H, m, H-8a), 1.46 (1H, m, H-8b),
2.37 (1H, m, H-9), 1.91 (3H, s, H-11), 1.07 (3H, d, J = 6.8 Hz, H-12), 3.59 (3H, s, H-13), 5.16 (1H, s, 4-OH),
4.92 (1H, s, 5-OH), 5.26 (1H, s, 6-0OH), “C NMR (100 MHz, DMSO-d,) 5. 197.8 (C-1), 123.2 (C-2), 159.8 (C~
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3), 68.5 (C—4), 73.7 (C-5), 75.6 (C—6), 28.7 (C~7), 25.8 (C-8), 39.5 (C-9), 176.4 (C~10), 20.1 (C-11), 16.8 (C-12),
51.2(C-13), ARHEH "HF1 °C NMR EiE -5 SCHRI 1318 Hoxt, #5165 %) 9 4 penicyclone C.

AW 10: ERE AR R . FHES T ESI-MS 7 m/z 152.1 Ab %5 Hi i 43 755 76 [M + HI*, HE 2> 78k
151.1, 4545 "H A1 °C NMR S iS50 | e W H AR 4020 CHNO,, AMEFTEE Ry 5. LI %4 . 'H NMR
(400 MHz, DMSO—d,) §,: 7.69 (1H, dd, J = 8.0, 1.4 Hz, H-3), 6.72 (1H, m, H-4), 6.91 (1H, m, H-5), 6.84 (1H, dd,
J = 8.0, 1.4 Hz, H-6), 2.08 (3H, s, H-8), 9.34 (1H, s, NH), "C NMR (100 MHz, DMSO-d,) §.:148.2 (C-1), 126.5
(C-2), 122.2 (C-3), 118.6 (C—4), 124.5 (C-5), 115.9 (C—6), 168.8 (C~7), 23.6 (C-8), A4 "H F1°C NMR %k #2
JF 5 SCHRT 14 PEHE Lext , 808 LG4 10 8 2— (N- B2 2 ) 4T

AW EOGR . BHE T ESI-MS 7E m/z 180.1 Zb45 Hi i/ 185 10 [M + HI*, 4l 2> T8 R 179.1,
%54 H FPC NMR P 3500 |, #E W7 AR 4> 73208 € H,NO, , AN HIE S 5. %8G D% 85 'H NMR (400
MHz, methanol—d,) 8,: 3.15 (2H, t, J = 8.8 Hz, H-1), 2.66 (2H, t, J = 8.8 Hz, H-2), 7.00 (2H, d, J = 8.4 Hz, H-4,
8), 6.69 (2H, d, J = 8.4 Hz, H-5, 7), 1.89 (3H, s, H-2'), "*C NMR (100 MHz, methanol-d,) 8.: 41.5 (C~1), 34.6 (C—
2), 130.2 (C=3), 129.7 (C-4, 8), 115.3 (C=5, 7), 156.0 (C=6), 172.3 (C~1"), 21.6 (C-2"), H34&H "H #1°C NMR %
P15 SCHRLLS B LX), B AL B 0 118 N—- C R I

AW 12: B EHIR . FHE T ESI-MSTE m/z 209.1 Zb 25 H HE4> 7 55 11 [M + HI", 4FE 00 41124 208.1,
SE4 TH AT PC NMR P B, 3 A x40 72008 € H N0, R FIEE K 6., KRG IE %50 . 'TH NMR (400
MHz, DMSO-d,) 8,: 7.75 (1H, dd, J = 7.8, 1.2 Hz, H-3), 7.47 (1H, t, J = 7.2 Hz, H-4), 7.11 (1H, t, J = 7.2 Hz, H-
5), 8.58 (1H, d, J = 8.4 Hz, H-6), 4.09 (1H, q, J = 6.8 Hz, H-9), 1.29 (3H, d, J = 6.8 Hz, H-10), 8.16 (1H, s, 7-
NH), 7.59 (1H, s, 8-NH), 5.98 (1H, s, 9-OH), "C NMR (100 MHz, DMSO-d,) 8. 120.9 (C~1), 138.7 (C-2), 122.4
(C-3), 131.8 (C-4), 119.9 (C-5), 128.5 (C-6), 170.3 (C=7), 174.1 (C-8), 67.9 (C-9), 20.9 (C-10). AL I H 'H
F1PC NMR £l It 5 SCBRI L6 VEE LUxsT B e A B4 122 2-[[(2S) 72 - 1 -5 N B = B R P e

A3 AF IR . BHE T ESI-MS 7E m/z 226.1 4b 45 H 4y 155 7 [M + HI, #EI 4> T4 225.1,
454 H HIPC NMR 3% 500 , e HAR 437328 € H NO, , AN FINE S 5, R %dE . 'H NMR (400
MHz, DMSO-d,) 8,: 7.26 (1H, s, H-3), 7.15 (1H, d, J = 8.0 Hz, H-5), 6.72 (1H, d, J = 8.2 Hz, H-6), 3.18 (2H, m,
H-8), 1.48 (2H, m, H-9), 1.43 (2H, m, H-10), 3.40 (2H, m, H-11), 8.09 (1H, s, 7-NH). “C NMR (100 MHz,
DMSO-d,) 8.: 148.2 (C~1), 144.8 (C-2), 115.1 (C-3), 126.0 (C~4), 118.8 (C-5), 114.8 (C-6), 166.0 (C~7), 39.0 (C—
8), 30.0 (C-9), 26.0 (C~10), 60.6 (C—11), M H "H F1 *C NMR B 15 SCHERI 1715088 Foxvt , B @b 54 13
peniamidone A,

A4 A3 O R . BHES T ESI-MS 7E m/z 434.2 fb 45 H /> 185 106 [M + HI*, #E0l 2> 15k 433.2,
454 H I C NMR P85 B0, HEWT AT 707200 G H N0, A FIE K 15, AZREPEEEE : 'H NMR (400
MHz, DMSO-d,) 8,: 7.53 (1H, d, J = 7.4 Hz, H-4), 7.24 (1H, t, J = 7.4 Hz, H-5), 7.26 (1H, t, J = 7.4 Hz, H-6),
6.97 (1H, d, J = 7.6 Hz, H-7), 5.27 (1H, s, H-8), 10.18 (1H, s, 14-NH), 8.21 (1H, s, H-15), 7.77 (1H, s, H-18),
12.96 (1H, s, 19-NH), 6.01 (1H, s, H-22), 4.98 (2H, m, H-23), 1.20 (6H, s, H-24, 25), 3.67 (3H, s, H-26), "C
NMR (100 MHz, DMSO-d,) 8.: 101.4 (C-2), 52.3 (C-3), 126.1 (C-3a), 123.8 (C-4), 123.2 (C-5), 128.0 (C-6),
111.6 (C=7), 146.3 (C-7a), 109.2 (C-8), 143.0 (C-9), 158.6 (C-10), 123.2 (C-12), 164.8 (C-13), 107.1 (C-15),
124.7 (C-16), 137.3 (C-18), 133.7 (C-20), 41.9 (C-21), 143.4 (C-22), 112.9 (C-23), 24.1 (C-24), 23.2 (C-25),
64.8 (C-26). ARHEIL HFI *C NMR EHE 5 SCHRI 18 145 L, 5 165 14 4 meleagrin.,

A5 A O . BHE T ESI-MS 7E m/z 235.1 4b 25 H 4155 7 [M + HI, #EI 2> T 5 234.1,
454 THFN C NMR 3 508 |, HE W HAH X 20 72008 CaHL 0, AN N 7. R E 35 500E - 'H NMR (400
MHz, methanol—d,) 8,: 6.05 (1H, s, H-3), 6.61 (1H, dd, J = 2.4, 0.8 Hz, H-6), 6.64 (1H, d, J = 2.4 Hz, H-8), 2.72
(1H, dd, J = 14.4, 5.2 Hz, H-9a), 2.64 (1H, dd, J = 14.4, 7.8 Hz, H-9b), 4.18 (1H, m, H-10), 1.26 (3H, d, J = 6.4
Hz, H-11), 2.70 (3H, s, H-12)., “C NMR (100 MHz, methanol-d,) 8.: 167.1 (C-2), 118.0 (C-3), 181.9 (C-4),
115.8 (C—4a), 143.6 (C-5), 112.5 (C-6), 161.4 (C=7), 101.7 (C-8), 163.1 (C—8a), 44.2 (C-9), 66.3 (C-10), 23.5 (C~
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11), 23.1 (C-12), AR IL H F1 °C NMR B8 -5 SCHERI19 15 Lo Xt 2 fe 59 15 O 7- 7856 -2- (2 S5
F)-5—FH LA

L&Y 16: bR AR . PHE T ESI-MS 7 m/z 193.0 Kb %5 H 4 T35 0% [M + H]*, #EJ0 4F 4 192.0,
454 HF C NMR %50 , W HA T 237300 € H,0, , AR N 7, B % 'H NMR (400 MHz,
DMSO—-d,) 8,: 6.41 (s, H-4), 6.29 (d, J = 2.0 Hz, H-5), 6.28 (d, J = 2.0 Hz, H-7), 2.18 (s, H-9), "C NMR (100
MHz, DMSO—d,). 8.: 166.2 (C-1), 153.9 (C=3), 104.2 (C-4), 139.6 (C—4a), 102.5 (C-5), 165.5 (C-6), 101.4 (C-7),
162.7 (C-8), 97.6 (C—8a), 18.8 (C-9), HR4EI: "H F1°C NMR %Hh 1 5 SClk[20 155 9 e vk, 2 AL 54 16 Hy 3—-
HIt-6,8- IR HUE,

EET: HEOR K. PHE T ESI-MS 7E m/z 195.1 Ab%5 H 50 T35 0 [M + H]*, I 2 F 1R 1941,
gE 45 TH A C NMR I3 K08 | JHE W = A 6 20 7200 C 01,0, AEFIE N 6. KRG % 5045 . 'H NMR (400
MHz, DMSO—d,,) 8,: 4.66 (1H, ddq, J = 12.6, 6.4, 2.8 Hz, H-3), 2.89 (1H, dd, J = 16.4, 3.4 Hz, H-4a), 2.78 (1H,
dd, J = 16.4, 11.2 Hz, H-4b), 6.22 (1H, d, J = 2.2 Hz, H-5), 6.19 (1H, d, J = 2.2 Hz, H-7), 1.37 (3H, d, J = 6.4 Hz,
H-9), 10.60 (1H, s, 6-OH), 11.13 (1H, s, 8-OH). "C NMR (100 MHz, DMSO-d,) 8. 169.5 (C-1), 75.4 (C-3),
33.8 (C-4), 142.2 (C—4a), 106.8 (C-5), 163.5 (C=6), 100.1 (C-7), 164.5 (C-8), 100.9 (C-8a), 20.3 (C-9), HH #
HTH AT PC NMR 58 515 SCHRI2 15 Lexs, B e A6 540 17 24 (- ) —6-hydroxymellein .

AW 18 IR B M AR . I ES T ESI-MS 75 m/z 229.0 4b 25 4> 755 T [M + HI*, 414> 7&K
228.0, 454 'H F1°C NMR P E0cls , #E W HAR X 43208 € HyClO, , NN 6, A% 2 . 'H NMR
(400 MHz, DMSO-d,,) 8,: 4.71 (1H, m, H-3), 3.17 (1H, dd, J = 17.0, 2.0 Hz, H-4a), 2.77 (1H, dd, J = 17.0, 11.6
Hz, H-4b), 6.42 (1H, d, J = 1.4 Hz, H-7), 1.43 (3H, d, J = 6.4 Hz, H-9), 10.60 (1H, s, 6-OH), 11.21 (1H, s, 8-
OH), "C NMR (100 MHz, DMSO-d,) 8.: 169.0 (C-1), 74.7 (C=3), 31.7 (C-4), 139.0 (C—4a), 110.0 (C-5), 160.4
(C-6), 100.8 (C=7), 161.6 (C-8), 101.7 (C-8a), 20.2 (C-9). K4k H:"H F1°C NMR ¥4 -5 SClRk 221808 He
e A 18 I (B3R)-H HE-5-5-6,8- - A REFEUE.

EEWN9: B HPIR . FHE T ESI-MS7E m/z 225.1 &b %5 B4y F 55 105 [M + HI*, 0 4158 2241,
S5 H ANSC NMR 3% 8500 , 4 AR X 42008 € 1,05, AN AR K7 6. 4204 0% 1% 4404 : 'H NMR (400
MHz, DMSO-d,) 8,: 4.68 (1H, ddd, J = 11.4, 6.2, 3.6 Hz, H-3), 2.88 (1H, dd, J = 16.4, 3.4 Hz, H-4a), 2.76 (1H,
dd, J = 16.4, 11.2 Hz, H-4b), 6.31 (1H, s, H-5), 1.38 (3H, d, J = 6.4 Hz, H-9), 3.69 (3H, s, H-10),11.20 (1H, s, 8-
OH). “C NMR (100 MHz, DMSO-d,) 8,: 169.7 (C~1), 75.7 (C-3), 33.3 (C-4), 135.9 (C—4a), 106.8 (C-5), 156.0
(C-6), 133.5 (C-7), 157.1 (C-8), 100.5 (C-8a), 20.3 (C-9), 59.8 (C~10), M H: "H F1C NMR %4 1 5 SCiik[23]
Bl Hext, B E L A 19 0 (3R) - 3E-6,8- R EL-T-H A H- " E R FETEK,

&9 20: B . PHE T ESI-MS 7 m/z 281.1 Ab%4 H 4 135 0% [M + H]*, #EJ0 4F 14 280.1,
4545 TH AN C NMR 338 B0 | JHE W H A 6 20 7200 C L H, O, NIRRT N 7. BERE D3 505 . 'H NMR (400
MHz, methanol-d,) 8,: 6.36 (s, H-4), 6.30 (s, H-5), 6.30 (s, H-7), 2.56 (dd, J = 8.4, 14.6 Hz, H-9a), 2.69(dd, J =
4.4, 14.6 Hz, H-9b), 4.14 (d, H-10), 1.71 (m, H-11a), 1.61 (m, H-11b), 3.98 (m, H-12), 1.20(d, J = 6.2 Hz, H-
13), “C NMR (100 MHz, methanol-d,) 8.: 167.8 (C-1), 155.9 (C-3), 107.2 (C-4), 141.2 (C—4a), 103.7 (C-5),
167.3 (C-6), 102.6 (C=7), 164.8 (C—8), 99.8 (C-8a), 42.5 (C-9), 68.7 (C-10), 46.4 (C-11), 67.1 (C-12), 23.6 (C—
13) AR 'H A1 °C NMR £ -5 SCrk[24 1508 Eb X, 56 2 1L 690 20 R (-) —citreoisocoumarinol »

L& 21 ki iR . PHES T ESI-MS 1 m/z 237.1 Ab %5 5 T8 % [M + H]*, #4071 4 236.1,
4545 THFNC NMR 338 K08 | W HA T 20 73280 CLH,, 00, NIRRT N 7. RGN %0 . 'H NMR (400
MHz, methanol—d,) 8,: 6.37 (s, H-4), 6.30 (s, H-5), 6.30 (s, H-7), 2.58 (m, H-11), 4.14 (m, H-12), 1.25(d, J = 6.4
Hz, H-13). “C NMR (100 MHz, methanol-d,) 8. 167.9 (C-1), 156.1 (C-3), 141.2 (C—4), 99.6 (C-5), 164.8 (C—6),
107.0 (C=7), 167.9 (C-8), 102.8 (C-9), 103.9 (C-10), 43.8 (C~11), 66.2 (C-12), 23.3 (C-13), AR} H 'H F1-C
NMR 8 -5 SCHRI25 B Hoxt , 8 7€ 1659 21 24 de—O-methyldiaporthin.,
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22 FMEEENRER F1 AW 163TH,0, B HT22 ELIRG RIS S
SHEA Y 1~21 BT T 4 S RATER T (S. aureus) . KR

KIGFFE (E. coli) 168 A2k T (C. Albicans) .32 )% % Table 1 Effect of compound 16 on cell viability of
. T e HT22 oxidative d induced by H,0
BRI (S. epidermidis) |8 ¢ B 5 i 18 (P. aerugino- oxidative damage Induced oy MY

sa) W YEECHRER (V. harveyi) (s B 9IK T (V. alginolyti- iﬂ;lj T

cus) I MLPEIRE (V. parahaemolyticus )8 BRI s e

TP, 25 R G 1~20 XL BRI ICH] HeERIZE (100 pmol/L) 71.09”

BB ; o

23 MERPEHNRER fetio . o
XA 1~21 HEAT T MR IS PRI, T 45 (pmol/L) " oo

BRI 16 7E 10 ~ 200 wmol/L 45144 T ¥ R 9t ;gg 65(?1958

A RIRZRGR A, R AE 200 wmol L R o S AL L P < 0,05,

5 B U, T DIOKE AN AE I R N 43.36% R R 2
60.15%(F 1),

*#P < 0.01

3 &ig

iz FH 2 o gik o3 55 T BORP s S e B, N— BRI 2= (L. littorea) WA= ELIA P. oxalicum HLLG-13 W4y
BE T 20N A Y A5 T AR A Y (1-T), 5SS B E Y (10-14) ,6 R EH G RS
Y(16~21), LA J 34 HAMRAL G40 (8~9, 15) o 1 HEMNAZE R & AL 16 7F 10 ~ 200 pmol/L 75 il N E AT
—RE AR TS FE 200 pmol/L R BE S50 TG PEf A, o] DL A0 BAE 16 N 43.36% $5 151 22 60.15% . 7
WFFE W] R A 245 FH 2D A 2T 25 10 T 1 & R FH B HE BRI AR | RISy kit P i A< e 37 25 9 1 S
TEA UL T RIFSE SR
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