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W OE: RN R E LR R RS ST, KA ERAR, B &, SERmERAR
MR CESFB ARG ER ATy B, BRI E e AR RS T o B AL N FRER
FW, NE M KA E A A Aspergillus jensenii ZLYO1 B AR Z B b k0 BT R S AL, a5 EH
violaceol I1(1) . violaceol 1(2) . 5-(3-hydroxy-5-methylphenoxy )-3-methyl-2-(3-methylbut-2-en-1-yl)-phenol (3) |
brevianamide V (4) . brevianamide K( 5 ). brevianamide R(6) . emodin(7) #= diorcinol (8); I\ % M K ¥/
i A Aspergillus sydowii ZLY 02 W Ak K B4 F 25 BAF B 9 MLAH, 431 % 52 %y violaceol 11(1) | violaceol
1(2) . acremolin(9) . hydroxysydonic acid(10) . 11-dehydrosydonic acid(11) . sydonic acid(12) . 3-hydroxy-4-
(5-hydroxy-5-methyl-1-methylenehexyyl) -benzoic acid (13) . engyodontiumone 1(14) F= (7R) -7-O-methylsydonic
acid(15). HF, &4 ~64 B KNEM KGME A B A. jensenii 'F 4 5 475 09 — Bk R £ A M w. AT
HRFZTT ENKBIHE LR RERM T WILF a0 % FE.
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Abstract: Intestinal fungi of Periplaneta americana were investigated to screen for their secondary metabolites. The
compounds were isolated and purified via solid-state fermentation, Sephadex LH-20, high performance liquid chroma-
tography (HPLC) and thin layer chromatography (TLC), and their structures were identified by nuclear magnetic reso-
nance (NMR) spectroscopy and mass spectrometry (MS) data. Eight compounds were isolated from the fermentation
products of Aspergillus jensenii Z1.YO1, identified as violaceol II (1), violaceol I (2), 5-(3-hydroxy-5-methylphenoxy)-3-
methyl-2-(3-methylbut-2-en-1-yl)-phenol (3), brevianamide V (4), brevianamide K (5), brevianamide R (6), emodin
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(7), and diorcinol (8). From the fermentation products of Aspergillus sydowii Z1.Y02, nine compounds were isolated:
violaceol II (1), violaceol I (2), acremolin (9), hydroxysydonic acid (10), 11-dehydrosydonic acid (11), sydonic acid
(12), 3-hydroxy-4-(5-hydroxy-5-methyl-1-methylenehexyyl)-benzoic acid (13), engyodontiumone I (14), and (7R)-7-0-
methylsydonic donic acid (15). Compounds 4—6 are diketopiperazine alkaloids isolated from Periplaneta americana
intestinal fungi A. jensenii for the first time. The present study enriches the diversity of chemical constituents of the
secondary metabolites from Periplaneta americana intestinal fungi.

Key words: natural product chemistry; Periplaneta americana; intestinal fungi; secondary metabolites; structural
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AR A A B 25 e DAY i 25
IR TARR, AZUSAIT ST A PSR
B My bR e o W R, RS 100 77,
B AU B S R A IR R 2R, 2R
U AR TR, AERE ) AR R HAT A W
AR B U U M IR T B,
ATFHE—AZ . SRR, P ERAROVEE W, P
T (MRAREZ), HIRE PEFE, BATHU .
AR R TR Y D287, S B b BRI AT Y e
. ESEANGEITRYE B, BRI R R 25
RS 2 Z o™ . SEUN R s 28 b BRI R
METIREA A B, FEASCAHTE 3MCHFEZ A, LB
WU R A BSR i A AP B N RE ST, X T e F B L
APIRAREY). BT, SEPHR A 6 A
PRh2e sy, AR U I A Mo A A
WFFEIFAZ I AT B e 8 7R SR i i
PAEBIR A= R 3 2R, R BA T
M2 IR S ROy T 2]

WESSEERL

U2 EREILIRIE X Bruker AV-400, 5005k
600 spectrometer A1 [E Bruker /A 7] 4277, L)LY H 3
fif B¢ (transportation management system, TMS) & A
by SR H AR Shimadzu Corporation 2\ H] PR
Shimazu LC-20AD AB SCIEX Triple TOF X500R MS
Spectromete ; FENG B D = O 4 1% L SEP LC-20,
) 45 46, 33% K K Agilent ZORBAX SB-C,, 41 (250. 0
mm X 9.4 mm, WEHKNS50wm), il @SR
YMC-Pack ODS-A #£(250. 0 mm x 20. 0 mm, 4N
5.0 pum).

#OBE . AR JZ BT A BE Sephadex LH-20 A7 Hiij i
Amersham Pharmacia 23 7] 24 7 5 W J2 635 H E R
HGF254 Jyh [ 8 By e AL T 2B WEECIESF
OSSR Y v 22 A A m A

2 EhkbEA

2.1 EMSE

FHTCTHEK B UL U R e A 3 ~ 43 J , A
TR BOR 75% B) CBEH REAL B, HE TR UK
ek 23, RIS IR IO, FETCTE AT TR
2910 h. WU SEM R WA IE , I TJCTE U R ey
0.2 cm X 0.5 em Y/NHRAE S, 43 A1 3 53 B 1 5 4k
B, IEEERE 2 ~ 4 h G PHEIE ISR BIEREET
23~25 CHFRT AL, BB ERMIFSEERH .
2.2 EHRSTERE

PR SE YN W7 L B D ZH B . 371G LA
Lo e il 2 TRIINAE R EE PR AT BR 23 W 58 78
YRS R AR LINFA R ITS ¥ 915 Aspergil-
lus jensenii(A. jensenii) [¥] PN % 5% [B] B X (internal tran-
scribed spacer, 1TS) J7 51 (KJ775496) —3(", %454
a0, BHEH N A, jensenii ZLYOL; Bk 2
FPAREIAG ITS 51 5 Aspergillus sydowit (A. sydowii) 40}
(MH864837) —#('"", &5aIL&20Hr, BN
A. sydowii Z1Y02 .
2.3 BEHRKREE

B B % B A Bl B g Ak (B R R
200 /L. HZEHE 20 /L. BE 15 o/L AR &R
0.1¢/L), T 121°CH KT 20 min. PRI PR
Sl IR AT, FIJCHEUKUE T B IR R A
IR 7 WA T T2 AT RO [T A 15 7 2 1) 500 mL
HEIEI R CRERP A A I 390D, 23 ~ 25 'CRf L
Hi3730~404d.
2.4 REEMRESE

4 5 N Rk B 1 FLEA A, jensenii A1 A. sydowii &
FE R, AR IR CFRZE I3 IR, K
Ri6~8h, KA IEFMEWRST, R4
KRR TR 2. 1 g f13. 3 .

B 3 N K W6 i 1B EL TR A, jensendi K THEAE B
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(2.1 g) il 1 Sephadex LH-20 &t A% )2 (Ui s AH A
S ) 73, KI5 R 740, W24 R Fr. A—
Fr.G. H, Fr.E(273.6 mg) 2 il & Al
1% (high perbrmance liquid chromatography, HPLC;
FH 7K B A B 23 0 60% ~ 100%, 120 min, i
7 mL/min) #1740 &, 20k 2 655 1 (thin
layer chromatography, TLC) B & £, Bt £2 RV AH 2
i - T 3 B A 2 R (liquid  chromatogroph mass
spectrometer, LC-MS) 73 #1752 7 /N, AR A 44
JFr E. 1—Fr. E. 7. SRJ5{EFr. E. 1(145. 4 mg) £2°F
il % HPLC ¥ (MeOH FK AR EL 2 60:40, ¥
3 mL/min) glifk, 15 2165 W 1 (LR B[] ¢, =
8.68 min, 19.77 mg) Flfk & # 2 (4, = 10. 15 min,
10.86 mg) . Fr. E. 7 (49.6 mg) 4 2 | 45 HPLC
(MeOH /K (I ARFLHE A 70230, i3 4 3 mL/min)
afifb 13 245 3 (1, = 9. 49 min, 2.49 mg). Fr.
E. 3(89. 5 mg) £ 21l £ HPLC ( MeOH F1 7K fY 14 71
bk 70:30, 3 N 3 mL/min) 2E4L15 21654 8
(tg = 11.01 min, 2.13 mg). Fr. C(172.4 mg) &}
il % HPLC (MeOH FIZK BYARFR LA 60: 40, i A
3 mL/min) i {75 2465 ) 4 (1, = 16. 29 min, 4. 68
mg) . &5, = 22.35 min, 5.07 mg) FiLE Y
6(t, = 25.01 min, 17.31 mg). Fr. F(229.1 mg) %
il & HPLC (MeOH FIZK AT E 2 70230, Jii ik
4 3 mL/min) 461615 2 L & % 7 (¢, = 9. 86 min,
1.25 mg).

&N K Wik 38 BT A, sydowii % BERE I (3.3
g) Yol i3 Sephadex LH-20 %8B 2 A (3 sl A1k 4l
) 288, 253k 6 &84, ka4l Fr. A—
Fr. F. H, Fr. E(146. 4 mg) 25 2l 45 HPLC
(MeOH FIZK B R B L M 50: 50, FRRIR B 50h
0.05%, 43 mL/min)#E—L4ifb 82691
(t; = 12.24 min, 9.22 mg) FfL& %2 (1, = 16. 43
min, 6.60 mg). Fr. D(300.9 mg) 214 HPLC
(S K P AR 0 BB 2 R 40% ~ 100%, it 38
7 mL/min) #4770 8, 20t #2635 7k (thin-layer
chromatography, TLC) it li2 £ B {5 Fl1 LC-MS 434t
W LRI 53R 7 A NB, MR AiE4 R Fr. DL 1—Fr.
D. 7. SRJFHEHAFr. D. 1(61. 8 mg) Z:2F 4 HPLC
(MeOH Fl7K i (4 BLH Ry 40: 60, 5 1R FL 43 B0 M
0.05% W R, WiiE M 3 mL/min) 2152 L5 99
(t; = 26.09 min, 3.40 mg) FiLAE 9 10(1, = 17.32
min, 2.85 mg). Fr.D. 4(8.2 mg) 2}l & HPLC

(MeOH F1 /K i R FLEL S0 60: 40, & R BL 40 800
0.05% MR, Wi K 3 mL/min) 461615 2L 5
11(¢, =25.21 min, 7.06 mg). Fr.D.5(28.5 mg)%:
2 il £ HPLC (MeOH FI/K FUAAFL L 4 70230, #{4&
BUMCN 0. 05% B R, WA 3 mL/min) 4lifkf5
#4bE M 12(1, = 14. 62 min, 20.18 mg). Fr. D. 3
(12. 5 mg) 2224 £ HPLC (MeOH F/K AR FH FE
55:45, HARBLIECH 0.05% B H R, kA
3 mL/min) 4 b 15 2 {6 & ¥ 13 (1, = 22.93 min,
1.02 mg) flfk &%) 14 (1, = 25.98 min, 1.71 mg) .
Fr. D. 7(6. 6 mg) 22 -1l % HPLC (MeOH Fl/K [ 14 FH
Feoh 80: 20, ERBIIEN 0.05% IR , i i
'3 mL/min) 264615 2465 4 15 (¢, = 13. 11 min,
1.28 mg).

3 HMIRE SR

A1 N BERE A HIR, ESI-MS (electrospray
ionization mass spectrometry) Jii fif Y (mass-to-charge
ratio, m/z): 263[M+H]*, /rF A C,H,,0,. ¥
7 A 3% (hydrogen nuclear magnetic resonance, 'H
NMR) (400 MHz, Methanol-d,) ft.2~ 7 # 8,43 51 4
6.31(d, J=2.0Hz, 1H, H-4)., 6.28(s, 2H, H-
3", H-5"), 5.99(d, J=2.0Hz, 1H, H-6) . 2.21
(s, 3H, H-7")M12.06(s, 3H, H-7); I IRmR Y
(carbon nuclear magnetic resonance, “C NMR) (100
MHz, Methanol-d,)d, 53 %% : 151.5(C-2", C-6") .
148.2(C-1) . 147.1(C-3) . 136.7(C-4") . 132.8
(C-2). 130.1(C-1") . 129.8(C-5)., 111.3(C-4) .
109.7(C-3", C-5") . 107.9(C-6) . 21.4(C-7" ) Fi
21.2(C-7). VA B2 55k [18 J A —H, i
EAEY 1 M violaceol I .

a2 ERR MR, ESI-MS m/z: 263[ M+
H]*, 4 F Xk C,H,0, "H NMR (400 MHz,
Methanol-d, )8, 534 : 6.40(d, J=1.9 Hz, 2H, H-
4,H-4"), 6.15(d, J=1.9 Hz, 2H, H-6, H-6" ) HI
2.12(brs, 6H, H-7, H-7'); "“C NMR (100 MHz,
Methanol-d,) 8, 73 % & : 145.2(C-1, C-1"), 133.5
(C-2, C-2") . 146.1(C-3, C-3") . 110.2(C-4, C-
4"). 128.6(C-5, C-5"), 111.1(C-6, C-6")HI19.7
(C-7, C-7") . VA EEE S 3CR 19 1A — 2,
LG 2 M violaceol 1.

A3 8 AR, ESI-MS m/: 321 [M+
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Nal*, 4+ =& & C,H,,0,. 'H NMR (500 MHz,
Methanol-d, )8, 735~ : 6.43(d, J=2.0Hz, 1H, H-
4) . 6.29(d, J=2.0 Hz, 1H, H-12" ). 6.17(m,
2H, H-6, H-10") ., 6.09(t, J=2.3 Hz, 1H, H-8") .
5.00(t, J=7.0Hz, 1H, H-2"). 3.21(d, J=17.0
Hz, 2H, H-1'). 2.24(s, 3H, H-6"). 2.20(s, 3H,
H-13" ). 1.64(d, J = 1.5 Hz, 3H, H-4" ) f1 1. 61
(d, J=1.5Hz, 3H, H-5"); "C NMR (150 MHz,
Methanol-d,) 8.: 159.4 (C-9' ) . 158.1 (C-7" ) .
155.5(C-5) . 154.7(C-1), 140.0(C-11") . 138.8
(C-3). 130.3(C-3") ., 122.7(C-2, C-2") ., 112.7
(C-4)., 109.7(C-12"), 109.0(C-10") . 104.7(C-
6). 101.4(C-8" )., 24.6(C-5") ., 24.5(C-1") .
20.2(C-13"), 18.5(C-6" )Ff116.5(C-4"). DL L%k
P55 SCHR [20 | A —B, o e b &9 3 7 5-(3-
hydroxy-5-methylphenoxy) -3-methyl-2- (3-methylbut-
2-en-1-yl)-phenol .

L&Y 4 i F AR, ESI-MS m/z: 350 [M+
H]*, %> 13N C,HN,0,. 'H NMR (500 MHz,
Methanol-d,) 8,435~ : 7.42(d, J=7.8 Hz, 1H,
H-16) . 7.29(d, J=7.8 Hz, 1H, H-13). 7.21
(s, 1H, H-10). 7.11(t-like, J = 7.8 Hz, 1H,
H-15) . 7.07 (t-like, J=7.8 Hz, 1H, H-14) .
6.12(dd, J=17.1, 10.8 Hz, 1H, H-21). 5.11
(d, J=10.5Hz, 1H, H-22). 5.10(d, J=17.0
Hz, 1H, H,-22). 4.31(dd, J=10.0, 6.3 Hz,
1H, H-9). 3.73(m, 1H, H-6), 3.62(m, 1H,
H,-6) . 2.39(m, 1H, H-8). 2.08(m, IH, H-
7). 2.00(m, 2H, H,-7, H,-8). 1.56(s, 1H, H-
23) il 1.54 (s, 1H, H-24); “C NMR (125 MHg,
Methanol-d,) 8,53 % 7 : 166.6(C-1) . 159.4(C-4),
144.9(C-19) . 144.6(C-21). 135.4(C-17), 125.9
(C-12) ., 124.8(C-3) . 121.1(C-14) . 119.7 (C-
13). 112.9(C-22), 111.2(C-10), 111.1 (C-16),
103.3(C-11) ., 59.1(C-9) . 45.1(C-6) . 39.1(C-
20) . 28.4(C-8)., 21.4(C-7). 26.9(C-23)F126.7
(C-24). DL LBdE5scik(21 AR —2, e it
AW 4 M brevianamide V .

&9 5 B EAR, ESI-MS mA: 348[M+
H]*, 4T K C,H,N,0,. 'H NMR (500 MHz,
Methanol-d,) 8,435} : 7.43(d, J=7.8 Hz, 1H,
H-13). 7.27(d, J=7.8 Hz, 1H, H-16). 7.20(s,
IH, H-10). 7.13(dd, J=8.1, 7.0 Hz, 1H, H-

15), 7.08(dd, J=8.1, 7.0 Hz, 1H, H-14) .
6.24(t, J=3.2Hz, 1H, H-8). 6.11(dd, J =
17.3, 10.6 Hz, 1H, H-21). 5.11(d, J=10.5
Hz, 1H, H-22). 5.09(d, J=17.5Hz, 1H, H-
22) . 4.13(t, J=9.0 Hz, 2H, H-6). 2.88(id,
J=9.0, 2.9 Hz, 2H, H-7)#11.55(s, 6H, H-
23, H-24); “C NMR(125 MHz, Methanol-d,)8.73 5
K 155.9(C-4) . 154.9(C-1) . 144.8 (C-21) .
144.7(C-19) . 135.5(C-17). 133.4(C-9) . 125.8
(C-12) . 124.7(C-3) . 121.3(C-15) . 120.5(C-
14) . 119.9(C-13) . 118.4(C-8) . 112.4(C-16) .
111.3(C-22) . 111.2(C-10), 103.0(C-11) . 45.6
(C-6) . 39.1(C-20). 27.7(C-7)F126.7(C-23, C-
24). DL EE S Scmk 22 ] A —E, e A
) 5 5 brevianamide K .

L&Y 6 M B A [E K, ESI-MS m/Zz: 380[ M+
H]*, 2 3~ C,HN,0,. 'H NMR (500 MHz,
CDCL) 8,73 % M. 8.47(s, 1H, H-18). 7.50(s,
IH, H-2). 7.31(d, J=17.5Hz, 1H, H-16) .
7.21(d, J=17.5Hz, 1H, H-13). 7.13 (t-like,
J=7.5Hz, 1H, H-15). 7.08(i-like, J=7.5 Hz,
1H, H-14), 6.00(dd, J=17.0, 10.5 Hz, 1H,
H-21), 5.15(d, J=10.5Hz, 1H, H-22). 5.12
(d, J=17.0Hz, 1H, H,-22). 3.87(m, 1H, H-
6). 3.70(m, 1H, H,-6) . 3.29(s, 3H, OCH,) .
2.44(dd, J=17.0, 10.5 Hz, 1H, H-8). 2.11
(m, 1H, H-7). 2.06(m, 1H, H-8). 1.97(m,
1H, H,-7)#11.47(s, 6H, H-23, H-24); "“C NMR
(125 MHz, CDCly)6. 43k : 162.6(C-1) . 158.8
(C-4) . 144.3(C-21) . 144.2(C-19) . 134.4 (C-
17) . 126.1(C-12) . 125.6(C-3) . 122.4(C-15) .
121.1(C-14), 118.7(C-13), 113.3(C-22), 111.4
(C-16), 103.1(C-11), 91.7(C-9), 51.5(0CH,) .
45.3(C-6) . 39.2(C-20) . 34.6(C-8) . 27.5(C-
23) . 27.3(C-24)F119.3(C-7). DL L#Hs 5 SCiik
[23 AR —3, R ENEY) 6 4 brevianamide R.

&7 B E AR, ESI-MS mz: 271 [ M+
H]*, 4T3k CH,0,. 'H NMR (500 MHz,
Methanol-d,)d,: 7.58(s, 1H, H-5). 7.18(d, J=
2.4 Hz, 1H, H-4), 6.57(d, J=2.4Hz, 1H, H-
2) MI12.45(s, 3H, H-11); "C NMR (150 MHz,
Methanol-d,)8.: 190.4(C-9), 181.5(C-10)., 165.8
(C-3)., 165.2(C-1), 135.5(C-4a). 120.9(C-5) .



$5 4

SKATEE, S SEUMORMRE I IE R RIS 525

113.8(C-8a) . 109.3(C-9a) ., 108.7(C-4). 107.6
(C-2)F119.0(C-11). DA b¥dls 5 SCiik[ 24 [ 34—
H, B e A YT R emodin.

L& 8 Et o [k, ESI-MS mA: 231[M+
H]*, 4 =& K C,H,0,. 'H NMR (400 MHz,
Methanol-d, )8, 735} : 6.36(brs, 2H, H-6, 6').
6.27 (brs, 2H, H-4, 4'). 6.20(brs, 2H, H-2,
2'). 2.22(s, 6H, H-7, H-7'); “C NMR (150
MHz, Methanol-d,)8. %3l & : 158.2(C-1, 17) .,
158.1(C-3, 37). 140.2(C-5, 5'). 110.6(C-4,
4’), 110.3(C-6, 6'). 102.8(C-2,2")F120.2(C-
7, 7). DL BRSSO 25 A3, e ik
4471 8 M diorcinol .

LG9 Ak A E R, ESI-MS m/Az: 232 [M+
H]*, 4 ¥R N CHNO. 'HNMR (400 MHz,
Methanol-d,) 8,73 % % : 8.10(s, 1H, H-8). 7.40
(s, 1H, H-1"). 3.72(s, 3H, H-10). 2.99(m,
IH, H-3")F11.35(d, J=6.9 Hz, 6H, H-4', H-
5"); “C NMR (150 MHz, Methanol-d,)d.%3 %]} :
153.3(C-6) . 149.0(C-2" ). 142.8(C-2) . 141.8
(C-4). 140.1(C-8). 109.2(C-5). 103.1(C-1") .
28.2(C-10). 28.0(C-3")#121.1(C-4", 5"). LIk
BdE 5 k[ 26 | 3EAR—2, et &% 9 acre-
molin .

a0 mE R, (o, -11.5(c 0. 30,
MeOH) , ESI-MS m/z: 283 [M+H]*, 2> TR N
C,sH,,05. 'H NMR (500 MHz, Methanol-d,)§, 73 %l
H: 7.46(dd, J=8.2, 1.7Hz, 1H, H-4). 7.39
(d, J=1.7Hz, 1H, H-2). 7.30(d, J=8.1 Hgz,
IH, H-5). 1.63(s, 3H, H-14). 1.99(m, 1H,
H,-8). 1.82(m, 1H, H,-8). 1.42(m, 2H, H-9).
1.40(m, 2H, H-10)., 1.13(s, 3H, H-12)F11. 12
(s, 3H, H-13); "“C NMR(150 MHz, Methanol-d,)
8.4k 170.0(C=0) . 156.9(C-1) ., 137.9(C-
6) . 131.8(C-3) . 127.8 (C-4) . 121.6 (C-5) .
118.6(C-2) . 77.9(C-7) . 71.4(C-11) . 45.0(C-
8). 44.0(C-10). 29.1(C-12), 29.1(C-13). 28.8
(C-14)F120.0(C-9). DL #da 5 Sk 27 | 34—
B, WA 10 4 hydroxysydonic acid .

a1 R EIR, [a],® -14.9(c 0. 25,
MeOH) , ESI-MS m/: 265 [M+H]*, 2+ TR N
C,sH,,0,. 'H NMR (600 MHz, Methanol-d,) 8, 43 %
K: 7.44(dd, J=8.1, 1.8 Hz, 1H, H-4). 7.37

(d, J=1.8 Hz, 1H, H-2). 7.26(d, J=8.1 Hgz,
1H, H-5). 4.65(t-like, J=1.9Hz, 1H, H-12).
4.60(dd, J=2.4, 1.2Hz, 1H, H,-12). 1.97(m,
2H, H-10). 1.94(m, 1H, H,-8). 1.78(m, 1H,
H-8). 1.62(s, 3H, H-14). 1.60(s, 3H, H-13).
1.47 (m, 1H, H-9)#1 1.31 (m, 1H, H-9);
3C NMR (150 MHz, Methanol-d,)8.43 5% : 170.0
(C=0). 156.9(C-1) . 146.7(C-11), 137.7(C-
6) . 131.7(C-3) . 127.7 (C-4) . 121.5(C-2) .
118.6(C-5) . 110.6(C-12), 77.8(C-7). 42.9(C-
8). 39.0(C-10), 28.9(C-14). 23.0(C-9)Fl122.3
(C-13). DA% 5 S0k [28 | A —5, e fb
AW 11 7 11-dehydrosydonic acid .

kG2 heti ik, [al,”-18.1(c0.27,
MeOH) , ESI-MS m/: 289 [M+Nal*, 2 T3 K
C,sH,,0,. 'H NMR (500 MHz, Methanol-d,) 8, 43
i 7.45(dd, J=8.1, 1.8 Hz, 1H, H-4). 7.38
(d, J=1.8 Hz, 1H, H-2), 7.25(d, J=8.1Hz,
IH, H-5)., 1.60(s, 3H, H-14). 1.94(m, 1H,
H-8). 1.77(m, 1H, H,-8). 1.47(m, 1H, H-
11). 1.33(m, 1H, H-10) . 1.20(m, 1H, H,-
10) . 1.13(m, 2H, H-9)#10.81(d, J=7.0 Hz,
6H, H-12, H-13); "C NMR (125 MHz, Methanol-
d)8. 3 M 169.9(C=0). 156.9(C-1). 137.9
(C-6) . 131.6(C-3) ., 127.7(C-5) . 121.5(C-4) .
118.6(C-2) . 77.9(C-7) . 43.6(C-8) . 40.4 (C-
10) . 29.0(C-14) . 28.8(C-11) . 23.0(C-12) .
22.9(C-13)F122.8(C-9). VA ¥ 5 SCik[ 28 |5
A2, HhE G 12 4 sydonic acid.

LA P13 kG AR, ESI-MS m/z: 265[ M+
H]*, 2T & K C,H,0,. 'H NMR (600 MHz,
Methanol-d,)8, 735}y : 7.43(dd, J=7.7, 1.6 Hz,
IH, H-4). 7.41(d, J=1.6Hz, 1H, H-2). 7.14
(d, J=7.7Hz, 1H, H-5). 5.15(q, J=1.5 Hz,
IH, H-14). 5.03(d, J=2.2Hz, IH, H-14) .
2.54(t, J=6.9Hz, 2H, H-8). 1.43(m, 2H, H-
10) . 1.40(m, 2H, H-9)F11.09(s, 6H, H-12,
H-13); C NMR(150 MHz, Methanol-d,)8 %35 :
169.9(C=0) . 155.4(C-1)., 149.9(C-7). 130.9
(C-3)., 121.8(C-4), 117.4(C-5). 115.1(C-14) .
71.4(C-11) ., 44.3(C-10) ., 37.6(C-8) . 24.0(C-9)
29 1(C-12, 13). DL EEHE 5 SCHR[29 1 34—
., WHhE LAY 13 M 3-hydroxy-4- (5-hydroxy-5-
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methyl-1-methylenehexyyl ) -benzoic acid.

L& P14 ks AR, ESI-MS m/z: 265[M+
H]*, % 7N CH,0,; 'H NMR (600 MHz,
Methanol-d,)8, 53} : 7.42(dd, J=7.8, 1.6 Hz,
1H, H-2). 7.40(d, J=1.6Hz, 1H, H-4). 7.09
(d, J=7.8Hz, 1H, H-5), 2.27(m, 2H, H-9).
2.00(s, 3H, H-14). 1.61(m, 2H, H-10)F11.24
(s, 6H, H-12, H-13). i F#da5 Cmk[ 3034
—3, W EL S 14 8 engyodontiumone 1.

a5 ek, (o, -12.6(c 0.28,
MeOH) , ESI-MS m/: 281 [M+H]*, 2+ TR N
C,H,,0,. 'H NMR (400 MHz, Methanol-d,) 8, 43 5
K. 7.47(dd, J=8.1, 1.7 Hz, 1H, H-4). 7.39

5 6
0
0
- !
N 3 oH
IR | > no
% N
N
N H >
4{4 HO
9 10
0 0
OH
HO OH HO
=
OH
13 14

(d, J=1.7Hz, 1H, H-2). 7.23(d, J=8.1Hg,
IH, H-5). 3.23(s, 3H, OCH,). 1.87(t, J=7.1
Hz, 2H, H-8). 1.62(s, 3H, H-14). 1.48(m,
1H, H-11). 1.29(m, 2H, H-9). 1.13(m, 2H,
H-10) #110.82(d, J=7.0Hz, 6H, H-12, H-13).
BC NMR (150 MHz, Methanol-d,)8. %% 54 : 170.6

(C=0). 156.7(C-1)., 137.2(C-6) . 134.6(C-3) .
128.9(C-5) . 121.7(C-4) . 118.6(C-2) . 83.3(C-
7). 50.7(0OCH,) . 40.4(C-8). 40.3(C-10). 28.9
(C-11). 22.9(C-13). 22.8(C-12). 22.7(C-14)F0
22.6(C-9). Dh & 53CHR31 [ REA—3, i
FEAEWY 15 M (TR)-7-0-methylsydonic acid.

OH
HO

HO

11 12

B LG9~ 151945

Fig. 1 Structures of compounds 1-15.

% &
RIUHIUME RS 8Tk, ISRt S

Aspergillus jensenii F1 Aspergillus sydowii B TR MR A& FEH)
A B E WA 154, LB a2
BAEE, 2w S SR A R 22
S, (AN A L TR B R Y 12,
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