EREHS 44
e Y v dE S K UBRERBEDILSER S

=

|}

MEMIRES BRED (FRERFERPHRERDZESR)
HEAPIRESL BUEE (FERFPREREEDZR)

1. Y ITERIBEOSUIE

Biedaxa/EITc T Y dJERHLE3TE (EY E2N : Corallina pilulifera, 79 A
HIH =/ F : Amphiroa zonata, ~V) =) J3=/ F . Marginisporum crassissimum) %
M LTz, &Y TEOMEMIZDONTY S LIBEOHER (Bacillus subrilis)|IZ3f9
SREEEHRER, SLUTLCGEE I OT b 7"5 T4 )R EToT-. TOHKR, E
Y =78 (C. pilulifera) OFEEETFILTLRE S 280 LRAWMRET>T, 3 LATO
— JLB3:E{L &M, pyropheophorbidea, &/ 7T YL FEHHLT-. WD 2FED
HYoITE (YRATHZ/ T A onata, ~Y) W) I=/ T M. crassissimum) 120N
T4, FIZTLC HITOHEER, (ZIEEY) £\ (C pilulifera) ERBOEREEL T EMN
mHEhz.
2. WHES A T3 —OBELIEEORS

FICTFEENETHERUIEKY Y TIVICRERZ RN L P REELEIT o= 188
L F=ffilise & SRR T 1< 'C;\“V ESU—EXy FTHEEL, ChETDES 731%5@ 13
e, BRI BOREEEGES:E. FEGEBMISOIO—ETHILNTI/V
SOOIV EY :ﬁﬁﬁ%zﬁ%’&ﬁ%ﬁ LEDHEERBRESR. ChDITOWTHTED
52 ARIZTTFMAEREETL, FohRRMEMIZ DT TLC 24T, brine
shrimp E1ERER, MEFUSBRET o2& A, HE 1 EICFHLEL b?ﬂ.ilﬁ'lff)‘mu
Hionl=. Fr=9 39 REOBHEEEDOMEWIC brine shrimp (ZXF HFEMNRY.
Shi=. FT-EE Odontella aurita (NIES-589) % KEIEE L, ;‘E’é{?ﬁim.ﬂjmd)ﬁ’ﬁﬁﬁlaﬂlx

MAMEREI OT M5 74 —I2k YR - BEETL, JUERVEFR, 54, 84
IESAR VAT AT ATILEHBELT "
3. BREMEILY Y avOERERTUIR

R BRI, FR/NEITFICHLTH 100 EOBEEHRMLIZ. F20A5%/
— LM DNT,  Artemia salina BVERER, RETEMERE, TLC 2FEDRT Y
—Z U ETW, BEDMTEE RN L. T OMMERET o 1= TOFER, A 27 Ushige
okamurae) & VY 7004 = O—F& diphlorethohydroxycarmarol, 7 AT HTE Y
(Sargassum yamadae) & Y I EWE sargahydroquinoic acid, 7 = ¥ J ¥ (Dictyota
dichotoma) & Y S50 WS TONT ) 0—ILEZBEELT-.

1) Toume, K.; Ishibashi, M. Phytochemistry 2002, 61, 359-360.
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19
BpkES 0219

BEBETEMY T ES L UBEREDLFERS

B ES BRED (TERPERERESHER
HRARES BIUEE (FERERPRESHIER)

@ WEREM

EREBRICE T2 EBRBEOMBEICIE, BERECIMBEDELEEAL L L
HICEFIENOBISBREHLNCTILENHS. & IS TERAEBE
L TR ERY THEGET) SBEICA LT, Yo TR & B EESHIDIEHTHR
ELDNCHLIONEVWSHBEEEETHY, GATHILENERICELAL-NB.
THELbY VTR ERFY VTR E A ET A MMES AR T 2L B E
BERBMOFENEOEREFTRELEIEST LI L3EZ 00D,

YU IdER (Corallinaceae) EFF(E, KIZZBORRENEL, L<ITEEEET
[LIKER 20~30mDBEANES YV TEHICE > TEDOI B EANEL. KHETIE,
YUIERTEICEENDLERSOBRRETL, TASIEERSOEWEELHL
MET Do LISk Y, ERRSDOBBEHEES TR T RINEMFT L £BMET
S MRELTHE, TERAICTERENZ YU ITEER0E LEEEES & U4
BEZTEICRY LT, Chon@BEMOEEEY - MAEDZICNT £ EEMHSBRE
TWEND, RAOSBERRETS. AMRIZLY, o JESEECaThIEE
DEBFEMENFASMShAIE, BETRREIECHET I EEEARERCS
T OBBMBICET HILEMRMAEZ DN B 2 LA EID.

@ WEAE

1) YYTEOAF - HIBRMHELT, EIZFEEREFEBICBLTERTE Y
TEMEBROETUILRAEL L CICHERETS. COB—ECRRT 2 EmH T
DEICLEY, REREICRET 5. ARAETIE, Yo dEHSEESEROEMR
THATERIPRENMEENEFALRNOEHEERTLOERMEEZEL T, BL
FERBIZE T2 TEREDBEOTENETS.

2) EMEUEDEOD B - BE : DTEON-RADY U IEEDEEEAS / — )L
FEWBRETHEL, SA0BEMIZONT, EBENMEITME YA~ & BT (-
BT S EMIRERER (Artemina  salina E0BEBMA~DOER, HEERZ) 2155,
BUENROONY U TEEOEREOHEYIZONT, BEAEIZE YBIEOES =
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QML,ﬁ%wi%ﬁiﬁﬁ%ﬁuﬁﬁ%.%Eﬁnomr%&ﬁ%%ﬁ%%ﬁut
ASLHYAT TS5 T74—%EFV, BERSEZERET D

3) EEMEOELBEORE  DTHMSNIEEMEICH LT, FBART PV
HEEA S YIS 2NTEEMEE T, LEEEEMATE. E5I5, BMOANY
hw%%ﬁ%ﬂUlh%:tt&U,ﬁ%tﬁ%%ﬁ@ﬁ%ﬁawc%ﬁ%ﬁw%t
DEEEIZDWTERYT 5.

@ WRER

1. Yo IEHBREORSAR
ﬂ)j%ﬂﬁﬁﬁlﬂiftﬁﬁﬁﬁwﬁ%ﬁﬁiUﬁ(,%@ﬁﬁt@%ﬁ%t

h, RARERET2I.

Eﬁ#%fﬁmﬁmttﬁyj%ﬂﬂ§3é(EUtm;@mmeMwm,@x
A A=/ F : Amphiroa zonata, ~') ') H =/ F : Marginisporum crassissimum) %
EE L. C03BCONTAS/ — Ui, ThZThERIFILEKERESE
1LY, E5lzn-TR/ —ILEKTHEZToI:.

ﬁgnt%75gyaytgufjﬁA@ﬁwﬁﬁﬁ(&MMwwmmtﬁTéﬁ
EENSBR EUTLCGERY O R 571 ) athiE{To1z. FOHER, EY /N (C
pilulifera) OEBIFIILVAFESICE, O 21EL ZEHY, FLYCBTEI—T
R IREEEE, B LI POEEEOFENGARY FOFEELEDH LN
it,3E@ﬁDj%wﬁﬂl?wﬂ%@ﬁ@ﬁmﬁﬁBﬁ%%ﬂi%Lk.

72T, =FEY BN (C pilulifera) OEFBTFILEIEESQORAPRREEIZT
FRE— LI THotz. TO§R, 3L AT O—/LEEILEY), pyropheophorbide
a, E/FYNT LYK (CP-1) E5BELT=.

Pyropheophorbide a [Ei&# & T DMSO LSt DIZ L A EOEMBREIZIETBTH2 1=
TLC Tl UV 254 nm TR L, UV 360 nm T < F& LIz, MS ARY b ES
?%ﬁﬁ4tﬁ%éh,it.HNMR@%%#B,K&%%@M%%H%?F?%
553 & \) Bl & hf- pyropheophorbide a & FE L=, ARSI 2 RIBSFEAN LR A

CcP-1

CO,H
pyropheophorbide a
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E1. EY /N (C pilulifera) DS 4E

Corallina pilulifera

wet weight 600 g

MeOH ext. 18.0 g

partitioned with

Water (400 ml )/ EtOAc (400 mix 3 )
partitioned with

n-BuOH (400 mix3)

EtOAc lay.
131g
(1.09 g) n-BuOH lay. Aqueous lay.

2.59g 10.62g

Silicage!l PSQ-1008 flash column .
30 ¢ x 300 mm ( CHCls /MeOH ) #

100/0~ |98/2 982 9812 95/5 0/100 CBAW
9872 BAW

100 lwo

J 95/5~ Jsouo

80/10~ -

60/40
1A iB iC 1D 1E F 1J 1K
0.3mg 150 mg 270 mg 36 mg 66 mg 57 mg 69 mg 283 mg 11 mg 29 mg 60 mg

(61, mag)
Sephadex LH-20
49
(4Smg) (CHClyMeOH=3/1)
Sephadex LH-20 ( MeOH ) 154 X 600 mm
15 ¢ X 530mm
245 l T T T T 1
@pma) 24 28 2¢ 2D .26 2F 2c 6A 6B 6C 6D 6E 6F

16 mg 18mg 27mg 2mg 1mg lrﬁxg <img 9mg 8mg 13mg 2mg 14mg 3mg

.. mixture - . o0s
‘Sephadex LH-20 containning Pyropheophorbide a Seg pak
(CHCIyMeOH=2/1) 0o0s 7A (70%MesOH) 2mg
Sep-pak

7B (100%MeOH) 9m
7C ( CHCly) img [ HPLC

12mg)
3n (12me ODS-UGS
Silica gel C-60 ilash column BA (70%MeOH) <1mg o
< 8 57 1561 <1 90%MeOH
img 8mg 57mg (14323) mg l‘lO’x 100 mm ( Hex / Ace ) # 8B (70%MeOH) <img
B 11~1/4~
|4/1 |;g I G ]713 ]O”_MmH 8C (100%MeOH) 15mg 9A 2mg
WA 4B 4C 4D 4E 8D (100%MeOH) 2mg 9B <img
Silicagel PSQ-100 BE (CHCl3) <img SC  2mg
flash column 3mg Smg 2mg 1mg 2mg 9D <img
10 ¢ x 100 mm 9E  1mg
(Hex/Ace ) # SF  2mg
10~ T291 291|200~ [197 19N 1411 |1an- |67~ 4= 2= |ori- " 9G 1meg
29/1 191 51 |41 |21 o MeOH~ 9H 2mg
EIOHH,0 91 <im
54 58 5c 5D S5E SF 6@ 5H 6l 6J 5K 5L 9
9J 3mg

03mg 3mg 1.2mg 35mg 38mg 51mg 14mg 8mg 3mg 2mg 2mg 2mg

| containning sheesterol |
VAINAHESV-)IZH L TIRYAILREEERT ZEMABEESA TS,

CP-1 1% 'H NMR OHFIZLY, FUEA—L0 10O FOF L& RIS
BN TATIVEE LI=E/ TYNT ) E0—LTHDH I LA L1-. BIEOISH
B CITFERED _EHEAN=ZDHEELTLDLDEHTE LT

o 2 BOY2ITE (DRAHTHZ/ T . Amphiroa zonata, ~NV) Y H=J 5
Marginisporum crassissimum) [ZDWTH, FEIZ TLC SFOHER, FFEY E/3 (C
pilulifera) ERBERTHS Z EMNREShi=. »

2. BEXE Odontella aurita 73 & TRIZ Lithodesmium variabile DIEE & R BE
BEMMRELICINETOMRISBRRMEEMELEET I EAMONTING,
NEMRRDFER, EIIRIEVEAT (NIES) & U 558 % 2 47= Odontella aurita (NIES-589)
8 & U Lithodesmium variabile (NIES-588) (B4 B EFITME S TE S ¥, F
DESIZEBEAN L foiz.  Odontella aurita (NIES-589)8 & U Lithodesmium variabile
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(NIES-588) % £/2 /K £ EMAAZ 1% L = RR\kS, HhITHTSA32T250,
mﬁﬁ%-8ﬁﬁ$®%ﬁ%ﬂ47»%ﬁUﬂb,ﬁﬁ%%%ﬁot.it%é%#
OB ETL, SBEROEEHMERE L.

ERICE USKEREL, ThEh A%/ —LititE, BFRIFIL, T2/ )L
mttﬁﬁﬁm%ﬁot.%Bht%%ﬁﬂ%%tomf@awﬁ&ﬂﬁéﬁur
TLC 4#f, WHEHICNT AREEERBEOR Y V-V T E&fTo1:

TLC 441 B W TR XAy FAF Sl 0. aurita OEFRTFIL AR ES
BHOOT RIS 74—k YSH - BEEFL, NMR D& LIEEBRRY L
=_ A OIEIFORE, FUEREER 0A-l, 2704 FHREIZAT/L OA2 ZHE
Ui OA2 [£54 REE FABMS & Y4 F3t CroHyOsSNa 4 D2 EAVREN, 'H B
FUBCNMR F—4 ZHMEAMERET S LICLY 54, 88 TEVAFVATH
—UVBBIZATLTHA ENHBALED.

OH

CH,OH
N

OH

R = unsaturated fatty acid

NaO3SO

OA-1

3. MEESA TS —DEEICET SR

MEEL, BRE,LABICERT 5 LEEMTHL=0, £ < OEOHIRES
%E&ﬁﬁ%@ﬁ%tﬁﬁotumu.mﬁﬁ%$H&LT®WW§®ﬁﬁ€EME
WES A TS ) —DBERET 2

FEELLPITHBEIZTTS VY bty FERFERRERLBKY T
CHERERNLPBEEET o7 BHELTEMMEEBEMRETIS T ESY
— PRy R THEEL, CRETOECAEE 3R, &5 1 BORERERES:.
itﬁﬁﬁ%@s#&w—ﬁf%éAﬁ?s/@E@D@?y;Uﬁﬂéﬁﬁiﬁ
LETOBEEEEREE .

Xz H TR TSI ORI THFBHASEEEFTL, SO EBEREAICONT
%%wﬁﬁﬂﬁﬂﬂtbfﬁﬂT&<ﬂﬂcﬁﬁ,MMﬁmmEﬂ?é%ﬁﬁﬁ
HEERREBET oL oA, BEIECHVANSHEEENRO NIz, F=7
= BEOBEEZEDMEYIC brine shrimp |23 T 2EEA RO Tz F b
FoulzdT AT T 7 — PSS EERREET oL CHEEERH OGS 2
1=.
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4. GREBEILIVaVOERER Y Y—=2F
4. 1 EREBEOBRWMERHY—=5

KAUARBREN S DEMERERRDORRFALND—IBE LT, FTERICTERL-E
ERENOEYMEERANOBERZT o= TERELLEBMILT, FT2/Emes
ICENWTI0EDERERIMLIZ(R1). ELOA %/ —)LIHHEMIZDNT, Artemia
salina I209 % EUERE L URER 8 subtilis 12T 2HEEMRER, TLC
PHFEDRY ) == T &7, BREBOEEE RN L ZOMSIZOVTERETo 1=

4. 2 ATTORNTE

FRRICTERER L =4 2% Ishige okamurae |Z |3 brine shrimp (=513 2 Z AR 5
iz XERFEDER, FEEICEHT IRABRIZIFLEAETOATVE N 21780,
T D brine shrimp BEMS ZHDZHH DBREEITOI-.

FGEMEYIL, TLC HFIZEVWTI7 A MLy FREBEOSEERSNEEH
Tz BESRETSZECAEHETFA LY FIZTRAT AR Y MEEK
MeOH BIZ&E#I L TL =, TLC & brine shrimp S Z18IEIKEH/ OT F 55 T4 —%
FAWSEREZED (B2). TORE, 70042 = VETH S 10-1 £EE LT-.
FERIRTNMR ENZRY MILOFMEBITORE, BEEHELIEZAI0-1 D
TEFILEDSEEINTH S ZLhbhhof=. #FZTI0-1 27 EFIILE LXXHE
DT—% LL#F %2 LT, 10-1 % Diphlorethohydroxycarmarol & E%E L7= (E13).

2. A % Ishige okamurae O 543 8

Ishige okamurae (01-06)
(wet weiTht 280 g)

extracted with MeOH
(1500+1000 mL)

MeOH ext. 21.67 g

partitioned between n-Hex. and 90% MeOH agq.
(400x3/400 mL)

I |
. n-Hex. lay. Ag. MeOH lay.
2779 17.93 g
(2.70 g) (17.82 g)
Silicagel flash c.c. Diaion HP-20
18¢ x360 mm (Hex/EtOAc 3/1) 35¢ x250 mm
Silicagel flash c.c. Silicagel flash c.c.
15¢ x230 mm (Hex/Ace = 9/1) 20¢ x180 mm (CHCl,/MeOH 5/2)
ODS-MPLC(LiChroprep RP-18) Silicagel flash c.c.
25¢ x310 mm (MeOH) 15¢ x215 mm (CHCl3/MeOH/H,0 16/8/1)
- Sephadex LH-20 c.c.
10-2 43.3 mg l10¢ x380 mm (MeOH)

I0-3 52 mg
10-4 42.2 mg

(10-1 153 mg,

-221-




14

[N

6 3

&1. #gaLvvay

Brine Shrimp Test
L__Istock No nE Genus soecies | 35 |t wai o) weon el MeOH (mb) | Wi (R [ Tme/mL | 0.Tme/mlL
Ulvs pertusa BE | 760 = 3 7 39.80 5600 —
Hizikia_fusiformi: B3 | 251 /N SEATE /R 19.30 1000+500 — -
Gracilari Jls| §L3 | 2200 E 74.30 1100x5 =
Gelidium_elegans i 150 60| 600x2+Ace.600x2 —
Coralline_pilulitera i 600 18,00 1200+800 =
Amphiroa_zonats il 350 .30 1000+500 =
inis crassissir = | 100 .30 600+500 =
d. |X | 256 .76 1000+500 =
Galaxsurs sp. HE | 77 15 750+150 =
Gelidium_elegzns = | 150 .50 1200 =
Gracilaria i = | 487 F 74.20 8500 =
Ceramium_sp. x| 202 e/ 4.5 1000+500 =
Gloiopeltis_furcata T3 [ 95 3 3 9.50 1500+600 =
Mysgropsis Yendoi = | 330 BN RO 14.09 800+400 =
Pachydictyon_coriaceum @& | 35 f 3 1.37 700+300 +
Ishige _sinicols 8% | 230 EIY: ] 3 .28 71000+500 =
Sergassum _thunberzgit WE | 170 E .38 1000+500 =
[ = Ishige_okamurse ® | 280 3 D 67 1500+1000 —
19 = Ulva b = E i .85 3000+1500 =
20| __01-08 Monostroma_nitidum 3 EY: F .16 1000+500 =
-09| Boodles _coacts KRNEODH 3.04 71000+500 —
10| Chondrus verrveosus (i ii‘ INER O 3 - -
-1 Gloiopeltis_complanata w220 ES OIS L) 8.57 7000+750 =
=12 G ja_lanceolats k1 80 - f—%ll\%l{ﬁ D 7.6 500+300 -
25 =13 Corallins_pilulifers f%E |35 ig::inn D 0.55 200+100 =
26 —14] Undsris_pinnatifida 1,000 EE U Lok ] 58.62 2000+1000 —
27 —15| argassum i z B3 | 320 XB/NE B O 26.36 800+400 -
28 =16 srgassum_fulvellom Ed 60 BT D) 22.49
— 174 " Sargassum_fulvellum E 70 7]\ 35 B7 1 O S 2.89
30 — 18 Fulvellurm = 30 RN ST I O 5.88
—19fk- vellum & | 195 N BT O R 12.00
=20 ssum_fulvellum = | 120 ok 26
~21 £ 7 |7 .09
3 = Ecklonis_kurome. 13 70.50 1500x2 =
35 - Ulva_pértuss 67 200 -
36 - C. iphon_fulvescens E F | 3.04 300% =
37 = Dictiots dic F ENY: 508 00x +
18 = Laurencia_sp. fad E 3 & - .04 00x —
39| = S thunbergi 270 | R NRAI TR AR e/ A7 | 1060 00x =
40[___01-28] Sargassum_thunbergir 3 60 | RE/EAT TR Amre/ A | 258 00x -~
i =29 Cladoph hopheri % 7 ES TN s P8 - ACEN - -
—01 ‘horneri 3| 850 B\ 739/
~02 Sargassum_homert = | 1.370 BE AL 7 5/ 342 100X 2 -
02-03 L io_catenats. #138 | 200 W/ 265 400+200 =
02-04 Solieria_pacifica [1%; 360 1] J 5.17 200+10f -
02-05 Sargassum_duplicatum % 30 [ 0.262 00 X =
02-06 Codium_divari : 50 [ 7 1.07 00X —
a8 02-07 Sargassum_piluliferum g; 40 B0/ 0.709 00 % =
2] 02-08 Cystoseris_hskod. : T8I |_120 Sk /1 BB A 0D i 3.09 200+10 =
50 02-09 i ja_catenats fI3 | 350 B I 01Ok 8.76 300+150 =
stock No| Genus species IR et et o) )i} woon et ___MeOH (mb) A7 IED
51| - Ikl Prdine srborescens 190 1 11 e BT 5.69 400+20 — Brine Shrimp
2| = HEHS5II|__ Dermone i L3 200 % 2 /N BT i 11.55 400+20 - A
3 - oY Gelidium _elegans [k 60 % i/ B BT B O S 1.14  200+10 = ssay
4 — EFUTY Carpopeltis_affinis [ 150 % 1 /1 3 BT ) 0D 5 5.36 300+20 -
55| W TXIFZED Sargassum_yamadae 7 500 BT P/ 18.94 800+70! + 3: motality>2/3
56 hEANTIY Hypnea_japonica 3 950 BB TP/ — :
57 FSHE Sargessum _nigrifolium B3 |_850 ﬁmgsz/ 6.5 agmz + 2: 2/3>motality>1/3
58] "o T TS Sargassum_fulvellum 3 150 WP/ 5.35 30! 0 - . .
59 5 EEkd To0 | EENEM TS AE SN 1:1/3>motality>0
60 9 EXchd 1.800 | % 2 /N Se BT F 3 A8 e /N A A 0: no motality
6§ 0 EXch 130 555 /N e B F 3k KA A A
6 1 g 780 ot
6. TITAY Ulva_pertuss B |_200 T 7o 5P/
64 E%;1] e jun_Lelfainae E 40 WP/ 1.39 200 % 2
650 B iS5 HE L1 7
66] 0 YILT Y Ulva_japonica = 75 P/ 3.49 300% 2
67 FATANT Hypnea_ssidsna #L 120 B L 7 4.75 300% 2
68 AR57Y Hypnes choroides 1§ 20 BB LU 73 5P / 0.98 200X 2
69| Dictiots_di 425 | RmNZEATF BENAA
70 Z03)L Codium_divsricatum 3 | 1190 E
71 —-30 SO=)L Codium_divaricatum B3 | 1,990
72 -31 - H /| Menistotheca papuloa AR | 220 6.1 00 %
7 -32 G A=| _Ahnfeltionsi: i @ | 85 .35 0 %
74 33 A JE7 | Myelophycue_simplex &3 | 100 .83 0 X
7 34| FRATY Cladophora_wrightiana (e 50 .48 0 X
7 -~ A< 20| Serraticardia_maxima £I3 | 20ag 4 0 X
i) 02~ TRITUA .89 - 00 X
1 02~ < HIPA=/T| Marginisporum lina tt R 180 0.797 300 X
38| N FUH=J 7| Marginisporum crassissimum | L3 160
- ~S¥/\X| _Dictyoptens prolifers 8 | 35 1.62 300 % 2
= eSS4 tiloph B 70 - 3 400% 2
= 4357Y Hypnes_charoides 3 190
3 —~ EE=Pil Gracilaria_incurvata B 0.292 00 X
4 02-4 Gelidium _pacificurm B 1.22 00 X
85| 02— Lourencia_undulata 3 6.43 00 %
6] 02— Laurencia_oksmurae x| 20 0.592 200 X
7|02~ . Laurencia_sp. W |50 p
02— EFYTY Carpopeltis_affinis 20 E L1 73 A8 5
02-4 FATYH Gelidium_pacif T3 5 A8 LU 7y 74 85
02— TEUTY Dictiota_dich 3 | 480 B8 L 7 0
1| 02-50 PV Grateloupia_ellitica AL |60 BE 1L 7 54 65 2.06 300 % 2
2 02-51| > XE0—H| Ch pha_spiralis B 10 B H A TERE 0.309 200 % 2
02-52 TAEX Ceramium_tenernimum ak 1 S0 E L7 4 e /8 B 1.61 200 2
4| 02-53 FJ 57| Merstothecs paouloa & | 75 8
02-54] HAFTANT Hypnea_saidans B3 AR
02-55 EFYT Y| Campoveltis_affinis B BEE
02-56 41579 Hypnea charoides & | 25 e L) 3 T i
8] 02-57 AH)T | Mastocarpus yendol T3 500 BB Th i /By 3.41 700 2
o] 02-58[FFF V2T 158 BT/ & 2.42 300% 2
700] 0259 T T Dictiota_dich : P B ¥
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E3. I0-1 EE
OR

RO OR
Q. x. Cm
RO 0. _heOu 0
o
RO™ N0 N SOR

OR

R = H ; Diphlorethohydroxycarmalol
¢ Ac,0/pyridine

R = OH ; Diphlorethohydroxycarmalol nonaacetate

I0-1 [X4838 Carpophyllum maschalocarpum & V) FEEEN T2, ZO58EL, 8
DEEHOMEDTEFMET S LIE YT TNV I0-10O T/ —)LiEE B
AFVIIENFEET IR TORBIISESVIOTTHS.

SE, I0-1 123 L THRSEEBRZT- . 34b  £2. 10-1 0MlasH

LA VAIRZIEME (P388/S) , EVd U RF U oo
¥ (P388/VCR) #HLY, RLEZMEMBIIZHNTIE P388/S 10.5
I0-1 M#RRENEZE, £ ) AF UmEE T, 10-1 P388/VCR(+) 5.5

P388ACR(-) 8.0

[CEBEVIVAFURBRZEOELETML-. &4
REIZHY S 10-1 D ICs fEIXTR 2 DiEY TH o 7=.
I0-1 TIFMREEFA o=t 00, R AIMERRERITRO Shgm 1=
Fl=, BREDO—TETHD A salina(Brine Shrimp) |25 =M ETH L=, — D=
HZERE LTHBET o, DHEOBRRICENT IO 280752 avEER
E(lmgmL)IZENTOAENEEER L. BEBEL- I0-1 2OV TEHITEET-
=B, ERE (mgml) ITBEVWTOAEREROAL0O0, BEETIFS L5
[TRSTEM T
—7, REERHMOEBEAFY VEBEESH S (& 3 EO R T O—ILI0-2~10-4)
EOBEL, BEARY MLT—4 &Y, FHFh 24-hydroperoxy-24-vinyl-cholesterol,
24-methylenecholesterol, fucosterol & [B5E L 1= 3.
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(5) fucosterof*

10-2 m/z 444 (M%) 10-3 m/z 398 (M*) 104 m/z 412 (M*)

4. 3 FSYEORIWR
FEE (|- TERL1=F 54 E Sargassum nigrifolium [IFEEIZHT HIEEMED

weht.%wﬁﬁﬁﬁmﬁwﬁﬁ§ﬁu,%@ﬁ%ﬁﬁ%ﬁﬁott:%,ﬁﬁ%
Y 'E 14 famesal (B, Z;E&%) THoT=.

/L\/“\/Lb/\vJQVEHO N X N
CHO

E-farnesal Z-farnesal

=
ViR

4. 4 TFTEOTYOESHR

EIERH Y —= U OBR, HEEM. Brine Shrimp ISHT 2 UM RBHONIT
= S HY Dictyota dichotoma |IZ DT Chart2-2 TRY & 912, AcOEt, n-BuOH, 7K
ERANTHRETo1=. BAFESISOVWTHEEERRET >R, AcOEt A&
Eﬁtoutﬁﬁ%ﬁﬁ%b%httm.E4®$5Eﬁ@%ﬁct.%@ﬁt9u
TOREIHRBOKREFWAIRYT. fr. 1F H DETFIL &P DD-1 [E, "H-, “C-NIR,
COSY, HNMBC, HMQC, X7t NMR OZiFDFERIERE L HEShiz. MEEEORD L
i fr.3B~3E IZELTIE. $%BEETV. BEOREEZTIFTETHS. DD
[LB#B T, AOEt %0 CHCI,IZE[AT, IBAR TLC £T, UV254nm ZIRIRL, UV360nm T
FRBTDAAVARY FEHT S, EERARY FAT—HOBRETL, A5V
h—Z = FEAFNRE A E L= A5 VST YT Ea—JLEHEE LTz,
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Bl4. 73 DTY Dictyota dichotoma D44}

01-19 Dictyota dichotoma

125g (wet weigt)

l extracted with MeOH (0.4L x 2)

MeOH ext.
5.08g

dissolved in 10%MeOH ( 100m1)
partitioned with AcOEL(200mIx 3 )/H,0 (100mI)

n-BuOH 100mix 3

|

AcOEtlay. n-BuOH lay. Aqueous lay.
1.06g 0.732g 2.79¢
[+] [-] [-1

Silica gel.( PSQ - 1008 )
20 x 280mm (CHCl; /MeOH )

1A 1B 1iC 1D 1E 1F 16 1H
91.8mg 239.7mg125.9mg 12.2mg 69.4mg

129.7mg 295.8mg 63.8mg
[+] [+] [+] [+] [+] [+1] [-] [-1

Y

DD-1

Silica gel. (PSQ - 100B )
¢ 10 x 320mm (Hexane /AcOEt)

471 4/1 31

3/1 2/1 2/1 l 111 I 0/1 Iom

2A 2B 2C 2D 2E 2F 2G 2H 21
2.7mg 10.2mg 37.6mg 102.0mg 7.7mg 19.1img 22.6mg 6.0mg 7.4mg
[-] [-] [-1] [-] [+] [+] [-] [-1] [+1]

Sephadex LH20
¢ 10x270mm ( MeOH )

] ]

3A 3B 3C 3D 3E 3F 3G
1.7mg 7.7mg 2.3mg 2.8mg 1.2mg 0.6mg 0.1mg
[-1 [+] [+] [+] [+] [-1] [-]

O
o — ==
HO CH, Ho HZ?_O m
: HC—-O - . .
HO\— O—CH, "
o
H H
DD-1

4. 5 TAIRTEY DESHE
FRERICTERIWULI=7 AT R CEY Sargassum yamadae DMEDIZITHER =T
SREFENRD SNz BESEE, EHOROON-FRET FILEBEEES Y B
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Studies on the Chemical Constituents of Corallinaceous Algae and Other Marine Algae

Masami Ishibashi, Graduate School of Pharmaceutical Sciences, Chiba University

Emi Okuyama, Graduate School of Pharmaceutical Sciences, Chiba University

Chemical constituents of three Corallinaceous algae (Corallina pilulifera Postels et
Ruprecht, Amphora zonata Yendo, and Marginisporum crassissimum (Yendo) Ganesan),
collected at Tainoura, Amatsu-Kominat, Chiba, were studied by thine-layer chromatography
screening as well as antimicrobial activity assay against Bacillus subtilis. These three algae
were revealed to have very similar TLC profiles to one another, and EtOAc layers of three
algae showed weak antimicrobial activity. The ethyl acetate-soluble fraction of the methanol
extract of Corallina piluliferawas revealed to contain pigments such as pyropheophorbide a,
monoacylglycerol, unsaturated fatty acids, and sterols.

Isolation of microalgae such as diatoms or dinoflagellates from seawater samples
collected in Chiba and other places in Japan has been investigated to use the purified
microalgae for mass culture in the laboratory and preliminary bioactivity-test screenings.
Thirteen diatoms, one blue-green alga, and one dinoflagellate were separated. On the other
hand, we also investigated the cultivation of microalgae obtained from the culture collection
centers. A Sa,8a-epidioxysterol sulfate was isolated from the cultured diatom Odontella
aurita (NIES 589), and its structure was elucidated by spectroscopic methods.

We also collected almost 100 kinds of marine algae from Boso Peninsula and
preliminary bioactivity-test screenings such as antimicrobial activity test against Bacillus
subtilis and brine shrimp (4rtemia salina) toxicity test were carried out. Among them the
chemical constituents of Ishige okamurae, Sargassum yamadae, and Dictyota dichotoma were
investigated and a phlorotannin (diphlorethohydroxycarmarol), antimicrobial plastoquinone

(sargahydroquinoic acid), and galactosyldiacylglycerol, respectively.
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