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Gas-Liquid binary phase diagram of water
TERSKBATEE (%) = {(RREE (kg/m?) / SAFIKESKEE (kg/m®)} x 100
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;ﬁyﬂ?E 12.0 6.0 3.0
(m”)
MR E (ton/batch)
RENFEHE03 2.52 1.26 0.63
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FEHFMEE
(FH) 98,000 81,600 64,050
EAERMELER (60,000) (40,000) (20,000)
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(FA) (158,000) (121,600) (84,050)
S5 axk
(FF/ton) 3.15 4.16 6.0
BAEEKE
(%) 60.0 60.0 60.0
a—>aJ/AAasliEER
(824) (F-F /ton) S 34.9 34.9
1IRL-UBAEMERS
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HiB s th B A B
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B&E MmN
(4) 39 71 17.2
BRERINEAREBESD) 6.2 106 996
(%) . . :
FHAES
= 3,200 1,600 640
1$%’|7‘:(Uﬁ)'liﬁ§$§ﬁ 196 115 0.93

X OHANFEE 2.0 ton/lday(@ Xy F) . BILU5.0 ton/lday (4 /X v F) O F BRI X BR B4 i Bh
D7 A TRESFIC CIEERHOM T EE#RSZ UG LI-b DO TH D,
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ARFEHEINI LD 10.0 ton/H DEEE Tl 3 ERHIFE 98,000 T4 3.9 ETEIULTE, — XAV IR
D TR LFEEEZOTH 6. 2FTHEUNTE 5, 5.0 ton/ H DEEE T FEHEZHIFE 81, 600 T
T UETEIRTE, — AR O AR THER 25D TH 10. 6 FETEINTE 5, T bIEE
MBI U THRITEBLARE R TH 5,

5T,

FREE DIFEZERS 4 10 S£EA L L TREDIEEEAFIE S

Fohe 1n

BE LT,

JFERT I D IR FEIEALIR K A E 8 L 72 < T b FERFHIHIR A 80. 9%, EHIHIT 3, 836 [ /ton, 15. 7%, #%
B 1 RS20 ICHRE T 2 L 1.69 FIORIRE 720 | 4F# 30,000 TARIE T HIEHER & D ZAEPEER T
S LTERICHEBT 22 LB TE D,
TtonDTF I AUREO I OBREIEhPEE LR

[REHBHE]

B 3 i {ih Bty -/ton
FREEE (IRl P
AHa 27,180 9,060
a—ad 40,000

BEwEnH  40.000

EEHOKS 366 7%ELCRERMIE

(B (EEBERAGL:SFUA)]
K5 A DM 1 1on Dl

EHEE
AH e

HE

fili #5F1)

50.3%

4,557

a—ad

12.7%

5,080

B E A

37.0%

14,800

ﬁI.

100.0%

24.437

(BEEERCHIA2)]
K5 BB DR 11on Ol

EHEE

s

fili#5(F)

30.3%

2,745

34.0%

3.976

35.7%

14,280

100.0%

20,601

153 3

& 3.7 tg

n

50.3%

BrhEr44 10.0 ton

ZFAH3ER 5.01ton

BERSib

=)

g

1.0ton
BERS Hh B B SE M I AR b i iR Hifif - /ton
i EEDOH SRS
M/ton SR 4.274 |, 34060n0/1 526 H+9 )
0 ExL 171 |kWh
ot 5322 ¥T#h ¢
X 751 | E KB mi
ThHER 0 | AfHiEE Lih
5t 10,518
B h58EEH(M)
BESGW NEEHE(M) =11
|
0467 0 24,437
EESNW HE nEEM) &5t
0.089 19.1% 0
[EEnEA s0501 [|FEYVAIREHR
0.378 80.9% 0 J 1.69M
0467 100.0% 0

BEME(58H0%)
3.78 ton (3.4 ton/80%)

BN E T SR QEESE: 80.9%

IS - B A S OB EREF

11

B3 10.0 ton
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Soft-hydrothermal processing

1. FE0HDY

1.1 BEESHOFIR

XOZDONT (FEHIER) 35T, HEREORERME & HIC, EOZOFE - AR S BITFE A
INORETAN & D, & D Z % INHERL D35 Mt (FEREIR) 1, HEAEI #é%@ﬁﬂ%ﬁ%ﬁm<ﬂ%m1wéﬁ\
FOFEX, FEEVBRRDIGED, LELETIHFHOBEWRH LR EOMENRDH Y . BRI EAL
WIRWDONERTH D, EOZOAEREILRICE Y BUROBFAIHZ T TE B IEaFRE L > TE T
WhH, —J, EOIREITRBWTIL, BOEfilik Ok, Bk BMOEIZLD ., REREOKL SN
WL TWD, ZOOEHEM 22 MERE . BEEHMOBAMRIAZ BRI, &0 ZHmEM & L THF
FAOE A (ML, BREHE, fakh, s5He UCEMER) 23, SOZAETIHE > TWDHR, A7
FRHLER G EE2 R LT,

HAWRTEIICEHRRIAAR - ) XX, T7FU AT, )X FRra BIO~A ¥
DHEEBIEOEZ DO ZDAERTH D,

FRSFEEEDILER

90,000

DADEITEER

- SHLOLEER
= 85
80,000 ADET=IT OTYUXEER
o4LLV=IT
70000 | EHEES

DFEWNVITEER
BULIZITEER
60,000
S 50000 | /_ IFIAD
] -
iﬁ 40000 M=l ELWV=IT
30,000 | HELULV=IT TFIAD

HELULV=T

20,000 |

10,000 |

| . - ‘ « 1! . L e Lo L,
0 Q ’Q@@Q T ﬂﬁi *' S @sa v ey %"%‘%‘3%%“ﬁﬁ’&@%@%&&%&@@i@*w“}ﬁ% n@h«;@ e @%@ ?@
K.1 Pp2o%E 2EZDOZAER (BHRKEEBHRKEE BAKEDERIERE

Eif%ioct(ﬁ%ﬂf%%ﬁ?ﬁﬁjLfifﬁiﬁ?%b\fﬁ dbvgE. Bk, WE, JuloK Ry ThEznE
NOX ) aOFEEEIZEF T 10,000 ton X TW5, T74bb, 2ETHEZRLS, SO IHY EERE
BENTWS, LT, BXOIEBMIZZDOZAERED 1.5 - 2{F0BPHFHEN TV D,

AHARFEEOEHEIC LD E O AEMTH L2 EHIRTETHICL S &, 2008 FFEEICHETANCHEH &
7o BEEEHIITAD 95, 000 ko (2013 4EEEIE 130, 000 h o 22 7)., BEOARILT, 11 RET, K&k %
D EZOEITK 200,000 hEFEDILTWD, 95 66%NHERAIT Z HFICFNEH ST 5 235,
BB LOWNEMET T2 Z8ME LTOFAMAFEHELL, FEAEFAEHAEI TR, F
7 BEHOREMTHEL YR a O a—r a7 E, BEPENSIBASH TS, HE
IV\TCO)/\%ZLJE%HODJ??HS:L“C Eﬁ)%tﬁﬁb%owﬂﬁfﬁmﬂébfb\é Fo. FOa—r a7 HED
B L EG Y., BLXOESBHELROBRENH Y, Hord o0 BEEREL LV, AL L
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Soft-hydrothermal processing

T, TOZEMOIEMIC, ENOF T aZEH L0, MO ERET I3y (FH a2z 487
WL 1 AFEMBOK L TEBERACT D) OFBPENYIEHE, =/ X275 TIHEEAEFHAE TV,

PUbEXv, BEXo I osME L COFMANILE S, iz, AR EE DD L ENAM OF]
TEHOIRED 7= DI T1 AR D H NI ARG Ay DEREFN BRI T 5,

REEF 51T, 150°CLL T2 L 200°CEL FoIERIZ~A NV RipAkE T a2 (LLF, V7 MR ot
AEFT,) FHWTEZOZEMOKEL VA 7 VOt Ea R Lz, SO0 ANTEFEIT. 0
O - AFER L BIELABIMOMBEEICH Y. XOZOAFERILKIZ I Y FEX O T faFkE L
o TETWD, —FH, EOTREIZBWTIE, RIEE Ok, BEL EMORBIZLY ., BLIn
HLTWD, 20, K. 2178 T L9 ICHEEM 2 X MR E ., FEXx 0 ZEMOAFIH%Z BHIZ,
EOTEMEM & L CHAHOBEA (IEEHE., BREHME, el i UTHAI) 25, &0 TR
FEORNTRITENTWER, REICER R WIERENRZ L LT au,

— | B FIA IR T50%E =N EICER AT,

—| # B 1t EFHHRBELTEOKY ., BHRIEDRLE,
o | TIERERM. LFEH-REX - AEMECER
#/:ﬁi%i‘m — m_d—éo
—| A # 1t RLyMzZLTHHIZBFAT 5,

— | KEDEH REOHEHICBFAYT D,

— | FEEEEAAHE LEBZRDCREFHRELTEFAT D,

EEOBBOEHLHEROAERRESA TG,

FHAEEEHRL/ARREASY (k)

EHRF/OEEQREEICEN T, T/0EEISHSBEEM (ERFAHEM) OFIANRETHY ., /11~
AERELTHEE, ERILFQFFADRENSBELLSTND, OO, F/ARRODEERTEERSH1-
O, RN EEE RO AFIZEEL. BT E. MBRE. FBREO=A—AOREREXEIC
BT EN AR MEERM, BT R BB, B (5 F 1) O IE FI| SR =0 i3 & 5 dhish
ERERVATLOESE, MHAMEYPEICHIEL-RELRER-EMRERNOERALGEDEEEEEED S,

.2 PBEEOIEMERMAT AT LAOTGHAE
— ok 24 FERFRS ) I EAARE —

ZTIT, HEEEDIT, EOZAERICAY v b OBHD, BEEOIEME Y 7 KT ok RIZLD
PRt OFEME O - BRE, WE - SO ZAEBFHEBREORNTL L, FRHNZ, HEEOERDE &
LV =AML, BEXOEERISE, EOIEME UTHAET 2R [FEEY T
0] OEBRAEDOIHES AT L] PEEETEL L, S6ICAHHT aDWEIC L 5 HBHREEOFTE M %
R LTz, bbb, YT MK o AIEEDO ZEMASER I OEATE L ZRETITIE ARV A
TAhEWNZ D,
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Soft-hydrothermal processing

2. BB LB oM

2.1 Y7 MKETmERLIX

KEBOSEAR L LTZBERR . &2 WITHEERR &V O SOSEIRE W=, B oS, H250
FERDOMIEITZNE TEEZ S E RSN TE IR, ZTORISOWM L STIZH F 0 ERLEAL TV
DINBLETH D,

ARFFEIE K. 3 IR T K 9 ICHMBERIAFZEFINE & A E7Rn Y 7 FAKBT Bt A (150°CLL F 720 L 200°C
LIFOmillmEDK, 8L UUKARR) OIERUKGEE, F25 K785, BRI /K 78U C O /K O Fetk:
ZHOLNCL, Y7 KBTI o R RGBHAL LT, BEE O I LEFHEOEEME (6t
WE) OMHEITO, [, EEROBRME L 702 ) V=2 EnfR L., EWE LERSR) b
IKRGIET HZ LI ARTEE L, SHICEEGKEOREES O ZEMOBEELELITI, T7hbb, V7
MK bt 2%, IIEEWHBEROAHRY) ., BIOE T2 &0 EKEROPEE O MO A LRI
BRbHi#E LGSR TH D Z L2 LT,

KESDILEHFFIEICEB L

. R [ Gy A AW
KOIRER
30.0 !
; [ mmrm
BENE D5 | mErmEs
s 200 | | mo AoR-REE | [ BRI
% AF O RIG :
o kK ER wﬁ?ﬂ?ﬁﬁ EgeL1=Z1E
§ | FneRE ok B> B HEE
% 100 |
BIHIK RS E SSHLER
F—rOL—TRE wﬁﬁﬁw
_|~ l/_ 3 - -
l ”,4¢§ﬁ*%m mm%#
0.0 e e e g
100.0 200.0 300.0 400.0

Temperature (°C)
Gas-Liquid binary phase diagram of water
TERI[UBTE (%) = (ZKBE (kg/m’) / BAFIKEK[FEE (kg/m3)} x 100

X.3 Y7 hKBS 1t xRS EME

REEH DIE, V7 FMAKRBT v 22 X0 | ARk SE O B ) S BRE BC B A E R AL DR
RENEHEND . HREHOREN S ERBROGEWE 2 L, wlk, BRI JIOWE L THAE
AR DB T2 RE L TV D,

14



Soft-hydrothermal processing

IbIZ, YT7 MRET o ZA0KONIFRELZICH LT, BEFOF— M7 L—7RE TIEAAEE L &
ATz BRI TEDE A E 5 5 WV TR, BLOMENBERERORNE LA ATRRICL, ZOA D= A LEMH L
THT LV TE DBHSE 22 - LTz,

AT OFHIMEIRISZ DK TH Y | 2 DRI ITFER AP E 2 AV 5 F T o SV, 37
b, EREETREIEMLES REREOHERICEBR LRI E VWA D,

i A DR & [FRRICEE X O 2D U 1 70, HARMIZ. BROSHERLIFIEI>ETH
. BrxmIyvay (BEMEEREMS) (CHES<HE - BT - AV AT AOBEICHEIRTE, B
Feir, BEAVLFR B ORI X DIEEHRE S A (CO)HBIZ b FETDHZ LN TE D,

FOSEER L L COERBEKIT, mOBERLE @A 4 U B OMFER TIEA 4 v UG (ERERE)
DUF#E & 7e 0 | IR A F U SR OWBEROKE TIE T VIS (FHEKIE) O
LD,

HFEE DX, ZOX I RIS EZR T Y 7 MR T v A, FRC, SMREER TH 5 fliK
REUTHEHE L, 150°CLL T2 L 200CLL F D Y 7 kKRBT v & ADREKAK EZFIH LT, mdEk A
F~AD, AHEAM ORI R, i, B8 X OBk, i, fHE, RIENATEDZ L E2RE LT,

BRI 0 ARV MR O R K R KUTARE E OBHA T, FBERIZ 10 LLFIZRY, A A Vb EIEROK X
D 100 53D 1 IZ LIRS 70D, LIzdio T, MEHME & 2 WIIARME D55 WA B E O i 23k L CRLED
boLHREIND, ZOWHEEZFM L, AEWEZ 0TS, BEEMICRERWE NSRS 5 2 &30
& 70D, ARWFFRIL, SBKAREKISERE LT, BEEXO N SHE THROAHEDE (EHEY
H) O EITV, AR, EROBRE L2 ) Z=v 2l ES L, EDE (LEREE) L
KT HZ EICEOATEIL, SOHITEBKBOBEE O OB EZREHIT I,

Thbb, Y7 MKEAT v A0 IRINEEDHROAEY., BLOHEF2E0mEKEOFEEDZ
BE O AP i b il Lo SOSER CTh 5 Z L 2 FEHBEO 7 1 N2 4 STV SCEE LT,

V7 KRBT v R KD PEE O MBI EAIN A WENL T D 7w, HERE. MRRE AT 7o L2 AEE O
FERREB LN AT LAOMEIZmIT, RO 3WHAE XV MEEL 7=,

1. ZEE O BBNE - EREE - SEEE NIRRT D 2 L,
2. ZTOZOFSEFIFEIC LV INHESR - WEAEFETHZ L,
3. X OZEHIER S DAL AT LV FAERA = X LB RS 52 &

2.2 FEEOHBERFESME - FEN - TEMEDILGE

BEAEDOIIFEL D | BEE O ZEMOEM RO EBTHEDE., 6 X OEBIEARILEm R 2 ORI (B
W L) EIGT, ETARERROAEBIEME N & O ZHKRFBEOINERE, BXOZEOMEOLRENLE
HFTnbEmbh TS, £Z T, Hifd 5%, 150°CLL F2R W L 200°CLL T DIEF I~ A b RipKE
rtEA (LLF, Y7 MK rERALET) ZRHWTEESOIRHOSE, BLOHAL £ T/NVUIEE
B (10kg//NwFF) TAFEL., T OHALBEMOBIE, F6 K O B S 2 R TRl TR LT,

[J71E] JA o — 5525t X control (+) . JA =t— U BeoDfdi i A DBl 2 % FR[X. control (-)
ELT, YT MKRET vt 2 %0 Lo AR A2 FERRIX & LT, ¥ 7 KBV =& 2 ORBREAFIE, 120,
130, 140, 150 °C 2 CZHZ4 30, 60, 90 43 & L7z, MARTHIOMRERIL, mHWEELT50%E L,
KEMELT, axAXh, 7Av, E—bh, /a7 LEFERRNLEKEZFHELZS 2T, &
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Soft-hydrothermal processing

HOFNA TR U 7o, RS TE SR12 2 Bl U 721218, JA TP B i fi i PN Cal i AR PERRE & AR OO Fik THEEE
HRE, BEBHET 72, V7 MKET o A LERE], LR, B L ORERT. ZEZO pH, FKE
ZME L, Rbs B (5. 8. AEF) . BERROL (B DRI FERRDIL. IRAZIRDL, LRI
PERRE), BLOEEZFAE LT,

[#E5RI L OBE] control (=) THEE L72RED & D Z DILEIL, control (+) &HFHFAIA B EILR
DHIRNS DR T AR Sz, £z, wEIE, control (H)ITHIRL TARRTH D, TiL,
EOZFEEHPIAET HEDO AFHEVEICER T 2L 60BN, V7 KT o &2 120 °
C =30, 60 2 TIHEBHEME DO RFALKEDITLSE N KX, 90 T, RFEALET D, &5
(2, control (+) DULEEFSGE20, 130 °CLLETIE 120 °C & 0 RiFfbRSIHEE ST\ D, &0
ZDOMEIE, control (+) E[FLETH S, 140, 150 °C -30, 60 4y, BLN90 4Tk, EBHEWEOAR
TELROS R FRDRESN TN D, Thbb, MALOMISKH TS, control (1) DINEEFRFEL LD, &
D ZDEEIE, control (WIZHELER THD, LLEXY | &0 ZFERHO X O Z EDE O NG,
120C TIHI DO TH AR+ TH D23, 130 °C TILESHL, 130 °C -30 43 LL ETiX, control () &
S OIE, WEERD, SOICHR, BEZBEMEIESZ LI1CED, control (1) L EDOILE, W& &
2%,

UEXD, BHEE G, K4 IRT L5 ISR CR o TR 0 B A LB S O BIE A2 I H 2N L,
XOAEEENZORIITEE L TNWDEOIEERMEZ, V7 MKBT R X0 BT OAEY
BoOHM - BRE, WE - 2O ZAEFEEVEOANE, BLIOBEEEZRISE, SO LTHAET
% (B T¥na) OFBRREDOIHEE VAT L) PMERTEDL L, ILHIA T aDWEIT L DAHRAK
EIROFNE 2 /e Lz,

1.50
200.00 Threshold:E#{E 1 1.40
Control (+)
179.58g T 1.30
150.00 1 1.20 §
1110 2
5 8
o 1100 2
-& 100.00 S
1 090 5
2
1 0.80 f_f‘
50.00 ! 070
1 0.60
0.00 0.50
=
nnE W\ p
o\} " ’, ’
oy - ,50°O KN
L
[ |

.4 V7 FKET O ROEBANTSLME L INER
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Soft-hydrothermal processing

AWFFE ORI, MAIE L ER &S EKRAEROMFOREZERA L TS 2 &2 b, BHEE DL /D
HUSEGERE (¢ 400 XL865 mm, ALPREET) 10 kg//NwF) TIXZEDHE ML NFEL TWDHHR, AT —/LT v
T LT AR AFEEDOFEMBMREDO 7 v s 2 A7 (¢1,200XL2,900 mm, ALEREES) 500 kg (2 m®) /73N> F)
IZBWTH, KEKORE, £, BIOWELHIE L, KM, &R L ORFK R SEd#E Lo A %)
PEIZDOWTEFEERZI1T> TE T,

BJ.5 127 m A T OMER B L OFEERT,

AMFBEERE: 1,200 x L 2,900 mm
AMFRBEF: 500 kg (2 m®)/1batch
21K

el
= YZhKkBIOER

= (BERBEKER) <

K.5 Y7 R KEATFrERADOT v NZATHEER

BARMIZIE, BEEX O Z B AR VB (8 O T, AR KOS IR, Bk &R E E KRN
odEE (BEFEO [4H—h27 V7)) SIIRFHETHEL TWS,

L. Ux7 v b BRI T 7 X —0KEREZ TN THERNIES THIEITE 5 Z &,
2. UX¥T v b, BRI T Z—0XKEK[MEE TN L ERICHEITE 52 &,
3. Uxr v hOEN-EZY Yy b ERMAL BEOY vy B FRMAITERE 5 EE L TRl

TEDHI &,
4. V77— - fikEe ) 77 2 — LR, BXOY T 7 72 —TFiRlTEL o8 LTl
TEDHI L,

5. Yx v b, VTV X—0KAKEKREFRBENICTESLZ L,
ZHBIINECEDO BIREEKARGSONERE (BFED (4 —h7 V7)) CHELTVWDLIHEETH D,
Tz, BEE O Z RO BEE AR AR VBB AT & ARET & OFE A FRLICEE T,
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Soft-hydrothermal processing

> EIEKRARILERGE - K, HDHVITARKUCHE L TR L2 %®RICAERKEI D LS E LT LF
AT 2, a—r a7 fRBEFIT50%, (FrBH 2008-54510)

> V7 MKETmEREDEN  60CHOIRK, HONTAKETHINTHDR, WTFUILTDH
L00CLL T DOFEDKAR TH Y | HIZFEE A PR T 27210 TREFED Y 7 MK T 1t XDz
. i, BEDE OREL E W OEFARSIEIIFFTE RV, —EDT ) X4 7 TOHAEMEH
HRIL, I a—r a7 ZRERET 52 LT, BEMARRT 270 R 52, tho
EOZ (ZY X, TFUAY) TEHNHERE, WEELHRRIZTE R0,

> Y7 MKETuvA0ERL V7 FKBAT 0 AOFANLERE ML, &0 ZILERE 2 AL
T L5720, AR CREE L ) ¥4 72500000 O ZHMOME T, Frifltst (7
Ly o) LRIZE, HOWEREL EE7eb 2 2L,

ARPEE O ZHHIFAMPIEE DO A = X AT, K. 6 PO IR THE I, VT 7 X4—RNDK
KEAFNEE D A HIET 5 2 Sk v IERUK, faFIkAER. S OICHBKAESE OGRS LT, BE
TOIRHNOE T - AEHROAEWE (BREWE) omMziTv, FRC, BEROESRmE &
BV V= EEESRL, BLOBEKOABREME (RERER) ZNKHETHZ L2800 RE
L, SHICEBKREOMEREAEO GO E REZFREE L, T7hbb, KAKDIL TR
SN A IR C&E 5 2 L &2 ks LT,

WERD - OV ZRKRFIEE (0) = RREBE (ke/m’) / BIRKAREE (kg/m)} X 100

FEREAEQ IS BENERE "12,10.15 10:25

¥ - N - RE

11123, 0 P30T 123, oY 123.0)

ﬁEFﬂm; &bhuﬁ hﬁﬁﬁr EHEE - mEER  wOE

.6 Fu k&7 ORIEBRIRR
18
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Soft-hydrothermal processing

'13.04.22 BENEE: LYENo3 1nyFE 20m*(EH)

KA5-E N
YHryNES
| saxe || Az || gExe | Reze | mExe | uTe |
YPs-FE S
7|-$«f7— —> - #8%(1)
1.4 X -
13 | | —% - B
1.2 L] L]
11 - : —e - )
5 08 I ! —+ - TIs-RIEA()
O . ] |v ] ] N \ Ft/m'
g 08 [~ gompa |+ - T |
= o IT— o o | == - REM
N oos ' ' — LUTH5— |- ymemaa)
S T R V7 e
33 . ) ) e SRR
ol 4N\, | 0.17MPa _‘,./. .\; \ B
XX~ T >
-0.1 20 40 60 80 100 120 140 60 0.9(MPaG)
Bl (min)
0.17(MPa)
X.7 7m MZATFDOESEE)
) 3 VbR
'13.04.22 BENHESR LYE'No3 1nYFE 20m°GRE)
YT
| Faurie || AT || REIe | RGIR | BEIE | B TR | o
350 K L 4 + T T — - (D)
o I ' L
300 (- :
I I I | —X - HEEO)
250 ! ! ! T
2 | | I | —e - A
§ 200 F : : : s Y7 HHe—
< - - - yan r— - UPs-FR)
ﬂlﬂj 150 I I | | : -
S : ' - V,,-—L ; —— - REGHEO)
100 1 1 1 L] :
I I I |/, . -
50 H . : fA\NMLN - A AN AN IL, ,,,,,,,,, IL .7”77 ,,,,,,,,,, _'_"J7'79_|1§1m(1)
0 ke ul JRLTRT T AR
0 20 40 60 80 100 120 140 160
Bl (min) HeshBEH (1)

.8 v kFATOFHMEBEZEE
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Soft-hydrothermal processing

RBFH DA (REEE)

&%ﬁw:;?
'13.04.22 BENESER LYE'No.3 1nNyTFH 2.0m@f-lﬁ%§,i‘zﬁ
~ | JJLIII—!—}
FHIFE ‘AR RETRE | RIEIRE | BEIEE -
| 2| [eaza ]| [mETE | | 7| YT Y5~ hE— KRS
2000 /l\* @ + T / T — il Y
1900 AR —F A AN
1700 o AL —=a
o | /T ;:JQ//;(L(V’W YT 95— TEH—MERK
/ ' 1 { (4)
1400 | /- . . ; BES-E2D
1300 —_—— —7 @ﬁ@
5 120 1 /) 0.17MPa Ik ®
E 1000 5]]511_&13000 \ @
W 200 [l T ~J —X - AFE()
£ 800 | : —% - BE®)
600 t t t 5 —6o - HHinftEa(1)
igg I / / \/ . . @ — - UPIE-RR()
300 HH-A | } | -/ — - - RIS
200 1 V L : : : j/ — o UP-RR()
0 ‘\ I [ W I I | I L I L\ \:\ ﬁ@ﬁ#“)
-100 o qu* 40 g} tu 100 uLJ)- 140 160 b e (1)
B fEl(min)

.9 v k&AFOEEZHE

.6 [ZRT LI, AT A TORIEBEERRBICEY . RIS ORE - [£77 - HERE, ~
Xy NEBOIREE (L - R - N - ) - dRE, U T2 X ORE (B - PR - ) -
JET) « ifiE, B ROZKHEEE O - J£7) - fMRDL 2 B RoR LRt T & 2,

AK7m s FATOENZED, EFED, BLXOREZRZDZZAZNK. 6, K. 7, BLOK.8IZRT,

B ENZEBEL Y VU x 7y FNEL BE QU 77 X —NEOKORRENH S Z LI1EE 5 ETHAR,

bbb, V77 2 —WNEOEDSIE 0.17 MPa (BIFI/KZRXIRE 130°C) (XL T, V77 Z— T
132 OB EEINT T DEFKARKOIRE L0 EF RN 128CTHR L T\ D, L7z > THRIETH 500
JEEUKDIRRETEEE O TS DI E D43 flbr L. B R OMEHAER D ) 7 = 0 &I LG
RELTEDZDOEABLOFERDEL R DEFROWRINIY AL Z LT < LTS, —FH T,
U7 7 & —HEEIEE OREEIN S 2 faRKZAROIRE X 0 S0 1600CTHER L T\ D, L7ehi> T
KT o HHBKRARORIETHREE O IR 0GB A L, BRIOREEL TWD, RIS, Y
7 U B — EEITE OBELE N T D EFIKAEKOBE LR U 130CTHRE L Tns, L7en-> T —
WFR OIRAET D SRR R KD IRRE CARBE R Do fil, 36 L OWEE D ZEE D U E D 73 iR 2 AT RIRE
IZENOHEH L, BIOHEEZEL WD, VT 7 X —RNHOREZXY) 77 2 —NHIRE LD &<
ELEY Y7y NOWREDOEEEZ TV 7 74 —RNHO EEHOFEFN L VIRENEL 25 (FiRTER) 25,
FOSTARCBWTIFEE & EEORE TR L T\ A, ZHUTE S LB S Ky Emmt+ 5 (i
Mg %) BRICRATIRBEBORETHD, ZOXICVT 7 E—RNETIIZINSDBEE O ZE#io
B 8 2 WITAEBIFEWE O NR, B XORNERD DR, £ L TENLOHMEERE, B XU R
KPR —2D TRRIZENTITOI TN Z & & REICTIEL TV 5,
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Soft-hydrothermal processing

2.3 FIEFEIEICLHINHER - B DFE

HEEE OIX, BT a v 2 A Ik 0 AN L7-FEE O ZHBMIIC I D &0 Z O FEFEE: 2 I L.
WOIER TEOFEEEFNC L0 IHER - SWE & GF LT,

FEEREAI WX O ZOMEIIEEREE O Z0R THL —FBHBENHE LWL Wb TV AP
BT, &ANT/hay K QAARAD T F8ar 7 FRE) CERIEBEZITV., TOX0 Z OISR,
BIOWEEMR L, NS (¢ 400X 1865 mm, ALEEFES) 10 kg/batch) D FBIMEZFEFEL7- E T,
FRBULD 1 EHAL (16,000 AK/148) (T TEIEHEZ1To 72,

T, FERAFBEOIGEERE I, 2 X icBn Ty L,

(1) 7F 2 A PEEE AR 50% AT X D/ e v MEZIERRE (1K 10-1 205 3, X 11)

- INHER, GEL RS bEFEHOAEERWI & EHEARE TR TE RN L
% iR

(2) 7T v A VBRI AR 50%., 60%., T0%INAIC X D/hvm v NGRS (X 12, ¥ 13)

- INHER, GEL RS bEFEHOAEERWI & EHEAR TR TE RN L
% iR
(3) T U A VBRI AR 50% I L D= XX /ey FEREREE (K] 14)
- INHER, GWEL RS LEFEHOAEERWI & EHEAR TR TE RN L
% iR

(4) V7 FKET 0 2 A4 H oG
- IHE R, SEL BEE RS bR E O A BN & BEEE LTI TE RV T & AR
- XH T OREIIARE R ROMEWEOFIEICL D B2 BN,

(5) B 1Al 52 BT )T A VRS ARH 50% R HIC X D) —FHAI-16, 000 A I O SEHE
HeE: (XM 15)
IR, SE. HERARE LIEERHOTEER N L AR,

(6) %5 31al, 4 [E7F v A PEREEEIERRE: (X 16)
I B 5-10%38 T,

(7) 5 M7 ) A VEBMRFEIERE:, Fle (23— 37 100%) 7oA Ui (1417, 4 18)
—SRE B4R, IET B%HEIN, K5EE H HulZ,

(8) HRE (a—1 a7 100%) 7 A VEHO/Na v K5
—arvhr— LV HEEERL,

(9) FKFEHBEINT I A DR H LRSS
“IERR (& FER),

(10) 26 1 [l 3% & A B SE IR SRR RS
I B 5-10%78K

(1) %6 2 [Al= /% & & g FEHBSERER S (X 19)
—arvhr— LV EEERL,

wEe T P VRESERE D 130°C-30 A ALERS S EIE & U CHEAM AT o208, Bk (2.4 ABF
BT AT K0 A A ) = X A= fREB) OfLFERIRREEL U 140°C-30 /7 ALERICAE W Uiz, $£7-. WBLSRM:
BEICHTAEAOEME T = 7 ax "ERAMBEICTHOI LTS,
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Soft-hydrothermal processing

2013423 AR 2013£.E6ﬁ14E|ﬁE1§ﬁ§52E|

mmmn 77 ARC IR B
control (+) EﬁoT Control (-)
HAY BRI HEY R BEEYICLSHHTETINS

K.10-1 7T X VEREHEAREM 0% RAICL D/ e v PEIERE (X - JHEY)

2013F4A230EEERE 201 3£|E7F] 5E|EET'EE&70E| (=% 108)

sy YZRKEBTOERABE -
BEE 5% H(50% % FB) BEOIER
FEEKRER T FEERERI FREEREFERLE

X.10-2 T RX DBEEHEARR 50% R L B/ v FEEREE CGESX)
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Soft-hydrothermal processing

T AERR R
201354 230 EERE 201347 A130RFEEE77H (HiEEE178)

i i 2 el
. L& 1k i 29 W =il L9 o
bl Mg I P . Vi SRR ey e e .
. e a'f ¢ 5 "R > ol
e e § o 2 E 5, 1
3 13 . 2 P < P4
» D L I < & 4 .
=y | P~ - g e
3 i )
it 111
. l Ty TRt
L i A

e U KETOEREE
B S HEHh(50%F¢ F) i A F A HEith
FRERH FRERH FEEEBLS, TR

X.10-3 7 F R VBB AR 50%HIC L A/ a v NETFRE (£F)

THiADtEERin
201354 230BHEME 2013467826 A REEE#90H (BE=#30H)

EH ‘Kﬁjﬂtxﬁ_&l_ W .
e HH(E0% ) BEOCH
FRICRS FRICRS I,

X.10-4 7F 3 A DBEEEHEAREH 50% R L B/he v NEIERE (BF)
23



Soft-hydrothermal processing

VIRKRT O R B A SR

160

——EEEH EEEN—Y T KBTOEIEM: p > 0.05
140 - B — BRI p<o01
-V JhKEBE A VIR T Ot IS H—EEEY: p <001
2-way ANOVA
—— BRI

120

100 -

80 -

60 -

FERAEE (9)

40

20 -

om n L 2 o o) ! !
0 10 20 30 40 50 60 70 80 90 100
HiEEH(R)

B.11 7 X VB 50%RMAIC Xk /e v MEGERE TEAEEHR

TFASEIERR
2013423 EER 20135781 6ARAEREEs1 A (BEHEE%218)

-

YZRKEBTO R \EE S
(60% 1% FA)

34 |

i ‘
VZRKR T O A b ~ 4 UZMKET O R B \
(50%H FA) : (70% FA) _

X.12 T A VBERHEARH 50%, 60%., 10%RAICX 5/ha v FEFERE

24



Soft-hydrothermal processing

YIRKETOE A B A NIE R p> 005
Student's t—test

200.0 200.0
182.28
1800 r 1 180.0
1600 r 1 160.0
C] C;
e i
=4 =24
= =
1400 4 140.0
1200 - 1 120.0
100.0 ‘ ‘ 100.0
control 50%4% 60%< F 70%4X A

.13 73 A VREHBEARH 50%, 60%., T0%MRAICX B/ho v M EEREINEER
V7 hAKEAT v AFARERES R 50%., 60%. T0%INH & 6 I RRIE &I 3@ ES i & A B A,

T/ e N2013E5H 16AEEER
201347811 ElllRE(fﬁs B)

VIRKRIOERBE  EEEH
it (5091 FA) (3—a7)

EEERTCIERTERTAARAY—TCHEIN, [T+
LACHERAEAMEHOYV IR T O RBEENHE
i CRERECERTNRIREFEY—TCWOWIThLRF
ICRELTLS, 3habhs, AP0 ERESE
WEERBRLTIENELTOREER LXE 5T
TCEL, EHICEMOHFELm L2385,

VIR KRTOERE
o Hh (509%6 F£ )

X.14 TFHIRAVRREHBARM0%BRAIZLD ) & F/e v FEERE
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Soft-hydrothermal p

rocessing

TF I ADY TN KEA FH250%-0—2-50%
REFHER -EARE:16,000KM12-51. 2[d

Hk ON-2G
b, S 67.7%
pH 5.7
ESA# 60H
E#H 20134F7H6H
HiEEH 201359 H4H
IN¥EH [201399H25H-26H
L THABRRE
I = YIRKE (O kO—)L
4$5228H 196.8 203.7
4$5238H 187.7 201.7
FE 15 192.3 202.7
JAR SRt 24— Rk IE
IR = YI2RKE OV kO0—)L
£FH238H| 1999 1951
$H24HH| 20441 204.3
F 1 2020 1997

X.15 5 1[E7 3 X DR B AR —SBA7-16, 000 A< D EFEREE

7k EL | %8 - URKER £ HE
EEAR 70H 67H
FEBRH 23~ 22723
IRE 1791 2031
STDEV 165 17.8
201gl b 8.7% 555%
1817200g | 32.2% 36.2%
1517180g | 53.9% 71%
150gLLF 2.2% 0.4%

V7bhKE (xR
EEAM 70H 67H
FEB 24~ 23~
R= 203.4 2226
STDEV 175 19.4
201gl E 58.2% 88.5%
1817200 | 34.7% 9.5%
1517180g 5.6% 1.5%
150gLLF 0.8% 0.3%

X.16 53,4 [E7F ¥ A VRSB AR M —2EBAT-16, 000 A< AR O EIEREE
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Soft-hydrothermal processing

Y2hKE | xEE
EEBAM 74H 56 H
EEEH 108510H |10810H
IR¥H 10H31H |108A31H
FRAERAMW 22" 22"
Ins 2113 200.9
STDEV 17.7 20.3
INFERR I
201gl b 75.4% 53.8%
1817200 | 20.4% 31.8%
1517180g 3.5% 11.5%
150sLLF 0.3% 1.7%
BEHECHEEAEGE

VIhKE (x|
IEERR 748 56 H
HiEH 108108 | 108108
I H 10A31H | 108318
FEAEHRR 23" 23"
s 15.1
STDEV 10.0 11.0

X.17

E:5kEYy A8

%5 BT T X VERBMEMBE-HHE (23— 37 100%) 7F A DEHI-

—Z2HT-16, 000 A< 52 F HIAR 0D SEREREE

80.0%

70.0%

60.0%

50.0%

40.0%

30.0%

20.0%

10.0%

0.0%

75.4%

IRE5H

201gl b

11.6%

181~200 g

3.5%

151~180g

0.3%

1.7%

150g AR

mYIRKER
L o

B.18 %5 [E7 F ¥ A VEBMEREE OINHE R D55
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Soft-hydrothermal processing

RESAT—8(T/F57)

YK Eh I h [E B 4

B | SHEH| ARE | IRS() W | SHEH| ARE | IRS(@)
201448 A7H| 11.477] 2499] 78.20% 208 472 69| 85.4% 209.2
201448 A7H| 25268 4265 83.1%| 211.3
7.291|  403| 94.5%| 2157
FHy 87.7%| 2121

W | tEH] AmE [ INE(E W | GtEH| ARE | INE(R)
201448 H8H| 4726 82| 0830%| 2241) | ,0i4mgg7g| 17478 3.609| 79.4% 210

40,567 6,468 84.1%| 211.3
15 81.8%| 210.6

HEURES (20T F)
Y7 KBS ih Fobis)

B e8] ARE | INE(g)) B HER] ARE | INE()]
201458 A6H 18 0| 100.00%| 2135 201448 A6 H 0 0 - -
2014%E8H7H 18 0| 100.00%| 220.9 2014%F8H7H 0 0 - -
201448 A8H 12 0| 100.00%| 222.4 201448 A8H 2 0| 100.00%| 209.5
201428 A9H 1 0| 100.00%| 248.0 201448 A9H 21 0| 100.00%| 216.0
2014488108 0 0 - - 201448A10H 19 0| 100.00%| 223.2
201448H11H 0 0 — — 201458 H11H 5 0| 100.00%| 217.4

3| 226.2 | 216.5

X.19 %2 [Bl=x ) % ¥ s BEEEITRES

TF A VHIRAGREM (=37 100%) DA, BLOBEFEHTO T 2 A PO 3-4 [RIEGEK
e CHlERTHI L Y 5-10% IR D722 & K0 W 12.4 {LERAAITC LV BEA T =X LR
B DOALZFR I T IS & HALFLSAE 4 130°C-30 43705 140°C-30 (Zek#ET D Z Lk v, 55 [
FEREAEE CUNEME b RAF72 2 L2 NiGE LT (K. 17, [X.18),

INHDY T KT o A& O Z PR A EL AT IC X B A COEERE TE D Z DI
B, BIOWHELZFEFELZ Z LI E T oER e <, IELIFAHIOFEGEE 5 2 5,

2.4 AL DT L BHAEA T =X LOFEH

BRE O ZFEED A B = X MERZITH > T,

INE CTRBIICERMOMB NI LN TEX RN S3ambn Tz, L TORAERMZFRML T
i Zlid, TNETEZLDLDICEI VI ITIHRINTELDRHE - ANE LTHRIIL o7, ZL T,
R 72 BOREEHIIFEAA L TE 9, £IE0OHB~OFEH AL TR,

HIREH DITE R, & O Z oW F R, FERsH, 38 X OREREE HO b2k 5 o iric & v iR Tl T
BEX D Z BB EALER D A T = X W iR LTz,

HEEE I, AR L7 X 912 150°CLLF 220 L 2000C A FOIEF IZ~ A v Rig/kB T et 2 (LIF, Y
7 MKEAT A LFT) ZHNWTEOZFERMOBALIICKRI L, & ORAERIC X5 EHHBT

DBEGFEFEC BRI L TS, FEX O O FALE, FNEHABEAL TR O XS el micisn
T, by 7 MKEAT ot 2 FEFERRIC K 2 FEFEREE . 3720 B E B TN BERE S B AR H &
LCHElFmE, WHEETEOIRIECERLILEELL Ry 7 A—F 7 ThH D,

HEEE O IR L3RR E 7 o & — BT (GC/MS) . A& ELATEtY (HPLC) . TR 7T
IS HAEML TR, 3 X OYRSIATEOE NIBFERFSUBR S M & lHE L . REHR. &2 WITXREBRINY
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Soft-hydrothermal processing
HOROABLEWE OMRGE, EWHROAFTIEMEORGE, B X ONEF R, FERFils X OV AR
DALFRR S AT K DR TRID TTF oA Y =) XX TREEHOBEA D= A L E R LT,

2.4.1 TFVRAVEHOBRGHHT HEHEOIL. TV A VERMB I ORGDO R D Y 7 MK
1 RS & o THAE S, REME#D OG5 6N TCIEK T EEMER > 2 LC/MS oiricft Lz, 556
NI MS B — 2 T =2 D707 7 A NatG D12 DI S E BN O—TFETH D FER 54 (PCA)
BT T A2 —EWT %217 272, LC/MS 2387 Cld.Negative & Positive OfjE— N THHT-HHEZITU,

RONTMRIE RSN T —Z I L, EROATB LY FAZ—RIFIC LD 7 —E T %7V

TN oA A B —7 (= —) OB I ZEN L O, MEXOHEE 21T 72, i
T EEHEHRITIC Lo T Sz~ —h — D E BT 21T - 72,

ZORER, V7 MKET vt X ORI iof%%/7w@ﬁ PHNVEREAIIZZAL LT A A
R &7z, Negative & Positive &— R MS HIEIZB T AEA~—F —FEMAHBRE Sz, F-lE
— NiZd@d 50 FELZFFOE— ?%aiﬂfwﬁo Flo, HFE— R TR SN~y — T —BEHT T
WZOWTHERIC L A2k %2 7T 7635 L & HIZ, Negative & Positive ME— NIZIHE L TR S
TEA~— I — I OWNTE DMK DI 23 ATz, TNENDO~—H—IZ20 Tk v b L7k
MOMEZRRLIZE ZA, EOTHIFICTLVED LY 7 FKRBSLEZ L > THAE LIS TIEAN=Y
PRTZ 2 NTHE, VT EURRICE S PIEEOWEN R S, i?‘:\ TOIFEEEIC LB LY T
R KRBV T 6 #3542 L7203 o To iy DR A RIZ EITNENINE T - 72,

INODOY == FOEEREICT 228X, /7 aniE, V7 MRBFIC L > TAEL
HNNA T ADEACEFFHES T D 2 LN TE DAl R S 7,

e SEaR

AN L

ARPEREEC M, BERSHE, BL OV 7 MAKBVLEL L7-KH 7 (F%) % 90°CT 6 REfifzlgte v 2 —
WA, 10 5800 MQ /KA N2 T 60°CC 3 ReflFfE 32 Z &1 X v ilKHhH L7z, Z41% 8000rpm T 5
srfE OB L. B aEEAE 2 4 (0ASIS WAX: waters fH8Y) THILPEML, WBER 2 2R fE L,
20007 = MU VKIS ERM L, FRRdefd < Le/MS Zpricfit L7z,

LC/MS St

BElE  AHE : 2oMFRER Y B =T A 0. 05% R Big : 95%7 & h=hK VUL

SN T A WikHE— R ACQUITY UPLC C18 1.7 pum

i dan TATRE B E B rdE®E  Xevo G2 Qtof  ESI  Negative/Positive E— K

BIRRY > N /BN RY > T4 .

10/23fF REEME 1/NEW GR & 15 i)

10/15fF (120°CALEE) 2/120-0 3/120-30 4/120-60
10/15f (130°C L) 5/130-0 6/130-30 7/130-60
10/154% (140°CALER) 13/140-0 8/140-30 9/140-60
10/15f% (150°CLEE) 10/150-0 11/150-30 12/150-60
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Soft-hydrothermal processing

LC/MS VT IKZANEE LR85 (120°C)

(Negative mode)

kinoko_4_1_naga_measure1 20:00:47
kinokdyd_1_naga measure1

24-Mar-2014 20:00:47
1: TOF MS ES-

BPI
100- 2.58 3.07 120 CBO 55
iR am S0EE T
241 281 430
LI 329232 435
112 984 2 %3;1 16703 s g0 | 1713 azsa g o
3 [ 313.236 162.988
0 i fo_ . -u_,-U\f’LJMJ m'{'l'“\..v kJ\A}'\A"\.M W_f" f -
T I 1 T T T T T T T T I T T 1 T 1 T T 1 i
0.50 1.00 1.50 2 DO 2 50 3 00 3 50 4 00 4.50 5.00 5.50 6.00 6.50 7.00
kinoko| 3_1_nega_measure1 1: TOF MS ES-
[}
100- 258 o 120°C305- % B
121.029
244 187.097 3.90
& 1.98 329233 434
051 167.034 351 489 cog
211.060 ; 242140
| e ) N N L it ) S

0.50 1.00 1.50 200 250 3.00 350 400 450 500
kinoko] 2_1_nega_measure1

5.50 6.00 6.50 7.00
1: TOF MS ES-

BPI
100+ 307 _
187.097 3.90 REEHE 5 s0e
329233 414
=] 253 273 3.40 89
0.38 215 gg9 1?8173 081 201.112 503301 313238
248.960 229.185 N
0 Jn ot wmm,m' Ulul w ML_JLWJN._.-.. wlmm A, —

050 = 100 = 150 = 200 @ 250 = 300 @ 350 @ 400 = 450 = 500
kinoko) 1_1 nega_measurei

1 260 268 3.90 425
237.076 J| | 163.039 329.233 329.233
3.07
e 0.58 249 _ i 187.097
112,985 FANAE '
0 e N

0.50 1.00 1.50 2.00 2.50 3.00 3.50 4.00 4.50 5.00

550 ' 600 @ 650 & 7.00

1. TOF MS ES-
25 720 FAERBIEH 5 coes
_ 56T
| 295.227
Time

5.50 6.00 6.50 7.00

LC/MS VT K A0 LR 85 (130°C)

(Negative mode)

kinoko_7_1_naga_measure1 23:00:37

kinokOy7_1_naga_measure1

2.58

1001 3.07
121029 4o 0as

3.90
3.37 329233 434

L 058 199
193.050 M
_,.JU"\ e Pl Mo M

248.961

1734

24-Mar-2014 23:00:37
1: TOF MS ES-

130°C604- MEig =
6.45
182. 98? 132 937

..._-._.,....——-..\.,.-—r

0 et P e aansiss

T R TY T T
0.50 1.00 1.50 2.00 2 50 3 00 3.50 4.00 4.50 5.00

GRAB R A EE e L a s ma R

ULE RARES Ra2

T
5.50 6.00 6.50 7 OO

kinoko| 6_1_naga_measure 1: TOF MS ES-
100 28 130°C305-4RE#% 5"
18? 096
= 1.99 3.15 232 434
0.58 167 035 737 249 139 4.88 6.78
112,985 21 050 Mﬂ 313,240 182,988
0 ey LS
i T TR T T T a3 : T 17 LIvAT] ! rI i | Bl T LELAD T T T T
0.50 1.00 1,5[] 4 0 4.00 5.50 6.00 6.50 7.00
kinoko| 5_1_naga_measurei 1: TOF MS ES-
BPI
1001 307 _ BEREHY 5 504
253 187.097 190
= 0.8 208 121029 340 329233 A 4s8
248.961 201.112 Z 33237

217.070
N

1.00 1.50 200 250 3.00 3.50 400 450 500
kinoko| 1_1_nega_measure1

" A
O atas s e e na e L o Ll R st

5.50 6.00 6.50 7.00
1: TOF MS ES—

260 _ _ 2868 390 _ 428 556
il 237.076 ]| [ 163.039 329233 329.233 296 205 R FERBIEHE - 50e4
] 3.07 5.67
* 0.58 L2 1" 187.007 W
237.076 | 295227
112,985 9 L )
0 fia, ﬁ P ._. Mv&r. ", w\_._...ﬂ.-.p—_ W
1 Ll

T T T T T T T

0.50 1.00 1.50 2.00 2 50 3.00 3.50 4.00 4 50 5.00
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Soft-hydrothermal processing

LC/MS YV T K 20 LE 85 (140°C)

(Negative mode)

kinoko_9_1_naga_measure1 01:00:38

25-Mar-2014 01:00:38

kinokdy® 1 _naga measure1 1: TOF MS ES-
260 _ 307 _ o BPI
1003 237.077 ]| 187.097 3.90 140°C605 N & 5.50e4
241,167.034 337 329.233
ok o 217.221 102 I i spty 483 182 985 , &1
112.985 ¥ 13. <, 182,989
0 o \J‘J N MLQ "'\/«deimfu !"'lAJ lw_hﬁ s s
T T ) T 1 1 T T T
0.50 1.00 150 = 200 @ 250 = 300 @ 350 @ 400 450 = 500 = 550 600 = 650  7.00
kinoko| 8_1_naga_measure1 1: TOF MS ES-
0,
i 260 _ a7 140°C304 0B | Rk
231077 || 187,097 R
' 338 o
1 2.41:167.035 : 32924
* 067 0.75 N 193.050 242,139 488
12.985312.095  1.86;153.018
N b ! 313.237 e
C 1 1} L} 1 T 1 T L} 1 T T 1 T 1 T L} 1 T T 1 T I T 1 1 T 1 1
0.50 1.00 150 200 250 300 350 400 450 500 550 600 650 7.00
kinoko| 13_1_naga_measure1 1: TOF MS ES-
1004 3.07 _ BRI
187.097 S BEEEHE 55004
250 280 329231 413
=] 0.58 2.07 121.029 185.082 3.40 503.299 488 6.80
248.960 217.070 \ 201113 ¢ 3138 182.989
i 2 W
U L 1 T 1 T L 1 L T 1 T 1 T L 1 IA T 1 T I T T 1 T 1 1
0.50 1.00 150 200 250 300 350 400 450 500 550 600 650 7.00
kinoko| 1_1_nega_measure1 1: TOF MS ES-
260 _ _ 2868
100 237.076 | [ 163.039 329 233 325 233 295 223 FEEFEIEH - uOEJ
3.07
=] 249 _ 5.67
15965 237.076 [ 167.007 295 227
fis N }UL wf\-m 'LJH_..._._.__._ S
0 1 L Ll 1 L 1 Ll L 1 L | 1 T 1 1 Tlme
0.50 1.00 150 = 200 250 = 300 350 40 450 500 = 55 600 650  7.00

LC/MS 7 byk,%amiﬂttiﬁ (150°C)

(Negative mode)

kinoko_12_1_naga_measure1 04:00:28

25-Mar-2014 04:00:28

kinokdyi2_1_naga_measure1 1: TOF MS ES-
260 _ 3.07 _ BPI
il 237076 agroor | 150°C605 ANE 5 80cd
o g N 233,152,036 153 050 208 097 2:23:40 i il
248.960243.063 137 2.17:165.019 U JL\ j “JL ;0 182.989 137 9gg
5 . 141018 o ,ﬁ RN 31323 2989 1829
T 1 T T T Ll T T T L 1 L T T T 1
0.50 1.00 1.50 2.00 3.00 3.50 4.00 450 = 500 5.50 6.00 6.50 7.00
kinoko] 11_1_naga_measure1 o ﬁm‘l T% MS ES-
2 260 _ 307 _ 150°C30 BP
190 237.076 |{187.097 E 5.50e4
2.40:167.035 337 389
ES N 193.051 4.
¥ ! 1.9 B2 22139 488 553 6.83
. 211.061 313.238 299 202 182.989
0,
0.50 1.00 150 2.00 250 3.00 3.50 4.00 450 500 5.50 6.00 6.50 7.00
kinoko| 10_1_naga_measure1 1: TOF MS ES-
BPI
1007 3.07 BEEEHE 5 s0e4
187.097 389
413
2] Ga 234 259 340 329233 o a7 -
11;:“?‘35 162.035 121,029 201.113 £ 313&3 162.989 RS
c 1 T T ) 1 T ) T T T 1 T T T 1 T T T 1 T 1 1 T T 1
0.50 1.00 1.60 2.00 2.00 3.00 3.80 4.00 4.50 5.00 .50 6.00 6.50 7.00
kinoko] 1_1_nega_measure1 1: TOF MS ES-
260 _ _ 268 BPI
1003 237.076 T [ 163.039 - 233 T T2 320 FAEFEIEHD - <c
5] _ 307 567
& ¥ Sl 25???% | 187.007 'L_j \f"’ ‘ 295.227
A Lo ﬂ"iL'\u 'mww Llu y L .
0 T T T T T T T T T T T T T T T T | T T 1 Time
0.50 1.00 150 2.00 250 3.00 3.50 4.00 450 : 6.00 6.50 7.00
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Soft-hydrothermal processing

Cluster analysis (Cluster=4)
120.000 /jfgﬁﬁ%m
100000 / \L
T0E-.000 m\ . /;
BEREHL — s0000 // S
_-\\ UUUGU /
R S
E _‘\\ A‘/ 40,000
B — 20.000
a2 R\smm&
-100.000 50,000 E@gmﬁ wm/ 100.000 150.000 200.000
~40.000 7/
66.000 qbQ,‘
— YRR
80.000
E—XEH
BeNew Ael200 @e120-30 4e120-60 Ae130-0 ®e130-30 4 e130-60
Ae140-0 ®e140-30 4 140-60 A e150-0 ®e150-30 4 150-60
X.20 FERRODITE 7 T RE—FEITICESE 3 7 )V—T 12400 THE (Negative mode)
2.4.1.1 TFUAVREMORS O FBALLH L BER
S-Plot (Untreated = -1, Treated Severe = 1) 7 FJK% Jﬂlﬂtﬁi&,
zomme & | AT S i
! ._ et 151.0384m/z| 1237.0763mizl
= L
bl
"é 0.2 L] ' :..-.
E o . = 2 .
; 0 = : F I -
L BE AT mERS 2
: AT 2 DRI OB B IS2 5% DT —H— RS
06 ' s sl
-t et -
we Zifrﬁé?x
aof O & R ST gy
ﬁiﬁﬂo-uoz e e CoeﬂCSU{.:]Q(:'rea!edSeverevzuarzfealed) X Eﬂec:;uos S - Ea
X EEEOBLENS25%NDE—sEIT—h—iZfEELTHEL,
.21 S-—plot WD °— 7 2T (Negative mode)—Y 7 hKELBHEEHY b BEREHI 0D Hr k-

[RPERER ) THERSH) [ 7 B KBVLER RS )
(& DA b E L7z

£ T N—T

BT A5k En—T 77y FTHE, Splot
RSO 72 [EA NS B — 27 & FBAMESR pcorr; p>[0.975| THiH L7,
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Soft-hydrothermal processing
AR Tt L7z~ — 7 —IZ 20Tk, 3 H ERVEZEM OMERBREROW &L
— 7 (RXF) ZHOWTEbILrztEn- (F2(), @ ~Kb53R), £/o. BEEHI~—I—IZo

WTIE, @ —2  (BEEET) ICOoWTE ST EED T (R 6~3F 13 3H),
#.1 ~— b —{ERH (Negative mode)
“HAREH (V7 FABS B R) L EEEEHIO -

HA A B 15 Rl

Selected Peak Retention Time (min) Measured MW (m/z) Retention Time (min) Measured MW (m/z)
1 2.7458 135.0445 2.4871 281.1385
2 3.2818 163.0395 2.6786 327.1444
3 2.7632 I 151.0394 I 4.5135 521.3473
4 2.6828 163.0393 3.8089 509.3474
5 2.1717 165.0184 3.6491 537.3413
6 2.4027 167.0342 4.1308 523.3632
7 3.1175 I 177.0548 I
8 2.8489 179.0341
9 3.3753 193.05
10 2.4494 197.0447
11 2.6303 209.0451
12 2.6512 225.04
13 3.4029 223.0612
14 2.493 237.0762
15 2.6052 I 237.0763 I
16 2.3209 261.0876
17 2.7114 267.0866
18 3.7327 343.0822

#.2(1) BASH~—I —FEEOBERERFE (Nega, Posi [ZIHBDHSY)

Sﬂ::lked :;t:?r:?r:; Merans,l;red Elemen':aulscst}r:'lepnsiliun searchgtb?:z:::rdedm ass Possible structure
(Mass difference/mDa)

2 27632 J| 151.0294 | (1) CBH7C3 (-0.1) ()|  (4-Hydroxyphendlacetic acid S
(2) C6HBO3Na (2.3) (2) Hydroxy{phenvlacetic acid G\H\an
(3) C4H3NGO (2.6) (3) FHydroxyphenyl acetate @H,

7 31175 | 1770848 | ¢y|  cioHsos o4y () dl;ﬂ?@ﬁ";’ﬂ;:gﬁj;"‘a‘ﬂe e Ko,
(2) CBHINZ205 (3.7) (2) Diethyl flucromalonate: '“’kl’u"“
(3) C8H1003Na (2.0) (3) Ethyl oxolpheryl)acstate [gu
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Soft-hydrothermal processing
*.2(2) BHAEH~—I — B OBERRERHE R (Nega, Posi [ZIBDALS)

Selected | Retention | Measured Possible Hit compound

N N Elemental Com positien _
Peak |Time{min) miz (Mass difference/mDa) searched by measuredmass

Possible structure

15 28052 2310763 | (1) C12H1305 (0.0) (N 1,8-Diaminc—9,1 O—anthraquincne

(2) C13HIN4AO (-1.3) (2)| 15-Diamino=9,10-anthraquinons

(3)| C1MHION4CNa(1.1) |(3)| 26-Diamino—310-anthraquinone

ZIHOENTIX, i Lo — 2123t L, &S &, R Z FRICeFEEBHEE 2179 & & BT,
ChemSpider (b &M T —F N—A %R L LIEMBEITo7z, £, L7 MS B—21Txf L
MS 7 v~ MaELZ KA T VOERFITZ21To72, —HOE—2 %5 L L7 MSMS 5 17
W, EHERE D MS AT NV T T T A hRE— D E T T2,

#.3 AR~ — I —FEHOBERRESR (151.0394 n/z)

Fragment Pattern 24T [151.0394m/z
Mass differenceM/NELMERTN C8H703 IZDLVT
Possible structure daughter | intensity | mass rank ::ii bonds h score formula Fo;:n;;\a
Hs‘:\O 162.0439 841 152.0473 1 -34 0 2 0 CBHEO3 [ rnone
Ho 1610397 8174 |151.0395 1 02 0 1 0 CBHTO3 [ rone
137.0194] 908 137.0239 1 —-45 1 2 056 CTHBO3 CH2
136.0169 | 7565 136.016 1 -01 1 1 056 CTHA403 CH3
o 1350469 877 1350445 1 23 1 1 2 CBHT02 0
Possible structure daughter | intensity | mass rank :rarzi bonds h score formula fo;:n;‘a
1520439 841 1520473 1 -34 0 2 0 CBHBO3 | rnone
H 161.0397 ] 8174 |151.0395 1 02 0 1 0 CBHTO3 [ rone
Hm 135.0469 877 135.0445 1 23 1 2 05 CBHTO02 0
135.0469 677 130.0445 2 2.3 1 1 2 C8HT02 0
Fossible structurs daughter | intensity | mass rank ::ii bonds h score formula FD;T_FL;‘E
162.0439 641 162.0473 1 -3.4 0 2 0 CBHBO3 [ none
0 161.0397 ] 8174 |151.0396 1 0z 0 1 0 CBHTO3 [ none
OH 1350469 877 1350445 1 23 1 2 05 CBHT02 0
H 1350469 877 1350445 2 23 1 2 05 CBHT02 0
1350469 877 1350445 3 23 1 1 2 CBHT02 0
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Soft-hydrothermal processing
K. 4 BAERM~— I —BERHOBERTKR (177. 0548 n/z)

pal
Fragment Pattern 4 | 177.0548m/z
Mass difference D /NELFARETL C10HI03 [Z2DL\T
Possible structure daughter | intensity mass rank mass honds h score formula formula
error diff
HO 1770548 | 20042 | 1770552 1 -03 o] 1 o] C10H303 none
—H 182.0315 | 187383 |182.0317 1 -0.2 1 1 03 COHE03 CH3
t]
. . mass formula
Possible structure daughter | intensity | mass rank hends h score formula .
error diff
H 177.05458 | 20042 | 177.0952 1 -0.3 ol 1 ol C10H303 none
i I
Pogsihle structure daughter | intensity mass rank mass bonds h score formula orrr]ua
error diff
0 177.0540 | 20042 | 177.0852 1 0.3 0 1 0 C10HI03| nene
0 j
0
CH, 182.0315 | 187383 |182.0317 1 -0.2 1 1 1 COHE03 CH3

.5 FARRM~— I —FEHOBERRER (237.0763 m/z)

ral
Fragment Pattern fi# 237.0763m/z
Mass difference®/NEUMAREF C12H1305 [2D\T
Possible structure daughter | intensity mass rank mass bonds h score formula 'Form ula
arror diff
2380791 | 54468 |233.0841 1 -3 o] 2 0 C12H14035 none
a 2370759 | 388685 |237.0763 1 -0.4 0 1 0 C12H1305 nens
e =y 1840424 zoos [164.0472 1 49 3 3 2 coHsoa | caHso2
{1
o 164.0424 | 3096 164.0473 2 -49 3 3 2 COHE0I | CaHI02
éH. \j\:H 163 038 359438 | 16303585 1 035 3 2 2 CHHTO3 | C3HEO2
:]
163039 | 39430 |163.0385 2 -0.5 3 2 2 COH7OI | CAHE02
Possible structure daughter | intensity mass rank mass honds h score formula form ula
error diff
o oH 2380791 | 544688 |233.0341 1 -3 o] 2 0 C12H14075 none
2370750 | 388685 [237.0763 1 0.4 0 1 0 C12H1305 nens
Z 164 0424 3896 164 0473 1 —48 3 3 2 CHOH3D3 | C3H502
0 164.0424 3896 1684.0473 2 -448 3 3 2 COH303 | C3HI02
H,C 164.0424 | 3096 164.0473 el -49 3 el 2 COH80I | CaHI02
163039 39438 |183.0385 1 -0.5 3 2 2 COHYD3 | C3HED2
1H3 N 163,039 | 35430 |163.0385 2 045 3 2 2 COH7OI | CaHE02
CH. 163 038 359438 | 163.03585 3 —0.5 3 2 2 COHTOS | C3HEO2
Possible structure daughter | intensity mass rank mass bonds h score formula 'Form ula
arror diff
2380791 | 54468 |233.0841 1 -3 o] 2 0 C12H14035 none
Hsc\n 2370730 | 388685 | 237 0763 1 -0.4 o] 1 0 C12H13035 none
HO | 164.0424 3896 164.0473 1 -4.48 3 3 2 COH303 | C3HI02
1640424 3896 164 0473 2 -48 3 3 2 CHHBD3 | C3H502
164.0424 3896 1684.0473 3 -4.48 3 3 2 COH303 | C3HID2
163,039 | 35430 |163.0385 1 045 3 2 2 COH7OI | CaHE02
HC” Hy 163 038 359438 | 163.03585 2 —05 3 2 Z COHTO3 | C3HG02
163039 39438 |183.0385 3 -0.5 3 2 2 COHYD3 | C3HED2
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Soft-hydrothermal processing
.6 PR~ — I —RAOEERRBERO

BEEh AT —A—ZHEOBERRBERD

Selected | Retention | Measured Possible " Hit compaound )
- Elemental Composition Possible structure
Peak |Time{min) miz ) searched by measuredmass
(Mass difference/mDa)
1 24871 | 2811385 | (1)| C12HZ505S(3.8) |1 1.23.4-
Tetrahyd rebenze kltetraphene
3-Fluoro--[2-(1-
& CEHZINBO3S (-1.1) (2] pyrrelidingDethy -9 H-carbazole CQQ
(35)-2,3-Dimethyl-8-nitro-4- " y
6] C1SHZ105 (-0 .4) 3 phenyl-1,23 4- e I
tetrahyd roiscquincline
3-(2-Methoxy—10H-phenothiazin— ,,J‘u
2 26786 || 327.2444 )| (1) COHZ3NEOSS(-07) 1) 10y [N, N, 2—trimethyl-1- ,
propanamine E:CI:]’ e
G-{2-Hydroxy-3-[(2-methy-2-
- arepanyllamineJpropoxyl-3,4- n.(«.}{
& C13HZTOTS (-3.3) (21 dihydre—2(1 Hi-guinolinene m -
hydrochloride (11)
e
MN—(3,3 - Dimethoxy—4,4'~ )
(3) CieH2307 (0 0] (31 biphenyldivildiacetamide
o
> 4
#.7 Bt~ — 0 —BROMERIRE RO
£ 7 —h— EBR
BEIE I~ 7)) 3
Selected | Retention | Measured Possible . Hit compound
Elemental Composition Fossible structurs
Peak |Time{min} miz ; searched by measuredmass
(Mass difference/mDa)
4,4 41,3 5-Triazine-2 46—
! 45135 | 5213473 H{1) C30H4807 (-0.5) (1 trivlhris(N,N-diethylaniline)
21| czandasni00s 28 |(2) N,N'—Bis[a—(triethoxysiIIyDFlropy\]—
1.2—cyclohexanediamine
(6aR,10aR-3-16-Cyano—2-methyl-
2—hexanyl)-6,6,8-trimethyl— I
{3) |C26H50N403Nas {-2.8)] (3) §a,7,10,10a—tetrahydro—6 H-
benzolclchromen—1-yl 4-(4-
marpholinyl)hutanoate
2 57,5 Tetramethyl-2-(4,8,12— i e
4 ag0e0 | 5093474 | ()| C23HasN100S(25) [(1y| trimethyitridecyl=d A-dinvdro-2H- | M
chremen—fi—y| dihydrogen -, -
phosphate L
MN-[{1-Tridecanoyl-2—
(2} |C25H50N403Nas (-2.7)] (2) piperidinyDmethylllysinamide Mo Result
dihydrochloride
K=[1=Hydroxy-3-(4-morpholinyl)- Py _j“' )H B
@3y casHae0zs(21) |3 1-phenyl-2= S LA
propanyllhexadecanamide r"j
hydrochloride (11)
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Soft-hydrothermal processing
x.8 PG~ — I —RAOEERBERO

BRI —H—ZEOBERRERO

Selected | Retention | Measured Fossible . Hit compound
Elemental Composition Possible structure
Peak |Time{min} miz A searched by measuredmass
(Mass difference/mDa)
HO, CHy
HO.
(11E,13E)-6—{4 5-dihyd roxy—4 fi-
dimethyktetra hydropyran—2-
5 agae1 | sazama l| (11| cosnsonsoNass 2.y (1y]  ¥WervT 18-diethyl-d-hydraxy-
55,13,15—tetrameathyl-1-
oxacyclohexadeca—11.13-diene-
2,10-dicne
(2)| C2BHS3IN20552 (1.7 |12} Mo Result
(3)| C27H49NBOSZ (04) |13} Mo Result
g 41308 5233632 (1) C26H4TNBOS (2.4) (1) MNo Result
(2} C28H520TMa (2.1)  |[(2) No Result
(3)| C28H48N403Nal08) |(3) Mo Result

#.9 Bt~ — I —BEROBERFEE R (281. 1385 n/z)

Fragment Pattern 4T

281.1385m/z

Mass difference /NS AR C15H2105(2DLNT

Possible structure daughter | intensity mass rank mass honds h sCcore formula 'Form ula
arror diff
m,wn 2311381 [ 33162 2811385 1 02 1] 2 a C13H2105 none
Posszible structure daughter | intensity mass rank mass honds h sCcore formula 'Form ula
arror o iff
2311391 [ 33162 2311388 1 02 o] 2 0 C13H2105 none
163.1128 1895 1683.1123 1 04 3 2 2 C11H1501 [ C4H504
i |
Posszible structure daughter | intensity mass rank mass honds h sCcore formula ormua
arror diff
HO._OH 2821412 5296 282 1467 1 -55 1] 2 a C13H2205 none
tl
ZM 2311381 [ 33162 2811385 1 02 1] 1 a C13H2105 none
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Soft-hydrothermal processing
K. 10 BEEM~—I —RAOHERKHER (327. 1444 n/z)

Fragment Pattern 4T
Mass differenceD/NSUMERERE C16H2307 [T T

327.1444m/z

Possible structure daughter | intensity mass rank mass honds h score formula form ula

error diff

3271454 [ 5051 3271444 1 1 0 1 0 C16H2307 none
¢ 2411088 [ 5678 |241.1078 1 1.2 2 3 2 C12H1708 | C4HE02

= i

/ i}\"rm 2411088 [ 5678 |241.1074 2 1.2 2 3 2 C12H1705 | C4HG02
el a 2411088 | 5678 [241.1078 3 1.2 2 3 2 C12H1708 | C4HE02
2411088 [ 5678 |241.1074 4 1.2 2 3 2 C12H1705 | C4HG02
Possible structure daughter | intensity mass rank mass honds h score formula form ula

error diff

o, 3271454 6051 327.1444 1 1 0 1 0 C16H2307 none

J) 231.1391 5628 |2381.138% 1 0.2 2 d 15 | C15H2105 | CH202

] £31.1351 6628 | 281.1385 P 02 2 3 15 | C15H2105 | CH2O2

o £31.1351 6628 |281.1385 3 02 p 3 15 | C15H2105 | CH2O2

J 2831288 [ 3036 |263.1283 1 04 ] 2 2 C13H1804 | GH403

Ho* “OH 2631288 | 3036 [283.1283 2 05 3 2 2 C13H1804 | CH403

B 2831288 [ 3036 |263.1283 3 04 ] 2 2 C13H18904 | GH403
Possihle structure daughter | intensity mass rank mass honds h score formula forrrwub

error diff

3271454 6051 327.1444 1 1 0 1 o] C16H2307 none
231.1391 6628 |281.138% 1 0.2 1 0 1 C19H2105 | CH202
- 231.1391 6628  |281.13385 2 0.2 1 a 1 C15H2105 | CH2O2
o 2631288 3036 2631233 1 05 2 -1 15 | C15H1604 | CHAG3
] on | 2631288 | 3038 263.1283 2 0.5 2 -1 15 | G15H1804 | CH4G3

Hd
¢ 2631288 3038 263.1283 3 0.5 2 -1 15 | G159H1804 | CHAG3
2631288 3034 263.1283 4 0.5 2 -1 15 | G15H1804 | CH4O3
2411088 | 5673 [241.1078 1 1.2 1 2 1 C12H1705 |C4HEO2
—FH — N b
K. 11 B~ — I — B OBERRER (521. 3473 n/z)
ral
Fragment Pattern fi# 521.3473m/z
Mass difference®/NEUMAREF C30H4907 (2D

Possible structure daughter | intensity mass rank mass honds h score formula ‘Forrlnula

arror diff

5223508 | 3860 5223557 1 -43 o] 2 1] CI0HS0C7 none

5213468 | 10285 5213478 1 -08 a 1 1] C30H4807 none

4753434 903 4793423 1 1.1 3 4 2 C20H47015 | CH2O2

4753434 903 4753423 2 11 3 4 2 C29H4705 | CH202

4753434 903 4793423 3 1.1 3 4 2 C20H47015 | CH2O2

4753434 903 4753423 4 11 3 4 2 C29H4705 | CH202

4753434 905 4753423 5 11 3 4 2 C28H4705 | CH2O2

4753434 903 4793423 g 1.1 3 4 2 C20H47015 | CH2O2

4753434 905 4753423 7 11 3 4 2 C28H4705 | CH2O2

4753434 903 4793423 8 1.1 3 4 2 C20H47015 | CH2O2

4753434 903 4753423 8 11 3 4 2 C29H4705 | CH202

4753434 903 4793423 10 1.1 3 4 2 C20H47015 | CH2O2

4753434 903 4753423 11 11 3 4 2 C29H4705 | CH202

4753434 905 4753423 12 11 3 4 2 C28H4705 | CH2O2

4753434 903 4753423 13 11 3 4 2 C29H4705 | CH202
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Soft-hydrothermal processing
.11 M~ — I —ERHOBERFRHR (521.3473 n/z) (D3%)

Passible structure daughter | intensity mass rank mass honds score formula 'Forrfwula
Srror diff
5223508 | 3860 5223557 1 -43 o] o] C30H3007| none
5213468 | 10285 5213478 1 -08 a a C30H4807| none
4753434 903 4753423 1 11 1 1 C20H4705| CH202
Paossihle structure daughter | intensity mass rank mass honds score formula 'Forrfﬂula
Srror diff
5223508 | 3860 53223557 1 -43 0 0 C30H3007| nene
52134858 | 10285 5213478 1 -08 o] o] C30H4807| none
4753434 903 4753423 1 11 1 1 C20H4705| CH202
4753434 903 4793423 24 1.1 3 2 C20H4708| CH2G2
4753434 905 4753423 35 11 3 2 C20H4705| CH2G2
4753434 903 4753423 40 11 3 2 C20H4705| CH202
4753434 903 4793423 48 1.1 3 2 C20H4708| CH2G2
4753434 905 4753423 33 11 3 2 C20H4705| CH2G2
4753434 903 4753423 32 11 3 2 C20H4705| CH202
—FH— N b
K. 12 B~ — I — B OBIERRRER (509. 3474 n/z)
ral
Fragment Pattern fi# 509.3474m/z
#HRESE C33H4902S 22T
Possible structure daughter | intensity mass rank mass honds sCcore formula 'Form ula
arror o iff
5103517 2245 5103532 1 -15 1] 0 |C33H300251| none
508.3503 7346 505.3453 1 3 1] 0 |C33H480281| none
daughter | intensity mass rank mass bonds score formula ‘Form ula
arror o iff
5103517 2245 510.3532 1 -15 o] 0 |C33H300251| none
305.3503 7346 505 .3453 1 5 1] 0 |C33H480251] none
X X mass formula
daughter | intensity mass rank bonds score formula )
arror o iff
5103517 2245 510.3532 1 -15 o] 0 |C33H300251| none
509.3503 7346 509.3453 1 il o] 0 |C33H4%0251] none
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Soft-hydrothermal processing
#. 13 B~ — I —EH OB EREGR (637. 3413 m/z, 523.3632 m/z)

Fragment Pattern f#4T

537.3413m/z

No Result
Possible structure daughter | intensity | mass rank :22? bonds h score formula fOLTF;”a
\
T—HR—2 L T
(RIS ]
HETHEEM |
s \
7J
Fragment Pattern 247 | 523.3632m/z
No Result
Possible structure daughter | intensity | mass rank :22? bonds h score formula fo;rir:c;jla
— |
F—HR—R L[ T
HEFE BRI I
A Py
BE j—gﬂ: & \\\
—|

237.0763m/z @ LC/MS Zp#raf & L TX. 22(1),
Oy A AVERER AT (RS - BERE) (2 L0 BRI THIH L7z~ — D —IZ oW TS BT 2 E D 7= (1X. 23
~I[X.25 ZfR), T, BEETHU~— B —lZ oW T H, FRRICEIT 2 ED - (K. 26~[X. 31 /),

kinoko_1_1_nega_measure1 17:01:14

24-Mar-2014 17:01:14

kinokdy4_1_naga_measure1 Sm (Mn, 1x2) 1: TOF MS ES-
9 FAN 237.076 0.0500Da
1001 120°Ce0% 3 505
Area, Heiaht
261 Time Height Area  Area%
] 237.076 249 3606 9132 1259
534.015 261 24472 63402 8741
24472
0 T L} T 1 Il 1 T T T 1 T 1 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 3_1_nega_measure1 Sm (Mn, 1x2) 1. TOF MS ES-
100 120“‘030/73\ 237.076 0.05
Area
261 Time Height Area  Area%
ES 237.076 249 2884 7281 1199
534 244 261 19819 53424 88.01
19619
O T L} 1 Il 1 T T T 1 T 1 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 2_1_nega_measure1 Sm (Mn, 1x2) 1: TOF MS ES-
| B FZih 237.076 0.0500Da
100 0 3.50e5
Area, Height
261 Time Height Area Area%
ES 237 077 261 2447 6713 100.00
67.135
2447
C T T 1 T T T T T 1 T T 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 1_1_nega_measure1 Sm (Mn, 1x2) 1: TOF MS ES-
- 237.076 0.0500Da
1007 261 FIETESH 3.50e5
237.076 Area, Height
3090.246 Time  Height Area  Area%
LIS 109570 249 19312 50486 1356
261 109570 303025 81.39
2.49.:237.076;504 ssw.wagl 5 7178 188.0¢ )
0 T T T 4 T T T T T y Time
1.00 2.00 3.00 4.00 5.00 6.00 7.00
X]. 22(1)

QINTRT LI, V7 FKBVLBIZ X0 2 b LTopk

kinoko_5_1_naga_measure1 21:00:38 24-Mar-2014 21:00:38
Kkinokd¢7_1_naga_measure1 Sm (Mn, 1x2) o N 1: TOF MS ES-
130°Ce07 237.076 0.0500Da
1007 3.5085
Area, Heiaht
261 Time Height Area  Area%
ES 237.076 249 4942 12563 1153
931.267 261 35080 93127 8543
35080 268 1326 3313 3.04
0 T 1 T 1 T 1 1 T i
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 6_1_naga_measure1 Sm (Mn, 1x2) 1: TOF MS ES-
9 FAN 237.076 0.0500Da
100+ 130°C30% 5008
Area, Heiaht
261 Time Height Area  Area%
] 237.076 249 3757 94T 1.77
709.606 261 27140 70961 8823
27140
0 T T - T T T T T T 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 5_1_naga_measure1 Sm (Mn, 1x2) 1. TOF MS ES-
237.076 0.0500Da
100 BT 3.60e5
Area, Heiaht
260 Time Height Area Area%
- g
ES 237 075 260 2706 76.55 100.00
76.551
2706
O T T T T T T T T T 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 1_1_nega measure1 Sm (Mn, 1x2) 1: TOF MS ES-
237.076 0.0500Da
100+ 251 FiEFEIE M 3.5085
237 076 Area, Heiaht
3030.245 Time  Height Area  Area%
ES 1095?0 249 19312 50486 1356
261 109570 303025 81.39
2.49;237.076‘504.861:1931%{ 268 7176 188.08 505
0 T T T 4 T T T T T y Time:
1.00 2.00 3.00 4.00 5.00 6.00 7.00

V7 bKBMLERIZ K 0 BAE LTSy (237.0763m/z) DL
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Soft-hydrothermal processing

kinoko_13_1_naga_measure1 05:00:16

25-Mar-2014 05:00:16

kinokdy®_1_naga_measure1 Sm (Mn, 1x2) N 1. TOF MS ES-
140°CB0 5 237.076 0.0500Da
1007 3.50e5
260 Area, Heiaht
237.077 Time Height Area Area%
# 1773791 249 10391 26652 12.66
65021 260 65021 177379 8423
267 2322 65.59 3N
C T 1 T 1 T T T T T T T T T 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 8_1_naga_measure1 Sm (Mn, 1x2) . e 1: TOF MS ES-
20 140°C30% 237.076 0.0500Da
1007 3.50e5
Area, Height
261 Time Height  Area Area%
& 237.077 249 6460 16423 12.07
143.723 261 42665 114372 84.06
42!185 268 1953 5272 387
c 1 1 T 1 1 T T T T T T T 1
1.00 2.00 3.00 4.00 500 6.00 7.00
kinoko| 13_1_naga_measure1 Sm (Mn, 1x2) 1: TOF MS ES-
_ far 237.076 0.0500Da
100 FEis it 3.50e5
Area, Heiaht
<] 260 Time Height Area Area%
- :
237,076 260 2141 5851 10000
58 506
2141
c T 1 T 1 T 1 T T T T T T 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 1_1_nega_measured Sm (Mn, 1x2) 1: TOF MS ES-
100- FIEEFEIEH 237 076 n,naﬁnsggg
261 o
237 076 _ Area, Heiaht
303(5 245 Time Height Area  Area%
+q 109!;70 249 19312 50486 13.56
261 109570 303025 8139
2,49;23?,0?5:504,881:1931% l 268 7178 188.08 505
o T T T T 4 T T T T T T \ Time:
1.00 2.00 3.00 4.00 5.00 6.00 7.00

. 22(2)

kinoko_10_1_naga_measure1 02:00:28

25-Mar-2014 02:00:28

kinok®y32_1_naga_measurel Sm (Mn, 1x2) 1: TOF MS ES-
° FAN 7.07
100+ 150°Ce0 % 237.0 60.0;%%22
2.60 Area, Height
237.076 Time Height Area  Area%
B 2532.620 249 14384 36487 1229
88685 260 88685 253262 8532
l; 67,163.039;70.976;2612 267 2612 70.98 2.39
0 A
100 200 3.00 400 500 6.00 7.00
kinoko| 11_1_naga_measure1 Sm (Mn, 1x2) 1: TOF MS ES-
o 237.076 0.0500Da
100 150°C30% 35085
260 ) Area, Heiaht
23?' 076 Time Height Area  Area%
By 1646.233 249 9261 24497 1251
601.?6 260 60176 164623 8404
268 2261 67.65 345
G T T T T T T i T 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko)| 10_1_naga_measure1 Sm (Mn, 1x2) 1. TOF MS ES-
237.076 0.0500Da
1007 FEAE 1 3.50e5
Area, Height
260 Time Height Area Area%
LIS 237 075 260 2654 66.33 100.00
66.333
2654
c T 1 T T T i T 1 1
1.00 2.00 3.00 4.00 5.00 6.00 7.00
kinoko| 1_1_nega_measure1 Sm (Mn, 1x2) 1: TOF MS ES-
100- FIEFEEH 237.076 0.0gﬂsgtelg
2327'80175 Area, Heiaht
3030 246 Time  Height Area  Area%
Ea 109570 249 19312 504.86 1356
261 109570 303025 8139
2.49;237.076:504 861:19312 268 7178 18808 505
0 T T T T + T T T T T T T y Time
1.00 200 3.00 4.00 5.00 6.00 7.00

V7 bAKRBGLEIZ L0 B LTSy (237.0763m/z) O LR

(Negative mode)

FARHAICHE LR T ERCLER OB —r 2~——L LT, V7 MKBEWBIZ LY E
b UT=pi5y 2 ALBRRREE (IR - BER) 12X VXL 23 B 25 IZBWTHERT D, ZNHIEE O 28T
HEINTWE CREZREOWENEHV) Tho T, V7 MRKEWH CTHAFRRRYE ORI T 5,

(LT, REEFERHIT DR TH Y | AEERER 0 /01 [HEREH) Th D,)
> AR (V7 hKBT b R) BEOWME (RHERVEERSO—EE—7)

700

151.0394 m/z

Error Bar : =0/2

600

500

400

300 -

200 -

100 -

Rigig
.23

130°C

120°C

140°C

(FEFE : *151.0394 m/z 13 3=V v L RIEFHA)
41

150°C

0%
309
» 605

151. 0394 w/z*DY—JHEEZ T 7 (V7 FARBKIEIC X V8N4 5%) (Negative mode)



Soft-hydrothermal processing

400

Error Bar: ®=0/2

177.0548 m/z

350

300

250

m 0%
=305
m 605

200

150

100 -

50 -

O _
kKigig 120°C 130°C 140°C 150°C

X.24 177.0548 m/z DY —2JEFES T 7 (V7 hAKRBIEIZ X Y INT 543) (Negative mode)

3500

Error Bar: =0/2

237.0763 m/z

3000 -

2500 -

2000 -

m 0%
=305

1500 -
m 605

1000 -+

500 -+

RiztE 120°C 130°C 140°C 150°C

X.25 237.0763 m/z DY —2JEFES T 7 (V7 MAKRBSIEIIZ X Y EINT 54) (Negative mode)

[EVRR L AR RS R Chh Y S 72 B0 72 Bl 4y (Negative mode) 135. 0445 m/z, 163. 0393 m/z ", 163.0395
m/z, 165.0184 m/z, 167.0342 m/z, 193.05 m/z*, 179.0341 m/z, 197.0447 m/z, 209. 0451 m/z, 223.0612
m/z, 255.04 m/z, 237.0762 m/z, 261.0876 m/z, 342.0822 m/z, 267.0866 m/z ([T OWT bIAEEIC, AHE
FEEEHIZIE S &b EMFETHD, L LEDO IR THBE INTWE (REZFEDOWRESHY) Tho
T, V7 MKBAEECRA SN AR FTREZMEREOREN T N, (7T 74HK)

(FEFE : 7163.0393 m/z 137 v VBB L AEFE A, BLVV'193.05 m/z 1X7 = VT L RIEHEH)
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Soft-hydrothermal processing

BERFHMANRF A Ay D~ — 10— & LTV 7 MAKREVLERIZ L0 2840 U T2 iy 2 AL BRBREE (IR - IR§fHD)
(ZE V.26 2531 IR D, ZHDITASKAREMR T IT/AE Ly, L L& O 2R THIN
L8 (EBEW. (EWEOREEH V) ThoT, V7 MKEVUEE CREMREZRME TH D,
> BEESHUSRE OWE

Error Bar : 0/2
180

160
140
120
100
80
60
40
20
0 -

281.1385 m/z

mO0n

m 309

M 605

xEEE 120°C 130°C 140°C 150°C
X.26 281.1385 m/z DY —2ERES T 7 (V7 FAKBULEIC L 0BT 545) (Negative mode)

Error Bar: ==0/2

160

521.3473 m/z

140

120

100
mon
80

m 305
60

605

40
20

0 :
Xxixtg 120°C 130°C 140°C 150°C

.27 521.3473 w/z DY —Z7EES T 7 (V7 FAKBMMIIZ L VIR BEE4) (Negative mode)
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Soft-hydrothermal processing

100
90
80
70
60
50
40
30
20
10

0

. 28

80
70
60
50
40
30
20
10

. 29

Error Bar: =0/2

327.1444 m/z

Kixig 120°C 130°C 140°C 150°C

0%
309

M 6045

327.1444 m/z DY —J7 BRI 77 (V7 FKBULEBIZ L VBT 5%) (Negative mode)

Error Bar: ==0/2

509.3474 m/z

Kixig 120°C 130°C 140°C 150°C

=05
m30%

" 6057

509.3474 m/z DY —J7 BRI 77 (V7 FKBULEBIZ L VBT DR%) (Negative mode)
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Soft-hydrothermal processing
Error Bar : =0/2

537.3413 m/z
300

250
200 m o
150 _ =305
100 =605
50
0 : ; ;

XKixrE 120°C 130°C 140°C 150°C

350

.30 537.3413 w/z DY —ZEES T 7 (V7 FAKBMMIIZ L VIR T BREE4) (Negative mode)

Error Bar : =0/2

523.3632 m/4

90

70
60
50
40
30
20
10

0%

m 305

M 6045

KixtE 120°C 130°C 140°C 150°C

.31 523.3632 m/z DY —ZEES T 7 (V7 FAKBMMIIZ LV IBADTBREE4) (Negative mode)

V7 RKEVLERZ I AL U TRy OALEREREE GRE - EfH) (I K AT VW T, VT RKEV B
BAOIKRGRERICED ) F = 200 L, EOZOAFICKERY) V=V REFHRE ) ~v—
WAERISNDZ L (K.23-25), BLOY 7 MKET a2 OMHBREERIC LY ZEDE, BRWE &
B2 LD EHYE N BEERE (REE, R (Bl L ChRrEanz2 & (K. 26-31) MEIES T,
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Soft-hydrothermal processing

2.4.1.2 TFVRAVEMORD N REEFERH L BEESH

S-Plot (Untreated =-1, New = 1) *EE%*@.
10 EDEEE = ‘g.mﬂ Ol fE""!‘ @ O
08 "' . 237.0763m/z
06 3152529m/
- 313.2374m/z
0.4 -
£ r 2932117m/z
® 02 [
g ..
S o0 e
- | BE - i WEHS — 58
2
04 - -
Ay
" Tl
08 " af
" = Gk | EORERE B
0.002 0.001 0.000 0.001 0.002 0.003 0.004 0.005 0.006 0.007

X]. 32

#.14 ~—Kh —FEm Neg

Selected Peak Retention Time
1 2.6809
2 2.6828
3 4.0449
4 2.493
5 2.6052
6 2.7114
7 4.6616
8 3.2017
9 2.9262

10 5.8499
11 5.7118
12 5.6732
13 5.054
14 4.9546
15 5.3131
16 3.7234
17 2.3429
18 4.3525
19 4.2421
20 3.9012
21 3.7008
22 3.6995
23 3.6995
24 3.9249

CoeffCS[2](UntreatedVSNew) (X Effects)

S-plot W¥RD & — 7 Zfi#tT (Negative mode) —REEFEEIHL GEHEHEHL) & BEREHiO LB

R (B RH) L BEET o -

ative mode)

RiRfEE A Bt
(min) Measured MW (m/z) Retention Time (min) Measured MW (m/z)

119.0499 3.1475 173.1175

| 163.0393 | 2.3121 171.0658
207.1033 2.8068 185.0812
237.0762 3.4936 187.1329
237.0763 3.2824 199.0967
267.0866 3.4011 201.1125
287.2227 2.4301 239.092
279.0859 2.7658 263.1283
293.1031 0.7535 312.0945
293.2114 4.5135 521.3473

| 293.2117 | 4.1322 503.3002
295.2267 4.1308 523.3632
311.222
313.2374
315.2529
327.2169
319.1178
329.2326
329.2323
329.2328
439.244
403.2688
449.2744
793.4361
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Soft-hydrothermal processing

REPEFERE TR L7e~— I —I2B1F 5, AT ERTVE—RO@MEFT—H LY —2 (RIXF) I
DNWTE BTN DT (R 16~K 22 BW), Fiz, LRSS VS A 4L OMEIZHESL) BEho
Ay (BIXFERN TAR) IZOWTHREBRICHEIT 272 (R 19(1) ~(2) ),

£. 156 R~ — 7 —EM OB ERBHER (Negative, Positive ([ZFHBDRKS)

Selected | Retention | Measured Possible - Hit compound :
Peak | Time(min) miz Elemental Com positien searched by maasuredmass Puossible structure
(Mass difference/mDa) - Y
5 26052 | 2270763 | (1| ©12H1308 (©0)  |(1)| 1.8-Diamino-9,1 D-anthmduincne 98@
I
(2) C13HIN4O (-1.3) (2)| 1.5-Diamino—8,10-anthraquinone
@] criHoNgoNa(1 1) | @)| 26-Diamino—9,10-anthraquinens @i}’"
2-2—[4+(2 4 4 Trimsthyl-2— g
11 57118 | 2932117 | (1) C18H2903 (D0) (1| @ o L ] p
H
N N-Dirre thyl-3—2—mesthyl-1 - o
(@ | ©16H3003Na 24) [(@)| phenv—2.5—dihydro—1 Heiscindol—1- &@
Wil —proparamine 4
N.N-Dime thyl-3~1 -methyl-3- .
(3 C14H25NBO (2.7) (3) phemy=2,3—dikhydro—1 H-indol-3-
Wil —proparamine {
. Possible )
Selected | Retention | Measured - Hit compound :
Peak | Time(min) miz Elemental Com positien searched by maasuredmass Puossible structure
(Mass difference/mDa) - Y
14 49543 3132374 (N C7H29N12S (1.5) ) 1 2—Ethanedi dioctanoats Sanas
(2) C4H25N160 (-2.3) |(2) Dioctylperowvanhydride ey
MNM-Dimethyl-2—2-[21- e
(3)| C11HIANGO2S (-1.2) | (3) | piperdirmd)ethyl -1 H-tenzimidazol—
1=yl —propanamine
4~{2-Methyl-2-propsny)-1 1 - X
18 53131 3152529 L (1) C18H3504 (-0.6) (1) bis[(2-methy-2—
propanyl) peroxy]cvclohexans Ho—f—cH,
,“v‘rﬂ‘
1 33-01 3-Propenedividi-4.1- ~
@ C1SH3 N4 ¢-2.0) @ piperidinediv)dipropanenitrile (](,
{
(3 C17TH32N4Na (04) | (3)| 910-Dihvdroxyoctadecarncic acd
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Soft-hydrothermal processing
¢ ORBEREESHLN D 237. 0763 m/z IXRHR O FAEMMO B — 7 15 L[EEE (F 1, £20@), £55MH)

. 16 R~ — I —EHOBERRESER (293.2117 m/z)

Fragment Pattern 24T 1293.2117m/z
Mass difference/NELVERLEE C18H2903 [ZDULNT

Possible structure daughter | internsity | mass rank mass bonds h sCore formula forrlnu\a
error diff
[
il 28942136 8200 29421390 1 il 0 B 0] 18H3003 none
!j 2932112 4eabz (2932117 1 —05 0 1 8] C18H2303 none
Possible structure daughter | internsity | mass rank Thage bonds h sCore formula forrlnu\a
error diff
2942136 8205 |2942195 1 b 0 & 8] C18H3003 none
,.,_’W\‘MJW'\A.
293212 4eghz (2932117 1 il 0 1 o] C18H2303 none
Fossible structurs daughter | intensity | mass rank Hiess bonds h score formula FDFF.HU‘E!
error diff
OH 2942136 8205 |2942195 1 weli 0 i o] C18H3003 none
OH
2932112 4e6bz (2932117 1 milsl 0 1 8] C18H2303 none

#2. 17 REfEH~ — b —EMOBERRER (313.2374 n/z)

Fragment Pattern f&#T [313.2374m/z

No Result
Possible structure daughter | intensity mass rank mass bonds h score formula for'r"nula
error diff
F—HR—Z T
[<HE MRS — |
BETHEEY —
\

[Hit compound searched by measuredmass] (ZRVMTIiX, 315.2529m/z LMD H 2/{bE5WN b
Yy RLTWHZENDL, RIBDOLHIIZHERILEM THLZ LB L BND,
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Soft-hydrothermal processing
K. 18 RiEfEEH <~ — b — A OB ERRER (315. 2529 n/z)

Fragment Pattern 24T |315.2529m/z
Mass difference/NELVERLEK C18H3504 [ZTDULNT

Fossible structurs daughter | intensity | mass rank MEES bonds h score formula forrtnu\a
error diff
3162662 BE923 3162614 1 i 0 2 8] C18H3504 none
3152029 | 273837 |3102630 1 il 0 1 o] C18H3004 none
JL/\/\/\.A/\/\/\/"

' 297248 2166 297243 1 1.8 1 o] 05 | C18H3303 Hzo
2arzd1n| 2155 297243 ? e 1 o] 05 | C18H3303 H20
2e724B ) 2186 297243 3 st B 1 8] 05 | C18H3303 Hzo

Possible structure daughter | internsity | mass rarnk mass bonds h sCore formula forrlnu\a
error diff
. 3162002 DD983 3162614 1 -0z 0 2 o] C18H3004 none
3152529 | 273837 |3162535 1 08 0 1 o] C18H3504 nahe
27240 2166 297243 1 -15 1 o] 05 | C18H3303 Hzo
297z48) 2180 297243 Z -150 1 o] 05 | C18H3303 Hzo

Possible structure daughter | intensity mass rank mass bonds h score formula forr:nu\a
error diff
3162582 | 55983 3162614 1 52 0 2 o] C18H3804 nahe
3152529 | 273837 |3162535 1 08 0 1 o] C18H3504 nahe
27 z2d1n | 2155 297243 1 -15 1 o] 05 | C18H3303 H20

. 19(1) REMEEH~— I —REOSLERyOBERTER O

Selected | Retention | Measured Possible Hit compound

) : Elemental Composition
Peak | Time{min) miz (Mass tifferance/mDa) searched by measuredmass

[o]
CSH703 (-0.2) )| 2-Oxo3-phenyipropancic acd HOJ\H/\@

HiCo 0
(2) C7HBO3Na (2.2) (2) A-poetylbenzoic acid é
o]

A-Oratrioydo[B.2 1072 5 dec—8— o
(3) C4H7N205 (3.8) (3) ono-35-dions

Possible structure

2 26623 163.0393 § (1

—

4 2493 2370762 (1) C13HINAO (-1.4) (1| 1,8-Diamino—9,10-anthraquinons

(23| C12H1305¢0.1) | (2| 1.5 Diamino310-anthacquinons IO
|

(3| C11H1ONONa (1.0) @) | 26 Dismire-9,10-anthraquinons X

—
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Soft-hydrothermal processing
#.19(2) REMEEH~— I —BREDOLENR T OBEREHE ©

welaciad | Fetention | Massured ElemenT:lsCs:,:pnsilion Hi eampound Possible structure
Peak | Time(min) miz (Mass difference/mDa) searched by measuredmass
(18,355 3bR 5aS,1 0aS,1 068 1 248)-
11081 2a—Trimethyl—
20 s fesseae | eikkee i R e e
cyclo pental7,8]phe rarthro[2,3—
clll 2 5]loxadiazol-1 —ol
N MN-Disthy-2-{2-{2{4-
(2) C16H3405Na(2.4) | (2) morphaliny)eth - H-
berzimidazol-1 ~lethanamins
3 Dibutylaming methnd -7-
(3)| C17H3ON4ONa (1.1) | (3) methoxy—2—methv—4—auinalina|
(15,3a5,3bR 5a5,1 (s 10K5,12a5)-
11081 2a—Trimethyl—
19 42421 |@292323 | (1)| ©18HAOS(DS) [(1y[ %NSl bINIZIZe
cyclopental? 8lpheranthrol2 3-
cllt 2 Bloxadiazol-1-ol
N MN-Disthyl-2 {224
(2)| C17H3ON4ONa (0.6) | (2) morphalinyl)ethd - H-
benzimidezol-1 —dletharamine
3-[(Dibutvlamino)mathyl ]-7— n.("‘-"“wf‘“'fl:i‘l o
(3) C16H3405Na (1.9) | (3) bt o e ARl i HE'D‘ it
K. 20 R~ — 0 —EMOBERKHBR (163. 0393 n/z)
Fragment Pattern 24T [163.0393m/z
Mass difference D /PELVRREZ CIHTO3 IZDULVT
Possible structure daughter | intensity | mass rank mEss bonds h score formula b@ula
arror diff
1640428 14908 [164.0473 1 -44 0 2 C9HBO3 hohe
1630395 154116 16303495 1 0 0 1 COHTOB none
HO 74 bH 145029 3797 146.029 1 0 1 0 C9HBO2 H20
1200631 108156 [1200575 1 -44 1 3 C8HBO1 [o:0p
1190496 | 132946 [119.0487 1 =01 1 2 CBHTO1 02
Possible structure daughter | intensity | mass rank mess bonds h soore formula FO”.“Ula
error diff
i
9 1640428 14908 [164.0473 1 -44 0 2 C9HBO3 none
« 1630395 154116 [1630395 1 0 0 1 CIHTO3 hone
Possible structure daughter | intensity | mass rank fmass bonds h soore formula formula
arror diff
HC R 1640429 14908 |[164.0473 1 -4.4 0 2 C9HS03 none
1630395 154116 [1630395 1 0 0 1 CIHTO3 hone
o oH 145 029 3797 145029 1 0 1 0 C9HR02 H20
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Soft-hydrothermal processing

.21 REMEMH~— b —EMOBERBE/HR (237.0763 n/z)
—Mass difference M/ X WS C12H1305 (2o T-

HE; %2(2) RE DM EEF

Selected | Retention | Measured Possible Selected | Retention | Measured Possible "
Elemental Composition

) : Elemental Composition ) -
Peak | Time(min) m/z (Mass difference/mDa) Peak | Time(min) m/z (Mass difference/mDa)

4 2493 | 237.0762 | (1) C13HON4O (-1.4) 15 26052 | 237.0763 | (1) C12H1305 (0.0)

(2| C12H1305 (-0.1)

RetentionTime ML, MY—HW—IEHDMSARIN LTSI A bI3—2 (2
FLENARLONT=T-6. BV EEREADREFZREHETESINT-,

#.22(1) KREEELH~— I —BEHOBERTEER (329. 2328 m/z 3 XU 329. 2323 n/z)

Fragment Pattern 24T | 329.2328m/z |5 &1 329.2323m/z
Mass difference® /NELVEREES C18H3305 [2DULNT

Possible structure daughter | intensity | mass rank :r?’zi bonds h score | formuls FO;TF;”E‘
3302361 | 996762 |330.2406 1 -45 0 2 0 |C18H3405 | none
3292327 |B137666 [329.2328 1 -0 0 1 0 |C18H3305 | none

2291434 913 | 229144 1 -06 1 2 1 Cl12H2104 [ CEH120

" Wv_\}.. 2111331 | 80858 2111334 1 —=Hhd Z 1 156 [C1E2H1903 [CEH1402

. S 2111331 | 80EBY [211.1334 2 -03 2 1 15 | C12H1903 |CBHI 402

2111331 | 80EBY [211.1334 3 -0.3 2 -1 2 C12H1903 [CEHI402

21113831 | 80859 [211.1334 4 -0.3 2 -1 2 C12H1903 [CEH1402

2111331 | 80%58 2111334 5} —03 Z -1 Z C12H1803 |CaH1 402

2111331 | 80%58 2111334 il —03 Z -1 Z C12H1803 |CaH1 402

2111331 | 80%58 2111334 7 —03 Z -1 Z C12H1803 |CaH1 402

1711018 31041 | 1711021 1 -0.3 1 0 1 CIHIBO3 |COHIB02

1711018 31041 | 1711021 2 -0.3 2 1 2 CIHIBO3 |COHIB02

1711018 31041 |171.1021 3 -0.3 2 1 2 CYHIBO3 |CIHIB02

1711018 31041 |171.1021 4 -0.3 2 1 2 CYHIBO3 |CIHIB02

17108 3104 111104 5} —03 Z 1 Z C9H1803 |CEHTB02

17108 3104 111104 il —03 Z 1 Z C9H1803 |CEHTB02
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Soft-hydrothermal processing
#.22(2) kg~ — I —FEMOBERBHE R (329.2328 m/z 3 LV 329. 2323 m/z)

Possible structurs daughter | intensity | mass rank ;”frzi hands h score | formuls FO;:”%"E‘
3302361 | 996762 |3B02408| 1 5 0 2 0 |otsrea05 | rons
3292327 | 5137665 | 3292328 | 1 01 0 1 0 |octsrez05| none

2201434 | 91713 | 220144 | 1 06 1 2 1 |c1zHe104 | cBHIZO

e 2111331 | sos59 2111334 1 03 2 i 15 | c12H1903 [C6H1402

RS Sl PYPIySSY s PSS R 03 2 1 15 | o12H1903 [o6H1402

2111331 | 80589 2111334 3 03 2 1 2 |ci2He03 [caHao2

2111331 | sos89 |2111334| 4 03 2 - 2 |o12mrs03 [osHa02

2111331 | 80559 2111334 5 4§35 2 o] 2 |o12Hrs03 [ceHao2

2111331 | 80559 2111334 6 03 2 . 2 |otzHre03 [osH402

2111331 | 8osE9 2111334 7 03 2 = 2 |et2me03 [caHaoz

171 1018| 3104 1711021 | 1 03 1 0 1| coHiso3 |coHigo2

1711018| 31041 1711021 | 2 03 2 1 2 | cors03 [oomisoz

1711018| 31041 [1711021| 3 03 2 i 2 | cornmoz |cornsoz

1711018| 3104 [1711021| 4 03 2 i 2 | coms03 |oornsoz

171.1018| 31041 [1711021| 5 03 2 1 2 | corso3 |oamisoz

1711018| 31041 1711021 6 03 2 i 2 | cornsoz |csarnsoz

Possible structurs daughter | intensity | mass rank ;”f‘;i hands h score | formuls FO;:”FLF"E‘
3292307 | 5137665 | 3292328 | 1 01 0 i 0 |o18H305 | rone

2291434 | 91713 | 229144 | 1 06 1 2 1 | c12Hz104 | C5HIZO

2111331 | 80889 2111334 1 03 2 i 15 | c12m1903 [csH1402

o |2111381 | BO50 |2111304|  2 §3 2 i 15 | c12H1903 [CsH1402

e 2111331 | 80559 2111334 3 03 2 1 15 | c12H1903 [o6H1402

2111331 | 8o5E9 2111334 4 03 2 = 2 |ci2mre03 [csHaoz

2111331 | 80589 2111334 B 03 2 1 2 |et2me03 [caHaoz

2111331 | soss9 |2111334| 6 03 2 - 2 | o12Hrs03 [osHao2

2111331 | 80569 2111334 7 03 2 1 2 |ci2Hre03 [osH4oz

2111331 | B05E9 2111334 8 03 2 1 2 |ct2me03 [caHao2

171 1018| 3104 1711021 | 1 03 1 0 1| comso3 |caHigoz

171.1018| 31041 1711021 2 03 2 1 2 | corso3 [omisoz

1711018| 31041 [1711021| 3 03 2 i 2 | cornmoz |cornsoz

1711018| 310w [1711021| 4 03 2 i 2 | coms03 |oornsoz

1711018| 31041 [1711021| 5 03 2 1 2 | comsoz [oomisoz

171.1018| 31041 [1711021| 6 03 2 1 2 | corso3 [oomisoz
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Soft-hydrothermal processing

AR O, 22(1), DR T LI, AT ERTZEB S DO—HE—7 Z2~v—T1—& LT, V7 hKE
VERIZ X0 B b U7 il 2 ALERSE R (IR - RefE) 12 & v REEfs M GEFRsH) AIChitt Liz~—7
—ZOWTE SRt 2D 7= (X, 33~[X. 35, 237.0763 m/z |4~ — T —E—7 15 & k%,
26 ZHR), INHIEZ O ZHIE CTHBEINTWE TH - T, V7 MRBEETEL L WI-EORETH 5,
> RPEFERGH GEERH) FrAOWE

400

Error Bar : =0/2

293.2117 m/z

350 -

300 -

250 -

= 0%
=305

= 605

200 -

150 -

100 -

50 -

0 - = I

KigiE 120°C 130°C 140°C 150°C

X.33 293.2117Tm/z DY—JHEBEI 77 (EOTEH BT L VEAD LY 7 bABULE CEL LRVERS)
(Negative mode)

2000

3132374m/z Error Bar : +0/2

1800

1600 -~

1400 -~

1200 -+

=0y
309

800 - m 605

1000 -~

600 -

400 -

200 -+

RiziE 120°C 130°C 140°C 150°C

.34 313.2374 n/z DY —ZJEET T 7 (V7 FMKRBMAEIZ X Y I 5H4) (Negative mode)
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Soft-hydrothermal processing

1400

Error Bar : =0/2

315.2529 m/z

1200 -+

1000 -+

800 -~

= 0%
=305

600 -
= 605

400 -

200 -+

0 - . e . m
Rixfg 120°C 130°C 140°C 150°C

X.35 313.2529m/z DY—JHEBEI T 7 (EOTEH B LV EAD LY 7 bABULEE CEL LRVERS)
(Negative mode)

TID DRFIEREMIEHICE DO Z O3 XL LTRA LIZaA X, 7ASEOMSy, T
DOLIENBEEZ NS, ZNNODOMSITEDOZAEBICIVHESNLINY 7 MK o ALY FH
EINDZ TR, L LEARIICIIREREHFIRRIC N DD I A X 7 ASHEOREREZIR
AT LD THAERMOFIZZALDMS NI Abitd Z &%, 207.1033 m/z, 287.2227 w/z,
293. 114 m/z, 311.222 m/z, 295.2267 m/z, 327.2169 m/z, 329.2323 m/z, 329.2326 m/z, 329.2328 m/z,
493. 244 m/z, 449.2744 m/z, 403.2688 m/z, 793.4361 m/z (ZOWTCHEEETH D (7T 7HIE),

RPEREEE T GRE M) I THIHE L7z~ — 0 —I2 oW CRERICIENT Z2 8 7=, X, 36 12 & D Z 3RS T
BINTWE CRERFORRMEDH D) ThoT, V7 FKBSLH TH NI A TREZR M E DR & 12
AT D, ZNLIFEOZEETHESNIWE CRERFOWEEDHY) Th-T, V7 FKEWLET
FAEFRERME OREE IR T 5,

Error Bar: £0/2

1600 163.0393 o | 237.0762 /z|
1400 | 163. m/z| co0 | . m
1200 -
400 -
1000 - lOﬁj\
800 - m 0% 300 1 =304
600 -
m 30% 200 Z\
400 - 607
200 - .6063~ 100 -
0 - 0 -
K$#EFE 120°C 130°C  140°C  150°C REEFE  120°C  130°C  140°C  150°C

Xl. 36 163. 0393 m/z, 237.0762 m/z D — 2 WES 5 7 (ZFDZEZICLVEDTENY 7 FkE
VBRI XV #I0R5) (Negative mode)
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Soft-hydrothermal processing

TN V= REFHREE / ~—0D 237.0763 m/z &FARIT 2 BB EHEREHILO D220 & O ZHFHIZfE
N5 DI TEARRNY (AFCA RCHEKT D3 AXT, VT, 7ASED WD HEHIRINY) |
REEHEE ) ~—EB20ND5, THDHITENM & U ClE s & R AR ) T L @ B RN
LTW5, 119.0499 m/z, 267.0866 m/z, 279.0859 m/z, 293.1031 m/z, 319.1178 m/z 2O\ T & [FAl4E
DEELEEZBND, (77 7E#K)

Fio, BEEEHIAl~— T —IZ oW T h, RERICHT 2 D72 (K. 37 28,
> BERGHRH OWE

350 140
171.0658 m/z Error Bar : £0/2

300 173.1175 m/z 120 /
250 100
200 0% g - =07
150 - 307 60 - 305
100 - =605 40 - = 60%
50 - 20 -

0 - 0 -

XK$#EFE  120°C  130°C  140°C  150°C XK#EFE 120°C  130°C  140°C  150°C

2(5)8 185.0812 m/z 100 187.1329 m/z
350 80
300 ~ N\ \
250 m07 60 - =04
200 - m305} 4 . 3059
150 - " 6045 " 607
100 - 20 -

50 -

0 - 0 -

XKi#EFE  120°C  130°C  140°C  150°C XK#EFE  120°C  130°C  140°C  150°C

.37 173.1175 m/z, 185.0812 m/z, 171.0658 m/z, 187.1329 m/z D — 7 WEES T 7 (2D Z#Es
WXL Y 7 bAKBILE CEL LR VWERS) (Negative mode)

_M%W X, EOZHETHINLEZWETHY ., V7 FARBYWBEETEL LW d D VI E IS N
BORETHD, ZRODVETORMELTND, ZIHIEEBRICHARM Tl o & FH%E, &
6Wiﬁ#uL®M%E&U%E%%ﬂLTV5_&iD\%@:@Eﬁ%ﬁ%@b&w%@&%%é
N5, 199.0967 m/z, 239.092 m/z, 201.1125 m/z, 263.1283 m/z, 312.0945 m/z, 503.3002 m/z (Z-D\>
TH RO AR R ST, FRRO R DR AT T 28 b5 B2 bND (V7 7HKK).,
%72 521.3473 m/z, 523.3632 m/z DEAFICOWTIE, BIRD Y 7 RKET vt 2 OFEAR L & BERE I
ZHE LT & D, 26 B X. 31 }:Hﬁ% CASRABEREL MU IZAFE LW A, L L& 0 Z 3B CHIMN
L7 (EFEY., REWEOTREEHY) ThoT, V7 MKEULFE CHRETRERWE L RETH -
7eo (77 751K)
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Soft-hydrothermal processing

2.4. 1.3 TFVAVEHMORIONT REFERH L BN

0.8

06

0.2

-0.0

-0.2

plcom)[1)P (Comelation)

-06

-0.8

S-Plot (Treated Severe =-1, New = 1)

FRigEGH

EOFEHEE & gmﬁ@amﬂmméhglkhix o
> 313.0374miZ
.
293.2117miz 315.2528m/z
a
2 A mEms in
L] .:.
- ‘-I.
315 1804miA A ]
'-l‘ \- I-
.é\‘-..
L] . 1 5 -
@ . r'IIHﬁIl_l!ﬂe] EOEEE &
-0.003 -0.002 -0.001 0.000 0.001 0.002 0.003 0.004 0.005 0.006 0.007

VMK R

X.38 S-plot M¥RD ™— 7 ZfEHT (Negative mode)
—RBETEIEH L BAREH (V7 MBS ok R) DHig-
SRR L AR (V7 KRBT vk R) Oik-

CoeffCS[2](New\/STreatedSevere) (X Effects)

#.23(1) ~—X—fEfE Negative mode)
REEFEEE (A
Selected Peak Retention Time (min)  Measured MW (m/z)
1 1.9826 203.0811
2 4.0449 207.1033
3 3.2382 259.0969
4 3.1701 263.1288
5 4.6616 287.2227
6 4.8988 307.1898
7 5.8499 293.2114
8 5.7118 | 293.2117
9 5.6732 295.2267
10 4.8352 311.2214
11 5.054 311.222
12 4.9546 313.2374
13 5.3131 315.2529
14 3.7234 327.2169
15 4.3525 329.2326
16 4.2421 329.2323

56

B AR
Retention Time (min)  Measured MW (m/z)

2.7458 135.0445
3.2818 163.0395
2.7847 159.1021
2.3584 159.0656
0.5431 158.9782
2.5481 158.0818
2.4027 167.0342
2.7233 173.0812
3.1475 173.1175
3.1175 177.0548
3.0698 187.0969
3.3753 193.05

2.4494 197.0447
2.5282 189.1127
3.4936 187.1329
4.3413 198.1486



Soft-hydrothermal processing

#*.23(2)

Selected P
17
18
19
20
21
22
23
24
25
26
27
28
29
30
31
32

< — b —fEfl (Negative mode)

REEFEIE A
Measured MW (m/z)

eak

Retention Time (min)
3.9012
0.6305
4.5624
3.7008
3.6995
3.6995

2.61
3.9249

329.2328
341.1085
357.2273
439.244
403.2688
449.2744
399.9146
793.4361

—SRIETEIEH & FAREM (V7 FAKE T ok R) OHik-

BAEmA
Retention Time (min)  Measured MW (m/z)

3.2824 199.0967
2.7752 205.0501
2.4812 203.0919
2.8031 217.1074
2.6512 225.04

3.4029 223.0612
4.3423 242.1389
2.918 261.1335
2.3209 261.0876
2.622 247.1181
2.8849 257.1497
2.7658 263.1283
3.6626 287.1495
3.8777 293.1509
4.1654 315.1804
3.7327 343.0822

REEFRRGEHAICTHIE L7~ — D —I2BiF 5, R ERTVE—FOWMGT—HLZE—2 (GFXF) I

DUNT, 293.2117 m/z 1E. BIRDZE. 14 © T~=—H —EH Negative mode)

ARG (R 55 )

ERERHOE-] v —7 11 IEETH D (R 14, £. 15, .16 M), [FAERIC 313.2374m/z 1L, &. 14

D = — B —{EHH Negative mode)

—REEMEE L GRFEERH) LB O] o —77 14 L@ T

bo (3. 14, £.15, £. 17 BM), £/, 315.2529 m/z 1%, FEEICFE. 14 D [~ — B —f5f# (Negative mode)
KRR B EH) LB O] o —7 15 @ ThHD (3. 14, .15, £. 18 BMH),

V7 FKBMLERETHUAI TR Lo~ — 1 —ICBIT 5, xRV E—RO@F T Lt—7 (F
3CEF) 315.1804 m/z IZHOWT., X LI A D 1=,

.24 V7 MKRBVLEREH~ — b — R OB ERBRER (315. 1804 m/z)

. Possible .
Selected R_etenht_m Measured Elemental Composition Hit compound Possible structure
Peak | Time({min) miz ) searched by measuredmass
(Mass difference/mDa)
2-[4~4-Fluorophenyl]-1- ‘?& D
31 41654 3151804 f (1) | C15H24N402Na (0.7) | (1) | piperazinvllbicvco[3.3.1 Tnonan—9—

one

g

piperdinylethyllguinaline

501 Methyl-3-
I C13H19N10 (1.0) @) pyrrolidimylimethyl 11011 —dihvdro— O.O
’ OH-dibenzola,d[7T]annulens—5- %
carbonitrile nd
3| ci7H:N402 (1.7 | (3) 2-Pheny~4-2-{4- §
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Soft-hydrothermal processing
. 24 OHEEME DS, 315. 1804 m/z ZIRD L HITEL LT,
(1)  CI5HU24N402Na (37— Z ~N— 2 _FICAMEICHE ST 268 WIT 2 0o 1=,
(2)  CI3HIONIO IFEHFE AR FERWMEEHTH Y . AWH R TROVATREMED VY,
(3) CITH23N402 1%, RD & 5 b &7 — 2 X—Z LTk v h LT,

N
N 0,0
. prH ¥ . :Lﬁ;Ii:D o,
"k A E N (r;”’
N ~H
N=4 0 {
7 H Y
N ~ N\ '
Ns 0 H Z NN ENJ A
\\N/\T‘/ N |
H H
C13H19N10 C17H23N402

AR O, 22(1), IR T LI, AT ERTEZEEYO—HE—7 ~—F—& LT, V7 hKE
VERIZ X0 B b U7 il 2 ALERSE R (IR - Reff) 12 & v RBEfEs M GEFRGH) AIChitt Liz~—2
—ZOWTRNT 2D T,
> OREEFERGH GREELH) FRHOME

293. 2117 m/z, 313.2374 m/z, FB LN 315.2529 m/z I%, AHROARBEFEREM GAN M) G oWmE &
FEECTH D, (X.33~[.35 ZM) ZNHITEOZHETHESINIZME TH - T, V7 MKESLEETE
LW EORETH D, FHEIC, 263.1288 m/z, 259.0969 m/z, 307.1898 m/z, 311.2214 m/z,
357.2273m/z, 439.244 m/z, 403.2688 m/z. 399.9146 m/z b XD ZHETHE SNEME TH- T,
7 FRBAE TR LRWIEDORETH D (7T 7HME),

IR GEREEH) ITHIE Lz~ — 0 —I2 oW CREBEICRIT 26 7=, 203.0811 m/z B'— 2 J%
FEEDOZOEFITLVEML Y 7 MKBSE TR T H5r& D . 341.1085 m/z B — 7 fioiE&E D Z
HEFIZ R VIS 223y 7 MKBRETRAT 57 Th o, ZThbOmrE, 2 b&T SRR
LTW5, ZAUDIFEBRICHAR M Tl O & F%E, &5 WILEELL EOIHE & &K OVWLE £ 555E L
TNWHZEED, EOZOEBFELIIEG Lnbo LR an s,
> EAER (V7 MKBT mv X)) FEREOWE

IHERPEERS DB —7 2~—H—& LT315.1804 m/z \ZOWT, V7 hKBSLIRIZ L Y%
b U7z sy 2 AERERFE GRFE - BER) (C L 0 AR (V7 MRB T ot R) il Liz~——IZ
DWW 2D 72 (K. 39 B28R) , £721E00 Y 7 MKEVT 1 AERIC X 5 AR AlO~—7—1 |
[FERIZ AT 2 oD 72,

315. 1804 m/z DE— 7 AT E D ZDEBFITHEVEN LI-WE (EFEYD. RwEoriErtdhn) <
o T, V7 FRBIEHTEIL LR, HDWIE, FIZHNT2MWETH D, 1Fr0fAE (V7 b
KEVF vt ) DS Td 5 159.1021 m/z, 158.9782 m/z, 159.065 m/z, 158. 0818 m/z, 173.0812 m/z,
189. 1127 m/z, 187.0969 m/z, 198. 1486 m/z, 205.0501 m/z, 217.1074 m/z, 203.0919 m/z, 242.1389 m/z,
261.1335 m/z. 257.1497 m/z. 247.1181 m/z, 287.1495 m/z. 293.1509 m/z & X O ZHEETHIML -9
B O(EEY., KW EOFEEHY) Tho T, V7 FKRBUWLEECTEL LAV, H DL, FCHmT
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Soft-hydrothermal processing
LMWETHD, (7778 ZNODOEDIE, ZRABVETOIRMEL TND, I OIIEBIC AR
HCHEE O L A%, HOWITFAEU EONEEE EAFEIEL TSI E LY, EOZDEFDL
TEE Lo RSN D,
350

Error Bar : =0/2

315.1804 m/z

300

250

200

=0y
=305
m60%

150

100

50

0 = ;
KigiE 120°C 130°C 140°C 150°C

X.39 315.1804m/z DY —JEHBEI T 7 (EO B LML Y 7 bABGLE CH N 555D
(Negative mode)

2.4.2 ) XZTIEMORGHT BHHEEOIX. =/ X 7ICBWTHERRICT X & 7 BER s X
D&MD Y 7 MK v A2 k- THAEI S, REAE D S5 D72 IR K AT RN 5y
Z LC/MS Z#ricft L7z, LC/MS Z3#7r CTld. Negative & Positive DWE— FTHHT « BHAEITV., 55
NI-MRNVE BT — 22t L, ERD OB LY ALY —fE#fTIc LD 7 — T £ T —F
IR e e —2 (w— 0 —) O A T o7,

ZORER, 7T A VR EZIZRROB R 2R T ER T, 7T A X — BT R N E B, VY
7 MKBAT v RN K DA A~ AWE R T D~ — I — 5 T OFIER R S LT,

iy SEaR

AN L

RPREEE L, BERGH, BV 7 KBV L 7= 7L (F&R) % 90°C T 6 Wil fith N o 24—
WITF e, 10 58D MQ /K &N 2 T 60°CT 3 KFMFET 5 2 LIZ & WK L7z, 244 8000rpm T 5
Sy LAEEL . BB AEARIE S T 4 (0ASIS WAX: waters fH) TRILERE . WRBEK 2 28 e[ L.
20%D7 & b= M U VKSR TR AR L, FRCSRIE T LC/MS otk L7z,

LC/MS Z:f:

Bl AW oM EEER T B = AL 0. 05%F 2 B : 95% 7 h=h VUL

SN T A WiFHE— R ACQUITY UPLC C18 1.7 pum

g TATRE B E B rdE®E  Xevo G2 Qtof  ESI  Negative/Positive E— K

BV A% /TR T4 .
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Soft-hydrothermal processing

I ™ O

4/211F RiEfELISH 1/eNEW GE F 15 1h) - )

4/214% (120°CHLEE) 2/€120-0 3/e120-30 4/e120-60
4/221F (130°CHLIE) 5/€130-0 6/€130-30 7/e130-60
4/231% (140°CALIE) 8/e140-0 9/e140-30 10/e140-60
4/241F (150°CALIE) 11/e150-0 12/e150-30 13/e150-60

LC/MS TR EARLIR LB (120°C) (Negative mode)

Enoki_4_1_naga_measure1 19:14:05 21-May-2014 19:14:05
Enoky_tnaga_measurm 1: TOF MS ES-
BPI
100 258
237.076 3.89 120°C605 AL EE ¢ 2.50e4

2.96 329.232

" 2.07 3.93:329.231
055 075 170 A

494
265.147 554
174.956247.037 164.034 5o 672

293.178 3
3178 199.170 434.774

e T T T T T T T T T T T T T T T T T T T T T T T T T T T
0.50 1.00 1.50 200 250 3.00 350 400 450 500 550 6.00 650
Enoki_3_1_nega_measure1 1. TOF MS ES-
g % BPI
100 b 120°C305 LB Lo
121.029 390
ya 329.232 1o
# 1.70 144 nas 162,035 255 ‘71 339 393329.233  265.146 651
0.59 105 g4 033 257 176 203177 05
o 112,986 197.809 P f 199.169
"050 100 =~ 150 = 200 = 250 @ 300 350 @ 400 @ 450 @ 500 @ 550 @ 600 @ 650
Enoki__2_1_nega_measure1 1: TOF MS ES-
100 B BPI
] 390 2 50e4
290
- sor 23 285174 329.232 494
] - ) 393329233 265147
074 164 036 144, 044 152 035 ;.03,1?3."? 554 605
182.047 4.59.293.174 293177 199 169
04
050 1.00 150 200 250 3.00 350 400 450 500 550 6.00 650
Enoki_{1_1_nega_measure1 fEE M 1: TOF MS ES-
1004 258 305 372 _ _ 425 557 BPI
237.076 || 187.097 327.218 329232 505 995907 2 50e4
] 232 3139 5.5 5.66
0.69 152,034 201112 25221 604 g3
134.047 2.16:201.111 199169 217.217
A, K lu\J"k L, 2. .
0 T T T T T T T T T T T T T T T T T T T T T T T T Time
0.50 1.00 1.50 200 250 350 400 450 500 550 6.00 650
0O, v
LC/MS 77k B AnTE L85 (130°C) {Negative mode)
Enoki_7_1_naga_measure1 22:14:00 21-May-2014 22:14:00
Enoki_1_naga_measure 1: TOF MS ES-
100 258 289 6P
] R C LA
e 326932 130°Ce0 L% 250ed
n = . 393 494
74 105 245201114 Zesis 561 B4 s
247 039 197.809 N 182998 ¢,
0 T T T T T T T T T T T T T T T T T T T T T T T T T T T
050 1.00 150 200 250 3.00 350 400 450 500 550 600 650
Enoki__1_naga_measure1 1: TOF MS ES-
C LA
100 256 258 130°C30 L BB ik 2 50‘33
121.029
231 o
= . 168 424_ 007‘5 152,034 3,93,329.232 o - 646 686
- 182.989
112.985 164.03¢ N R 162.987 S
c T T T T T T T T T T T T T T T T T T T T T T T T T T
0.50 1.00 1.50 200 250 2.00 350 400 450 500 550 600 6.50
Enoki_5_1_naga_measure1 1: TOF MS ES-
it B!
100, 25064
389
23 282551070 356 399 932 ™
=] 265 160 .
075 . ;150535 ; iuﬂzﬁ 152,035 N 405503300 265 147 555 6.39 673
182 045 03 S ,,,.Jk 203,178 182.93§ 182.989
0 T IM T 1 T T U 1 T i L} T T 1 T 1 T 1 T T l T 1 T
0.50 1.00 150 200 250 3.00 350 400 450 500 = 550 6.50
Enoki [1_1_nega_measure1 *?Eiﬁm 1: TOF MS ES-
100- 258 305 372 _ 425 _BPI
237.076 187.007 327.218 329 232 5 05 295 227 2 50ed
a3 M g
232 566
] oo 152 034 2u31 3151 , 329.233 295.227 29627 ot .
134.047 216:200.11) W \J\J\ 199.169 2721
0- Time

0.50 1.00 1.50 2.00 2.50 3.00 3.50 4.00 5.50 6.00 6.50
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Soft-hydrothermal processing

LC/MS /7oK SR A0 B8 &5 (140°C) (Negative mode)

Enoki_10_1_naga_measure1 01:13:59 22-May-2014 01:13:59
Enokf'_\70_1_naga_measure1 1: TOF MS ES-
100+ 258 _ 389 _ - & 5 5c|13P|
237.077 - ed
o o2 140°C605 M
- 152.034 431 4.94 o
: 1.04 2.15:201 113 242139 265.147 5.54 ! 182,955, 581
gy 109 o ) sl
C T ) T 1 1l T T 1 T 1 T 1 T T T T 1 T i T 1 T T T 1
0.50 1.00 1.50 2.00 2.50 3.00 3.50 4.00 4.50 5.00 5.50 6.00 6.50
Enoki__1_naga_measurei 1: TOF MS ES-
~ 258 3.89 N BPI
100 N8 BT o 140°C305 B i
2.31 329231
=] 152.035 b 431 4
074 168 219 202139 95147 5.54 625 667 ¢
049 o47040  164.034 137.024]] ¢ 293177 182989 182.987 157 ggg
569847 % < 137 . 989 1828
G T T T T T T T i i T T T T T T T T T T T T T T T T T
0.50 1.00 1.50 2.00 2.50 3.00 3.50 4.00 4.50 5.00 5.50 6.00 6.50
Enoki_B_1_naga_measure1 gt‘:t& 1: TOF MS ES-
BPI
100 555 " 25084
5 ;-5911?0 329.233
= 207 23 ; 3.92:329.234 4.94
1.68 - # 554 6.28
075 164.034 144.045 265.146 : 649 690
: 293177 182.989
ol 182,045 Ny 4.58,293.177 | ) 2 182,985 182.988
0.50 1.00 150 200 2.50 3.00 3.50 4.00 450 5.00 5.50 6.00 6.50
Enoki_[I_1_nega_measurei t.t 1: TOF MS ES-
6 258 _ 305 372 5'& e BPI

237.076

0.69
134.047 21620111

187.097 327.218 | 329 232 5 05 295 227 2.50e4

4% "N

339 329 233 295 227

n1 112 295227 6.04 6.53

199 169 277 217
““""“ Time

0.50 1.00 1.50 2.00 2.50 3.00 3 50 40 5.00 5.50 6.00 6.50

LC/MS 7 b /K ERNZE L B (150°C) (Negative mode)

Enoki_11_1_naga_measure1 02:14:16 22-May-2014 02:14:16
Enoky”jjfnagafmeasuref & 1: TOF MS ES-
iy 259 _ 392 _ 150°Ce043 B #: B
237.076]| 265 354 208.098 i
218 163.039 194.081
137.023 431
# 2 3.05 494 6.81
s 0T B oucontan 187.097 #2138 265147 13623;]39 182,988
¢ 241036 WI1O0B b 293 119 988
T U WMW
0 T | il T T T T T T T T T T T T T T T T T B, ! T
0.50 1.00 1.50 2.00 250 3.00 3.50 4.00 45 6.00 6.50
Enoki_{12_1_naga_measure1 1: TOF MS ES-
v 2.58 389 150°C30 Li
w 237.076 : 392 ﬁ'ﬂlﬁ% 2.50e4
219 163 039 ;03 097
2] 137.024 f2 96:285 171 194,081 4.31
055 74 L J T, 242140 265 147 564 614 654  gg
495505040 141018 =T < 293.179 182.98§ 182.987 182 988
0 IM LI T T L} T 1 T 1 1 1 1 T 1 T 1 T 1 T T T 1 T 1
0.50 1.00 1.50 2.00 250 3.00 3.50 4.00 4.50 5.00 5.50 6.00 6.50
Enoki_[i1_1_naga_measure1 1: TOF MS ES-
466 3.89 B Pl
329.233 2.50e4
2.90
2.3 285.170 356 3.92
Ll 169 207 H 4.94
0.75 164.034 144.046 b el 265.147 29535??9 1:219939 1:2?37 &9 985
182.045 0 N 989 {182,
0_.
0.50 1.00 1.50 2.00 250 3.00 350 4.00 4.50 5.00 .00 6.50
Enoki_{1_1_nega_measure1 *E*Et-tiﬁ 1: TOF MS ES-
1664 258 _ 3.05 372 _ BPI
237.076 187.097 327.218 329 232 5 05 295 227 2 50e4
iz - s TS s
=] 4 329 233 295.227
g 152.034 201 112 295 227 6.04 6.53
i AT 2.16:201. 111M|Lu s 199159 21217
0 - e - : - Time

050 = 100 & 150 00 ' 250 = 300 350 450 ppi 5.00 : ' 500 _'50
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Soft-hydrothermal processing

Cluster_analysis (Cluster=4)
120.000 *Eﬁtﬁﬂ

~
& /
-100.000 50.000 / 100.000 150.000

Y7 M KEALER 1 it

MeNew Ael20-0 ®e120-30 ¢e120-60 Ae130-0 ®e130-30 ¢e130-60
Ael140-0 ®¢e140-30 ¢e140-60 A e150-0 ®e150-30 4e150-60

.40 FERHHME 7 TAZ —FEITICESE 3 7N — 7251 TH#E (Negative mode)
- T)XET -
2.4.2.1 T XFZEMORSHNT BARM L FERH
PIF, = /%7 ® S-plot WD ' — 77 ZfFHT (Negative mode) DFAERH (V7 FAKEAT ok )
CPEEEH E DL A X AL IR T B, FTo, R 25 ICENENO~— I —EfE T v AV L OSLERK
S EXLTHEIRT 5,

135.0445m/z | 136.0398m/z 151.0392m/z
S-Plot{Ontreated = -1,‘§atedbeu§re

=1J

. N UMK

| EOREE B gt T :

0.8 - ..|l ';‘; .f et =

'f' L il R L
L ’ i- a® - . L. -
06 . - n t oL,
¥ .

0.4 - -'f " -
= L[ ] . ... l‘. L
£ 02 -
§ PR L
o 00 - L " .
?_- = " L = =
-2 serepet s o MERS %8
= - LY R

04 . I T EoEmEosLhsLsI 0w RiRE

0.6 : -.:{.-;..' .- - |

- = "L I. " -- " "

R R 3
o8 - . '--"'i-.'i'-i?..i !
10 i gﬂ.'!"} EDEHEM B | TH#:Negative Positivedtsli  [1:345, T+ 358

-0.003 -0.002 -0.001 0.000 0.001 0.002 0.003 0.004 0.005
CoeffCS[2)(TreatedSevereVSUntreated) (X Effects)

X.41 S-plot Mi¥sd °— 7 ZfEHF (Negative mode)
~T)XFY AR (V7 VKR TakvR) LR
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Soft-hydrothermal processing
#.25 ~— N —fEH (Negative mode)-=/ ¥ &/ BAEFEH (V7 MKRAToEX) &EREHLO K-

B 15 21

Selected Peak

1

10

BAES (VIMKBTOER)

Retention Time (min)

2.5566

2.3127

2.9933

2.1853

2.7187

2.736

2.2727

3.5408

3.462

2.504

121.0289

Measured MW (m/z)  Retention Time (min)

2.4182

136.0398

2.7628

137.0238

137.0237

3.5074

135.0445

151.0392

195.0293

214.108

243.1597

515.1911 R=F : Negative, Positive3t i

Measured MW (m/z)
168.0295
283.1284

426.2075

F:OAD I/XHBE

K26 IWEIR LI —7 (RAT 4 7R VT 4 THBE-RT) OMEREOHER LR RT H, 7%, 27
\ZFEDT T T A b8 E— T (136.0398 m/z) ZHERT 5,
FERIC, R 28GRI LT — (T F AV =/ X2 7E) OMEREOEREETT 5, £72
#.29, R.30IZEDT T T Ay bF— it (ZHLEH 135, 0445 m/z 35 KON 151. 0392 m/z) AR

‘a‘éo
#.26 MEEMBRR(136.0398 0/2)-T /) XET XHT 47, RPT 4 7HidE-
Selected|Retention |Measured Possible . Hit compound .
Peak |Time(min)| mifz Element_al Composition searched by measuredmass Possible structure
{Mass difference/mDa)
7N
2 2.3127 | 136.0398) (1) CBHBHVNOZ2Na (2.4) |(1) 3-Pyridinylacetic acid =

(2)

C7THENO2 (-0.1)  [(2)

4-Aminobenzoic acid

(3)

C3H2N7 (26)  |(3)

1-Methyl-2-
pyridiniumcarboxylate
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Soft-hydrothermal processing

.27 Fragment Pattern fiZ4T (136. 0398

m/z)mass difference D/ E WAL CTHENO2-

Possible structure daughter | intensity mass rank mass bonds h score formula formula
error diff
OH
(o}
1360394 | 37719 [136.0399 1 -0.5 0 1 8] CYHEMN1O2 none
H,
Possible structure daughter | intensity mass rank mass bonds h score formula formula
error diff
13680394 | 37719 [136.0399 1 -0.5 0 1 0] CYHBMN1O2 none
HO H,
o]
Fossible structure daughter | intensity mass rank mess bonds b SCore formula formula
error diff
13680394 | 37719 [136.0399 1 -0.5 0 1 0 OTHZMO none
H 0
H,N
K28 WERBRR-T / X¥F TFHIRAV, =) XFrikiE-
Selected| Retention Measured Elemenl'?e;nlscslfr:ﬁe osition Hit compound Possible structure
Peak (Time(min)] miz - P searched by measuredmass
(Mass difference/mDa)
5 2.7187 |135.0445 | (1) C3H7N20C4 (3.9} (1} Methyl benzoate ; o
tH,
-
(2) CEHBO2Na (2.3) (2) 3-Methylbenzoic acid E\
H;
H
(3) C8H702(-0.1) (3)| 1-(4-Hydroxyphenylethanone }%{
Hy ?
6 2736 | 1510392 | (1) C8H7O3(-0.3) (1| (4-Hydroxyphenylacetic acid b_{
H
(2)| CBHBO3Na{2.1) ({2 Hydroxy(phenylacetic acid Q_{“
HO o
(3) C4H3NBO (2.4} (3) 3-Hydroxyphenyl acetate él:lc
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Soft-hydrothermal processing
.29 Fragment Pattern fiZ47 (135. 0445 m/z)-mass difference M/ E W FEELE C8H702-

Possible structure daughter | intensity mass rank mass bonds h score formula formula
error diff
HO
13680479 2615 136.0524 1 -4.5 0 2 0] C8HB02 none
0 1350443 | 20208 |[135.0446 1 -03 0 1 0] CeHTO2 none
H;
Possible structure daughter | intensity mass rark mass bonds h score formula {Ormwa
error diff
HO
1360479 2615 136.0524 1 -45 0 2 8] C8Hs02 none
H3
1350443 | 29208 [135.0446 1 -0.3 0 1 0] o8HT02 none
Possible structure daughter | intensity mass rank mass bonds h score formula formula
error diff
0= 1360479 2615 136.0524 1 -45 0 2 8] C8Hs02 none
—CH, 1350443 | 29208 |135.0440 1 -0.3 0 1 8] o8H702 none

#%.30 Fragment Pattern f##T (151. 0392 m/z)-mass difference M/ SV EAKES C8H703-

Possible structure daughter | intensity mass rank mass bonds h score formula formula
error diff
1520425 | 2649 1502.0473 1 -43 0 2 0 CEHB03 none
H.C=Q 1510394 | 29352 [151.0395 1 -01 0 1 0 CeHYOS none
HO 1370209 | 2433 137.0239 1 -3 1 2 05 C7HBOS CoH2
— 1360159 | 28429 136.016 1 -01 1 1 05 C7HA0S CH3
1350444 | 10885 [135.0448 1 -0.2 1 1 2 ceHYO2 o}
Possible structure daughter | intensity mass rank mess bonds b SCore formula Formula
error diff
HO 1520425 | 2649 152 0473 1 -43 0 ? 0 CEHB0S3 none
1510394 | 20352 [151.0395 1 -01 0 1 0 CEHTOS none
1350444 | 10695 [135.0446 1 -02 1 2 05 oeH7O2 o}
OH 1350444 | 10885 [135.0448 2 -0.2 1 1 2 ceHYO2 o}
Possible structure daughter | intensity mass rark rmass bonds h score formula formula
eror diff
1520425 | 2649 152 0473 1 -43 0 ? 0 CEHB0S3 none
1510394 | 29352 [151.0395 1 -01 0 1 0 CeHYOS none
H 1350444 | 10695 [135.0446 1 -02 1 2 05 oeH7O2 o}
H 1350444 | 10885 [135.0448 2 -0.2 1 2 0.5 ceHYO2 o}
1350444 | 10685 (1350446 3 -02 1 1 ? CEHTOZ2 0
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Soft-hydrothermal processing

TF AP OFEROMENT & FERIZ, 237.0763m/z 261 & LTK. 22(1), IZRd & 52, AR,
FERE HUAIF K OARERE B U Tt L7c~ — 1 =2 oW T S BT 2 D 7=,

V7 SIRBSLIRIZ J 0 A LT sy 2 AR (IREE - D) 1T K0 B AERRHA Chi L7e~— 0 —
IZONWTE O Iffr 2D 7 (K. 42), BRI~ — I —IZ oW Th | [ARRICIT 2 ED T2,
> BARSM (V7 KRBT v X) KA OWE

200 I :]’or Bar: +0/2
150
EOH
100
=305
50 " 605
0
XK#EFE 120°C 130°C  140°C  150°C
180 I 1 350 Error Bar: *=0/2
1350145 miz | 151.0390m/7 |
160 300 '
140 -
120 I\ VAN
100 BO077 200 0%
80 ® 3053 150 - m30%
60 = 60% 100 - " 60%
40
20 - >0 1
0 - 0 -
XR#EFE 120°C 130°C  140°C  150°C XR$#EFE 120°C  130°C  140°C  150°C

X.42 243.1597 m/z, 515.1911 m/z D — 7 EFEZ 77 (V7 MKBESKEIZ LY EINT 5Ek5)
(Negative mode)

P TR L7e 2 T E RO Z B O—Er e —7 ORF), BB ) 2L T Ay
oy (F5) Z~—F—& LT, V7 MKRBULELC X0 2 b UToplk oy & JABisR e (JEEE - IReR)
IRV 2 12BN THRRT 5, ZADLIEEDOZHIGECTHEINT-WE CREFRFOTRMESHY) Tho
T, V7 KB CHAEFRRWEOM AR T 5, FERIZ, V7 MKRET 1t X2 K2 FRAR ]
7 121.0289 m/z, 137.0238 m/z, 137.0237 m/z, 195.0293 m/z, 214.108 m/z, , 243.1597 m/z, 515.1911
m/z DE—7 T ONTH, O THE IN-WE CREREOFENEHD) THoT, Y7k
IKEMLFR CRAEFREZRMEDOHE T D, (77 74AHMK)

> BEREHRRE OWE (77 7EK)
168.295 m/z, 283.1284 m/z, 426.2075 m/z O —7 7L, BIRO T F 2 A P OFER:H & [k ICBERS
MRy D~—H— & LT Y 7 MARBULEIC L W B(L LR TH Y . T D ITASARBERLES
WIFFELRY, DLWV ELDFELRVESTHY ., LNLEDOZOEFIC - THIMLI-WE
(EBEW., RSO FREEH V) THo T, V7 MKREVLELCIREFEERWE TH D, =/ XX /7iC
BWTH Y7 KT 0t ZADONMKGIERICL D UV 7= RN LE DO ZOAEFIZHNER Y
TV REHEE ) —NER S, VT MKBT o AOMMBREERIC LY BEWE., BmE LS
R DILVO A E D EEGREE GREE, IRefE]) 1T L ThREIS NI Z R FERES LT,
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Soft-hydrothermal processing
2.4.2.2 T )X ZTEMORIINT RERERH L BERE
FIEEIZ, =/ %% 7 D S-plot Mm®d & — 27 it (Negative mode) DABEFEET HI & FEEGH & D Lk %
. 43 (28R T D, R3ICENEND~ =W —ifiz 7T AV L OH@psy LR L TRR T 5,
319.1177m/z || 237.0763m/z | 151.0392m/z || 237.0761m/z

O reated = W= *EEE“!’.
EOEHEN ‘%\@—\ SPIHD&' M i

;ﬂilﬁq [a]

06 e T’\ 327.2167m/z 7

329.2326m/z

06

163.0392m/z

04

315.2537m/z

02

-0.0

plcom){1]P (Correlation)

. BE RS 25
*“Il 503.3m/z £ RN B ABE 2585 0% — H— IRIEE L
0.6 -
08 \l . '. e
. - N = e
e o EORBE K T4 Negative, Positivedtii - [1:2045, T35
-0.002 \ -0.001 nmm 0.001 0.002 0.003 0.004 0.005 0.008 0.007 0.008
Etﬁﬂ!’- 08 0971m CoeffCS[2](NewVSUntre) (X Effects)

X|.43 S-—plot W¥RD ¥ — 7 #fiEHT (Negative mode)—T /) FZ 4 FIEEFEELHE & FEREHI D Hrik—
#£.31 ~— b —EHM Negative mode) -/ F 4 4 REEFEESH & FRESH O Lk -

AR PR BetE bl
Selected Peak Retention Time (min) Measured MW (m/z) Retention Time (min) Measured MW (m/z)
1 2.5566 121.0289 1.6893 164.0346
2 2.9933 137.0238 2.4182 168.0295
3 2.1853 137.0237 2.3095 178.0501
4 2.736 151.0392 2.6485 195.1011
5 2.4849 153.0183 2.63 192.0657
6 2.6536 163.0392 3.9224 | 2080071 |
7 0.7424 222.0408 2.6021 224.093
8 2.4648 237.0763 2.4636 253.1077
9 2.5859 237.0761 3.6428 269.1755
10 1.9929 243.044 3.6739 279.1338
11 4.889 309.2073 3.492 333.167
12 5.2988 315.2537 3.9879 331.1907
13 2.3137 319.1177 4.0657 503.3
14 3.7176 327.2167
15 3.8966 329.2326
16 2.5882 397.9181
17 4.9434 631.3837
18 2.504 515.1911
19 3.8985 659.4729 7 : Negative, Positivedtid  H|: LAY, T/F3#HE
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Soft-hydrothermal processing

RRIWCEINRL T2 —T (RHIT 4 7 RYT 4 7l OFRTF)) OREEREOR R e~ 5, 7%, 33
\ZZEDT T T A boRZ— AT (208.0971 m/z) Zi&RT D,

RIS, K. 3B L2 — 2 (T F v AV =/ ¥ 46l (F7)) OEREOREZIRTRT 5,
FRRBBNOERA2IZEDT T T AL FRZ— UM (BN ZH 163, 0392 m/2,237. 0763 m/z | 237. 0761
m/z, 315.2537 m/z, 319.1177 m/z, 327.2167 m/z. 329.2326 m/z, 503.3 m/z) %R+ 5,

#.32 BERBER (208.0971 n/z)-= ) FFr XHT 47, RUT 4 73LiE-

Selected|Retention |Measured Possible Hit compound

. - Elemental Composition
Peak [Time{min)] miz (Mass difference/mDa) searched by measuredmass

Possible structure

6 3.9224 | 208.0971 |{1)| C11H14NO3(-0.3) |{1)| Methyl alpha—methyltyrosinate
"
(2)| COH15NO3Na (2.1) |(2) 2-Isopropoxypheny| Q
methylcarbamate )_w] HN—cH,
6-Allyl-5,6,7 8—tetrahydro—4H- }j
(3)| C7HION7O (2.4) | (3)| [1.3]thiazolo[4.5-d]azepin-2-
amine N
H.

#%.33 Fragment Pattern f#tT (208. 0971 m/z) —mass difference M/ X W HHEKE: C11H14N0O3-

Possible structure daughter | intensity mass rark =S bonds h score formula {Ormu‘a
error diff
Hsc\l
0. 209 1011 8605 |209.10562 1 =41 0 2 0 |C1THISN103] none
HNT R H;
H, H, 208008 | 68968 2080974 1 06 0 1 0 |C1TTHI4NT1O3] none
Possible structure daughter | intensity mass rark =S bonds h score formula {Ormu‘a
error diff
5;2 200 1011 8605 |2091052 1 =41 0 2 0 |C1THIENTO3] none
; :> CHs HN=CH; | ooz 008 | es9ss |2080974| 1 08 0 1 0 |o11H14N103|  rone
3
Possible structure daughter | intensity mass rank. mass bonds h score formula forr:nu\a
error diff
200 1011 8605 |2091052 1 =41 0 2 0 |C1THIENTO3] none
/@NW@%CH’
HO o H
208008 | 68968 2080974 1 06 0 1 0 |C1TTHI4NT1O3] none
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Soft-hydrothermal processing
*.34 HBERBE/BR-T=/ X¥7 THUVAY, =) % rikE-

Possible

Selected|Retention |Measured -
Elemental Composition

Hit compound

) . Possible structure
Peak |Time(min) miz (Mass difference/mDa) searched by measuredmass
b 2.6536 | 163.0392) (1) C5H3NBO (2.4) {(1)| 2-0xo-3-phenylproparoic acid Q:?‘“
OH
(2) C7HBO3Na (2.1) (2) 4-pcetylbenzoic acid Zé:;:
Hy
3| conros03) (3| vOstrovelsz 10726 Heo W
8-ene—3.0—dione
8 2.4648 | 237.0763] (1) C12H1305 (0.0} (1| 1.8-Diamino—9.10-anthraquinone

(2)| C1TH10N4ONa (1.1) |(2)| 1.5-Diamino—9.10-anthraquinone O‘O

(3)| C13HON4C (-1.3) [(3)

2,6-Diamino—9,10-anthraguinons

Possible

Selected|Retention |Measured Hit compound

Peak

Time(min)| miz

Elemental Composition
(Mass difference/mDa)

searched by measuredmass

Possible structure

NH, O NH,
9 | 25859 |237.0761|(1)| C12H1305(-02) |(1)| 1.8-Diamiro-9.10-anthraquinone
(2)| C10H1405Na (2.2) [(2)| 1.5-Diamino—9.10-anthraquinone O’O
(3)| C11H10N4ONa (0.9) ((3)| 2.6-Diaminc—9.10-anthraguinons 8
4-(2-Methyl-2—propanyl)-1.1-
12 5.2988 |[315.2537 |(1)| C14H31NBOZ2 (2.9) |(1) bis[(2-methyl-2- Mo Result
propany! Jperoxy Joyclohexane
2| c17H32NaNa (12) |2y| 37 (13 Propanedividizai- No Restlt
piperidinediyl)dipropanenitrile
(3)| CaH2TN160(-1.7) |(3) 3.10-Dihydroxyoctadecanoic T .

acid
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Soft-hydrothermal processing
#.34 BERBER-—/ X7 TFIAY, =) X5 rkE- (03%)

Selected|Retention |Measured Possible o Hit compound .
) . Elemental Composition Possible structure
Peak |Time{min)| miz . searched by measuredmass
(Mass difference/mDa)
1-Ethyl-6-fluoro—4-oxo-7-(1- g9
13 23137 |319.2177) (1)| C21H1908(2.0) [(1)| piperazinyl)-1.4-dihydro-15- m@
naphthyridine—3—carboxylic acid S ;
1-(Ethoxymethyl)-5-isopropyl- H.c):‘ﬁkw
()| C18H23082(-1.3) |(2)| o-(phenylsulfanyl)-2.4(1 HaH)- d‘\
pyrimidinedione
4-[1-Hydroxy-2—
(3)| C21H16N2Na (-3.4) [(3)|  (hveroomethoxy)=2-(2-
methoxyphenyl Jethyl]-2-
methoxyphenol
2.2'-[(2,2-Dimethyl-1,3—
14 3.7176 | 327.2167) (1) C18H3105 (-0.4) n propanedivlbisloxy Jbis(5,5- No Result
dimethyl-1.3.2-dioxaborinane)
2)| C19H27TN4O (-1.8) |(2) 11175 Methy71.3.5- No Result
hexanatriyl)tribenzens
(3)| C17H28N4ONa (0.6) | (3) Dibutyl 4-scetyl-4- $
methylheptanedioate bek
Selected|Retention |Measured Possible o Hit compound .
) . Elemental Composition Possible structure
Peak [Time{min) miz . searched by measuredmass
(Mass difference/mDa)
(15325,3bR 5a5,10a8,10b5,1 2aS)-
1,10a,12a-Trmethyl- e Vion
15 3.8966 |329.2326[(1)| C18H3305(-0.2) |(1)| > 52ab 0 tmithil ztee & !
cyclopental7 8lphenanthro[2,3-
2l 2 Alexadiazel-1-al
N.N-Disthy-2 ~[2-[2-(4- L
(2)| C17H30N4ONa (0.9) | (2) morpholinyl Jethy ]-1H- @;ﬁ
benzimidazol-1-yllethanamine b_\—o\
(3)| C16H3405Na(2.2) |(3)| O L(Dbutvlamine)methy /- “‘}lm;
methoxy—2—methyl-4d—quinolinl e Y J
22227 27-{[4.8-0i(1- -.
13 | 40657 | 503.3 |(1)|C24H4807NaS (-1.8) | (1) piperidinyllpyrimido(.4-
dJpyrimidine—2,6— &
divlldinitriloltetrasthanol )
(2)| C22H43NBOSS (-1.6) [(2)| Mt 37 discetony i B
oxocholan—24-oate Ny
2.2'-{[4.8-Di(4-
)| c2sHarOTS ((42) |(3)|  moreholinvlpyrimidol5 4= No Result
dlpyrimidine—2,6—
diylIbis{propylimino idiethancl
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Soft-hydrothermal processing
.35 Fragment Pattern fiZ#7 (163. 0392 m/z)-mass difference ?D/ & W FAELES C9H703-

Possible structure daughter | intensity mass rank rmass bonds h score formula formula
orror diff
1640421 3091 1684.0473 1 -h2 0 2 0 COHB03 rone
H
1630394 | 34589 1630395 1 -01 0 1 o] COHTO3 none
1450284 2944 145029 1 -06 1 o] 0h COHRO? H20
- o 1200637 | 3072 12005675 1 -38 1 3 1 CEHS0 02
H 1190497 | 28501 | 1190497 1 0 1 2 1 CEHTO1 02
Possible structure daughter | intensity mass rank. s bonds h score formula forrlnula
error diff
O=
‘%% 164.0421 3097 1640473 1 52 0] 2 0 C9HB03 none
163.0394 | 34588 1630395 1 -01 0 1 0 CoOHIO3 rone
TH,
Fossible structure daughter |intensity  |mass rank mass bonds sl lEcore formula fgrmula
orror sl
o PH 164 0421 3091 1640473 1 -52 0 ? OjCAHBO3  |[hone
?;2@ 163.0394 34083] 163.0395 1 -01 0 1 QICOH7O3  |hone
H, 1450284 29441 145029 1 -086 1 0 05[CoH02 [H20

.36 TFragment Pattern f##T (237. 0763 m/z) mass difference D/ W FHELE C12H1305—

Possible structure daughter | intensity mass rark ;nra;i bonds h score formula fo;r‘;rla
HO, 2380798 4635 |238.0841 1 -4.3 0 2 0 C12H1405 | none
A\ 2370759 | 37728 |237.0783 1 -0.4 0 1 0 C12H1305 | none
u C}J 1630404 | 2060  [163.0385 1 09 3 2 2 COH7O3 | C3HBO2
3
O\CHG ~H 1630404 | 2060 |[163.0395 2 09 3 2 2 COHTO3 | C3HBO2
Possible structure daughter | intensity mass rark ;nra;i bonds h score formula fo;r‘;rla
2380798 4835 |238.0841 1 -4.3 0 2 0 C12H1405 | none
i 2370789 | 37728 | 2370763 1 -4 0 1 0 C12H1305 | none
chf(,‘@_/_{ 1630404 | 2080 [163.0325 1 03 3 2 2 COH7O3 | C3HBOZ2
O\Cﬂs e 1630404 | 2060 |[163.0395 2 09 3 2 2 COHTO3 | C3HBO2
1630404 | 2060  [163.0385 3 09 3 2 2 COH7O3 | C3HBO2
Possible structure daughter | intensity mass rank ;nrarzsr bonds h score formula fot;jr‘ir;;xla
2380798 4635 |238.0841 1 -4.3 0 2 0 C12H1405 | none
2370789 | 37728 | 2370763 1 -4 0 1 0 C12H1305 | none
1630404 | 2060  [163.0385 1 09 3 2 2 COH7O3 | C3HBO2
1630404 | 2060 |[163.0395 2 09 3 2 2 COHTO3 | C3HBO2
1630404 | 2060  [163.0385 3 09 3 2 2 COH7O3 | C3HBO2
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Soft-hydrothermal processing

.37 Fragment Pattern fiZ4T (237. 0761 m/z)-mass difference D/ X WFAARE: C12H1305-

Possible structure daughter | intensity mass rank :rarzi bonds b SCore formula fo;:r;rla
2380789 | 17344 |238.0841 1 -5.2 0 0 0 C12H1405 H
"o 22309721 1015 223097 1 02 1 05 | C12H1504 ]
) 22300721 1015 223097 2 02 1 1 2 C12H1504 ]
) 2100589 765 2100528 1 6.1 2 2 1 C10H1005 | ©2H5
HQCP 2100589 765 2100528 2 6.1 2 2 1 C10H1005 | C2HL
O\n‘,uo e 2000449 1 2701 209045 1 -01 2 1 1 C10H2C5 C2HB
2000449 1 2701 209045 2 -01 2 1 1 C10H2C5 C2ZHB
181.0631 529 181.0001 1 3 4 5 2 CaH904 | C3HBO
1800739 407 1800786 1 -47 2 2 15 | C10H1203 | C2H302
1800739 407 1800786 2 -47 2 2 15 | C10H1203 | C2H302
167.0684 20 167.0708 1 -2.4 3 4 2 COH1103 | C3H402
167.0684 20 167.0708 2 -2.4 3 4 2 COH1103 | C3H402
18500450 | 3434 | 155.0052 1 -0.7 3 2 2 COH903 | G3HBO?2
18500450 | 3434 | 155.0052 2 -0.7 3 2 2 COH903 | G3HBO?2
1640427 | 1303 164.0473 1 -46 3 1 2 CaHB03 | G3HTO2
1640427 | 1303 164.0473 2 -46 3 1 2 CaHB03 | G3HTO2
1630889 | 11622 |163.0395 1 -0.6 3 0 2 COHTOS | C3HB02
1630889 | 11622 |163.0395 2 -0.6 3 0 2 COHTOS | C3HB02

#.37 Fragment Pattern f&#7 (237. 0761 m/z) mass difference D/ EWEALZ: C12H1305—- (o3 %)

FPossible structure daughter | intensity mass rank rentizsr bonds h score formula fo;rin;b
2380789 | 17344 | 2380841 1 -52 0 0 0 512H1405 H
22309721 1015 223.097 1 02 1 2 05 |C12H1504 0
22300721 1015 223.097 2 02 1 1 2 C12H1504 0
2100589 765 2100528 1 6.1 2 2 1 CI0H1005 | C2H5
J / 0 2100589 765 21006828 2 6.1 2 2 1 C10H1005 | C2HA
H,C 2100589 765 2100528 3 5.1 2 2 1 C10H1005 | C2H5
O\CH, 0—CH, 2080449 270 209.045 1 -01 2 1 1 C10H905 C2HB
2080449 270 209.045 2 -01 2 1 1 C10H905 C2HB
2000449 270 200 045 3 -1 2 1 1 G10HI0H G2HE
181.0531 529 181.0501 1 3 4 5 2 C9H904 | C3HBO
1800739 407 1800786 1 47 2 2 1.5 [C10H1203 | C2H302
1800739 407 1800786 2 -47 2 2 15 [C1OH1203 | C2H302
1800739 407 1800786 3 -47 2 2 15 [C1OH1203 | G2H302
1670884 201 16870708 1 24 3 4 2 COH1103 | C3HA02
167.0684 201 1670708 2 24 3 4 2 COH1103 | C3H402
1670584 201 1670708 3 -2 4 3 4 2 COH1103 | GEHA02
1650545 3434 |1650852 1 -07 3 2 2 COHIOSZ | CE3HBO2
1650545 3434 |1650552 2 -07 3 2 2 C9H903 | C3HBO2
1650545 3434 |1650552 3 -07 3 2 2 COHS03 | C3HBO2
1640427 1303 164 0473 1 -456 3 1 2 COHE03 | GEHIO2
1640427 1303 164 0473 2 -45 3 1 2 COHS03 | G3HIO2
16840427 1303 1640473 3 48 3 1 2 CO9HB03 | C3H702
1630389 | 11622 [1630395 1 -06 3 0 2 COH7O3 | C3HB02
1630389 | 11622 |[1630395 2 -06 3 0 2 COHTOZ | GEHB02
1630389 | 11622 |[1630395 3 -08 3 0 2 CO9HTO3 | C3HB02

-3
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Soft-hydrothermal processing

Possible structure daughter | intensity mass rank. ;nrarzsr bonds h sCore formula fo;rin;b
2380739 17344 |2330841 1 -52 0 0 0 C12H1405 H
2230972 1015 223097 1 02 1 2 05 |C12H1504 ]
2230972 1015 223.097 2 02 1 1 2 C12H1504 ]
2100589 765 21005628 1 6.1 2 2 1 CT0HI005 | C2H5
2100589 765 21005628 2 6.1 2 2 1 C10HI0O5 | C2H5
2100589 765 2100528 3 6.1 2 2 1 C10H1005 | C2H5
2090449 | 2701 209.045 1 0.1 2 1 1 C10H905 C2HB
2000449 | 2701 209.045 2 -0.1 2 1 1 C10H905 C2HB
2000449 | 2701 209 045 3 -01 2 1 1 G10H905 C2HB
1810531 529 181 0501 1 3 4 5 2 CIHIOS | C3HB0
1800739 407 1800786 1 4.7 2 2 1.5 | C10H1203 | C2H302
1800739 407 1800786 2 -47 2 2 1.5 | C10H1203 | C2H302
1800739 407 1800786 3 47 2 2 15 | C10H1203 | G2H302
167.0684 201 1670708 1 24 3 4 2 COH1103 | C3H402
167.0684 201 1670708 2 24 3 4 2 COH1103 | C3H402
1670684 201 1670708 3 24 3 4 2 COHI0O3 | C3H402
1650645 3434 |1650552 1 -07 3 2 2 CI9HIO3 | G3HEO?
1650545 3434 |185H0552 2 0.7 3 2 2 C9HI03 | C3HEO2
16506545 3434 1650652 3 -07 3 2 2 COHIOSZ | C3HEO?2
1640427 1303 1640473 1 -46 3 1 2 COHZ03 | C3H/O2
1640427 1303 |[1640473 2 -4 6 3 1 2 CIHB03 | G3HTO?2
1640427 1303 1840473 3 46 3 1 2 C9HB03 | C3H702
163.0389 | 11622 1630395 1 -06 3 0 2 COH703 | C3HBO2
1630389 11622 |[1630395 2 -06 3 0 2 CIH703 | G3HBO?2
1630389 11622 |[1630395 3 -06 3 0 2 CIH703 | CG3HBO?2

.38 Fragment Pattern fiZ#T (315. 2537

m/z)mass difference D/ E WAL C14H31N602-

Possible structure daughter | intensity mass rank mass bonds score formula formula
error diff
’MMWW 316 2603 580 316.2587 1 18 0 0 |CTAH32NBOZ2  none
"’MMWW"'
S ey 3152534 | 2089 315.2508 1 26 0 0 |CTAH3INBOZ none
Possible structure daughter | intensity mass rark rmass bonds score formula formula
Srior diff
316 2603 580 316.2587 1 16 0 0 |CT4H32MNE02| none
” 3152534 | 2089 3152508 1 26 0 0 |CT4HBINEOZ| none
Possible structure daughter | intensity mass rank mass bonds score formula formula
error diff
i 316 2603 580 316.2587 1 18 0 0 |CTAH32NBOZ2  none
o 3152534 | 2089 3152508 1 26 0 0 |CT4HBINEOZ] none
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Soft-hydrothermal processing

.39 Fragment Pattern fiZ47 (319. 1177 m/z)-mass difference /X WAL C18H23052-

Possible structure daughter | intensity mass rank mess bonds h score formula Formula
error diff
O 319119 9026 319119 1 0 0 1 0 |C18H2301532 none
:;XE ' 1360403 | 31581 136.038 1 2.3 ? 4 15 ChH1252  |C13H110
g Ha . !
Possible structure daughter | intensity mass rark rmass bonds h score formula formula
error diff
HO CH,
319119 9026 319119 1 0 0 1 0 |C18H2301532 none
S -
/
Possible structure daughter | intensity mass rank mass bonds h score formula formula
error diff
O OH 318119 9026 318119 1 0 0 1 0 01?2380 none

S

L

#%.40 TFragment Pattern f#tT (327. 2167 m/z) mass difference D/ E\WHEFKE: C18H3105-

FPossible structure daughter | intensity mass rank ;nrarzsr bonds h score formula fot;jr‘ir;;xla
QH o 3282209 | 30481 328225 1 =41 0 ? o] C18H3205 none
"OH
|
CH; O 3272175 ] 155341 | 3272171 1 04 0 1 0 C18H3105 none
Possible structure Daughter | intensity mass rank :rarzi bonds b SCore formula fo;:r;rla
3282209 50431 328225 1 -41 0 2 C18H3205 none
3272175 ] 195341 |327.2171 1 04 0 1 C18H3105 none
Hy 2201435 3195 229144 1 -0.5 ? 3 15 C12H2104 | CeH100
2111329 2802 211.1334 1 -0.5 1 0 1 C12H1903 |[CeH1202
2111329 2802 2111334 2 -0.5 2 1 15 C12H1903 |CeH1202
© " 2111329 2802 2111334 3 -0.5 2 1 2 C12H1903 |CeH1202
HL AP " Ha 2111329 2802 2111334 4 -0.5 ? 1 2 C12H1903 |CeH1202
2111329 2802 211.1334 a -0.5 2 1 2 C12H1903 |[CeH1202
1711016 2684 1711021 1 -0.5 2 3 15 COH1503 |COH1602
1711016 2684 171.1021 2 -0.5 2 3 2 COH1503 |COH1602
17110186 2684 1711021 3 -0.5 ? 3 2 COH1503 |CaH1602
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Soft-hydrothermal processing

#.40 Fragment Pattern 24T (327. 2167 m/z)-mass difference M/NE WAL C18H3105- (-0-3%)

Possible structure daughter | intensity mass rank mass bonds h score formula formula
error diff
328.2209( 30481 326.225 1 -4.1 0 2 0 C18H3205| none
327.2175| 155341 |327.2171 1 04 0 1 0 C18H3105 | none
2111329 2802 [211.1334 1 -05 2 1 2 C12H1903 [C6H1202
2111329 2802 [211.1334 2 -05 3 4 2 C12H1903 [C6H1202
2111329 2802 |[211.1334 3 -05 2 1 2 C12H1903 |C6H1202
171.1016 | 2684 |171.1021 1 -0.5 2 3 2 COH1503 |COH1602
171.1016 | 2684 |171.1021 2 -0.5 2 3 2 COH1503 |COH1602
#%.41 TFragment Pattern f#tT (329. 2326 m/z) mass difference D/ & WHEFKE: C18H3305-
Possible structure daughter | intensity mass rank mass bonds h score formula forr:nula
error diff
330.237 | 339477 |330.2406 1 -3.6 0 2 0 C18H3405 none
329.2334 | 1718865 |329.2328 1 0.6 0 1 0 C18H3305 none
. | 229144 | 33103 | 229.144 1 0 1 2 1 C12H2104 | C6H120
Y‘JW
o 2111337 28180 |[211.1334 1 0.3 2 1 1.5 | C12H1903 |C6H1402
2111337 28180 [211.1334 2 03 2 1 1.5 | C12H1903 |C6H1402
2111337 28180 [211.1334 3 03 2 -1 2 C12H1903 |C6H1402
2111337 28180 [211.1334 4 03 2 -1 2 C12H1903 |C6H1402
2111337 28180 [211.1334 5 03 2 -1 2 C12H1903 |C6H1402
2111337 28180 [211.1334 G 03 2 -1 2 GC12H1903 |C6H1402
2111337 28180 [211.1334 7 03 2 -1 2 GC12H1903 |C6H1402
Passible structure daughter | intensity mass rank mass bonds h score formula forr.nula
error diff
330.237 | 339477 |330.2406 1 -3.6 0 2 0 G18H3405 none
329.2334 | 1718865 | 326.2328 1 06 0 1 0 G18H3305 none
229144 | 33103 | 229.144 1 0 1 2 1 C12H2104 | C6H120
,AA,JYwJ\,—\A,-\)k 2111337 28180 [211.1334 1 0.3 2 1 1.5 | C12H1903 |C6H1402
’ 211.1337| 28180 [211.1334 2 0.3 2 1 1.5 | C12H1903 |C6H1402
2111337 28180 [211.1334 3 03 2 -1 2 GC12H1903 |C6H1402
2111337 28180 [211.1334 4 03 2 -1 2 C12H1903 |C6H1402
2111337 28180 [211.1334 5 0.3 2 -1 2 C12H1903 |C6H1402
211.1337| 28180 [211.1334 G 0.3 2 -1 2 GC12H1903 |C6H1402
2111337 28180 [211.1334 7 03 2 -1 2 GC12H1903 |C6H1402
Possible structure daughter | intensity mass rank mass bonds h score formula formula
error diff
330.237 | 339477 |330.2406 1 -3.6 0 2 0 C18H3405| none
329.2334 | 1718865 | 329.2328 1 06 0 1 0 C18H3305| none
R e to tha 229144 | 33103 | 229.144 1 0 1 2 1 C12H2104 | C6H120
2111337 28180 |211.1334 1 0.3 2 1 1.5 | C12H1903 |C6H1402
2111337 28180 |211.1334 2 03 2 1 1.5 | C12H1903 |C6H1402
2111337 28180 |211.1334 3 0.3 2 1 1.5 | C12H1903 |C6H1402
2111337 28180 |211.1334 4 03 2 -1 2 C12H1903 |C6H1402
2111337 28180 |211.1334 5 03 2 -1 2 C12H1903 |C6H1402
2111337 28180 |211.1334 4] 0.3 2 -1 2 C12H1903 |C6H1402
2111337 28180 |211.1334 7 03 2 -1 2 C12H1903 |C6H1402
2111337 28180 |211.1334 8 0.3 2 -1 2 C12H1903 |C6H1402




Soft-hydrothermal processing

.42 Fragment Pattern fiZ47T (503. 3 m/z) mass difference M/ EVVAELES C22H43N605S-

Possible structure daughter | intensity mass | rank | mass error [bonds| h | score formula formula diff
5043015 4872 5043094 1 -79 0 2 0 C22HA4NEOAS T none
5032899 | 14926 |5033016] 1 -17 0 1 0 C22HA3NEOHST none
4873036 | 1535  [4873066] 1 -3 1 2 0.5 | C20HA3NGC4ST o]
Hy 4873036 | 1535 [4873066| 2 -3 1 1 2 C22HA3NEC4E1 O
NHz 4873036 | 1535 [4873066 | 3 -3 1 1 2 C22H43M60451 0
o 4873036 | 1535 [4873066| 4 -3 1 1 2 C22HA3NEC4E1 O
. Ly_, & 4873036 | 1535 [4873066 | 5 -3 1 1 2 C20HA3NEC 451 o]
OJ\N H 4572048 2446 |457 2961 | 1 -13 1 0 1 C21HATNBO 351 CH20?2
4572045 2446 [4572849] 1 99 3 4 1.5 | C22HA N4 0451 HoN2D
4572048 2446 [4572849| 2 99 3 4 15 | C22HANAO4EA HEN2O
45720451 2446 [4572849] 3 99 3 4 1.5 | C22HA N4 0451 HoN2O
4372201 974 4372223 1 072 4 -1 2 C21H33N40 451 GH10N20
437.2201 974 4372223 2 22 3 -2 2 C21H33N4C 481 CHIOMN20
4372201 974 4372223 3 072 3 -2 2 C21H33N40 451 GH10N20
437.2201 974 4372223 4 22 4 -1 2 C21H33N4C 481 CHION20
4372201 974 4372023 5 -072 4 -1 2 C21H33N40 451 GH10N20
437.2201 974 43722231 6 22 3 -2 2 C21H33N4C 481 CHION20
437.2201 974 4372223 7 22 3 -2 2 C21H33NA0 48T CHI0N20
4352193 4649 43621441 1 49 4 -2 2 C21H32MN4C 481 CHTIN20
4352193 4849 [4382144] 2 49 4 -2 2 C21H32NA04ST CHT1N20
4352193 4849 [4362144] 3 49 4 -2 2 C21H32MN4 0481 CHTIN20
4352193 | 4849 436.227 1 =17 4 -1 2 CR22H34N30451 HINZO
403.2659 925 4032617 1 42 2 4 2 C18H37NGC3E1 CAHEND2
403.2659 925 4032617 2 42 2 4 2 C18H37NA03S1 CAHBND2
2571493 2112 2571501 ] 1 -03 3 4 2 C12H2TN204 C10H22N408
Possible structure daughter | intensity | mass rank Zﬁz? hornds | h | score formula formula diff
5043015 | 4872 |5043004 1 -79 0 2 0 C22HAANBO5E none
5032999 | 14926 |5033016 1 -17 0 1 0 C22HABNEOESE none
WHs 4873036 | 1535 |487.3066 1 -3 1 2 0.5 C22HABNBO4S1 o]
\H; 4873036 | 1535 |4873086| 2 -3 1 1 2 C22HAINEDAST O
HC ' o, oH 4873036 | 1530 4873088 3 -3 1 1 2 C22HABNBO4S1 0
Ha Nj: J\I/kﬁ 45873036 | 1530 4573066 4 -3 1 1 2 C22H43NG6 0451 9]
5 NNJ\“/"H 4873036 | 1535 [4873066| 5 -3 1 1 2 C22H43N6 0451 o]
© 4572943 | 2446 |457.2961 1 -13 1 0 1 C2THAINEO3E1 CH202
4572945 | 2446 |457 2849 1 99 3 4 15 C22HANAGAE H2N2O
4572045 | 2445 |4572849| 2 99 3 4 15 C22HAINAGAE H2N2O
4572045 2446 |4572849| 3 99 3 4 15 C22HAINAGAE H2N2O
437220 974 4372223 1 -22 3 -2 2 C21H33N404E1 GH10N2O
4372201 974 4372223 2 -2.2 3 -2 2 C21H33N40451 CH10MN20
4372201 974 4372223 3 -2.2 3 -2 2 C21H33N40451 CH10MN20
437220 974 4372223 4 -22 3 -2 2 C21H33N40431 CH10MN20
4372201 974 4372023 5 -22 4 -1 2 C21H33N40451 CH10N20
4372201 974 4372223 B -22 4 -1 2 C21H33N40451 CH10N20
4372201 974 4372223 7 -22 4 -1 2 C21TH33N40451 CH10N20
4362193 | 4349 |4362144 1 49 4 -2 2 C21TH32N40451 CH11N2O
4362193 | 4849 4362144 2 49 4 -2 2 C21H32NA04E1 CGH11N2ZO
4362193 | 4849 4362144 3 49 4 -2 2 C21H32N404E1 CGH11N2O
4362193 | 4849 436 227 1 =77 4 -1 2 C22H34N304E1 HIMN3O
403 2659 925 4032617 1 42 2 4 2 C18H37NA03S1 CAHBNO2
4032659 925 4032617 2 42 2 4 2 C18H37NA03S1 CAHBNO2
2571493 2112 |25715601 1 -08 3 4 2 C12HZ21NZ204 C10H22NAOS
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Soft-hydrothermal processing
#.42 Fragment Pattern fZ4T (503. 3 m/z) -mass difference M/ ZUWFEELES C22H43N605S- (-0 %)

Possible structure Haughter |ntensity  |mass rark ;nf:z? bonds |k score  [formula formula diff
5043015 4372 5043004 11 -719 of 2 OfC22HA4NEO551  Jnone
5032999 14926| 503.3016 11 -1.7 of 1 OfC22HAINEO551  Jhone
NH, 4873036 1535| 4573066 1 -3 1 2 05jC22HA3NG0451 10
H OH 4873036 1535 4873066 2 -3 1 1 2C22HA3NEOAST |0
NH, . 4873036 1535 487 3066 3 -3 1 1 2C22HA3NEOAST D
M NH 487 3036 1535 487 3066 4 -3 1 1 2C22HAZNEDAST O
et 50 487 3036 1535 487 3066 5 -3 1 1 2C22HAZNEDAST |0
H 457 2948 2445|457 2961 11 -13 1 0 1C2THANBO3ST  [CH202
e J 4572943 2445] 457 2849 1 99 3 4 1 5[C22HATNAOAST  H2MN2O
4572943 2445] 457 2849 2 9.9 3 4 1 5[C22HATNAO4ST  H2MN2O
4572948 2448 4572849 3 99 3[4 1 5)C22HATNACAST  H2N2O
4372201 974] 4372223 11 272 3 -2 2[C21H33NADAST  JCH1OMN2O
4372201 974 4372223 20 22 3 -2 2[C21H33NADAST  JCH1OMN2O
437 2201 974| 4372223 3] 22 3 -2 2IC21H33NAOAST  JCHION2O
437 2201 974| 4372223 4 -22 40 -1 2[C21H33NAOAST  [CHION2O
4372201 974| 4372223 51 -22 3 -2 2JC21H33NA04AST  JCHION2O
4372201 974| 4372223 6] 22 4f -1 2[C21H33NAD4AST  JCHION2O
4372201 974| 4372223 7l 22 4 -1 2[C21H33NAD4ST  JCHION2O
4352193 4840 436.2144 1 49 4 -2 2[C21H32ZNADAST  JCHTTMN2O
4352193 4848 436.2144 2 4.9 4 -2 2[C21H32NADAST  JCHTTMN2O
436 2193 4349 4362144 3 49 4 -2 T2 1HI2NAOAST  JCHITN2O
436 2193 4349] 435227 11 77 40 -1 2AT22H3ANZ0451T  HINZO
403 2659 925| 4032617 1 42 20 4 2[C18H3TNEO351  JCAHEND 2
403 2659 925| 4032617 2 42 20 4 2[C18H37NE0351  JC4HEND 2
2571493 2112] 2571501 11 -08§ 2l 3 SIC12H21M204 C10H22N40S
2571493 2112] 2571501 2| -08 3[4 2C12H21N204 IC10H22NADS

V7 RKBVLERIZ 30 b U7l y & AVBESR S GRS - BER) 1S K 0 REERR L Gl ) A Chb
HLTw—H—I2OWTE I 2D 7 (4. 44, [X. 45 BIR) . F 17 BEEEHIl~—H — 12OV T b,
FIREIZENT 2D 7= (4. 46 & 1R)

> OREEFERGH GBI FrEOWE

BRI Lic= X 2 r L 7o A vodbEpsy (F5) 2~v——& LT, V7 MKEL
LS &0 2 U7zl 2 AL EBREE (JRLEE - WiRE) 12k VX 44 B L O 45 ICBWTHURT 5, X, 44 1%
TOZHRETHEINTWE (REFREOWRESY) ThoT, V7 MKEMLELCHAERREZ2ME D
BETH D, [FERIC, RIEEMEEEHROD 243,044 m/z DE— 7 BICHOWVWTH, EOZfHETHESNTEY
B OCREBRZEORREEDY) THhoT, V7 MKEVLE CHARRELRMEDORTH 5,

2%, 151.392 m/z (T 42 |TR LTV D K 92, SRR 2 0 ZHEFIC K Vb LY 7 FKBVLEL T
N4 5 Th 5,

(. 45 |[2& O ZHEF THE SNTWE CREFRFOMREMH V) Th-T, V7 MBI TL{L L7
W ORE, BLOEXOZHIE THESNTME TH - T, V7 hKEVIVER GRS & [F% & s
RWETHHARRRMEOR AT D, 2B V= RERE / ~—D 237.0763 m/z & FA{ET
NG EBREBILODINEO ZEHIZER SN D DI TEARREY (L5F0A RICHKTH T A X
. VT, TAREDNDDLEMIRINY) | RAEEHEE /) ~—LEZXBND, ZALITRNINM L LT
B &[RRI ARSI B W CHE BRI LTV, 153.0183 m/z, 222.0408 m/z, 309.2073 m/z,
397.9181 m/z, 631.3837 m/z, 659.4729 m/z IZOW T HREEDOELEEZ NS, (VT 7HIK)
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Soft-hydrothermal processing

Error Bar : =0/2

400 1600

250 163.0392 m/z 1400 |.237.0761 m/z]
300 - I 1200
250 - mo4y 1000 0%
200 4 m305 07 304
150 - 600 -
100 - 60737 400 | " 6045
50 1 200 -
0 - 0 -
K#EFE  120°C  130°C  140°C  150°C F#EFE 120°C  130°C  140°C  150°C
300 45
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0 0% 19 | = 0%
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WXV LY 7 MKRBILETEMT D8%) (Negative mode)

120 900 Error Bar : *=0/2
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100 -
700 -
80 - N 600 - VAN
m 305 400 - m 305
40 - w0y 300 7 " 605
200 -
20 -
100 -
0 - 0 -
REFE 120°C 130°C  140°C  150°C R¥EFE  120°C  130°C  140°C  150°C
12000
| 329.2326 m/z]
10000
8000 -
0%
6000 - = 30%
4000 - " 604}
2000 -
0 |

KR#EFE 120°C  130°C  140°C  150°C

.45 315.2537 m/z. 327.2167 m/z, 329.2326 m/z DV —VEHES T 7 (X0 HKBELIC I L Y
7 KRB TEL LRV, HAWILY 7 FABVLE THEINT 5 4) (Negative mode)
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Soft-hydrothermal processing

(. 46 [ZZ O ZHIG TN L T-WE (BFED., (M EOFREMEDH YD) Tho>T, V7 FKEUWLETE
EL7Z2V, &I 2WE O, BLOBREFRERDEOR LR~ D,

> BERGHEH OWE

PEESHURI TR L7e T L RO Z By O—8Buk ot —7 FRF), BROZ ) X2 5L T7F 2 AT0
@y (FF) 2~—Hm—& LT, V7 MKBULERIZ X 0 B b Lo pir & ABRIEREE (R - BRI
L VK. 46 1B W TR T 5, 208.0971 m/z DE—7 53, EOZHETHEMLI-HETHY, V7
KRBT L2V H D WIS 2WEOHTH 5, 2N ETOIRMEL TWD, Zh
DITFEFRIC AL CE s ORF L & [F5%E, 55 WILFSELL EOIER L N E L EIEL TWDH Z & LD,
EOZDOEFLIIEEG LAV D EHEE SN S, 503.3m/z DY —7 45T, AR HUZIZ/EE L
O, BOENNIDVELNMFELRVESTHY, L LEOZDOAEFIHESTHINLI-WE (EFED.
REHEOFREMEH V) TH-T, V7 MKBE CREFMERWE TH 5, FRkC, V7 MKkEVT 1
T AT KB FEEE A D 164. 0346 m/z, 178. 0501 m/z, 195. 1011 m/z, 192. 0657 m/z, 224.093 m/z, 253. 1077
m/z, 269.1755 m/z, 279.1338 m/z, 333.167 m/z, 331.1907 m/z D —Z IOV TH, DDA
B E- THINL Y 7 MKEBVLER TR T DB DO TH D, (77 7HH)

250 Error Bar : ®£0/2

503.3 m/z

1000
900
800
700
600
500
400
300
200 -
100 -

0 .

| 208.0971 m/z|

200

E Q0% 150 - = 0%}
VAN VAN
3077 440 - H 307

=605 " 605
50 -

0 4
k¥ 120°C 130°C  140°C  150°C Xk#EFE 120°C  130°C  140°C  150°C

X.46 208.0971 m/z, 503.3 m/z D —ZEES T 7 (XFDOZHIZITL0EIML Y 7 bKEGLE CHIM
THRS. BXOXOZRIZIZI ML Y 7 FABULE CTHAT 5845) (Negative mode)
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Soft-hydrothermal processing
2.4.2.3 T XH ORI REFEREH L B
FIERIC, =/ %% 7D S-plot Mjim?d & — 7 Z T (Negative mode) DARBEFERGH & FAERH (V7 K

KT mER) LOWEZK. 141275, £72, R BIECINENDOY =D —EHfizT T AP LD

BRIy &L TR 5,

203.0816m/z |

259.0969m/z

315.2537m/z

327.2167m/z

/S‘—Plot (Treateds?(é =-1, New = 1) *Eﬁtﬁﬂh
EU) g d[m [m] [ [u]
10 =¥Eﬁ E - Cfn ml, (= 329.2326m/z A
08 - 1. \
[ o ]
e .
oe ] 313.2373m/z
y H
g 0.2 =
5
S o0
Ak MRS 58
0.4 EDZENOEADSLSN I D7 —H—RiEE i
0sl 255.158m/z
08 - ‘I - -
[ ] 1 . -
» B e | EOFEHEE & 8- Nosative, Positive 58 [1:545, T/F 468
-0.002 -0.001 000 0.001 0.002 0.003 0.004 0.005 0.006 0.007 0.008 0.009
V?f;?kmgfﬁtﬁ CoeffCS[2](NewVSTreatedSevere) (X Effects)

X. 47

S-plot Wi¥ED °— 7 ZfEHT (Negative mode)

T X REMEEM L BARS (V7 MBI rER) OlEK-

.43

Selected Peak
1

2

10

RpFEET ]

2.4849

1.9439

2.3986

0.7424

3.2144

4.954

5.2988

3.7176

3.8966

3.8985

153.0183

203.0816

210.0762

222.0408

259.0969

313.2373

315.2537

327.2167

329.2326

659.4729

80

~— 7 —fE# (Negative mode)—T /) ¥ ¥/ RERLBAREH (V7 FKERATSrER) OHE-

BAEM (VIMNKBRTOEX) A

2.3127

3.1214

2.4065

3.5408

3.4153

0.742

3.5697

3.8551

4.67

JRF : Negative, Positiveit &

Retention Time (min) Measured MW (m/z) Retention Time (min) Measured MW (m/z)

136.0398

200.0922

209.0461

214.108

247.1003

247.0394

255.158

282.1139
355.2233

B AU T/ HE



Soft-hydrothermal processing

RAVTEIRL T —7 (RTT 4 7 RYT 4 7 OFRTF)) OREEREOR R Eer~T 5, 70K, 45
\ZZEDT T 7 A hoSF—fENT (313.2373 m/z, 255. 158 m/z) %7 5,

FERIC, K. A6 IR LT — 2 (T AV =/ X 46l (F57)) OEREOREZIRTT 5,
FERATBIOFEABICFD T T T AL hXF—fFHT (203.0816 m/z. 259.0969 m/z) % #5145,

.44 BEHRBREE (313.2373 m/z, 255.158 m/z)-T /) X &7 XHT 47 . RIT 4 7 iE-

Possible
Elemental Composition
(Mass difference/mDa)

Selected|Retention |Measured
Peak [Time(min) miz

Hit compound

searched by measuredmass Possible structure

6 4.954 | 313,2373)((1)| C18H34N2CI(-3.8) |(1) 1.2-Ethanediyl dioctanoate e e

{2) | C16H35N2NaC! {-1.3)| (2} Dioctylperoxyanhydride No Result

N.N-Dimethyl-2-[2-[2-(1- .
piperidinylethyl]-1H-

(3)) CTIRIARGO2C 033 benzimidazol-1-yl}-1- @5{\_0
prepanamine

1-[2-(5-Phenyl-1,2-oxazol-3-

7 3.5697 | 255.158 [(1)| H15N160(-3.5) |(1) Dethloiboriding

Q'“"‘o

1-[1-(3-Phenyl-1,2-oxazol-5-
(2)| COH23N206(2.4) |(2) ylethyl]piperidine

(3)| CBH20NBO2Na (3.5) |(3) N'-(2-pyridinylmethyl)-1,2—
ethanediamine

%
N.N-Dimethyl-N'—{2—-pyridinyl)—- C(g(‘:]
I N

#%.45 TFragment Pattern f##T (313. 2373 m/z)-mass difference M/ ZVWEALES C18H34N2C1-

) ) mass formula
Fossible structure daughter | intensity mass rank bonds ol SCore farmula

error diff

oM,

&

728, Fragment Pattern fEMTIZISUNT, 255.158m/z % 3 #A% ((1) HIGN160 (-3.5), (2) C9H23N206
(2.4), (3) C8H20N602Na (3.5)) &bt v M A{LFEME ORI HEEIX /R0 > T,

RPERRIEHAN DO 7T A D = 2@ 315, 2537m/z, 327.2167m/z, 35 X T 329. 2326m/z 14,
AR 12,31 ~—7 —Effi Negative mode) ~= / ¥ % & RpEffitsih & PEE o lhle | F5 L OVR. 35,
.40, F£.41 LEEETH D,
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Soft-hydrothermal processing

#.46 BERBRER-= /) XFF TFIVRAY, =) XX ribE-

. Possible .
Selected R_etentlpn Measured Elemental Composition Hit compound Possible structure
Peak (Time(min)] miz ) searched by measuredmass
(Mass difference/mDa)
2 1.9439 |203.0816|(1)| CE6H11N4O4{3.6) |[(1} Tryptophan
(2| CAH1MIN8BS{-1.1) |2} 1-Phenylnaphthalene
(3 ChH1508 (4.9) (3) 2-Phenylnaphthalene Q O
5 3.2144 | 259.0969 | (1)| C13H1604Na(2.3) [(1) Sodium decyl sulfate
Sodium 5-allyl-2,4 6—trioxo—-5— o e
(2)| C10H15N206(3.9) |(2) (2-pentanyltetrahydro—2H- T
pyrimidin—1-ide
(3)| C11H1IN6O2(26) |(3)| ' Benzoviml2-dhydrom2- A5
quinolinecarbonitrile @

.47 TFragment Pattern f#HT (203. 0816 m/z) mass difference M) U HELT C6H1 1N404-

Possible structure daughter | intensity | mass rank. mass bonds h score formula 'FOFHI'TL,”EQ
error diff
o ANH: 204 0842 851 2040859 -17 0 2 0 |CoH12N404] rnore
Os N
JI 2030812 5211 203078 32 0 1 0  JCEH11N4AOY] rore
N7 S0
H
HAN” 116.0612 7 116.046 52 2 1 2 C3HBN302 |C3HENO2
Possihle structure daughter | intensity | mass rank mass bonds h score formula forr.mula
error diff
204 0842 851 2040859 -17 0 2 0  |JCEH1Z2N4C4] rore
c 2030812 5211 203078 32 0 1 0 JCEHTIN4O4] rone
“”\/H.QLN'—“\"«"“J\D,.
¢ 128086 597 120.0638 22 2 4 1 CAHTNBO2 [C2HANO2
116.0612 v 116046 52 1 2 05 | C3HEN302 |C3HENO2
Possible structure daughter | intensity | mass rank. mass bonds h score formula formlwula
error diff
9 CEH12NG
0 I OH 204 0842 851 2040859 -17 0 2 0 04 rnone
N W
| H
N,, A
HO ™ CBHT1N4
2030812 5211 203078 32 0 1 0 04 rnone
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Soft-hydrothermal processing
.48 Fragment Pattern fEHT (259. 0969 m/z)-mass difference D/ X WA C11H11N602-

Paossible structure daughter | intensity mass rank mess bonds h score formula {Orf”U|a
error diff
5 2601005 1906 2601022 1 -17 0 ? 0 JCTIHIZNEOZ] none
" CH
Htc\N)JIN, ’ /ﬁ
| N
D%N N/>_ =
|
CHy 259 0963 9531 259 0943 1 ? 0 1 0 JCTIHIINEOZ] none
Paossible structure daughter | intensity mass rank mess bonds h score formula {Orf”U|a
error diff
NH,
1=t
”NI/N 2601005 1908 2601022 1 -1.7 0 2 0 |CTIHI2ZNBOZ| none
Hy 1]
o
(S 259 09863 9531 259.0943 1 2 0 1 0 JCTIHITINBOZ] none
He'
fi [
FPozsible structure daughter | intansity mass ramnk mass bonds b SCore formula ormua
error diff
77
Ny, 2601005 1906 2601022 1 -17 0 ? 0 JCTIHIZNEOZ] none
W,
ZN
H;C’O‘ES 259 0963 9531 259 0943 1 ? 0 1 0 JCTIHIINEOZ] none

V7 NOKEMLERIZ K0 240 U 7o iy A JUBRREE GRS - Wefi]) (2 L 0 REEFREHM CHit L7~ —H —
IZONTE B ﬁﬁﬁ%: Wiz, o, FARMM~ — B —IZOW T[RRI 2D 72X, 48 )

4. 48 O ARAEFELEFHA 203. 0811 m/z 1T & D ZHEETHM, HHWITHD LT=WETH-> T, Y7 hK
BV TR T OME TH D, RBEFEEHIRIO 210.0762 m/z b REBEOWE ORETH 5, X, 48 DABE
181 259. 0969 m/z, LTV 313.2373 m/z I, %®_ﬁﬁfﬁ%éht% T CHho T, V7 bKBULEL T
fELL2WE, T72bb, EOZRETHESNTEWE REBEREOFEMEDHY) ThoT, Y7 K
BULBECEL LRWIEORE, BLOE O R CTIHE SW-WE T%OT V7 R KEVLER CARAERE
Bet & [FSE L WD WE TH AR EORETH S, K.48 OV 7 FKEVLEER M (FFAERGH) Mo
255.158m/z D — 7 fi3IEE O Z 0TIV L-mE (BFEY., Rt EoriEEH V) Tho
T, Y7 MKREEETEA L2, HDHWE, BISHMT2WE TH D, 1EI0OFAERM (V7 FKE
Fut R) AORS TH D 200. 0922 m/z, 209.0461 m/z, 247.1003 m/z, 247.0394 m/z, 282.1139 m/z,
365.2233 m/z b XD I TN L - WE (EBEW. (M EORREMEH V) Tho T, V7 hKEUL
BTE L LW, HDHWE, BICHENT2WETHD, (77 78K ZibOaE, 2o ad
OIRIEL CTW5, IO IXEBICHALRM Gl O & [F%, H25WIRFEZEL EOIHER K ONE %2
FRELTWDHZE LY, EOZDOEFTLITEG LN b o LRI,
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Soft-hydrothermal processing
> OREERERGM GERERH) FRA OB R JOVERM (V7 KB rE R) B OWE (255. 158 m/z)

Error Bar: +0/2

45 f 1 250

o |203.0816 m/z]| | 313.2373 m/7|

35 200 -

30 \ i

’s m0% 150 - =0
VAN

20 305 100 - H 307

15 - " 60%) m 6057

10 - 50 -

5 -

| 0 .
K¥EFE  120°C  130°C  140°C  150°C K¥EFE 120°C  130°C  140°C  150°C

80 300
|259.0969 m/z | | 255.158 m/z |

70 -

250
60 -

200
30 1 m 0% 0%y
40 - 150

3053 305
30 1 100
20 = 6073 " 604
10 1 50 -
0 - 0 -
K¥EFE  120°C  130°C  140°C  150°C K¥EFE 120°C  130°C  140°C  150°C

[X.48 203.0811m/z, 259.0969 m/z, 313.2373m/z, 255.158m/z Dt — 7 EFES 7 7 (Negative mode)

2.4.3 BEEH, B0 L OBEARMOBRTHELE

HEH OIX. ZRETHIREIO RN Y 7 MK ot 22k BB E O ZEBEEANE O A B RES
FHEYE T(Eﬂ:@nﬂﬂﬁ%ﬁo 72, XOZIEMAEM DO EZEIEEA T =X LD, BLOREDZ 73
RTE R I C RN TIE (LT D IR A Z v a5 — 7 — ¥ OV E DN THEH 5T s R A
ISR AEMEER ANEEMEIR O 7V — T L EE L, Z ORFFERRE & AR B #E D 7=,

XD ZFEEBRICIEBYE T n T 7 — B S a7 7 —PIEE ORI IER IR b A E E XS
TS, 77205, FEEEHEORERERIC, T e T 7 —BIEMENERIZR D & FFEED BAFIC
Rk S, BB~ a7 7 —ERNERICR D k%%%%ﬁkwﬂ%éné EEZBLITND, K. 78 5 [X. 81
Y7 MAKBVLEC L D T a7 T — B OR B E IR T D,

HHF LTI K D4kRE & Y 7 MAKBVLEZ 1 5 BARHUEES Tl & IS FEEERP BRI THY . F
M7 a7 7 —BIEHRILE - TIEM L S e, —J7, BERSHIC K 2385 Tl 7 v 7 7 — BiEHE
R S D OV S H D FEBR XA b~ T ds L2 32400 OTEMEAE %2 7~ L?to XY 7 MK m ' R
WERZ L T a7 7 — B OBREEEZRET 20803 H 5 LRI 5, —F CTrEEREFTEZIE
#é&%i%nfmé@ﬁfu%7—ﬁ®%ﬁm\ﬁﬁ%%miéﬁ%\y7bmﬁﬂﬁmiéﬁiﬁ
(Z X DB, BLOBEEHIC X 5BEFD 3 SOFEBRX NI T HRE RIGHEOLTITR 5
oz, bebe, THUAVOBKET o T T —BOIRHEIIRN o0, KRERZENRL SR Tz &g
End, Ubkv, V7 hKBT ot AMBE#CAERT SEE7 Ty ADEBT AR e T 7 —ETE
PRI, BN & RS OEMEE R L, BT 2 5@ O BEREEEEZ R Lz, L LR,
PREVEME A R T & B OGN LT 07 7 — B OIEMIL, @FEEHIC X 2857, Y 7 MKEWEIZ L %
TR X 2305, BLOWEEEHIC L A8EED 3 SO ERKICHIT 5 A BEAEITMRTE R0 o7,
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Soft-hydrothermal processing
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.49 BEAKPNTHT 0T 7 —PiEE
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Soft-hydrothermal processing

14 -

E’ 1.2 -

S,

2 14

o>~

£ 08 -

= vz

= o ——RE

(=) b 9

3 -/ 7oK ERALIE

= 0.4 1 e BEIT I

Q

& 0.2
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0 I I T 1
40 50 60 70 80 90
Culture period (day)
.51 BEARBHNBRET T T —BiEHE
1.4 -

o= 132+
£
~ 1 -
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> 08-
= ——EE
g - KL
2 e BTG
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40 50 60 70 80 90
Culture period (day)
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Soft-hydrothermal processing

2.4.4 XD TEHERS OBEE L iR

FiRD XSz, TF AV BT ) XX OFERMB L OERGEORR D Y 7 MKV & XL
oS TP I 7o FRAERR L, REFFREEHIL) 15 D V72 iR K T E | 43 % LC/MS #ricti Uz, =Rkt
&7 T AL — T, KW TR 2~ —J— @ S-plot I X Sl ER, o FREdEE, T —2
N=ZMHK NS 7T T A M 2TV, ZORR, WIZEFRTDH5 50 b Reffov—I—% Y
ARNT v T T B ENHEE (BRoK B—2iHEfEs 5 7 B1),

I.

II.

ITI.

Iv.

TOZFETHEIN-YE RER. DOVIITEBEERYE) THY, V7 MKEWHETH
AT RER B DR
— R TEEHET ) ~— (N2 R0 EUVBIEROILAEY) BREA) Th D EHEES
No, APEIX, V7= CHRT D AREMERE, V7=V HROBRFET ) ~—3& D1
RO N H—L L THET D2 b, N7 T U7 R ~OBEERZR>Z ENmbh
TWb, £ LTA M VEBIEZFFONFRE ) ~— AW, B Y 7 b KEVLERTR
FEITARTE LTI BAR5 1-ay CTh D L HEE S iz, iz, B oS FRCSWREHT T
T A DHITEREICHE SN DS, BERSHIC Y T FKBMLEE 2 HES Z S K o T BRI N B
RS ED ZENFRETHDL Z L BN LT,
TOZHIETHEIN-YE RER. DOWVIITEGERHE) THY., V7 MKBULETH
SHINCBAETRERYE DR
—  [FERREHRLODRWERET ) ~— (7w AVBRRBEER IR OEY) ] ThD
CHEE SN, AWEIX, SR OEE (b REWD, BAEMOMHICEE L, sz
LIENHELVWEEZOND, EREZLEUOMEDOI L, EOTHMIZEHIND b OICTE
AR (AFXRA RCHKT DA AT, T, TASEONDDLEHIRNY) | BETF 5
Do TAUDITININM & U ClFE R & FARICHARSHIZB W THOEERML T\ 5,
EOIRHETHESNTWETHY, V7 MKBATELR2VWME DR
— BBt OIbEY) Tho TSNz, AWEIL, R OBDELREWZD, /F
AR OB ICEE L, IR T2 N FE LV EEZ NS, BEHEEIRE 2 < S0WE D
2L, EOIEMIHEHIND B DOIC T2 XX, 7A~, B —h TR FOWbHEHITR
M ZET D, TIVHIZEINE & U CEF R & RRICHARE ISV THIRIMLTWwa,
TOZHEETHEML-YE (BBEY. 50 IREY) THY., V7 MKRBAE TREFRERY
B
— ZRHBDETORIEL TS, ROHTElti X O ClIMEm RO IEEZ /i3 2
EIXREECH o 72D, EBRICHAER Tl O & F%, &2 WIXFE%ELL EONHE &K ONHE
HEFELTWD Z & BROBRIT » 7ol a5y D GC/MS Doy HT il AT EE SN TR D K 5 IHEH
ENb, Thbb, V7 MKEVLEIL, ENHEEDEHE, HOIWIXAEL LK EERA T
PrET 2L, EOZDOEFICLY a—rar7RBR FITE LiiEnesibilinsgd Y 7 b
KREMLPZ LY, YE (VU —=27) L, BRETDHZELICRVFAELTND,
EOZFETWMLIEWETHY, V7 MRBLETE LRV S D WIXEITEMNT 298 O
— ZRHBDETORIEL TS, ROHTElli X ORI ClIfEm RO @M% /i3 2
CIIRNEECTH 52720, MS A7 hALTF—4 (n/z) TR ETEET —Z ORBICED S, 2 biT
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Soft-hydrothermal processing
TR AR Tl OB & [R5, H A WIEFRSEL EONFER K VR E A FZREL TWAH Z & X
D, TOZOEFLIIBEE LWL EHEIND,

Bt rh O WS S RAGE BT T T v A IR E SN 508, HEEE DI, BEERHIC Y 7 b KER
PR Z 2L > T, B D HlEM S5 Z ENARETH H Z L 2L Lz, SRS
LIe7F oAy (Bl a—rar7 I—ARnERED LWTLT, =/ X7 (a—ra7I—
ANERED Z2HAWTHRBBRTH RO REEZHZ NS, V7 MKBVLEIC X > TR RS D 5SS
ELTCZATIFEGENZET 5D, JFEE Y 7 MKEVVER CRIALES 25 Z L2k v K. 23 15X, 29,
BLOKLITIIRLEGEIRE ) ~— (RN=V | I~E, 7 o)V ZRBIEEE) BERLEDZDOREAR
KV RMINDY) 7V =  REEROIEEEZMET 5 2 LIC KD T O ZOEFRDEINT 5 2 & L
Id, Sl SN EEFBRE ) ~— O [ UROSEERIZ IR 2 22 3B A CTIEB 522 Tl
RNLOD, B-O4fEHEGTY) V=AY T —OEBENFIFFICEE SN TW D AL RIS LD,

BERFHLOAE N LITIEE DR T, SEOE TICE D TERNWESNNTWVDEN, TOAI=AALILT
RO 3 DBLEMN HIFTE I TV D DRI ST auy,
(1) BEHICHRML7-%8E (aAXh, 7A~v, vAKFZ, av kb, BE— "R Y) Ox0Z4tEE
WZFESIERT . 91kd 2 WITEE,
Q) AWmkoxoZABREDYE
FoN—E, NAXE =B FTIVHMRET. nERERT T IS —8, FT7 I UM
MR, TaT 77—,
(B) KNEHKDOXDZABHREDY
H)-TVantdy (BAFXFTAX), B s BAFTT AR Ve Y TARUVEORE R K
DFEMALY

A O, ERROBS S 3N R THlD CTREHE DAL TS & 0 AR A B = X W iR L 7=,
FThbb, EOZEFICKLERY V=V HKOE O ZABREWENEEHICBOCERZ L, bIEe
EOZBEERBRRWT D) T =V fRERE TII AR CERLSRD L HRB LTz, £2, TO—FHTHZE
F DI 200 CLL R TIER LR W FREEDRERAEG DY 7 =N Y 7 MK v 212 k0 | g
HIERRC D e S FRIENE LINFFIZ W E D Z DORER CTH N CE DRREICY 7= B a0 gL, B &
ORI E FRRICE D Z DY V= U R TO M TCE L0152 8, BLXOY 7 MKET
BERZLY EOZDOEFIMENREET HE O ZAEFHREDE CBEY. 250G bihtbkE
THZELIZR D FASEE LTHAHTE S Z L2k Tr —2 K06 LT,

FAEAD =X LEENTDHE TERDOIE 7 7 2% —fbr (X.20, X40)) (&3 ko0, RERE
Bt GEF ) 13E 0 ZABICE VBRI BB E 2D, £ LT OBERMITY 7
MAKBVLIRZ i3 Z L1 L0 2 OB (R, FFE) IZL7ed-> T, M (A=, a—ra=
7). BLOHEAREY (LX0A RICHKTDLIAXD, UTF, TASEDOWDWD LRI OV
J =k & O I ERER T H R E DZRREICRROONC R L AR L U T EER OIS Rk O b
FEH GEF ) ICHAR SN D, TOFAERMITY 7 MKBVLEIZ X0 AR SV iESE (a2
XJp, TA=, FAK, Ay by, BE— b RE) BRI 52 LI X0 RS GRF ) &
FRRICEARBIGE O XD Z M E LTHERTZENTE L0 TH 5,
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Soft-hydrothermal processing

3. FEIMHRORBIRFTE
3.1 (EX
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Soft-hydrothermal processing
3.2 &K
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Soft-hydrothermal processing
3.3 FEERERE - BYHOBELHLNCTHIER

it S
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Soft-hydrothermal processing
4. AR LIZEWRP 26T 2R
KREEIZIVEBT2EMN BT 6 TR

>

B 11T, BUE 66% (PEH AL A~ 2AZ2 T EESR) LoHEIERITIZA DRI STy
PEX O T B A TGS LT 100% BRI CE A Lich D, Lizio T, hBifi RSN
P TEEN B EDN TV D BREELHEE T OBIRN TE 5, £EH. &5 W IR EREIC
PEOBRBEAMAEH TE D LI3T#wmThH 5,
HEEE DIL LCA (FA THA I AT RARA LN ZIRIC U BREPEBWERCMTIETH D
LIME2 (EERE 2 ST 2 REC AN FIE) ICXVREANERE LMz FEm L=, %
DOt E . LIME2 [ZBRBE A M O REEEIC T » TRl 5720, RFHEE (H) TEe
TS DL, V7 MKET v R KD FAERMOZ ) NBREZEBO/NIWFERE o7,
i, HEEE (BIRSEORFRL ICHEZORENRKESERLTBY, ZOHEAOHIC
(Y DNEENDITZHEEZLND, LIzRN-oT, CO,HEHEIT 16%WE 2508, v —H—
7w b7 U2 RS 46% & KIBIZID Z LI L0 FRARICRIET D & Ak e U CEAMLEE U RE
DT NERBERED /DI ER L e o T2,

LIME2 iz X 3 LCA
BEEH | FAEH | HIREE
£ M 5.62.E+08 | 5.24.E+08 7%
INLLEIES DALY 1.70E+01 1.59E+01 6%
HEEE = 2.56E+08 | 2.38E+08 7%

—RAEE ke 3.22E+05 | 3.05E+05 5%
2 iktE | EINES 1.53E-06 1.46E-06 5%

TR R R (BUR) RIS O BREEAM O&EH 562, 000, 000 /4R A PE £

6.00.E+08 8%

5.00.E+08

4.00.E+08 o

3.00.E+08 4% @ E g

2.00.E+08

1.00.E+08

0.00.E+00

LIME2[Z & BLCA

5.62.E+08

24.E+08
7% 7%

- 6%

- 5%
5%

2.56E+08
38E+08 AR

C 3% IR

2%

1%
1.70E+01 3.22E+05 1.53E-06
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7. HEXHE

Subject: Use of Soft-Hydrothermal Processing to improve and Recycle Waste Mushroom Substrate for
Sawdust and/or Corn-Cob Substrate Cultivation Media. (Project No. 3J123002)

Representing Research Fellow: Toru Miyamoto, Ph.D, belonging to M aeda Seisakusho Co. Ltd.

Abstract: Recently alifestyle of fitness is becoming more important in Japan, consequently mushroom production
has increased substantially. Therefore, district in which large quantities of mushroom are produced and consumed,
such as Nakano city and north region of Nagano prefecture, substantial amount of used and waste culture medium
of edible mushroom are recognized as social problem. Hypsizygus marmoreus (peck) bigelow (Tricholomataceae)
is a mushroom that is cultivated and commercially available in throughout Japan as well as Lentinula edodes and
Flammulina velutypes. Commercial strains and various culture techniques for high productivity have been
developed, for example the contents of the medium, temperature of cultivation, and selection of strains, but there no
effective methods and useful techniques have been developed for recycling and utilizing the used (spent) culture
medium of edible mushroom. As aresult, the used (spent) culture medium is disposed as an organic waste without
any effective use and application (e.g. utilization, reuse, recycle, €tc).

We have developed a groundbreaking method to effectively regenerate used waste culture medium of edible
mushroom by means of the soft-hydrothermal processing, which can control the steam saturation ratio. The steam
saturation ratio was calculated as follows:

Steam saturation ratio (%) = { Steam density (kg/m°) / Saturated steam density (kg/m®)} x 100.

The success of this process lies in the high steam saturation ratio area of the liquid phase of water and is
characterized by a higher ionic product (kw) than that of ordinary water. The ionic product is a key parameter to
promote ionic reactions and can be related to hydrolysis. The ionic product of water is 1.0 x 10 (mol/l)? at room
temperature and increases with increasing temperature and pressure. A high ionic product favors the solubility of
highly polar and ionic compounds, which creates the possibility of accelerating the hydrolysis reactions of organic
compounds.

We have demonstrated that the culture process of hypsizygus marmoreus has been to be adequately mycelial growth
and maturation, and a high yield of fruit-bodies and appreciate quality of fruit-bodies have been achieved.

And we have suggested the mechanism of regeneration of the waste culture medium. The waste culture media of
the edible mushroom are the plausible candidates as raw materials containing partially degraded lignin. Recently,
we succeeded the microbial production of the aromatic monomer of phenyl-propane structure from the waste
culture media of the edible mushroom, Hypsizygus marmoreus. The yield was elevated after the pretreatment by the
soft-hydrothermal processing of the starting raw materials. In this study, we traced the water/acetonitrile-soluble
low-molecular weight compounds during the pretreatment using the LCMS analysis. Multivariate statistical
analysis revealed the behavior of aromatic monomers which were consumed along with the growth of H.
marmoreus and regenerated by the soft-hydrothermal processing. The LCMS analysis coupled with the
chemometrics procedures was a robust tool to summarize and visualize the complex components of the
bio-resources. We believe the hydro-thermal processing contribute “the sustainable sound material-cycle Society”.
Key words, Corn-cob based Cultivation, Improving and Recycling, Soft-hydrothermal Processing, Sawdust
Substrate Cultivation, Waste Culture Medium of Edible Mushroom.
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