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A4 (RSD=8.0% ,n=>5) o /L 1F 2 T Ha=\rh , FrakAS i ik S B0 H AR - B 1R 1 i W 22 2
(51T, BTk o3 ~F- P e e o I35 Hoth (DG) JPEATHJhBkRE IR ARk (PC) (E18) o ik
B Y R B R - LU T S5 A e, ot P v o i e e 0 DA R RIS o3 A g A T8
TEVAJE EAER L 2. 3 ARNSHH [ EEA TR rh S B (I AT A A, filiR i o FRIRMS SR 365K 45
[T B R ZE AN R B -1/ z o 3 5 2, R IR T FASE HOBUBE) A (L RS i 254
2280, X AT 2 FASE B E R IR B 2SI I PRl (Di1155E A, Analytical and
Bioanalytical Chemistry,12,2011)

[0094]  KiMasSpec Pen)tilf 55/ JSEAIMSS AL NARAFIMIDES DI ik A TEE B8, AE {10
T S AN RS FE e s 7 R 4, PRUOA AR A AU 2 TR B 38 % i A BRIV 2
FESE TR, ok B KV E DRI A MasSpec PenflJ'6 ik 552k H A FHACNAIDME [1)
DESTHYGIEHZ R Mm/z 500%m/z 1800f1) 5 T-Fh2ks, Horp PEAS LD 3208 =7 , i 4
PE (40:6) (m/z 790.539) FIPE (38:4) (m/z 766.539) .[K6A-B/xH TPI(38:4) (m/z
885.550) FIPS (38:6) (m/2834.529) 3K [IMasSpec PenFIDEST 1) G s 1 = Bl , it
AN AEICIE, AEMm/z 1500%Em/z 1600/ 5Tty BN Wk T A 5 m/zi—41 1, =
BT E B N SRR OB RS (CL) AN/ sl ibmdfE — 8 4k .

[0095]  JE—20 AT Lb AR T4 0 B AR I I P 43 —F- P 2 S5 B KA S i AN 2
DL SIZ56: 254 MARTR] NI — AR A1 2 00 R R BRI DES T3 Fh S Z 2 R e 43 - ks
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fiiJ[{MasSpec PenfIDEST FRAF BTG IS, AR TR 52 AR 0. 9, FEAH Y AR
JEREIE (S/N) b R RE S TR (KI60) « bR T HAIAF 2 %0, (dE & Ak % R i1
IKE CEFINIR G, /E MasSpec Pen[MIAF I ALt o FITARAFI BT 2 30 55 2l K BTk A3 1)
JoT it U2 21 g BREE AR R T Rh 2, L e A A - A 22 ik (BI3B) o Al , ol TR
R TE R B K E A AT T LA N2 T MasSpec PenS25:

[0096] by T 1EAl R Ge AR, AR AL L0 AR R AR 0D g AT 8200 By, I HLE
H AR G R PN A R A FR S A B T F R

[0097]  NSE 2R MIE R AR 15 0T &) 25T 1T PR S B DA
T NEA - 2Wr T IASOHART) MasSpec Pen R4t FT-HE A E AL AT
FEARIIRE /T, 04T 1A FEFLRR B IRES 45 L AR BRI B F R AN [ 41 2R 2 62 A4
SIS o FKAE N R R S R I 575 AR e A 01 2 1B USRI I PO s T
DEST -MS3l i W2 2] (1947 - 85, Forh AT AR 32 = 1A Y A IR o2 o SR T 22 5oy 20
(PCA) K Get1hiEfiMasSpec Pentt ANFEAHIFRIRRN 2> HT A O MERE  MOZ T B2, P&
K85 % [T ZE T =Ny AR B T AE « e B9 H AT I, ARG e 1 5 1 HHAER
RIS L 205 R L 2 A TR o A AU IRE , AR DU X N it AR D) iy i
R 2 — R A 2 B R 2, OF FL = B A A R S AN R I PO A iR S e
JIPRZEB-4 (K7 A MEARRI R Gl R T AB A B A , M AIEH FIR A
PRI Tk~ Ti2Wes RS AR 43 B 2 N BT s A BT A Fo A faa 41 445K
137 RN R

[0098]  JMiMasSpec Penfl&E 11, LA3 AT iE 5 MRS AFUR (=5 1EH FUIR , n=51"3_
B S ) AR (n= 5 1E 3 R AR , n= 4P FL Rk R e , DA K= 14N BEa i FER
BRBRIRR) AR 20 AL 2300 o - A A 2R AT £ 2B RS 1 Bt 2 I HH
I DEST-MST 1 i M A ZHZUNER B+ = 200012, Fod B s B Ao
NEIATR AN G 2 IR 5T o B0, BT FLK AR R s 41 43000 3R A 1 Joa ol S TR HE S T i DEST -
MSTHY % 8 Wi Wikr BRI igiih2s  (Zhang®: A ,Cancer Research,76,2016) , t04F&Fl
R FF R CLAN At H B IS, 15 4P (38:4) (m/z 885.550) \PI(36:4) (m/z 857.518) . PE
(38:4) (m/z 766.539) FIPE(36:2) (m/z 742.539) (52) &1 1E# HUR R4 L) KA
A BT A i, 2 I HE D = B R 5 e i m/ 2 126,904 B4 e A e i)
m/z 145.050 % MR N/ 2z 175.024 827 & V3B N C36H7809N3 I [m/ 2
822.472 D) K %5 MPT (38:4) [Im/z 885.551 (KI8B) « A5 BRI 2, — A VAR L AR AS
(z) P2 B, 84m/z 991.091 (z=-5) .m/z 1239.113(z=-4) Fim/z
1652.484 (z="-3) £ \NHT /3 AT I FT AT AL 200 AR AT B o H R 000 281 o 61 o g A Aff )
B, X0 B9 E L E AN R ARSI B B IR 2B -4 (BRI TRIER D) AEAHE RN,
SBT3 BT N 1R U0 R 3R A B 2 T 2 ke a3 40 AT (PCA) 7R IR AN S 1E 414 2
[R5y (B9) «

[00991 gt 20 ZURENL 5 93 M oMasSpec Pen F i 1T B Ay T T2 AN 78 i 2H 21
FES EARAE N T I 3 2 20 A R R L, AT AN P/ N SRUIR Z 23 o DA/ ISR
SH LD Py ST RN 2 R A rOR WS B S 25 5 RN - 4B T 3R /N A
AT 200 1 ) LR B E 2, X H K FiMasSpec Pen[U32 B BT 1A [FIfH)
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ﬁu‘ﬁ'zﬁn‘ﬂ%i%ﬁf@yw@if’ﬁﬁﬁ IRIA , BE— 2L o AT P RN ST PR e AR A, BT HR JBR AR 2
o R H IR RE PR TR BT S L 2R O Y R T I8 T

[o1oo]

R R , WP RAF T ¥ A -80°C MUK FR ORAF R 4, O

FLAE 3 F e =00 N R « MOHT B A REACIS S IR 28 Bt F PCAKRFR & BT S IR 61 U PCATR
T IR RS S R R S 2 TR B DX ) (B10A-10B) L [A I, ffiiEMasSpec Pen ] DL T
FRE T L A S R AR o B2 B AT , FH T IR R 1 A L B 2R 451475

[0101]

[0102]

K1 WU P e T e B0 04 1oy 1 1 iR i Al

ooy | MSIMS &
R4 i | mEe | ome | RERE| LU
% X %A % (ppm)
hi T
- ] 991,091 (-5) | 991090 (-3) | <1(-3)
M4 p-4 ('-I-H-‘;”N“O' 1239.113 (-4) | 1239.114 (-4) | <1 (-4) NA
st 1652.484 (-3) | 1652488 (-3) | 2.4(3)
ST t42:1 | CasHoNODS | 906.634 906.635 -1.1 NA
s
PI 38:4 | CeHp01P 885.550 885.550 <l ;if:’ﬁ,
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[0103]

[0104]
[0105]

283.264.
303.233,
419,257,
581.309

PS

40:6

CisH7"NO 1P

834.529

834.529

<1

152.994,
283,264,
327.233,
419.256,
437.267,
747.497

PE

40:6

CisH77NOsP

790.539

790.539

<l

283,243,
283.264,
327.232,
480.309

38:4

CsH77NOsP

766.539

766.539

259.243,
283.263.
303.232,
480.309

P-38:6

Cs:H7NO-P

746.513

746.513

<1

283.243,
327.232,
436.282

0-36:3

CuH77NO-P

726.545

726.544

1.4

140.010,
152.994,
281.248.
444,288,
462.299

P-36:4

CyH7:NO-P

722513

722513

<1

152.994,
259,243,
303.233,
418.273,
436.283

Cer

36:1

CisH1NOsCl

600.513

600.513

<l

NA

FA

22:6

C22H5102

327.233

327.233

<l

229.195,
283.243,
309.174

20:4

CaH3102

303.233

303.233

<l

205.195.
259,243,
284.991

18:0

C18H3502

283.264

283.264

<1

263.130

16:0

CisH3102

255.233

255.233

<l

237.043

N-#EiL &
AR ER

CeHgNOs

174.040

174.041

58.028,
88.039,
130.049

A8

CsH1206CI

215.033

215.034

-4.7

NA

22 B By

CsHsNO4

146.045

146.046

-6.8

102.054,
128.034

B R B

CsHoN20s

145.061

145.062

-6.9

127.050,
128.034

NA A RED
22 M FUR R R S P ey 00 i 1By i TR i &8s »

19
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Rk Ribey | WMEH | mk | REFRE :;?g;f
Bx 1 X, n/z nvz (ppm) s

40:5 CyoHgsO13P 911.566 911.566 <1 NA

152.994,
223,006,
241.011.
38:4 Cy7Hg20135P 885.550 885.550 <1 283 .264.
303.233,
419.256,
581.310
152,994,
241.011.
36:4 CasH7013P 857518 857.518 <1 279.233,
415,226,
577.278
152,994,
241.011.
34:1 CisHsoO1:P 835.534 835.534 <] 255.232,
391.226,
553.277
140.010,
152,995,
38:4 | CasH»NOsP 766.539 766.539 <1 %gggzi
[0106] 303.233,
480.309
140,010,
PE 36:2 | CaH#NOsP 742.539 742.540 -1.3 152,994,
281.248
140.010,
196.037.
259.243,
303.233,
418.270,
436,283
74.7 | Cs3H146017P2 738.502 738.502 <1 NA

72:8 | CsiH140017P2 723.479 723.479 <] NA

C3sHe7NOsC

1

PI

P-36:4 | Cs1H7NO7P 722,513 722513 <l

CL

Cer 34:1 572.481 572.482 -1.7 NA

205195,
204 | CaHnO» | 303233 | 303233 <1 259.243,
284.992
FA [ 180 | CuHws0, | 283265 | 283264 35 265.130
181 | CisHuO0: | 281250 | 281.249 36 NA
182 | CuwHyO: | 279234 | 279233 36 261.222
160 | CisHyO: | 255233 | 255233 <1 NA
RIAbER CH-0s | 175024 | 175025 57 ]
5 B CsHN:0s | 145050 | 145062 3 NA

I- 126904 | 126905 79 NA

[0107]  *NA (RCATFE) ARG D= B AR I T e B T4 -
[o108] 33, M ABPSEAH S 2 e B Ber 071 B 15801 B R A 20l

20



CN 113834869 B

i

B B

18/31 71

[0109]

[0110]

g
L Y

#ih 6y
F X

IR
1174

b3 oy

n

RE*E
(ppm)

MS/MS* 5
o) £ FH
h&F

40:4

CaoHs60135P

913.581

913.581

<1

223.000,
241.011,
283.264,
331.264,
419.257,
581.309

PI

38:4

C47Hs2013P

885.549

885.550

152.994,
223.000,
241.011,
283.264,
303.233,
419.256,
439.225,
581.309

36:1

CusHgaO13P

863.565

863.566

-1.2

152.995,
241.011,
281.248,
283.264,
419.256

34:1

C43HgoO13P

835.534

835.534

<1

152.994.
223.000,
241.011,
255.233,
281.248,
391.225,
553.278

PS

38:3

C1sH7NO 10
P

812.544

812.545

152.994,
283.264,
305.248,
419.256,
437.266,
725.514

36:1

C42H72NO0
P

788.545

788.545

<1

281.248,
283.264,
417242,
419.256,
437.268,
701.512

38:4

C43:Hs0O 5P

766.539

766.539

<l

259243,
283,264,
303.233,
480.309

PE

0-38:5

C4:H77NO7P

750.544

750.544

<1

259.243,
303.233,
446.303,
464.313

P-35:4

C41H7:NO7P

722,512

722.513

259.243,
303.233,
418.273,
436.283

FA

16:0

CicH3102

255.232

255.233

NA

I BR

CfiH -"O(l

175.024

175.024

87.007.
115.002

21




CN 113834869 B W OB P 19/31 71
[0111]  “NA Q&A1) BERE N T A T8 e 3 4
[0112] 524 MASBZHZI S e pir e B 01 3 AR 00 B - IR is i &) »
. Jie | MSIMS* 5
] F b8y M F Y ¥ o %
(ppm) h&F
152,994,
223.000.
241.010,
[0113] 40:4 CasHssO13P | 913.580 913.581 «1.1 283.264,
- 331.264,
419.256,
581.311
152.994,
38:4 CiHpOiP | 885550 885550 <] 223.000,
241.011,

22
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[0114]

[0115]
[0116]

283.264,
303.233,
419.256,
581.311

36:1

C4sHg+O13P

863.565

863.566

152.994,
241.011,
281.248,
283.264,
419.256,
581.311

36:2

CisHg2015P

861.548

861.549

152.994,
223.000,
241.011,
281.256,
417.241

PG

36:2

Cu2H78010P

773.542

773.534

10

152.994,
281.256,
417.241,
491.278,
509.288

34:1

C10H7010P

747.514

747.517

152.994,
255.233,
281.256,
391.226,
417.241,
491.277

38:4

CusHNOsP

766.535

766.539

140.010,
283.256,
303.233,
480.309,

36:1

C41H7NOsP

744.552

744.555

140.011,
281.256,
283.264,
480.307

PE

P-38:4

CusH77NO-P

750.534

750.544

259.243,
303.233,
464314

P-36:4

CyH7NO-P

722511

722.513

259.243,
303.233,
418.273,
436.283

0-34:2

C3oH7sNOP

700.527

700.529

-2.9

NA

Cer

34:1

C34Hs7NO5CI

372.479

572.482

-5.2

NA

FA

18:1

CisH3:02

281.249

281.249

<1

NA

FUIA A BR

CaH70s

175.023

175.024

-5.7

115.002

NA (A 2D

BRI R BUR R T e e
25 MAFUBRAA A i e e B0 0 1oy 1 1 i i o 2l -
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B Wiy | MEH | Hp xi\g;f
%-ff. {’tr“?i < mz (ppm) ﬁf%%

152.994,
223.000,
241.011,
283.264,
303.233,
419.257,
581.310,
P1 599319
152.994,
[0117] 223.000,
241.011,
36:1 CasHgaO13P 863.565 863.566 -1.2 281.248,
283.264,
419.256,
581.309
152.994,
281.248,
417.240,
491.276
205.193,
20:4 C20H3102 303.233 303.233 <1 259.243,
284.99]
18:1 C1sH3:02 281.249 281.249 <] NA

[o118]  “NA (RCATE) EIRG D= B AR I T e B 5 -
(01191 36 HIT AN FT253 N N LFRAI BE A Fevt Bkt

S =
e

38:4 C47Hg2013P 885.550 885.550 <]

PG 36:2 Ca2H7s010P | 773.542 773.534 10

FA

EWARPE | BFREAFOE
e | TEFIRE D aw  amaa, RA,
’ ’ (BH. XB) A Ksn)
EF 47 24-76 (0. 29) 1. 7. 1. 0)
o120l I S JE. 58 41-75 (2. 14) (10, 2. 4. 0)
i EF 57 12-82 (33. 14) (35. 12. 0. 0)
I 66 22-84 (25. 23) (35. 7. 0. 6)
- i 50 31-80 (0. 29) (22. 7. 0. 0)
I 62 30-83 (0. 28) (25. 2. 0. 1)
wR | EF 40 18-80 (10, 17) (18. 7. 0. 2)
). 3 Ji 9 49 16-81 (12, 17) 1. 4. 0. 4)

[0121] BRI

(01221  JREY ] TQ Exactive®d & VUMAT - %X (Thermo Scientific,San
Jose,CA) o ffm/z 120- 18007 A1 T4, I H MBS A H a0~ - 40 Hae /1140
000, 2 , s RTESSIN TRIB0022 KD, B4 IR [E 350 CHIS -1 HiRF /K100
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[0123]  A=¥peH 21 Bp A= R/ NI F Bioreclamation TVT o MIBCE A JSZH SUREAC e 9] 2%
(Cooperative Human Tissue Network) Al DIHh+Pi4H2H )% (Baylor College Tissue
Bank) ZR#362 M I N EREA, G FEFLIE S IR E RS &5 L O BRI R i A7 A2 -80°C
PRI AT CryoStar™ NXSOMGHR MR 255 2H 22 Fr Vs 1 6pm o 740 FHRTRA VR ZHAREAAE
i N

[0124] 53143 H7 o fii FHIBM SPSS Statistics 22.0 (IBMAAT], Armonk, NY,USA) KkfT:
Jik43 53 it (PCA) DARE B A s o il T I 4 25 LA T 00 AT o m/ 298 DR 700 - 90011 e
P AR R EE 11 1O T -PCA o il , 2060 75 K185 % 1S T ZE T = ik A BTN
ghR.

[0125]  sCEf3- - FRPAIR gL i i A 40 3 2hik

[0126] T MasSpec Penii il FHRUATA# AL (PDMSHIPTFE) FIA T ((NK) ¥0h 44
A, BT A R S B AR S 108 T TR g T 58 0 A A, 36 R
SN e A A DA B O sl 2 — S EIER AR AR, s i R
A0 o\ DT AR TR DR B A AR R8T DX, O Hoaif o 8 - 28 A A L 72 >
B E e K o3 T o ERLIEE , PR AES PIT R R DX SN PR s W 25 SR R e T DA 2 ]
T B AR A SN Y N GE AN E N EE D) | S0 BTl IR A At AN Y N TS
LRI T I SRAEFTZ T

[0127] SR B4 -2 T o A

[0128]  MasSpec Peni& i FHT-43 7k H A FLIR S T  OP B al ORI 10 S A5 1R 20
SURE A LA S IE B ZH U o 75 50 AT ik BEAE S 1, i R B Ar bl (m/z) DU N Bl il 1)
0.019F FHON EE 1 k& (TIC) HATH— RIS AR & T Hr A 15 5im/ 20T B
FE/INT10 % (1) FR A FR TR IR REIEE o 75 43 A Fh it TN B Ve Rl YIZRIN 70 e h B2
fRAETH (lasso logistic regression model) o FN IEAE ST IS AEAFAE AT EIREN
Fr A o 25 i SR B 25 S T3 7rb o SR 25 S HERM T 96, 3% , R H96.4% ,FFH.
RS PEN96.2% .

(01291 &7 AN TRTA 1R 5 Fr A e I FL S E [ ZH 2R T

i) &4
E# o SiE
[0130] - EF 127 5
Al S JE 4 106
*REIERE T RIR

[0131]  SPIXFIEAE AT AN AE A AL ZUREN, , A8 H 1 F X RS I B A (m/
2) VA SR B AR R A
[0132] 308 AR I il 5 e O e A (m/2) AR AR
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m/z %%
175.02 32.51042
187.01 492.94937
201.04 324.19856
215.03 -134.54101

10133] 313.16 -711.31964
330.98 31.73486
332.90 -49.54229
357.10 -903.32504
409.23 218.36836
615.17 -418.02900
12231 42.39442
744.55 780.14488
747.52 -248.52283

[0134] 748.52 -494.98929

71132 6.80739
773.53 -292.30917
863.57 -722.21921
885.55 703.46083
886.55 8.82125

[0135]  ZRO7RH T MR I AT g A 28, FLip A g B G ZUY) ifE I F HA H
DOFRIIAE o AE e ZH R A FR S S At () HE B B Dy 96 8% , RIBUENIT.9% , K1ty
95.7 % HAUCH0.97,

[0136] 3RO DA T lisa i TL SEAAE [ A S VR S PR

) &9
(01371 ‘ EH | R JF 5 &
P ﬂzﬁ,_‘- 45 2 0.957
% . 1 47 0.979

[0138]  SWFIEH AL S BRI AT T 2800 , i 1O L LA R « S e B I 7
TR H92. 2% , REUE M88. 2% , K1 493.6% , 3T HAUCH0. 98,
[01391 3210 50 1E il 5 AR O Alia IS Ar . (m/z) Rl 5K

[0140] m/z ZH
175.02 78.79492
201.04 113.95819
747 .52 -134.59620
773.53 -17.30482
885.55 205.16262

[0141] 1L AT IR A e i B2 SR E O LS VR A TR

26



CN 113834869 B ﬁ'ﬁ HH :F; 24/31 HL

M) 64
[0142] EH | B IE A F
Agey | 2% | M 3 0.936
[0143] [z [ 2 [ 15 | o882

[0144] X 1E Ml AE S, S8 SR IR T T 25U AT , AN 1 2RISR 13l o S RE R b 1)
AR H93.8% , REUE N88.2% , Kt 95, 7% , 3T HAUCH0. 93,
[0145] 212 410 1EH il S5 bR 4 it il i e o (. (m/2) AR

[0146] m/z ZH
201.04 203.209288
306.08 2.171805
747 .52 -83.325218
773.53 -101.591552
861.55 -22.995934
885.55 248.475559

(01471 13 AR e 1) L SEAME IO A S URE A Pt

) &4

0148] _ EE | RE JE H &

fg e _I:E.#F: 45 2 0.957
i JE 2 15 0.882

[0149] 2501 F b e b1 TR 0 A , 6T OR S F R IR AN USRI T T 258U o347,
FHoR AR AR AT N m/ 2 1 A1 A 586 A I O S g A W A HE AR D94 . T %, R N
100% , R EN89. 7% , I H. AUCHO. 98 AS I HR B A A 94 . 7% , REBUE N
90.9% , FEPEN96. 3% , I HAUCHO0. 93« i i, A FL AR e O HE AR B 95,6 % , R
R8T .5% , M H100% , 7 HAUCH1.00.

[0150] 14 B im(E (n/z) FIREK

[0151] m/z %ﬁ
124.01 ~0.39418349
175.02 ~0.44099907
175.03 ~0.65091248
283.27 ~0.19534503
313.16 0.13896620
341.27 ~0.01845538
[0152]  ZR15 AT~ F S B S A A AL A 7l
T 64
EH | SR B ES
[o153] Mz 1 26 3 0.897
BE | 0 23 1.000
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[0154]
[0155]

[0156]

[0157]

[0158]
[0159]

[0160]

[0161]

[0162]
[0163]

216 FHRIE R PR S AR A FRBRE ST (n/2) R

m/z T
175.02 0.050122579
191.02 -0.009462112
191.05 -0. 354060964
283.27 -0.471995496
341.27 -0.151684619
615.17 -0.208451792
82247 ~1.009896669
82248 -1.045185471
FR1T ARSI 5 DR R R M e ) B S R A A T
] &4
EE | RE A A &

N % | 26 1 0.963
FRE e T 1 10 0.909
218 EPN 1 HR R 55 M Jiveg i) FRCIR e B (m/z) R
m/z £
175.02 -0. 13520642
283.27 -0.41455282
341.27 -0. 16730814
353.16 -0.06014487
432.20 -0.31647335
433.21 -0.07291166
615.17 -0.61749889
82247 -0.53746679
82248 -1.04230818
219 AN T 1E 5 DR IR R g P B S P A U T

] 69
% | ABE | EaE

N E% | 26 1 0.963
FRE — 1 10 0.909
220 SERHER LIRS FURBS AR BT (n/2) NFAL
m/z XA
187.04 476.70006
268.80 ~190.32304
979.92 79.49933
283.27 -31.45926
341.27 “11.77054
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345.16 ~154.78978
381.21 -68.13689
687.51 -39.13906
74254 1771.27018
766.. 54 1663.80192
[0164]  FR21 AT 1E s FUBR S FUBM R O S E P AL 2 Tl
) 4
[0165] £ | AR
N E% | 29 0 1.000
RRE —5 2 14 0.875

[0166]  SjEtfl5-MasSpec Pen RG2S A3 AR

[0167] UK [MasSpec PenZRZul=s M43 R, I HLAfE AT LA A i e B8 i 28
()93 o A FH/NERUI P ) 1 5 5 A A T B LR RN Ao T AR R N
SRR AR o SLAH , BRA S U T R S A S KT

[0168]  SThtEfdI6 - L 2R A AR 2 -4 #r

[0169]  MasSpec Pen#{ &t pl ity T EERIEAS, BLEAE AL SURE AR 4R AE o I
MasSpec PenfMERELA Aok HAFIRS B UKL UEE T (0. 1g-5¢) , tFE/INTURAT A FUIE «
FRODR R AN B B0 21 A mi AR B S g e b R, a7 PR — 28 5286, AR 2%
TN A TEHE M - FiMasSpec PenZRiiiia AT fih 20 2HRE 5 2 100 SFD (RN A1) , [RIIN 34 T4
3o M/INESUIR PR 2R T X3 BT R A5 1 JBT i S T FEELY (RSD= 4.6 % ,n=10) JF H. 5/NEUix4l
Y T v P AL (A2 AR A 40.93)  (B14) |, IRt R IH A AR AL RO IO Ry T
HLUBIRANAN M A 2 & A= 2D, AHZURE L MasSpec Pen i Hrdd it T F &0+
5 B, TS F R AR Fm 4R 4H . EEASIEESRAHS GEER) B4R
FEARBRME T BT I T 0 A it o LA, BT 0 I A 2 1B LA SRR R I
IKARNIRIA BT & &, I BRI S AU AR E U B AR L I, ZE BT rh 7 A 4%
AFE R

[0170]  YiMasSpec Pens3 /et T A 4 4L 2 E A T IO FN B B i 2, #8717 AERT R
DU 3 Hon 20 2 TS TR 6475 - ] 167~ H 1 fEMasSpec Pensy A1 2 il Y]
(AR 2 e MR 2 R AT D 2 B G  AE T 43 T IO X3 AL 15 G B 4 2 AT R I 6
15, RIS T 3w B0 i (K115) 7152, MasSpec Pen(1 5 B4 R[] il 45
TEC BRI T WU, RO A N R 2T/ INKa , e S 2T F TR0 M\ s iiss s
B A LS I, X e E AR T MasSpec Pen ) MZHZRRES IG5 20115 BIRAE
B AR5 e o

(01711 STHEI7 - NHLIFRIRRE 2 WA Ge k-2 15

[0172] 3 FRIPAE 5 FiMasSpec Pen WA ZURE GRG0 115 B 75 A2 W AT
PIRAS o B 253 N ZWWRAE [T MasSpec Pen, CUFFISAMIAFA (474 TEHAE AL A48
SERER, AR LT/ . LTSRN AL 4N FA 4 230 0 e i) 57/ P S
it QO IE A28 HGSC) 574 R IBRARS QTANIE R L1/ M R B A 8/ 2L 3k
PR R A145 S FUBREE T QO IE R A6/ S8 ) (BI11) « B8 A\ A Geils BIR I
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6 MasSpec Pens#i)i , i — R CFHE G hrE I HACFKAr A3 2RI, K-
TTHORES s i, oA DAL A TV HRE L (a3 FL sk 20 S5 R PR DAAS B2 W
(U PR 3= 40 4 s AN H B2 W A S R AL 53 - B 2 « S AR R AR 1 4141
SERGUERI TS B T A L BMS HOR S e e T ik i e b S 4 T FhAg
AP 3 FFh 28 o B0 Iliaa 412, AR BRI 73 Fhn i an s e PT (36: 1) 1Y
m/z 863.565 % E NPG (36:2) [m/z 773.542. %5 NPG (34:1) [fm/z 747.514, VL K JEN;
B A FA (18:1) [im/z 281.249 (B 15H1554) o Bt i 3 il , W22 51 % 5 JJPT (38:4)
[Im/z 885.550 1% 4E JPE (36:1) [lm/z 744.552 .51 LI 41 20 B A5 i o S T L 5
I DEST-MST (29, 30) S itk (MW TR Pbn S, (s % e HPT (38:4) [m/z 885.550.%
TNPI(36:1) [Im/z 863.565%7F NPG(36:2) m/z 773.542, LA N THIFA, w5 A E
FA(20:4) ffJm/z 303.233F1% & IFA (18: 1) fiIm/z 281.249 G&5) - A M I A 253 A
AL RIF BRI TIPCAR TR s B E AL 5 IE R A 2 sy 5 (K
1),

[0173] N T iFffiMasSpec Pensy %54 & 75 P T AE 4L 4L RIIE 3 414, I HLasso Jy ik
SR I A T A B0 b ) ST E5 8 11 2 SR o ai e B — R 35 A8 S ik 5 TR v A A )
VERE , I HLaE R 1 R SRR S DL R EEFTAUCHK I i (F222) o 14 FLIRE (n=
45) , SZER T 87.5% REBUE, 100 % 45 1k (AUC=1.0) ,95.6 % SR AERAEE , 56 FIDEST-MST
(98.2% fEMIE ,n=126) (Guenther®: A\ ,Cancer Research,75,2015)) .&gEF A JJ
(iKnife) (95.5% A2 ,n=10) (Balog ZF A,Science Translational Medicine,5,
2013) A BURIE 15 MALDI AR (94.1% HERAE , n=68) (31) 051045 040 2 . 5F%)
HGSC (n=57) , 58 T 100% REE89.7% ks PER94. 7% AEHAIE (AUC= 0.98) ,ixX 5
DEST-MSIZRASMI 4 24k AL (97 1 % AENGE ,n=31) (SansZ: A\ ,Cancer Research,
2017) &0 (0=956) , 52F T 98.097.9% RHKE,95.7 %5 1 M196 . 89 9% EHAE
(AUC=0.97) o 4 5E Tl 14220 AT FRUIINT , DR 40 e fe 0B S P o 0 2 43 1)k 2]
93.89% H192. 2% o AT 711 HAR PR IR A A (45 I PR B Ve R BRI (FTA) Sk 2L=k
PR FFIR e (PTC) B o SRR RN, 190 25as , SFNFTAF 4294 . 7% AERAEE , - HLEFXPTC
FEAE9T 8% ERIE BT &, BT 7 1 BT A PO AP 2 B e iE Y 50 1796 . 4 9% R U
96. 2% R IEFN96 . 3% HERAT  IX Le£E SE I il it MasSpec Pen MW A A 4R IRTFHI D
{5 EAT s P TOOMSEEAE o LA, G5 SRR, ST A ] MasSpec PengkHXI 4> F4ds Mgt
43 5Re M RRME) , I BT FFHRsif 2 W 2H 2R RE R I B S 5 1k

[0174] 222 FMasSpec PeniRAFHIFEMANSE RAIHA « A~ H 1 B — 132 G uk 7y
SRR BRI L R RS RO AL as so P A5 RS L HE RS RN 48 R TR
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B Lasso 7 #]
= P ¥ 3
. iR Le I X
L a0 REE HAH AHE AUC
C ) S 29
y . i 87.5% 100.0% 95.6%  1.00
W AE B
B EW 47  98.0% 95.7%  96.9% 0.97
01751 B AE IR 17 882%  93.6%  922% 098
BEIE fm 17 882% 95.7%  93.8% 0.93
H 14 - - i ;
R ¥ 29
P 100.0% 89.7%  94.7%  0.98
7 AE o X A iRy
PR E 27 - - . i

Vg FL 18 94.4% 100.0% 97.8%  0.99
JEBMaE 11 90.9%  96.3%  94.7%  0.93

[0176]  “gFXJIEH SErARAL GBE—1T) , Bea 2 1E W Sl (hIAT)  FNiE s SHER
giiwsE: e —17) , sl Las so Tl &5

(0177 PEFRHER 5B P R DA RT3 5 R e i IR, o R R i Las so Tl
Mgk R

[0178] ST fh8 - £H £ 25 S FIVRRRE 10 S 2H AR X I R S N 45

[0179]  fE A NHLWES R EfiMasSpec PenSiE 41215~ | AR DX IWEE /1, firak s>
NGRS 5 155 U0 LI R ZUARABIHGSC X 3. i 1A 1. Smm EL {2 [fMasSpec
PenZy M 4 ZHRE S I AN SR A, a1 4AT R R 627 G Fiobs 28 19 o B 0 475 1 1
MasSpec PenZ3 DX 3g AL 2 2R U0 EA THRESY (6 3 i i 20 205 PR Al o p5 102
H % SO S W o I BL T, T X AFNS 2 W WHGSC o 2 307 e 5 1E 2L 54
X 2 I 2, SR B R 2950 % [ IR ZHZR R 250 % (1) 1 L 41 4. R14B 7R T
EF AL 3RS FITERAF I JTTIE o 14 5.5 , HGSCPTZRAF Gk, B T A AR/ M HIUHGS C1 4
PRSI B A PG bR S, AT FRAT I Ze T3 2585 (FR3) A2 A 1 3 O B T
AL IS, B HERAT BN &1, T B AR AT A BT 2
ZXBIIHINE o 553 I HARFEAE T AR T B AIHGSCRA 431k , 1X F T FIr 0 BT X3k A A7 1)
IR ST DRI 5 1 o SR B FA I IN S5 20100 s as Ve T Sk Sk iy
AN FITERAF I S ARG A , Xy 2R E AR s LRI 0000 155, I H .3 V4
STMAIEEE (B114C) o BHXT HA 42 FAFRI XSS AS R A SRR AT T 2RI 25 51
(F19) o ax 45 R, ik MasSpec PengkfS1043 15 5 AT LU T4 00 HAT 1R 4n i A
S AN A AL I DX e iE -
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[0180]  Sjita 519 - F A TR FUa () BB R AR PN 43
[0181]  MasSpec Peni it A AMIAHAM B}, AR SAKIN /> 12 W T H—F e s
P o A FLUIR O BB AL MasSpec PenfRJ RN EHE AT o KiBT474 HER2+FL s £ iy
R R AN TOBI AR, (n=3) o JRE £E4 J5 (T A] P A K2 P 45250mm” s AT TR FlMasSpec
Pen Sy BT A7 BILERIE N AT A0 T AR TR T I Rl 110 B2 A0, S I i 1) Mg 2
V)N K o R {8 iMasSpec Pend e AR (OARIR] B 2 58628 B8 93 A i i i 110 o
B E6ARH TAETT AT R 2B A 2 100 OF HFRER Lk 2 J5) \MasSpec Pensy 47 1]
(BRI AT 2 S5 R B (SR D62 B N T e i B L sh W s A e T AN S 2R IXI,
TR TSI 27 15 50395 TR DI e RO R AZo O s A SR I R S A A 4 B X T
A IR SR IO B0 S I HH A A FUIR2H 2R rh 22 B34 2 - Rl Hoh B 54 AE4R
1 1 R B 4 20 A DX I R A I B S AN AT 1 23 A i (1 16B) o il D' E27 0 e i, BT
MasSpec PenZ3 AT, AN B Fr 23 B 4l 2R DX 3s i r 4 21 1 22 W Bl oW 05 , Qi ok H
EGL a0 R e UG FruE B (B920) < 1bAh, B T-FRIIRlMasSpec PenZ3 AT,
ARG SR R I 52 o AR N AT, iR B AR BT 1 VIR IR A, P2 A2
FEARN 3 BT F 2 21 1) B Ee BLAT L[5 g DR 28 0 oo , R4 e AR B A2 b, X T B
S AR A 2R X P A R i 5 TR Y (B121) o ax e 4h S SEHMasSpec Penidi -4
W TP A 2T .
[0182] S f10- 4RI i
[0183] 5Tt AT H & A — o 9 5 T BT ek R B N AU rh R
IR HT A2 W RE AT T o« AEAIF I WF 9T T 28244 FEE RO N ALZURE S, (B35
I ERE R FUDR I HHAR AN GR B0 2R) (1955 1% BT R R ARSI v A LA o
A2 012 (IRB) i, MIEE A RH AUFE R ZER 2% (CHTN) Asterand Biosciences
(Detroit,MI) \MD AndersonH 2 R DUEN PR 2P 4H 2R A3 RAT o B 4H 4R H i FiiMasSpec
PenZRAFHI BT A—18 , 4R 5T HAE G v BOR A DA ST 43 JSB . L5, RNV 28 4%
INUERIER 225K (J LW YAIN. ©) WAL T M0 AT I A U S SR A I HEE R (R ZH A
PR GON ST B i A TR I AT A5 B A TS DL o A R R 22 R A e A A
A2 HAT W B A HE R AR e Tt 0 A 2 AN, T B35 28 i o
W SRR S A A AT A S dr RN el 112 D2y (TACUC) Ty %€ M kAT
[0184]  MasSpec Penfyi& i1 A1 TA#(HGE : 3DFTENAL (-5 uPrint SE plus) HIT4TEIC
FEERAF:- -PDMS GEFE T Midland , MI, USA) TR » 1 1k M BHRZ BE5 I AR o i 27
fiEpi K& A SolidWorks T SEATUARBL R 11 (CAD) B A& THIHAR , SR fi FABS ¥k}
(Stratasys,Eden Prairie,MN,USA) FURT 7 2 (A B I 3DAT ERATL @R il U RH o SR e fl
3T 154 L (SCA-1200HT, SCA) A H#  (EcoWorks) £E70°C NUEE AR LABR 2 Bt bt
Bb, FEE224/ NI Bl B 2 B AR 52 2R R o B, 43 I PAL0 - 11 HE e L i) 5 PDMSBI A ¢
FORPFNEE 5] (Sylgard 184, 1HFETY) IR G KRG WBUEI 2] 3-DITENBIE A ptE
(10GCE-LT,Quincy Lab) Fi7E74°C FEMLL /NI, SR B T A RN % 4 & ash (Fisher
Scientific,Waltham,MA,USA) AVAMR - i fo B0 B AE DA E IR AR P A FR DARR 24T
[ ] 4511 ABS « B-PTFERE 18 (N1 1/3295~), 4MNM21 /1695~ ,Cole-Parmer, Vernon Hills,
IL, USA) FLHAGNIREHR DAUT T 5556
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[0185] Y HARHN: Fr A 5B IEQ Exactive & VUMAT - Haid BT (Thermo Fisher
Scientific,San Jose,CA) FiFT. 4 HifEm/2z 120- 1800 7e Bl N EAT, 8 H /0 HHiE
140,000, EANFEIR 350 CFIS- 1555 RE/KF100. B7 4=/ NFUNE [ BioreclamationIVT
(Westbury,NY) o 5575 H L2824 A AL ZUREEAC (R FGFLER  FEUIR IR DR SR |, I FA 8 ik
BA#FAAE-80°C YRR EL B34, LU B A T S0 P ARk 2 2 T3t v o LA AR
5L b Bl it MasSpec Pendb AT T o £ 5556 2 i, PIT o AT IO AL R D3l 1R ¥4 0 HL
fili FfiCryoStar™ NX5OIR IEHR 234 5 16umZH 2] F o SR A SV I AR DAL 11 S /A 21
PR VA TMS 4T KRR R FFS B EL R 04T, M e 140 T =i M, #id MasSpec
Pensy T o SRFEN AR A THRE Jeta ) FLad ik 22U B oAl o g PRS2 Wi I ETRAT 199
TEIRENZ .

[0186] (AP SEG: « o P B S B 2R A Jg = R DI SUITR] A T A PN S, [ Fsf /N BRUA 1 R
PR S (2% S 9058, 98 %.02) N oBT474 HER2+4HUATE #3510 %FBS 1% L- A2 Bl %
TR 2RI R 1 e N Tt 7R 2k (IMEM,, Invitrogen, Carlsbad, CA) H1\££5%0,M137°C A&
K80 % -90 % i o a1 LA D P15 A0 15 W s AR HHERR v ESen i  JoRa R L (N=
3) FEAIAY B MAENO . 72mg 60 A B I 1 7R - i —iZFK AL (Innovative Research of
America,Sarasota,FL) « KZJ24/N i, B H AT 20 % A=K A1/ D 9 58 U B Je LT TMEM
BRIty BTATAZLREARNE (107) Bz NS B/ NG AN QR S g 100ulL) o 4 Wi
IR AR K B B AT B A 200, 7-1. 0cm CE44250mm”)  7E ABANN ] 5, E1 T A TR
JF, RN ZINERUAL TR S (2% 533808, 98 % 0, I o T AR 4TIT RO, B Mt 1H1-2em
(A IR J FBIP) 23 8], SRS Bt ) MUIRE = 11 U0 I B o B2 Al 1147 DA Z e JRg FAR 41 1)
IEH AL il fMasSpec Pentt /X3S Hb A 704 SRS i i) JJ VIl Mg =)
H RS HT - iMasSpec pen 3 B IwEd 21 21 DX 3l y3oRE IRk i ik U A9 HLdEA THRE L €1
PLHT2W .

[0187]  Zuil o3 i« i HIAERE 10 MasSpec Pendy A I THIZR AR =N 0ok R~V Y fE >k T
5y B Xeal ibur UIGEHH T 6 Microsoft Excel - 3RAsA% 3 . il i Kim/ 2{F PY
N BT I 0 20 B I EEA BT e R 43 s bl (bin) o E AR S B -1
O (TIC) him/z 885. 551X o BN BT BT itk b A TV — b, DURE 5286 2 [R] P R L AR IO

SR AR OR B AR, HEER TS SRIEE L AR RT3 AT 2220 10 96 FOAE S PR H B A e AR
DREHUER .

[0188] X JEE AL Y) i (FUBRE FARIR) |, Bl a5 PN 22 She e B oo A A D
PO N R ET S Ametaboanalyst (R EcHs 0w ) (http://
www.metaboanalyst.ca/) DA T 3257053 H1 (PCA) o 2852 Pk g g ] 21 20 2 il 43 250
RO o S W ER R A AR S 2R A (LR R BR AP D) BBl ARG FEE = o 18
T AR R E s S 20V 8 HLAE IR prcomp R E0H 5 32 il 23 K24 TPCA L 4
R rgl Fipcadd BN FT — > = a0 dE AT TR  ERTZH 2305 25, i FTICRAN. RiB 5 )
glmnet BN flLasso /5 ik o fifi HLas so SRR b At 1 4y 1k 5E 25 ) e, Rl e ™
A R B, RIS BORFAE RO SR AR AL A S e BRI BeF A E HiLasso T4,
FLIN T S R AEAE FRAE S — 231 R 505 Bl A S50 ) 2 TRl 35 v o 4t 7]
B — 238 XIS UE 7 VAT 43 2, DAPEAN U SR 4 PN 1O PO R A P o 1 i R 80P R e S A
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JERIAUC SRR IZRI o3 e tERE -

[0189]  RAAATIT, JoFeid B 926 B AT 5 B AP TASC A TR R GRAP IR A 5 1k o B
SREARIEIC S0 7 Stk T AR B B AT T AR T ARGUR BN D310 2 W
52, PIAEAN B B A A B FORE & RS RRIT SRR DL I XA ST R (1 5 BT 1 20 Bk
T3 BRIP4 T o R DI, 1 25 W RO, P RN AR A AR A S8 1 T LA
ERASCITR F [FT IR S IAR R Bl SR AR 8 R o 6 T AR B 53170 5 WP
A AL MBI A g2 A Fh T BRASUN EER A R AR RO RS o B LR
.
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