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(87) Abstract: The method of the present invention is a
method for estimating the content ratio of components in
a sample containing components selected from among K
types, and is capable of estimating the composition of the
components of an unknown mixture, even from mass spec-
tra obtained under ambient conditions, the method includ-
ing: heating a sample set, sequentially ionizing the result-
ing gas components, and continuously observing a mass
spectrum; obtaining a two-dimensional mass spectrum for
cach sample from the mass spectrum, and combining a
plurality thereof to obtain a data matrix; performing non-
negative matrix factorization of the data matrix; correcting
an intensity distribution matrix by means of a canonical
correlation analysis between a basal spectral matrix and
the data matrix; obtaining a feature vector from the cor-
rected intensity distribution matrix and representing the
same in a vector space; setting a K-1 dimensional simple
substance and determining an end member; and estimating
the content ratio of the components in the sample from the
end member and the feature vector.
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Algorithm 1: Pseudo-code of ARD-SO-NMF for TDMS

Input: Data X € RV*M orthogonal constrain weight w, initial component number K,

small positive number a, iteration number L, threshold € [0.9,0.99]
Output: optimized component number K*, Cardinality matrix € € R¥*X base spectra
S € RM*X components importance 4 € RE
//Initialization
set C,b by Eq. (1-2)
set § by randomly selecting raw vector from X
//Main loop
for [ from1to L:
for k from1 to K:
update S.; by Eq. (6)
Sk < Skt Sk)/2
end for
for k from1to K:
update €, by Eq. (7)
Cipo = (Cx+1Cx)/2
end for
for k from1to K — 1:
for m from k+ 1 to K:
//Merging C
if ST.S5., > t:
Cip—Ch+Copy
C,<0
end if
{/Merging S
if C7.C.,, > threshold||C.|[||C.nl:

Si Sy +Lmlig s = |ISull, Si <
[1€C.xll 1

Sk
ISkl

Cyp—sCyC,, <0
end if
end for
end for
update A by Eq.(4)
update o2 by Eq. (3)

end
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[0156]
[0157]

[0158]
[0159]
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[0161]

[0162]
[0163]

THIEILE>TERTE S,

BEDMITHNZRBIETZEE. CIHINEZRAEIEICHEBETSZIETH
Y, FYBKMICIK, REZEICTRTOERERBLTIICARZLIICT S
BEEZRKT 3,

CHEHY Y TILI74 XL, YV FIVLICHETZCTHEC, ()
ML &
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CsL)
C = ( ,L for all samples
o(L) 2ii(Cs))ij f P

HERDTICBEWTIEDEEDBRIIAETHDDT,

[#145]

CG(L)

BREABEICINELTEShBZRY ML

[#146]

Cc, €ERX

YV TIVLOBHERI MLET S, RICZVRAVNR=ELTRAELE
pEDERDY Y TILDEFEARY MLELERT, TV KXV /IN—1775]
[#147]

P € RK*p

BED, SBAEY Y TILOEE~RY ML

[#148]
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[0164]
[0165]

[0166]
[0167]

[0168]

[0169]

[0170]

[0171]

IV RAVYNR—DEENRI NILOBFEIMTETBDT, TORENRT ML
[#149]

r, ERP

B> T,
[£450]

¢, = Pry,subject to ry 2 0,||r |l =1

EET B,

—D0F v ) TL—2avRERB T —DULORSBY VTN ESX D
DT, BPBEORDBILPIIAN TSV IV BHMERDOTITHD, Lich >
T—RRBVICITEEIETREE T, RNZERORKRTOIRLIAR T ZIRETEATHEL 2
ENTED,

AREERICBWTELNDETRAARY MLTIE., 1 TV eshEMMEEMT &
RSO 2, BOMBHERLERY, bEMEELE—JEEIFLLAIL BV,

LD™L. NMFIZL>THRO kDA A VIEWERESHE—VEELIES .
TORICT TICRINTH Y, ARY MNVEOBRELIZC | (ICRINT
Wa,

CONMFICEL > THERINBEBNT —9BEDENMNST, TV AV
N=IIHBITHE—VmELLIZERICODANIE. RO A A4 bR %ERD
B TH, LY ERAESNRERITOIATREICR S,

—h. BEEY M F v ) TL—Y a vREESERWVEE, BESHIT
DL EH—8 (FFLLIELE) %2, WhT 2REOHEE &REEH
DETEIYMITE I EICE>T, JYEHRAEESWNMNAUEE A5,

ZIT. BEEHE L. BRAOKICETEERDDA F Vb hERADEE
ERIEHTH S,

A A EPRSAFVRDTHNIE, E—I@EIIRE<AQY, 1318
KMMEVWKD THNIE, E—VBENNILLRSB,
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[0172]

[0173]

[0174]

[0175]

[0176]
[0177]

[0178]

[0179]

[0180]
[0181]

e REDEEICOWVWTH, IhARELAnE, —RUICE—J8E
BRARECHRY., MNELSENIE, E—IBERNILADS,

BiEEY D F v VT L —2avREZ2IRBRVGEE, BELHITIER
BIEET., BELFTINMFERLTVWI2RABOEBERREAVWD I ENT
ED5LD. CIIERDELDICHIET 2,

[£151]

Cs1)
myl;

Csu) = ,L for all samples
ZZTmUEYYTILLOEE. | 1361 0m/ zICEBEETHEAIINS
. DART-MSHEBOAA IRy THLELD (RY) DXAF)LoOFxt
VOE—VBRETHD, | (WETOREROHERELRMLTEY. EER
ODHEBNOBTRE—VEEILIEREOENH D, ThICLYRBELL
[#152]

Csy

MEAMICMEL TESN BRI ML
[£153]

'CS(L) € RK

YV TIVLOBEERI MLET S, HEIXERICT Y RAVS—DEEAR
RIS IY RAVIN—1TF]
[#154]

P € RKkxp

DY,
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[0182]
[0183]

[0184]

[0185]

[0186]

[0187]

[£455]
CJ(L) = PT'L, Subject to r > 0, ||rL||1 =1

LY r zkdB,

mH, EETIR I LE. (RY) IXFILOFHVEEOE610m, z&
L7, ERICHRBEINT. BHORICERSTICAHERICSENIDFE
50~15000EMICHETZEHED. R/ Xk, 2BREDEFLTIIC
FIEEZENE2DFES0~500DBEKRELFILEMICHRKRTZ2HDTH
52 EDTFFELW,

B1ICRY., RIC. MERBEARITIEREEY MLEEFNIREDE
NENOREICHBRT 2MTINCHEIL. THEFHENRI MLELTRS b
IWEBRNTERAEERRYT S (RFvFS106) ,

TSI, TNHORFEARY ML (EREThEBREICRBT 2) O2TER
B895K—1RTEEEREL. K- 1 RTEEICBITIKEOIY KXY
N—ERETS (RFvFS107),

FEARENIY RXUNR—2EBURETH>T. ZBEAREICHBI SN
I (UEZPERREDN TV RAVIN—] THDEHBT BHDDSNIL)
MMEEINTWBHEE, TEOINILETICTIY RAVNR—DREIND,

FEARENIY RXUNR—2EBURETH>T. ZBEAREICHBI SN
WM ENTWARWES, T4bsE. ZBRARBICIY RXVNR—=FEFh
TIEWB A, EDR2BERARENIY RAVNR—DHETRETH 2B, BHEN
JMIVODIEEKDDHT (Vertex Component Analys
is) IKL>TIYVRAVN=DREIND,

S2EARENIY RAYNR—ESFERWVEEICIE. K= 1 RTEESR/N
BEERDEIICTEREEDZTILTY XLICE>TIY RAVIN=PRE
INnd, B8, K- 1 RGEEIRNMIEICDD, . 2RTEK (3 A
) OBEER. RNERERKT 5,
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[0188]

[0189]

[0190]

[0191]

[0192]

[0193]

AAEO—HEICEWTIR., Z2BARGBIIY RXAVUN—%ZE2FTLVEGEE
TH, ERBK— 1 RTEKRICHET SEXEOAROBEHDOENETNIC, 2
BRABREOEFEANI MLDODVRCEET DOMMUIBELTWSED (KA3BE
DZE) « BELIKIVRAVNR—ERET DI ENTE D,

B2k, KN3DEEDK—1RTEME (2RTEEK =AF) 2RTA
A=Y THD, K—1RuERHT10F. ZBAKRE16, 17, KU, 1
BILE > TREINAIVRAYN=13, 14, R, 15%BRETS
=AKTH S,

BM2n&SiIC. ZBEMME16, 17, R. 184, K- 1RTHEED
WEEEIK1 2 (C0BE TH1 ) OMIDEE19 (N FrT) OFENE
NICHELTWS &, REOBWEESTRERNMELN D,

AP, LBl ERobust Volume Minimization—
Based Matrix Factorization for Rem
ote Sensing and Document Clusterin
g, |EEE TRANSACTIONS ON SIGNAL PRO
CESSING, VOL, 64, NO, 23, DECEMBER 1,
201 6%ER—RICERIN,

K- 1T RTBEEIRNMBERD LD ICTEREEDZTILT)XLELT
FRFICHIRINT., RO F7LT) ALNBERTES, ZOLHI>BT7ILTY
ALELTIE, BIZIE. Minimum volume constrali
nt—NMF;:A Minimum Distance Constrain
t—NMF%, Simplex identification via
split augmented Lagrangianik, BT Sim
plex volume minimizationZEHEHILEFSNDS,
RIO KEDIY FXVN—&, HEERRREDKHRI MLEda—7
)y FEEREZ ZNENETE L. REPOINDDOEEELZHET S (RT
vS108),

BB, AFEOMO—FEE LT, ZBRABGD. TV RAVNR—%ZDR
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[0194]

[0195]

[0196]

[0197]

KEH 12850 (RERREDODVRLKEE 1 DIV RAVYN—TH ) B
B, OEBREBREOEEARY MLiE, K— 1 RTBEEICHET 2BIRED
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DK —1RTEE (2RTHEE, ZAF) 2RTAX—JHTHD, K—1
RITBEE O, TV RAVYN—THZIEZAKREG 1. ThUANDEEH
RIE6 2, RU, ZERRECIICL > TREINAIY RAV/IN—64,
R 65%2HRETI=AFTHD, M2EELD2DIE. FBEAMREKEC 2
RO 63H K= 1 RTBEICHET 2EHREORROMEZICAEL T
WbZETH5,

BE. FERABREODVRCEBST ORIV RAVNR—THBHETH>T
H, OZBARKEIE. K— 1 RTEKICHEZET Z2BIRKAELICABELTWT
HELVL. AIDOEHICAEL TWTELW, TAbLE, JDFAE. DE
BARGFOMNBIFERETELL,

BHOTH, SYBNAEARKBOURIB LN DA TIE. thOFEERBRIEIL
CIVRAYN—THIZBAREEIZERDZITY RAYNR—DKSD (D
IVRAVNR—DED) #20EERULEG I EHFFELL. 4 0EEY
PEBGZENLYTFE LV,

AAEICENE, BEICARE LIC <, EROMBRDHAITVIC S WEIR
DRETH>TH, FEROMLELR LICHTICEHT 2 ENTE, hDL E
HLEENMIAREICR S, KAEIE. BIC. BRORDDEEYTH D%
AOREEE, RV, FREROHAEZFICHEA LLEE. BREF/ZILHIC
BWERREEKIBICEBET 2 &N TE S,

(A EDE 2 EfefzaE]

AFEDE2EBPREIL, TTICHRIALASE 1 EEMEBICBITI2Z27y 7
S107ICHWVWT, 2EABRENIY RAVN—ESFRVIGE, ThbHLBE
KT RGEBEARTERICHE T 2FBRBREN1 DB AWEEDIY KXY
N— (ER) OREHEEET,

AEBTEBICEITEDEBRD— DI, TV RXYN—DREN. ik
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Bl1 4%, ZDOHLEA%ERBT2HODBEXARTH 3,
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TEHEAT %) THBH. ERICEAAUTEZ201F. FRIVT—IPBELMEL THE

[0198]

CIEMBEED IS T AV NHRADARY MLSOBY RN TH D,

[0199] AREMEICHRZ LEFERIE. TORKITI %
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L d

AeRrRNM

ETn
[£157]

X~A4S
THY., RICKEADR) T —DEBEEIIDODWTHETE/ELT, Ot
[#158]
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EEAIINET DL,
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KxM
BeR,

EKBEDEE (RYUT—) AOELCZMBEDTZ ST XY NOEEEEERT.
LFTIE. M1o70—C833, X7y FS104DNMF0E (LT
. TTEEONMFAE] 50D, ) & RAFTYTST107ICEF3TY
RAVN—DREICEVWTERINAEINMFAE (LT T2EEDONMF &L
Bl &HWI, ) OEBVWHFICDWTEFERT S, 4d. UTICHRBADLGWRT
v THEICDOWTE, RAIE LT, B1RBEBEEBICSITEERRTY TERKT
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[0201] LAFOMBBICEWT, B1 EEMEBICSITZHATERLLRESEELU
TORDODESYBEXHZ TEHAT 5,
[0202] [&1]

EE BEEAN BEERAR
(N F TAEXTIRERFEE) <D FvR0
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[£462]
X E R+NXM

IR LT,
[#163]
X, € RVM X0 € ROV X €R,

FRENETNNEBDIARY ML, nBEHOHNY ML, (0, m)-BER%ERT, X
TIE X DEREITH.
[#164]

X1l

E7AaR=ZOR/IWNLERT,
[#165]

1 X111

EXDOn{TEHD
[£166]

1 X112

£,-norm, +,-norm
H“RT, XDPERFTHOEE, Tr (X) IFhL—R, diag (X) Ix
ARDDLREZNAITIERT, Thv& 1 1 WWETRTOERN 1T DONRITAN
7 bLXIE (N, N) TAlERT, | ENRTOEMITIERT,

[0205] (1EIEDONMF)
[$467]

X = AS
[0206]  AA:F—4 135
[#768]

X € R+NTXD
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[0207]

[0208]

[0209]

[0210]
[0211]

[0212]

H7 : 21T
[£169]

A€ R+NTXM

BEE7ZT7AV NIRRT ML
[#70]

S € R+MXD

T N:HYTLE T BETEHIER. D: FrIH M E
EARY MLBTH D,

—EIEONMF i, FELICE>TREINZARD-SO—NMF X
LTUTF3IHAFALTERELTMA. MS (Mass spectrom
etry) OF—9BRICELSBET DL ICHREL &,

1) FYyRIVTEDHI R/ A4 ZADDEHEDEITE
[#71]

R € ]RDXD

BARRMERE—VICEDETRBEE S &
2) VI MNEXFINEEETIS VAV MR MVBICERYT 2 &
3) PEDHREBTZ 757 AVNARI MVATZHETE2E (R
— IV &M DOILR)
1) IZ2WTE, UAFLIESLS DFE, e o2 THRIIFESE (i, i. d)
DHIR) A X%ZREL, BRTHERIADEITIREEAT S, /1 XIT i
i, dZIRETDE. T—HTHIXDHERERETIVIL,
[#72]

M (Xi, — [AS]i)?
X|A,S, 2y — _ \Yim im
p(X|A,S,0%) 1| |1 = exp P }
i=1 m=

EET D, BERARY MVEMIZRAMBDT, BBNICHEHETE S LD IC,
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automatic relevance determination

(ARD) Z9HITHNADRN—AEICEDVWTEAT S, 7. BERNSD

TEWRAZTNHRIARSA ZINIEBRDHEADERIDHE LTRET 2,
[0213] T habhb,

[£473]
— T M
A=, .., )T €ER
Wxg LT,
[£474]
p(Ainml A = %exp (—%) S.t.Ay,>0,fori=1,.,NT,m=1,.., M,
NT M
pad = | || [pimlam,
i=1 m=1

EHROEEETIVLE LTI,
[£75]

p(X,A,5) = p(X|A,S,0%)p(Al)p(S)p(4la, b),

EETB, TZT. p (S) &
[£176]

1Sn:l2 =1

DBRELED—#D%H%,. p (A ] a, b) ik (a, b) THRSALSAX
INBHEHYIRH. TA4HL
[£077]

M
b¢ b
p(4|a,b) = ﬂp(/lmla,b) = —Am_(aH) exp (——) form=1,.., M,

11 [(a) Ton

E9 D, aldR/IN—RAMAEFAETDZINA/IRN—=INSA—=FT, a=1+10""18
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. bIEREERAICA . OHFEE (A;,) DLRBEHENT,
[£078]

b
E(4;,) = ——
(Aim) = — (1)
EERDITONS, CHIFEICE (X 4) &
[%479]

Fia) = ) E(Aim)E(Sma) = M - ECAin)E(Spna),

m=1
BBEGEMNHY. E (X y) ZXDOFEHuxTEBYT S &,
[#480]

y b
Hx =
(a — 1)VD
£Y b,
[#181]
a—1DVD
b= tx( ) , 2)
M
EEFE D, LD > TaRBITERMIL.
[#182]

1 DNT <
= EHX_ AS||E + Tloana2 +(NT+a+1) z logA,,

m=1

M
1
+ 2 T(b + ZAW) + M(logl'(a) — alogD).

m=1 i=1

EETD, INRAICH L THICOLRREHRADT,



WO 2022/270289 42 PCT/JP2022/022813

[0214]

[#183]
aL__O
oA
ERAY XN
[#184]
b + Z?’—TlAim
Ay = — ,form=1,..,.M S3
M NT+a+1 f ($3)
ELTAICETZ2EHRRADIEOND, TZFETIRHEESDERS L 7=ARD-SO-NM
FOEHICTERICK 2.
JAXITTSDi. i. dAVZADHEDIREIEIMS TFT—FHICDWTIEHT

BREST. REWSITFIVEERZIR /A XEFTHHEAD’H DI &L
hTwb, 22T, /1 X9%H
[#185]

Eec RNTXD
HBRARBRMAEE—VICL 2 EEROKRENRD E L TKRDIZ, Tabh5E,
[#186]

Eq=Xy—MOMOTMO) DT ford=1,..,D, (54)
2T

[%487]

d) —
M = X.[d-30,d-20,d~10, d+10, d+20,d+30]

EFvRIdERLHLE [d—30, d—20, d—10, d+10, d
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DD EITHY
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[£488]
R = RDXD

I
[£189]

R=—E"E
NT

ELTKRFED, ThEAVWTAERRZEIET &,
[£90]

p(X|4, S,R) = —exp{—Tr[(X — AS)R"1(X — AS)"]}.

DNT
v2n  +/|R|

E%, REEFITNTH D EITERT %, 2AEOETHLEREIL.
[£791]

L(X,A,S,4) = —log[p(X|A,S,R)p(A|D)p(Ala, b)]

DNT NT
=Tr[(X—AS) R Y (X - AS)"] + Tloan + TlogIRI

M

M L NT
+(NT+a+1) logh,, + 2 /1_<b+ Aim>
1 m=1 i=1

m= [ =

+ M(logT'(a) — alogh).

ERDB, AMIDWTOEHFREq. S3IARAL. EHIEEZR & L TEL
T5&,
[#792]

M
L(X,A,S,2) = Tr[(X — AS)R"1(X — AS)T] + (NT + a + 1) z logA,,

m=1

Ehd, TOBBOA., SICEATsE/NMEldhierarchical a
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lternating least square (HALS) IC&YfT
J, BEDLDH, LTORYT MIVREEBWS,
[#793]

a, =A,,S, = Sm:T,for'm =1,..,M.

HALSTIEEREX-AS%
[#194]

xXm _—q s, T(m=1,..,M)

ELTKRY, T
[#795]

X = x - AS + a,,s,,”

THd, chicEYL (X, A, S, ) BEImI&ICHREL TEIFT,
[£296]

L(X, @) Sy A (@)
=Tr [(X(m) — @Sy T )RT(XM — amsmT)T] + (NT + a + Dlogl,,

form=1,..,M.
SIZD2WTOY 7 NERFIERFILT 1 —I8
[#197]

\VoﬁmS%SUn)

ELTEMBEBLICHAAT I ENTES, IIT
[#798]

m) — M
S( ) = j:,tmsj
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THd, COEIFM—KDEZTOMBDDOIERIMERL. §JHEBICER
HENBINBIEDS TS VI I RERHEZRT, CDEIFEICW.E [0,
11 IC&>TEMING, LA > TRIMET R E MBI,
[$799]
L(X, @y Sns A (@)

= Tr [(X™ = a5, )R (XM = @5,,7)' |+ (VT + @ + DlogAy,

+ W §nstast™,

ERY, a,& s ICEAT BRI,

[#7100]
oL 1
E = (amsmT — X(m))R_ISm —+ alNT,
L _ T
T = R™! (sma};l — xm )am + wy &8,

Y, IhozEoeBdIFE,. BHAE

[%101]
XMmR-1s,  — Ai 1yr
Gm = sTmR‘lsmm ’ (53)
s, =X™'q —w, & Rs™, (56)

ERD, sSHTEFHBICHEBIEINZOT, EHREIZEE L, FEFIMIT
. BEBICEEERICHE T I SICLYEL L, EEMICIEEZIE.
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a,, + |a,|

2 »
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&> THETESD, 22T
[#2103]

la,,|
FERTEICHTEEAE >R T MILVAEKRT D, KREERRKE I
[#104]

s(m)TR

HEq. S6DOERIISEL. BRBLRERRM,
[#2105]

s(m)Tsm =0

Ewo=1%2@EAITSHI&T.

[$7106]

—smTxmTq 4 g T Rsm) — o
E-}WVMM%R (S7)
™ cmT pgm)

E/FoN3, MEEqg. S1-S7TZAVWTUTO7ZINIT) XL EZRET
%o
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[#0107]

Algorithm 1: Pseudo-code of the first NMF

NTXD

Input: #;-normalized data; X € R, , orthogonal constraint weight; wy, initial component

number; M, iteration number; itr, margining threshold; t € [0.9,0.99].

Output: spectra-wise fragment abundance matrix A4 € R V"M

, M-fragment spectra § €
R, "*P with optimized M.

Initialization

initialize A by Eq. S1

initialize § by random selection of M-row vectors from X and #,-normalization.

calculate b by Eq. S2

initialize A by Eq. S3
calculate £ by Eq. S4and R = %ETE

Repeat until convergence criteria are satisfied:
for m=1,...,M:
calculate s(™ « Zj‘ﬂim s; and calculate &, by Eq. S7
update s, by Eq. S6.
project s,, to the non-negative orthant
£,-normalize s,
for m=1,...,M:
update a,, by Eq. S5

project a,, to the non-negative orthant

# Merging very similar components
for k=1,.. . M-1:
for m=kFk, .., M:
if sks, >t
a, < aq,+a,, a, <0
if aian, > tllagllllanl:

llamlls

el

N
Smo S = Isellz, s« =

S« S, +
a, « say, a,, < 0
update A by Eq. S3
[0216] CZZT. ALSOEFHBIC. BlEKSRLTEY—Y Y TT254L5I107 %,
FAROARY MLEBTI2EROBRLTEY -V T2 EHNEESICREINT
W2 H, JITRESLIC, BROBESHEZETIHRSRALTEY—I VT
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[0217]

[0218]

[0219]
[0220]

52 &1L, ThICLY, AMGRE—Y. ERZ4AFU8MICEY 1AV
BINEISTAVIY =X, B/ X—BEVOFYI—E—0 1) —
R EHE—DDEHDETDIET, JYBREOBWEREE522IENT
x5,

(Canonical correlation analysis fi
lter (CCA—filter) ®EH)

AB: TEIENMF OHN

[%5108]

S € R+MXD

ISV DTSHYRARY ML
[#2109]

XBG = R-l_TXD

HBA: NI 750 REREHBEINLERDESD R

TEIEONMF THELNEM—FKADRICIK. Ny P75 RRREAMIC
HERTI2HRADNEEN. INOIFHERDOITERE PO D AREMEN D 278
 APSHLERYRK ZENTFELW, M —FaNNNy TS50 Y RER
DODRD7EECCA—F il teril&VYHIEINLET D&,
[#110]

A E R+NTXM

)40
[#0111]

S = R+MXD

rENEN,
[#112]

A€ R+NT><(M—M’)
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&
[$0113]

'

S c R+(M—M YXD

ICR B, B, CCA—F i |l te rBERERORSEIEIM—M (T4

2™, — ELTMZBW5,
CCA—TilterZBAWREOHITIEK., NV I TSIV RIRY ML

[£1114]

Xpe € IR+T><D

HETF—Hty MIEOHT, YV TIWARI MNVEHETIEBEDONMF %17
IMEBEDH D, H LALHDREAYDFETEZHEIE. TOREAMICOW
TRAIELIEARY M EXge&E LTRAWSZENTES, CCA—F i |t
e rigMoam=1, =, MIZDWTV&EDTD, TDRARY MLS, D Xpq
IKEENTWBIIHERRL TV,

BHDRT Y Tk, M=ZRJ NLHhSHES

[#1115]

¢,-normalized

INES%E, S, . ILUEEART MLEY b
[%k116]

y = ]R_I_MsimXD

EL BITWARWBWRRY MLty b
[#117]

Z € R_I_MdisXD

KRBT B ETHD, TOREN.
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[#1118]
Sm:Ym’:T = tl,fOT' m’ = 1! "'JMSimJ
Sl <ty form' =1,.., My,

M/EINELDICITD, t,€ [0, 1] EHPBHETARFEPETII—ELT
t,=0. 22V, BH. S,.IZBICYILEEFNDDT, YO—FHICS
m:%*ﬁ%mbﬁ:o Z‘j:XBG(\:_:%a:é R

[#2119]
(_ ’
Xpg
Elf, YEZIE, THEOERD LD I,
[$7120]
_ 1
Y =Y (ID — 511D> € RMsimxD, (58)
_ 1
Z=12 (ID —5111,) € RMais+T)xD, (59)

ELlls INHZDODARY MLty MIH LT, CCA%ZITH, CCAIE
C ZDDARY MLy NRDIBEBEICE Y., BRENIBLERTDIARY
MLZEEYHT,
[#121]
Y

[0221] RO¥
[#0122]

Z
DIFAEE DRBHRYT ML
[$123]

Uu € RMsim
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) 46
[#1124]

v E RMaistT

I TW3ET5, > TARY MLRTIZFENRFN.
[#0125]

y= u'Y € RI*P

)40
[#2126]

z= vIZ e R*D

EET D, TORUERMERERE e ICK > THEI N,

[$127]
T
B uV,,v
p - )
/uTVyyu\/ vV, v
Z T,
[#7128]

VYY — V?T/D,VZZ - ZZT/D,VYZ - VZT/D
CCADMBEEREIF.
[#7129]

(u*,v") = arg max p.
uv

LETD, TOMR

[$2130]

(u) (= RMsim +Mgis+T
(7
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E—REBEREDES LTSA5NT,
[#2131]

0 V,\/U\ v, 0\
yZ = yy " e
(V§Z 0 >(V) a ( 0o sz) (V)( ' >,P1 2 2 PM i+ Mo+ T (510)
PMgipn+Mgis+T

ZZT

[£0132]
(v)

EEBNYT ML

[#2133]
Ux
o)

HEETOEBENAKZIWVEICHRY MLE LTHERTELSNSTITH D,
Z2EEE

[£0134]

(P1) -+ PMipn +Myis+T)

. W3 (u*, v*) ZHFE8E L TREEETELh Y & z DEER
BUCR>TWD, ST o>t L, &2 IRTOEEREICHET S u%E
BRYHL., LS, . ORBUICHET 2 1 BEEODERNMUICKELFTSTSEK
XREHTHIL. THDLE

[%7135]

u
I *1| > t,
[l

ThHNIE, RomENy I 759V RICHETIRDEHELT, VAT A
ML, TZTt,e [0. 9, 0. 991, t,e [0, 1] THd,
NELTICZILIYXL2ELTEED R,
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[#2136]

Algorithm 2: CCA-filter

Input: #;-normalized basis-spectra of the 1stNMF output; S € ]R+M xb

, a background spectrum;
Xpe € R,™*P | thresholds: t; € [0,1],t, € [0,1],t5 €[0,1], in this study (¢, tp,t3) =
(0.2,0.9,0.5) is consistently used.
Qutput: a list of the components judged as background components.
for m=1,..,M:

for m" =1, ..., M:

classify S, into ¥ if $,,.8,,." >t elseinto Z.

Z< (Xic)

calculate ¥ and Z by Eq. S8 and Eq. S9

calculate Vyy =¥¥Y'/DV,, =ZZ7/DV,, =YZT/D

obtain U™ = (W', .., UW'p_ . ymy+r) @nd (01, Pag, +mg5+7) DY sOIVing Eq. S10
find O such that pgy >ty and pgyq <t

for g=1,...,0:

|U"14]
1l

if > t3, add m in the background-component list

return the background-component list

[0222] Ny O 7S50V REOMRFEINLHEE, FTH2ADINRYT ML, &
USDITRT MIVEHIRT DI & T, YATLDLIRW,
CCA—filterhbHAINE Ny I TS50V NICHET M
—ABREFHD
[£0137]

Ac R+NT><(M—M’)

(LR, B8EOE-HOM—M H#MEBXHEZT,
[#2138]

A = R_l_NTXM

ERT) 1. YUY TIULERVARSERALE - TCEIYNITREELBET 5, %
DE. Y TInilBT2ADNMTFIEDA (M E—RITRY MLIELT
[#2139]

a,, = vec(AM)
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EYHYTNnDEBARY MLE LTZEIEONMFEFOARE LTH LW,
HERDTICEWTEM =TS 7 A Y NOBRELSFIEAERBROLDH. v
TIVBILITRTOBEREHERLEDETH Y TIVEBOM-J73 XAV N E
T®WE (fragment abundance; FA) #%7Y
[£7140]

ﬁ = R+NXM

EANELTELY, TZTIHBEDED
[#7141]

~

A
ICDWTCZEIEONMF 2475 2 &ICT %,

[0223] LML TFODOEHI>3>Tlk,. Non—negative least squ
are (NNLS) IC&2 71 v T4V J%RBICED, COMBER. &
B IR R
[#142]

x€eR"
ERVT. EHITS)
[#143]

q) E Rmxn
DHRY N VIREEIC LY
[$144]

y e R™

T HHDT,
[#7145]

x* = argmin|ly — ®x||?,s.t.x > 0,
X
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Ic&YUkddbN2, INEHEICIE,. alternating direc
tion multiplier methods (ADMM) (1) %
BUHEZORBELFENMEAZN. TITREFuU. et. al. (
2) ILLYBRINAZADMM-—NNL SEABVWTIDOREE & X, #%

[#1146]

x* = NNLS(y, ®)

EREET D, FELUTBZRIMLEYNY= [y, . ., vy ] IcHBmT 23
BEREENRI MU, (1=1, .., L) XEBICEHETET,
[#1147]

x;* = NNLS(Y.;, ®) forl=1,..,1,
F TR A T,
[#0148]
X* = NNLS(Y, ®),
EELLZEILT DB, T
[%0149]
X* — [xl*r"fo*]

THhd, BAROBET, BRERT MLORIMMN 1142 & D QRFEND
Bl fully constrained least square
(FCLS) &&ldn. ADMMZAWTH UKL ZENTET,
[£51150]

x," = FCLS(Y.,®) forl=1,..,1L,

F I ITPIREE T
[#0151]

X' = FCLS(Y, ®),
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[0224]
[0225]

[0226]

[0227]

EELLZEILT B,
(2E@BDNMF)

AR BTN EBEOFALZKRT
[%152]

ﬁ = R-I-NXM

EEM-DJSTXYRTEDARY ML
[#2153]

S c R-I_MXD

. R T —ROBK
HA G TNBOR) T —EEHEK
[%1154]

C = R+NXK

 BUEEK-ERERIT—TEDFA
[#2155]

Bc R+KXM

2E|HDONMF :
[%k156]

A~ CB

&, V=< VEIEZRWVWTZOELERE
[#2157]

D¢(4|CB)

EZFEY D, ThAbhBG,

PCT/JP2022/022813
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[44158]
Ds(A|cB) =Tr|(A - CB)G(A-CB)'|

RGN

[#57159]

G =SS"T e R MM

Thd, FT=A1T5

[#7160]
HOALRAF—9G=LLTICLYBENIL

[#0161]

2
FI

DG(A|CB) = Tr|(A - CB)LL"(A— CB)'| = Tr|(A- ¢B)(A- cB)'| = | - cB|
CEFB, 2T

[%51162]

A = AL € RV*M B = BL € RK*M

THY.

[$7163]

A~CB

CATRINRT BT & EEETH B,

[%5164]

o~

B

DITRY MIVTELND YT LY I ADEFREES
[#2165]

vol(ﬁ)jﬁ

DITRY NVEDIEEREIE %
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[#5166]

nonorth(B)

ELT, a>0&BE [0, 1] #EHET NI

[#7167]

* TIE . 1 “3 =112 144 = ,8 =
(C*,B*) = arggnmE”A — CB||; +Evol(B) + Enonorth(B), (511)

s.t.B=BLB>0,C>0,Cl; =1,.

f[ckv

[#57168]

(C",B)

BNRFED, 2T, Fublk (3) ANEADONZ MEENET Z/0DIC

[$2169]
P 5 p—2
~ = 2

W = diag(wy, ... wy)

BREEHTIDEAZRELTWVWS, TIT, pe (0, 2], D eldh
IREANENS X =S THD, AFERATIE, —BLTp=1. 5hDoe=1
0-8& L7k, mBILERBIE

[$0170]

1 —~ s ~T] & ~ B -
rCr%n ETr [W(A — CB)(A — CB) ] + Evol(B) + Enonorth(B),

s.t.B=BL,B>0,C>0,Cl; =1,.

8%, C&
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[#0171]

-

B

lEIblock coordinate descent (BCD) E:H
KK YRBICRELT S, 9. t AORELEITL.
[#0172]

(€, B
EEEET D, P, MHEICIE. vertex component a

nalysis (VCA) (4) #HW\WT.
[#0173]

o~~~

A

DN TR MVOFRLLY Y TLy I ZOK —TERISEVWKEODITRY b
WEZRL, Thz

[£1174]

0
& L7,

[%2175]

B

ICEDLCOT7y TF5— M.
[%2176]

ct+0" = FcLs (A7, B®"). (513)

ICEYVEBHMICITAS, £2TCTC (O [TEDL
[#177]
B®

~

mo
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[#0178]

BE+D)

ANDT Y TTF—RMIDWTERD, BH.

[#0179]

nonorth(B) = Tr (A(E'ET — diag(EET))),

[#2180]

A€ RKXK

EREERHTH D, F/-
[#1181]

vol(B) = log|det(BBT + tly )| = logldet(H)],
zzT.
[#7182]

H(B)=BB" + 1l 7
BANIRERME/SS X —4 T, —BLTT=10"9%@\k, IIT
[%7183]

vol(B)

DMa jorize rBBIEEAYTS, #HHEFAEALY., —HFIOD
[#1184]

H® = H(B®)

ICESWT,
[#2185]

log|det(H)| < log|det(H(t))| +Tr [(VH@ log|det(H)|)T(H — H(t))],
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NKILd %, 2T
[#2186]

Vo logldet(H)|

(=
[#0187]

log|det(H)|
DH (V) IZB1F 2 BET.
[%1188]
Vo logldet(H)| = go~ "

F Y.
[#2189]

vol(B) = log|det(H)| < Tr [H(t)_lH] + const = Tr[FOBBT] + const,

T,

[$7190]
FO — g1

MDD, cons tiXERIEBTHD, LI=H>T.
[#2191]

vol(B)

7
[£0192]

Tr|[FYBBT|

TEIXMA T, IRTORFTILT 1+ —IHZEbETEL &,
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[#2193]

B

a — B . a e e
hid bl had Mt BPT P O BPT
> vol(B) + 5 nonorth(B) < 5 Ir(F BB ) + 5 Zr(/l BB ) + const

1 e
= ETT(VBBT) + const,

ZTT

[#2194]

V=aF®+8A0.

> T

[£5195]

B+1)

D7y TT—hMIUTZMEIETHLND,

[£5196]

A 1 — PR 71 1 e
B“H>=mg%m§TquA—c®BXA—C@B)]+ETAYBBU (S14)

s.t.B=BLB >0.

EMOFRIRM BB Y B720I0,

[#2197]

B =BL

B3EMES TS VY T RERE

[£5198]

y A= RKXM

AEWT. BMBEHRICHEAAK. ADMMOBRIEA T OBEBEAREL,
[#2199]

—~ D >, _1
(B+D, B+D) = arg min max {f(B) +Tr|Z"(B-BL)| ——|1Z - Z'||12:},
BB % 2u

s.t.B =0,
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T,

[#1200]
f(B) = Tr|W(A~cOB)(A~cB) |+ Tr(VBB")

MDOUIZTADMMDINAIN—=INSA—HTHD (CCTIEH—EBELTu=1¢&
L) o Z' IE—H8rinZ%xkL.
[#4201]

Z=27+ u(B-BL), (515)

DEEICENBHRIZZICODWTEREKRIEINE,
[$4202]

2
,B =0,

9(8.B;2) = f(B)+5|B-BL+-Z
F

Il

"52%, Inh%
[£4203]

(B,B)
ICDOWTEREBELTRIEL WL,
[$4204]

(B,B,Z)

EHA0 Yy oIRBELEL. 7ITY) X h%Algorithm3ICE &,
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[#7205]

Algorithm3: ADMM for solving the optimization of Eq. S14

input: B & B®, hyperparameter p, function g(B, E)
output: B+ B+1)
initialize: ¢ = 0,B, « BY,B, « B, Z, <0

repeat until convergence:

§q+1 = ar%ming(B;Bq,Zq), solved by Eq. S16

B, = ar%g}ing(B; Eq_,_l,Zq), solved by Eq. S17

Zg1=2Z4+ “(§q+1 - Bq+1L)
qg—qg+1

if ||B, — ByL||. < 107;

end
B(t+1) P Bq,ﬁ(t+1) - BQ“

[0228] BHIREHK
[£4206]

Q(EJBq'Zq)

I
[#1207]

———

B
ICDWTIRIREMS 2 L O REBOK#EL 8D T,
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[%4208]
99 _ (C(t)TWC(”l) +V+ul )E’ _cO"WA-B,L+-z=0
i pl g — By +; =
R T -1 . 1
Boer = (COWCO + v+ ul) (cOTWA + ByL- ;Z>' (516)

LYTRMEIND, Fi
[#2209]

9(B;Bgs1,Zg)

IENNLSIC&YRRIFT,
[%k210]

. 1\
By, = NNLS <(Bq+1 + ;z> , LT), (517)

EEFEINDG, UELYSTOMEEq. S11 %28 HOD
[#211]

(B,B,C)

DEHFANB/ LN, BERICV=aF O +BNAN O OFEHMIOVWTEZ S,
F (O [ZDWTIE
[#5212]

R -1
F® — (B(t)B(t)T 4+ TIK) ) (518)

EREBICRFDZ, AW IHBLERRKE. ThADLS
[%7213]

BBT = diag(BBT)=D, =1
&
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[#7214]

af(B; ¢V P ~
% = cO'W(COB - A) + (aF® + AD)B = 0. (519)

HHAEDHE T,

[%k215]

ET

Eqg. ST190HAINLMNTBE.
[%k216]

cO'w(c®Dp - AB") + (aF® + AO)D =,
A® = C(oTW(;mTD—l —CO) - qF®, (520)

EB5NnN3d, Eq. S18¢Eq. S204&Y.
[#1217]

- - _1 o~~~
V=a(l-5) (B<f>B(t>T +1l)  + BCO ' W(ABTD 1 - c). (521)

N5EZb6N2%, UMEEZRAWT, BEEq. ST 1428 HOT7IITY XL
LR EEY TH D,
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[0229]

[%k218]

Algorithm 4: Pseudo-code for the second NMF (solving optimization Eg. S11)
Input: output of the first NMF (sample-wise FA; 4 € R,"*™ | basis-fragment spectra; S €

R, M*P), basis-polymer number; K, weights for penalty terms; (a, 8), weight for outliers; p

Output: polymer weight-fraction; € € R,¥*¥ FAs of unit-weight basis-polymers B €
R KxXM
+

Initialization
calculate L via Cholesky decomposition of $ST
set A= AL
initialize B by selecting K-rows of 4 via VCA algorithm
set B(®) = BO -1
initialize €@ by €@ = FCLS(AT, BT
initialize W by Eq. S12
initialize V based on B(® and € by Eq. S21
Repeat until criteria for convergence satisfied:
update B, B by algorithm 3
update € by Eq. S13
update W,V by Eq. S12 and S21, respectively

(S&EBODRZDEBEFEHEANDT AN T—HDHE

T—H Yy MIOSEBAHEELZDBIC. SEBOHEEICIFAWAN-
feT7—4 (ZZTRTFRAMT—4 EMEXR)
[$7219]

TXD
Xtest € R+

%, SEBDIRDBFEEANNTT 2HFEICOVWTEND,
FITS—BEEANOHFICELY.
[#2220]

TXM
Atest € IR+

NEo5ND, TRbBE,
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[#7221]

68

1

1
A;,e’ = NNLS (R_thestT,R_EST),

EESEEICOWTKBMES Y.,
[#7222]

1 1xM

Atest € R+
ICE#BLI=DBIC,
[#41223]

1xK
Ctest € Ry

NEo5ND, TRbBE,
[#57224]

B-HBYEADHREHABIICEY.

Crest” = NNLS (L™ Ares; ,LTBT),

Ctest

[0230]
[0231] [5%2]

Ctest
— —,
ICesellr

Summary of datasct and hyperparamcters.

PCT/JP2022/022813

BB, FT—=YtYy NENAIR—IRSA—HILUTDEBY TH D,

Sample Temp. range First NMF Second NMF

number N | (°C) w,  Merging Initial Prior iteration K a=f p
Mass thres. M
range(mn/z)

24 [50, 450] 02 099 30 Exp 3000 3 0.1 1.5
[50, 1000]

[0232] &7, BIAXHEAIE.

UrDEHEYTHS,
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[0233]

[0234]

[0235]

[0236]

[£R3]

1. S. Boyd, N. Parikh, E. Chu, B. Peleato, J. Eckstein, Distributed optimization and
statistical learning via the alternating direction method of multipliers. Found. Trends
Mach. Learn. 3, 1-122 (2010).

2. X. Fu, W. Ma, K. Huang, N. D. Sidiropoulos, ROBUST VOLUME MINIMIZATION-
BASED MATRIX FACTORIZATION VIA ALTERNATING OPTIMIZATION
Department of ECE , University of Minnesota , Minneapolis , MN , USA Department of
EE, The Chinese University of Hong Kong , Shatin , N . T ., Hong Kong. Icassp 2016.
MI, 2534-2538 (2016).

3, X. Fu, K. Huang, B. Yang, W. K. Ma, N. D. Sidiropoulos, Robust Volume
Minimization-Bascd Matrix Factorization for Remote Sensing and Document Clustering.
IEEE Trans. Signal Process. 64, 6254-6268 (2016).

4, I. M. B. Dias, J. M. P. Nascimento, Vertex component analysis: A gecomctric-bascd
approach to unmix hyperspectral data. Signal Image Process. Remote Sens. 43, 415-439
(2006).

(FERIEE R E)

RIC, AEBAORBHREBICHRIEREEREICOWVWT, HEZSERL AN
HEtARYT %, M3 1d. ARPORFEMEICEIEREEREDO/N—FV LT
BRETH 2,

HNHEERES Ok, BEQMEES 1 &, BFHRULWERE3 3 &%2EA.
HENWEBI 11k, BERY I3 2%HBATWS, BHRLEEES3 3 ik,
7Oty H34&, BETNMIR3IEE RRTNAMR3I6&. AATNA
A37&%ZBL. BEEQMEKREI 1 CBEHRWEREI 3L WEMBEILT 9%
ERETIELLIBAINTWVWS,

7oty H 34 FIE v oo07otyy JotyHa7. T
F7OtvyH, ASIC (application—specific i
ntegrated circuit), FPGA (field prog
rammable gate array). R, GPGPU (Gene
ral—purpose computing on graphics
processing units) Z&ZTChHs,

EETNAA35IF, FESOTS L, RV, T—9&—BMIC. RV
XiF, FE—EFHICEEIET 2HEEEB L. 7Oty Y 340X TaRME
¥ %,



WO 2022/270289 70 PCT/JP2022/022813

[0237]

[0238]

[0239]

[0240]

[0241]

[0242]

EBET/N1R351F, Flxi, ROM (Read Only Memor
y). RAM (Random Access Memory). HDD (H
ard Disk Drive)., 72vy¥axXxEl, XU SSD (So
|l id State Drive) &ThHsd,

AATNRAR3TIE, EREBRANEZIINT. T, HEBHEEEESO
NDERDANEZTNITEZIENTES, AATHNA A3 T, F—KR—
K. *OZ0 ZFv 0 ROD §y FRRLFTEW,

RNTNAZ3 613, HEHEEEEIODZAT—F R, HIOEH. RV
. EREERREERTTED, RRT/NM1RA3 6. RET1RATLA,
RO, BE#MEL (Electro Luminescence) 42701
1ETEW,

Flee RRTNAZX36. ANTNAR3 T E—KELTEBRINTWL
THdW, TOBE RRTNAIZA36DBYYFNRRLTA AT LA THo
T. GUIl (Graphical User Interface) %miEH
THHREIET LN D,
TINRRLKYBEICT - =BETRERTOEY Y 34, BIRT/NA
A35, AATNAR3T. RO, RRTNA X3 6%RAS. BRUER
E33F. #HENICIEIVYE2I—4TH 5,

BESWMEE3 1. BERY 3 2%RA. BEMICIE. DARTA F
ViR, MABNMBARKE., R, RITKEAREESWME2RADIEESNEET
Hd, BEDMEES 1 MEA DM A VIR R BEESHETE. WIht
HRENRFITHY ., AEMHEEREMA DEEDNMEBEDEMKIZ LEIC
BRE X 1L\,

Bl4 1k, AEBOERPEEBICHIMEMIEEERES OOKETOY IHTH
%, MRHEEEES 0. 2REDEESNEITOEERLWE4 1 &, BE
DHEA 1 ICE > TELNATAARY ML ELETY 2 BRNIER4 2 & %
59 %,

BENWE4 113, BENMEEI 1 22ATEXNIN. BEESTERES
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1 AR T 2HEIEE 4 SICRIE SN TERIRY 2HEETH D,

BESMER4 113, O— FIhickiEty b (k. 2BREKE. RO,
Ny I TS50y Rk, M4, S a) ICDOWT, MELRL SEHERE.
RO/ Xid, BOBINTETEI2HARDEAF b L. IRREESHLT
 RAARY MLEHANT D (B4, FF5c) .

O, BESWEBI 1 0BRBEINTVWIBREILERLABREER (K
A, BB b, FIxE. BERY T3 2405452 (RY) IxFiLoox
HY) HPEBICEESWEREI 1ICO—RIh, YRARIT MLILEEERS
Abs

[0243] ORIC, (EHRUEBEES 322 A TEHRI NS FRUIEL4 2 DX EBOHKEE

ICDWTERERY %,
HIEER4 31k, Oty 345SATERIND, IHEER4 31k, &E8
HHEIFEL T, MERHEEEBEI ODRMEEEEIRT 5,

[0244] ECIEER4 4%, BT /NM A3 5%#SATHERINS, SEE4 4ICIEF

HEEOEEDHDTOT S LADNEBIRI N, T, BEWICL>TABAE
Na7T—HO—FFH. &, F—RNLERMBEZRHET 2, LEHR4 41

. HIEERA SICL o THBEIN, TS EHmAHLLEY, ETRAALY TS
ZENTED,

[0245] ANEA4SIEANTNA A3 TEEZBATERIND, /. HAOE4 61

 RNTINM A3 B6ESATERIND, HlHE43NINSEZHETZ T
ET, HHRHEEEE3I ODFEARENLDANZZIFMIFTT. ThiiEiEE4
4 (CEEBIERLY., BEEE4 4 ICEBINLBERESIBISEEFELLY. HH
46N U THRMEEES ODFERBICFLTRRLEYTE S,

[0246] F—44THUERER4 713, ERIEER4 4 ICRIES W70 TS LA GITHER 4

SICLYETINTERINDIBEETDH 2,

T—HITIVERRER4 T X, BESWE4 1 ICL > THREE CEICEES
NETZAZARY ML (H4H, FFS5c) ZRTICRMULIEZRITYRAARY
MLDSTF—4 470 X %ER L. %R TZNMFLEE4 8ITET (K4
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[0247]

[0248]

[0249]

[0250]

[0251]

BB d) , BB, TATAXOFMICOWTIE, TTICERALEESBY
TH 5,

NMFLIBER4 8id. EBIEER4 4 ICEERINALTOT S LAAGHIEER4 31
SYRTINTEREINDIHETH S,

NMFLIEER4 81d, T —H1THMERER4 7ICL > TR S T — 417
HIX (B4, fF5d) 2FEETIEFSE (NMF) L, #HREIhE
BERIARY MLTE) (S) &ZDBESHTH (C) &0 (X=CXST)
ICNET 2, TORBRIT. FENEIA ICEIND (H4H. BSe) .
BB, NMFAUBOFEFMIZT TICEHRIBLEEBY TH S,

FIEAIEER4 91, EBIBER4 4 [CRBEINL IOV S LD HIEER4 3ICL
YEFTINTERRINBIBETH D,

BELIEERS 91k, NMFIBERA 8Tk > THERINWAREEZIRY ML
T ET—41TH & DEEMBBEONICE > THESHTIEMEL T, FHIE
BBEDHITINEENT DHEEETH D, ERNINIRHERBEDHITINIEAN
7 MVALIBEERS OICEI NS (M4, KB ) .

BB, MENEES 913, LEEOEEMEBOMICLZMEICMA T, TT
ICERBB LAMEREARICIT > TH LW, OB, BERBEICAWVWS X v Y
TL— a3 vtk (ca |l i bBREFER) BH2HBEIX. ANE4 5
EN L THENBEAL 9ICEIN S (M4, e k) , EEEBIMICE
5E (CCA filter). RU. @ERMEDFHEMIZT TICERALE
EBYTHS,

Ny NVAIEERS O3, EERER4 4 ICEIEI N7 0TS LDEHIEHER4 3
ICLYRERTINTERIRINZEETH S,

RY MVAEERS O 1, BMELNEIL 9 ICLYIERINBERBENH
T ELREDENETNICHET 2/MIFINCDEIL. INEFEBXRI ML E
LTARY M EERNTEREERIRT 25, CORBRIE. TV FXUN—RE
TS 1ICEIND (M4, BFS9) .

IV RXYN—REERS 113, BIEER4 4 ICERBINALTOT S LD
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[0252]

[0253]

[0254]

[0255]

A SICLYRTINTRRINDIMETH 2,

IV RAVN=RELS 11d. R MVBEEES OICk > THERIN/H
WMARIMNDETZEZRNET K- 1 RITEAEZREL. K- T RTEAKICS
[FE2KBEDIY RAVIR—%RET %, ZDfEaRIE. BHEELLETEES 21
Exhad (B4, #FSh),

O, FBARKICIY RAVA—DF2ENBIEATH> T, HBISAN
WEBTZEEICIE. ANE4A SDSHBIZNILOBHRA LY KA /N—iR
EEBS 1ICEIND (H4H. BFj) .

LML, 3TICERBLAEEBY., TV RXAUN—DORE (T KA VI/IN—
SRIEEBS 1 OAIB) (TIZHIBI S NIV IEHEATIEAR,

EEELETEE5 2%, BEBEE4 4ICBEINALTOVS LDHIEE4 3
ICLEYERTINTRIEINSIEETH B,

SHEBEEES 21k, TV RAVN—REES 1ILL> TREI LK
BOIY RAVIN—=&, RY MUVBEES 012 & YIERI M HEERRRE
OFENRI MLEDaI—7Y) Yy NEEREZZhEThEtEL. KEOIY XY
N—EREOHFHERI MLEDa—0 ) v REBBEO LD S, HETRREF
ODKEDOKDPDEBELLEZHET 5, COSZHEELLOHERER (4P, &F
i) k. HAEL 6HSHAING,

BB, OB FEBAREAOHEBREEREREHDOETEALTELW,

AHERHEEEBLNIE BEISER LIS . EROBBROTIITVICL
WEARDKRETH > TH, FEOFIWBA LICOWICHT 2 ENTE, H
D, ERBREESTRRIEBOND, NMERHEEEBIL. BHIC. EROHRS
DREEYMTHI2BREOREEE. K. FREROHEEFICEA LLES.
BREBDILOICHELRIEE KNIBICERT 22 &N TE S,
= a5l

UTFTR. Eflzs &I, NERDTHEICDODWTEHFERT %, 4d. K
FEBOMR AW AR TROREDERESIC L > TRENICHERINDED
TR,
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[0256] [ZEHEHI1]
(HRIED ()
RIAFLASI)L—bk (poly (methy|l methacry
late). 588 IMI). RURXFLY (polystyrene., i85
[S1) . RUIFLA99YL—hk (poly (ethyl|l metha
crylate). 88 TEl]) OZBEOSATFOIAFH VAR (W4
BE%. 50FOBEHSELTO. 4mgiRE) %, Y 7ILRy bEICF
v AN LERIC—BERAL L TREEBL, R4, SREOERTH S, 1
., BEESMIE, SHIMADZUHBLCMS -2020%#He8E& LT
lonSenseHBDARTAAVIRE LT, NMA/0O< MEB4 A
vargy NG TILomEsie LTRAWTIT> 1,
[0257]
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[5:4]
Composition

SampleName M S E
M 1.000
S 1.000
E 1.000
EM 0.475 0.5625
MS 0.510 0.490
SE 0.502 0.498
MS01 0.884 0.116
MS005 0.958 0.042
MS001 0.990 0.010
MS0001 0.991 0.009
M1_S2_E2 0.201 0.397 0.402
M2_S1_E2 0.360 0.228 0.413
M2_S2 E1 0.408 0.394 0.197
MSE_calib 0.337 0.326 0.337

[0258] BONATRAZRRY MLIZDWT, UTD (i) ~ (iv) #RELLT
WY X LITE > TEREITo 1,

[0259] (i) C4T5/ARD & STTHIADY 7 MEXRHIK
(i i) NMF&BEtHPOT—2 0 JTEMHE
(iii) CCA=FTilteril&ddNMF7—FT4770r, KU, N
vOJSoV R AVEIIR—YavkE
(iv) BEZHAHEEICVWAZIET, v ) TL—YavTABOEE
akinl
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[0260] ARAFTICHER Lic/NA R— RS XA —HBUTFOESY TH D,

NMF :

orthogonal constrain weight w=0. 2,
initial component number K=50, sm

all positive number a=14+0. 1-15, iter

ation number L=2000, threshold=0. 9
CCA—Filter:
t,=0. 8, t,=0. 2,

[0261] M5k, MSE calib]iioWTOAYTFHILAEIRY ML (A
) &, LEANIBEIT B, BEELEARI ML (B) 2RIKTHS,
WEORBIZEBEBLHULTWS I &N S, Thabs, EEMBICE>THY
TFIVIRARY ML OFHIZREFEI N, EXSTICAVWSTWT—4 &4
el ENRINS,

[0262] F/=, AV YFIT—HICEIT7AVEILHHIND IS ILBIRTIL
EONY TSI RAE390m, zICERIXNS (U5 (A) 1, TBG
1 &EXRRFULEERD) BN BERINEZE—S (B) TlE. IhHPBREINT
W3, . REOERICBWSONBETHZ VA XYY (B5 (A) &

DO X] &R LERS) BBREINTWEZ, Ihsidwins /4 X
IKEZET2HDTHY. AAEICE>T, RN/ A XDBREINI &
MRIN,

[0263] ZF/=. ®6IE. NMFREDCITHD—EBC 5 mse carin) &« CCA
—FilterildoTNY I TSIV RRURHMDZARY MMLERW:
BOSTTHB,

[0264] B7(E. M. S, EZENOROMEMMBITERTH D, 7+, FEATE
Ih, AWBIIC TCalibrated] &HBDIE. MSE _cal ib%
Fy)TL—YaviirE LBE, 2EY. MSE cal i bO#RKIE
HEFHNELTERX. BELHTINZHRERE LIBEORAEDOHEKHEER
RTH 5,
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[0265]

[0266]

[0267]

[0268]

[0269]

[0270]

[0271]

T, M7, AEMTHRIN, ABIIC TINon—cal ibrated
1 EHDDIE. BEEH (§AaDSB, 610m z : RYIXFLoOFx
YOE—VRE) CRAEEDEERAWVT, BEASMITINERERE LS
EORAEDHEKMEERRTH 2,

g/, M7, EEITRIN, ABIC TKnown] &HBDIE. EED
HK (BEDB) 25kLTW3S,

R7iICRLEREREMS., TCalibrated], Non—cali
brated] OWTHOBHICEEDEITEWL., BhHERRIELN
1o

RIS, B81d. NMFOZRMHEMNL, (1) OBRFIHZ LR L /550
BREEERTHD, F70Y NOERIK. M7 ERAKTH D,

B8 n#ERMN L. NMFIERFWEET AN, LYEBNHEERRN
BonhsdZ&dbhol,

RIT, M9, MNFHRBEIEOFREMNS, merging SO&ERL
IEEOMEBEERRTH S, £70Y NOERIE. M7 EAKTH 2,

B9 DERNS. MNFEELOZRESIMe rging SZEHETEZAN
 SYEBhEHEERBRNMEOND &b o,

BB, ROBIEARDICE>T3IGETLMESHELAWDS, Mergin
g SOERBZEZHRFLEEIEINIBITIYRELKHMIAHETESZ
EHNH, Merging SOEEMNbIST,

B10ik. CCA—-FfilterZzZBRLAZSDER (LLEH) DMK
WHEERTHD, 70y NOERIIHET ERAKTH D,

BI1OICBEVWTIE, BIFETSE] I, MOEEEROBICEEDLLT 1%
REA>DTWREWIETERREA KL, O%E1%EHELTLED &,
H%DOHERBELRVWE WD T &ITRY ERMTIEAL,

11 TMSE cal ibliZ2o2WwTOAYIFILAZIRYT ML (
. raw of MSE calib) & CCA—filter#&fiEik
L7z LEECUIBAEITo /2R, BEELEARI ML (F. reconstr
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[0272]

[0273]

[0274]

ucted of MSE calib) 2%Xk9THTH3,
ZORERMS, CCA—F il teraf@fdsd&. DOX, BG (H5
DFHRPEZR) OVWTIhOD/ A ZBRETET VAW &b o,
K12 BREZRICLZBELTHRN >BEOMKEERZRTH S
o B 20FERICEVWTIE, HEATHRINAE INon—calibrat
ed] PKnownhSDTIHAKRKELK>THY., REZBUC L BHIEIC
LY., BONBHEERBRNLYERERD I EN D>,
[Z=5Ef 2]
(ZY RAVYN—ZEERVRIEFICEL DHE)
FEARGEECKRE B P IV RAVYN—2EFRVEEILEREE
JKHEETEDZLEBEDNDDZ/DIC. REIKEBHBHLAEY VY TILERELT
RHERI 1 ERBRORBREITo
BB, ®P. BF M] TS TE] BEKRTZEDIE. T4 (RGN
) EEBRTHD, T EY VTG, BROKRD (R)<—) OEEHX
N8 OREBAMBVWEDICHABRINTWS,
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[3=5]
sample | M(mass%) | S(mass%) | E(mass%) | mass(mg)
1 0 50 50 0.42
2 0 62 38 0.60
3 0 31 69 0.44
4 0 79 21 0.35
5 0 32 68 0.96
6 0 20 80 0.87
7 14 72 14 0.44
8 15 15 70 0.68
9 19 0 81 0.39
10 20 40 40 0.44
11 25 75 0 0.35
12 29 0 71 0.42
13 29 71 0 0.72
14 34 33 34 0.39
16 36 23 41 0.47
17 41 39 20 0.44
18 48 0 52 0.43
19 49 51 0 0.32
20 64 36 0 0.43
21 67 0 33 0.36
22 70 30 0 0.98
23 79 9 12 0.46
24 80 0 20 0.27
25 83 17 0 0.34

[0275] LEEEMREICDOWT, EHI1 EREBRDAETIRITIRAARY MLAEBT
 T=YTIIICER L, BONAET =TI DOWT, TTICERBAL 1
EEONMFLE, §hbb,
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[#7225]

X = AS

ZEELE, B, /A XDOPBHLBITIORBEYIE. XOAHAZRAWT

ETETESZOT. 1TEHEONMFABICHITZEY 2 —I)ILRELEE L,
[0276] RIC. AICKITB2CCA—Filter, EXDEELY—/ICL2BRER

FZzfTole, BB, MRAIICITEESPHBERIIAELLO, REHITHES

THYTLBICHEN%EZE> T,

[#1226]

A = R+NTXM_) ﬁ = [R+NXM

ELTH LW,
[0277] RIC.
[$50227]

A~ CB
DO2LCEONMFAEBAEERE L, Ad, V- VEIEICLZTMEFIE. 2
EEONMFLEOREBLEE L TERLEL, M1 51FZ0RRELT, C
EBSEZMTRLEEDTH S,

BARCTld, AAEICE>T. HEINAMEERET, ALY YT
WO (ELWHERK) 22FTRLTWVWS, WTFhEIW—FHEZRLTW
%,

CIZTIE. FRLULEREICTY RAVNS— ThAbE, E. S, MOEa
TRYT—MPEFhTVWARWI &N, CORERICTOY MBI BWVWT END
Hthhd,

[0278] &7/, A BSIiE. #HRAICE>THELNALZE. M. SOE27RYT—0
AR ML E, BRAIOE, M, SOZRI MLEEZERTRLTWSH, @
BILEIFRL, BYBEZSHOHT. LCHEEINRTWSLZ EXEIO LN

(o)
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[0279]

[0280]

[0281]

[0282]

[0283]

D&, AEADOHEICINIE 1 E5DBSICRINALDIC, E
M SOB2T7RYIT—DRRY ML, R, EEYOMEKN. EFRICH
AINEB2 & EIDONT,

BRE. TAMNT—IHBBHBBEICIE. X, . ESEBICERNFELTC, .
s1 %185,

[EME53 ]

(T RAVNR—% 1 DEURIBICEL BHTE)

RIS, (BEBA) REDIB1DHIY RAVNR—SGIEEIC, O
BICBTI2ROEEENMER LD (K- 1 RTBEEFEOREMRO MU DESE
TR THLW) T EEREEL 2,

REIBELAEYYTILDI>E, SELO0EEWULELY Y LIV ERE
DL Y TINELTMEATRY) T —EMA I EUAIE. EfRHI2 &
AHFICL T, MRHEEET o7, B1 6IERTH D,

Bl16ICEVWT, REATRINAERIE. B, SOEEICAWRIEDHE
EfERERL. EFMNZOEBEOERTH D, CORBRMNS. SICOWVWTKE
. REMOARIDEIRKICRAEIT AN >726DD (FZEMIF. HEICER LA
NoTRETHD) . BEIKHETIIENTESLIENEEIN,

FEREROVGEDE, TTICEHBALAEZ2BIBEONMFANE (Eqg. 11)
ICEWTEEDIEBERMIE
[#1228]

nonorth(B)

ARFIFA—IEE LTHAIRARIEIKL LB EDEELLZD
EX ORI HAgEM

MRBEROZ < DBET. MEMEESERRIICETLTERTZ I
RRDOSNB, ThiCik, ROOAEEEEAVELL, RERIETZIE
EFTDEZEIILEND, BERIZRDOE—IHNEWVICE—1R—Fy T30
BEMAMEVBREEOEBANMIE. EHABRAYRICETEIRYDOIL2EE
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[0284]

[0285]

[0286]

[0287]

ERET2IATREBABRDNFEREEA D, —AT. BENTIIEEN
EEIRWIENEEERD, . FEMICIIDBEZLEE LRVWEDOOD
. TORREBONDARY MISHEHTIRERNICIEHARREICHKY P I,

AFEBPTIE, MROBFEZKRIT - AIAIELG L TERRSBIE, 22
S5HELCZHRA%EDART-—MSTHHML. TOARY ML ZHEELFEET
B22ET, BERDDELITRIV RAVIN=ZARY MLEHE L. Z DR
FTHREDZARY MVERTFEREARE L, hid, BESERD 545
MBRTHOTHRBEVELETIC. TORDPOREEEELTREET 2,

BEILDOWTIE, fMORDICHRTZ2E—I 2T RTHRLAEATHFZMEOS
WIY RAVYNR=ZRJ MLEBLRNE, HERLBNBEZTHD, —H
T, EEOMOBFERD, E—J &I T VIERIRAERY E—Vi8E
EZDFELDLA LRV, EVWIBEREAREBICBVWTEERTH S, L
ML, AEBTEIY RAYN—ZARI MLOEE—VBESR, BRIEIH
TEAESHBE TR, MNBES LTHETEZRD, TV RXAVNR—ZARY
NV DIFFEATREZ R MLERIRT 28, OB ER % Z O F FHEM
tbELTRODBZENTE S,

REFEERDTEICDBL. TOERLLETROZIARKRBIZ. MBOMRES
RETLIERE A >LF—NOORAERE, MEREICBWTIEEINSY
—INCRYBZDIBELHNTHZN. ILILFLERSDEEERESD M
HEE. BRYSEELZOESIETRE. RV, ENEEOREOEH DK
BE. OO TEBEBRISANMEEEINDG, ISICIEBEDSL - FHFH.
Bifls - BRMEHCS T 2BH AR S ORE, BREPEKEOEENH. B
MEDO ML —HEY 74— - EMARRERLS TR EORMMNIET 2 &8s
TZ %,

F/-. Plastics Europeld2021F98ICHMNEESIC
HLTC2030FFETILSSRF Vv I/ BRABICBESSRAFYI30%S
BORBILERET2ME, BEMOFBNREIhTVLWEY, EFEELH
BT 35— FEREEIIINTWEWL, AERRENA-JUFIEBEMODLILE
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[0288]

EERICAIE LB2RITE LTH, REEBLESIETRERSADKAH
HBRHIND,
RS DA

10 : K—1RGEIE, 1 2 : NEEHBBK. 13—15:ITYRKRXVIN—
. 16—18 : FEBEMIK, 19 488, 30 :HKHEEE. 3

1 - EHENWEE . 32 BERYS. 33 : BERUEBEE. 34 :
Jatvy. 35 :BEFNMR. 36 :RRTNAR. 37 : AN
TIRAR, 41 EESWER. 42 BFEHRUIEIR. 4 3 : HIEER,
44 :2fEE. 45 : ANE. 46 :HAE. 47 F—81FHER
B. 48 : NMFMEER, 49 : MELEZL. 50 : RJ MLAEER
. 51 IVRXVN—REE. 52 : ZEELEER
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AR DEIF
sEKIAT]

Kz 1 UEDEHELELEE, KEBEORZDLRBRIND DAL
Y 1 EORIEEHRD 22 CHENRREICE TS, RISHIO2EE
LbEHES B AETH - T

AIEE KON N SBREINZ DR ED 1 EOHS %224, B
VICHERR D E LD KEU EOFZBRRE. RO, FIEHSZ2FE 40
Ny T30 Rk EERETD & &,

RIECHEN RRME. AIRFEBRRE. RO, Ny 27502 MRE
ZEUREEY MIEENZ2ENETNORBZMBALRH S, BRE

RO XU, BORBICE - TETDIHAKRSEIBRA A VIEL. <
AARY MV EEHFICEA TR & &,
meEEE =

-_—
sos/Mise (\:- ‘k- {'%F

SNERIEEYAARY MLERTICHKI L. BIE
MIECEDIRITTIAARY MNLEBT, RIEEZRITIAARY ML

DY EH2DLULEFZEDTT—HTINIERT D & &,
RIS T — ¥ 1T FRETIERFIHEL. FBLELINLEEIRY
MLITHE Z DBEDHITHORICHFE T DNMFUEREZITI> I & &

AIRBERARY MLTAERIEET — 4 175 & O EEEMBEDITICE o

TRESHBITINCEEND /A AXDEHE L, RIS/ 1 XARDDF
25K 2LHORAEBELFTIEMEL T, BERRESHTIE
/sHIEE.

RIS ERME DRI A RIERADZNZTNICHINT %075
PEIL. AIRR/NDMIIEFENRI MLE LT, )Y MLZEBNTRIEEH
FOEFNEFNEZRIRTDI & &,

AR MLDOETZHNET H5K— 1 RcEAFAZFRE L. R
K—1RTEBEFEICBITEZKEDIY RXVN—ERET DI & &,
AIEKEDOIY KAV NR—&, BIREETRBREORENRT ML &
@D, 1—7 ")y NiEEtZENEhEE L. Aisc1—72 ") v NEEREDLE
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[553K1R2]

[553KIR3]

[55K1R4]

[E53KIR5]

[E53KIR6]

[553KIR7]

[53K1R8]

[553KIR9]

[55K1R10]

IC& Y, AIEHEERNFRERORIERYOEEELEHRET D& &
. BB,

IS KA 3 ULEDBE. BIEEK — 1 RTEEICKRET 2BIREDH
RlOBEOZERTNIC, AIRFEBRAREORHENT MLODRED
1DMMIET 5. Xi&. RIBBFERREIRIEEIY AV NR—DDR
KEHT1D2EFD, Fik.

RIEEKD 2 EQEHTHY, RIECHERSRREDL, RIEEHRS DR
EYTHB. FRIEICEBERDAE,

BIEEEERRAEDN, BIREI Y RAVYNR—280, BRKEBE1XIE2(C
ERHEODH*,

RIS T Y RAVN—DREN, RIEFEBRREICHINZHEIZ N
WICEDEITbN 3, BKIEIICEEHDAE,

RIEET Y KAV NN—DREN, RIEFEBRRAEORIEZRHNY ML
DOTERROATICE > TiTbhbh 3, FKRE3ICEEHEDOHE,

RIEET Y RAVN—DREN, AiEEK — 1 XRuEEIRNMEEE A
BZEICTERETEDHEZTILITY ALICE>TERIND, FKRIEIC
ERHEODH*,

RIEST Y KA VN—DREN, RIECHERBESHITIEHEEET
SIIRFHEEL. AIEREROKERDORIERYDEESEERT T
&, KEEOEBDREZBRATEDT ST AY NEEBEERT TS
EDORICHBTZ2E2ONMFIBICL Y THhh 3, EKIEG6ICEEH
DF %o

RIESEERAREN. BRI Y RAYNA—&SFRW, FBERIEFE6 XL
7 ICEEED T,

B EREEDHITIERFS &I, FIC, RIGCEEIHBITID
MEMEZTY)CEZ20. BRKE1~80VWInN1IRICEHDA
o

RIESHAE Y M BIC. ¥v ) TL—2a VvREEEH.
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[55KIR11]

[55K1R12]

EERIR13]

RIESF v Y T —2a vl AR KEEORSELTEH. N
D, TOHMHSBRMTHY,

AIECIEE ML, AIRCHBEDMITNZHRBIELT 2 2230, BK
B9 ICEEDEIE,

AIECIEEMEIL. AIREREDMRITADODLL &b —H%. RIGECKRE
ty NDDERIGT ZRICREBOEE S RIEEBOETEIYMITSZZ
EEZ M

RIEGSIRIEEHUL. RIZERIDBRICH 1T 2RI D1 4 VEEA
DHEERTERTHD. HREIICRHDAE,

RIESRIEEHAN. RIRSAOKRIC. FRSPICHEEESEN DT
E50~15000t&EMW. Xid. AiEtRAtE Y NOENENICEIE
EZSENZ2DFES50~5000DBKELTFELEMDOTAARY ML
DODE—JDEFHETH S, BEKRIE1 1 ICERBDAE,

Kz 1TUEOBHE LEE KEEORSDLERINSE DAL
&Y 1 BORIERD Z2CHERNRREFICE TS, IS O2EE
Lk HET SHERMEELEBETH > T,

AR KTBEORDO N SBIRIN DR EE 1 BORDEEH. B
WICHRDE R 2 KA LOZB ARG, siiioE22F a0y Y
T2V Rk, R, RISHEENKRREZECREEY MIEFEH
2ENTNOREENMEBLBNS, BRE. RV /X, BoMRICEL
DTETIHAMDZIRRAF L. Y RAARY ML % E R ICER
AT 2EENMEELE.

AIRBERRI SN RAZARY ML ZEIET 2 RHRULIBRE LS., ZwA

e

RSB RALIRE B L.

MBEE ZEICEONARMREYRAARY MLARTICKEM L. IR
MEZTEDIZRTTYAARY MLEFT. RIBBIRITTIY RAARY M
DOYPR EH2DULEFEDTT—ITNERT S, T—51751
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[55K1R14]

[553KIR15]

YERER &

AIEET — ¥ 179 ERETIRFLMEL. FREINLERANRY
MLTTFE 2 DBEDHITIDEICHETSZNMFULEEZTI. NM
FAUBER &,

AIRBERARY MLTAERIEET — 4 175 & O EEEMBEDITICE o
THREAHITINCEEFND /A XD EHE L. RIEE/ 1 ARDDOE
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