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The Introduction to KMLLS Clustering and
It's Applications to EELS Analysis of Thin
Films
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In recent years, combining a Cs-corrected scanning transmission electron microscope with an
EDS and/or EELS detector has become an indispensable tool for material characterization. With
a proper data processing, atomic structures, chemical compositions, and electronic configurations
of materials can be resolved in a spectrum image. In this article, we introduce a novel algorithm
- kMLLS clustering, which combines the advantages of k-means clustering and multiple linear
least squares fitting, to accurately extract the spectra of the endmembers and the corresponding
distribution from a spectrum image. kMLLS clustering has the great potential to the in-line
application and provides significant insights into materials.
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B « BEEEG M - TR LUEF—/EEREAE D(x,»), E) 73R
D((x,y),E)=T((x,y),n)x R (1)

Hi P T E AT HEME (loading matrices) » BBt B (covariance matrix * B[l D'D)
ZFHEUEE (eigen vector) @ (RETRGBVRERE NG 5 T((x, y), n) Ry BB (score matrices)
AIECECE SRR © n AUR R HE S - —fR2ER > P, R ImATEIRERS - (HE
RERGAE TR E . W BEEYHESE - =EAE - MR DUER R D Bk E 5

METTEUREAM > BB B EHEN - EHEERO T EE T MR BRI EE TR R
HIRER -

2. \{ILR R P BAIE R FEPE 2 R E
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HHEA AR EEBERR - BIRRE S PSR R AR ARIGEEE - B LAFS B WIS 7 1T
(independent component analysis, ICA) fIFAZEfEE"" 1O - #£ EELS REREATHR - FM ] A
& LR AT R A A R RE RS NS BUR 22 R - — KA » RER R YA RERE
S, Al TR — R YN IR G EIEESE R, (E,,) ZIRVEME - DI IR

Sn (Ecm) = Z zp:lﬂle (Ecm) (2)

il

BT BT E B B —RHRERE R, (E,,) © A& & aeit 2 M B tEmir - 55/
RERE A R AT B R A& i A R RERE -

JEEFE[E 53 #E7E (non-negative matrix factorization, NMF) » B fEELfE 7 573 4 FrAHALL
FZENREI—H R, (E,,)  (BEEREIFER i HRIES 7" o il g8 ml sl Ih i E
EELS REREsZ B HRZE AU A& UM B RERS © SRIMT » BB AE 43 A IS FE B 1 17 0 At f T RERL 9%
I (denoising) » HiBfE I FEERENFTEER -

.

3. BRI FARE

R E R NG #EE (multiple linear least squares fitting, MLLS) 7£ EELS GggZ /- »
WA BRI E DL _E A HE R RE R » HAE B AR S S 5L« AR M i
(linear regression)*?? « HFRAH/AT (2) MHF : HEF LR T A FIE » 7€ MLLS
o RMFBEANTIRE R (E,,) @ IV EHE H2Z6EFE - TRIRERE G LA T 5
A AR S R FEE R RERY © f T HDE B —RERE S, R IR B, 0 FRAFTRTRE
N (2) BRI
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4. BESN

HEEE3 T (clustering analysis) MR iy —MHIERTE NEERIEYS - BRU{ERHE
U ERHEETT 558 - RISt E e R B M 22 B b A R RERY » 43 BFRY T 20 R AR S
BRI B O R R T 2 - k S EESE (k-means clustering) 2 —
VB DR - R E G - KA RIER - BEES I » SEiBEE DIH
R ODFRR o 18 kSP3BT - BRSO 2 HELEFE P A SR RIS - (R ERTE
RERG BT - HEAR G AR e SR LR - (HISRERERHAELL (signal-to-noise ratio) FEIZNE
(23,25,26) _

k SEITEERERES B R - (1) IREBIE R DI B DR Bl &k B9EIE - (2) FEMRIEE £
HEIREEEEVIRE L - 3) SEIBEMKIR B E O 2P ETT 98 - (4) SRS HRE
VIREREE R E (s o (5) EHEAEE 3 Bl 4 - HEE LA HE(LRIE - D8 3 hryfEE—
AR B R T R EIR B EL R A E O Y E S S HERE (euclidean distance) 2R EFEHY 7 - HEEEE
RAR

similarity = \/Zm [ (Ecn) = Ry (Ecn )]2 (5)
k SEERR A 2 St E e B G AV R B - AR R A SR B R it T RE

REAPATCTS) < HEAL - AE k SEIIRE - FTH VRS B RIS BRI A (TR - L
FEEPRRRIEMIAERY T RN L o AR IR AT B RE R E R AR B AR A AR -

= - kKMLLS B85 L3

1. KMLLS B8 HE %

FEEHBTSCRIS T HE - FRAIEH b SE9EE 0] DLE BhRY 7 RERE 52 5 22 B H = 2R A Rk
- (BERZ B G RERE - S IE R/ N E G BRI LA RRE G REsE /7 g - (2
HEARENTREN LIS E 2 BREEA REETER AR - TR s & b SEE
¥ (k-means clustering) PAREARMER/INE T #EE (MLLS) (8252 KMLLS 235 (Bl k-means &
JEEL MLLS 2 &R - EHEEAM E B aERL R h iR A BB AR B H 2k " » KMLLS
PHEBEETAZYIAE 2 « KMLL BHERYE—F R LL Elbow B IR EEBIRFE LD
Hamirk - B k A9BE o B (DB RMETT k SEIRE - B EEHAYE AR A E E AR
I EHRERL o HHR Elbow JE{# RERE NS YR E RAAL b MR 85 - ERIBLAE S8 =40 T DA%
JTEBRRIERS It 2 RERE - B2 S BIWIPII6#8 Un i RHRERE (E 2 B HERE - s1 ([
HBEETER R/ PR S - RRERETRESREESHE KRR 100% FERES - &
FFEHIEEANR RS - ORI 25 aeRY - EEETT R EEIREEMR R/ NP R ER
BEFTE BREENREER 100% - AISEECE P ER - SRRV TR F e skl R/t
HIRE G RTRERY RSN - AT BERG S HEPEEHE LR - RILET RPN IMA—E A
1B - BISAREE/ NRERE R (100% +731E) A E5eBGEREHE - DI EAGHS T & B
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B 2. KMLLS % #8742 -

B & AR Elbow DL R IIEREIR © 75 k SFRRHEAH  A0{arsE i — (8 5 1Y
B Dk EE) —EEE A BT - Hrh Elbow %k — S 1E 5 B H oSy
77127 o Elbow LN BTSSP EEEETT k=1 2 k=10 1 k PHBE G5 RERLH - 7]
DIERETHEE L k) » FHIEtERE L EPE SRR S e R R E LRI T EERERRAD - B
TS5 R Z=AEA (sum of squared error, SSE) © #@ % H k-SSE &R - #EARFHINTELEE (Al elbow
B > KIERE Ry Elbowi®) AIEERIIAHYSTHEEL - {EFE Elbow EFHIREREEL - WIEREEE
HIRE AR o R AT I R W I LB AR - g i R — R - BRI R TR B 2
773 (brute force algorithm)®” AR A FHAIEERLE Lo HERR -

FINER—EEEE - (E2hZ 5 EREERETS - HYBRHPra e H &R ATREM: - I
B — b H RS Ry B B B B A L TR Y - E R IR S HYRERE - AR e 2 EREE &
bR - IER A EEREEINEEE - TR MrEE R - RESESE T
Rt DL EFTAH L - BEREE R A G A - BOKESR - HRMERE TE2ERE
R HRAREHIHERR 1 ) x3+Cy x4+Cx5=55 REHE - EHARERE
B HRET B R R —RZARTh R BN SE Rk A T0F -

2. EE AR MEETA

o T Bgd& KMLLS B EE Z B RCR - T DARTAH A BRI RERS 5215 (spectrum image)
DAk — BB BRI B sE - RNamsChBIE M DR S FOE B R RIS (7 = EZ DL Python
HEXFES TS - WH A Python H1HY HyperSpy * Scikit-learn * Numpy PAK Matplotlib 55
o 2B T AR DA R B R B )« HyperSpy BRIEUREHR M T 2 MR HA R » AL
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9 PCA ~ ICA DLK NMF S5 B v] 78 b pR = B R B FE Y R O T BB R 3 43 AT
numpy $2HEEF 2RI BER PR - AR L E A BLEC R IR BRI - i
% SCERIE P E L matplotlib RREEEFTELE o

REZLIE A SN (73 B2 56 Fl GATAN® DigitalMicrograph #E4H1H) EELS Advisor BT
Y > HATDUK IR BB SRR B S B/ NSy H 2 B SR A F T R E RS TR T 4541 -
PRI » EELS Advisor {£# #IREFEEEETREE - 25 S0 FCaEE nURS A % Bl 60 FH DU iz
PR E (Density functional theory, DFT) 1 TEHEA © WIEN2K Sl ET TR &ECY -

B T LT E 2 2 53 5T TR JEOL JEM-ARM200F K[ & 214 (47
AN E T HEMSE - 48 GATAN Quantum 965 EELS {HHIgs - BI&E AL TS
T EH A2 R RE A BUEE TR » B EELS S M2k T REEEITERVER A, » RIBLsE Af DR HE
TS TR R LERERE - 2RI mT DUR R ISR (R AE IR L RER B S RE TR AL RERY - KK
RASTH T EEE TS -

g « kMLLS S23a/E =5

1. Zt X%

B AR —EH—ITR0# (Be) KALEWRLIN (B,C) & — T RHMAIFR T IERERE
BT KMLLS BEEE R, - #FEIL TR E D B R A - [B 3(a) BURELRM » R
2 7 A5 W i 53 ) Rtk ) i DA S i AL - o RER & W 38k 2 RE L 43 ] 4 e L B T 1k A o i
fk o & 3(b) BURHifEZ Be Bl B,C E1HLGE - HH Be K » B_.K DUK C_K RERIEKAEE
(energy loss edge) 77 BIMLIIA 111 ~ 188 DAK 284 BT R o B 7 Al AR AT EE SR - KIILAE
FERER S BIIA 10% By N ECVAHERH (Poisson noise) © FERNZ IRIE A/ INEMRHIE N FELAA S5 R #L
(Poisson distribution) FiEF &> » HAFK AT :

x —A
fen =2 ©)
X!
Hrb 2 FRBEA R A & 3 4E pUBEER - 10% ZHEHsaE R Z AR IRA L (7) Fret&E -
ZIC%E;(—EI;(E)I x100% = 10% (7)

G(E) FRIIAFENZ SR - F(E) AR a2 sHaE -

IR — G eI TR k (ERHE - B 4(a) R Ll — TR BRI
RERE B AETT Elbow ERHAGFER - HASREUREAMZ k=3 AERARILERE BRI &
SEEREE S R =EE o HERE LA BIRE 4(b) 2 (d) Fis o RS TLMRE R -
B3 REL 1 BHED 2 FriRG 26 - KRS 2 HaEat Pk - (8 T EZ Ak
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