Definition of human apolipoprotein A-I epitopes recognized by
autoantibodies present in patients with cardiovascular diseases.
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Figure S1. APOA1 HUMAN protein sequence.
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Figure S1. APOA1_HUMAN protein sequence. Human ApoA-I protein sequence (APOA1_HUMAN / P02647)
and peptides derived from the cleavage at lysine or arginine residues.



Figure S2. Human ApoA-I fractionation.
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Figure S2. Human ApoA-I fractionation.
A. Chromatogram of full length human ApoA-l1 separation by reversed-phase high-performance liquid

chromatography, emphasizing the collected fractions.
B. Electrophoresis (SDS-PAGE, silver-staining) of each individual fraction collected during the ApoA-I fractionation

(D: dimer, M: monomer).
C. Immunoreactivity of autoantibodies from positive and negative patient sera against peptides present in each

collected fraction.



Figure S3. Information about the sequencing and MS/MS
spectra of the peptide A and B obtained by ApoA-I
digestion at lysine residues.



A. MS/MS - Fraction 70/71: m/z 966.13 (5+); RT: 36.20 min — Peptide A

ApoAlLysCnewirct71 #1506 RT: 36.20 AV: 1 NL: 2.38E5 b,.5*
T: FTMS + p NSI d Full ms2 966.13@cid35.00 [255.00-2000.00] 41
936.9048
100 #=5 42 Ya1 Yao Y30 Yas Y37 Yae Y35 Yaa Y33 Y32 Ya1 Y30 Yoo Yo Y27 Y26 Yo5 Y24 Y23 Y22
90 b, b, by b, bs bg b; bg bg by byy byy byg by D15 big byy byg b1g Do b2y
85
7 1 Y20 Y10 Y18 Y17 Y16 Y15 Y14 Y13 Y12 Y11 Yo Yo Y8 Y7 Y6 Y5 Ya Y3 Y2
80
] 955.3164
- z=5
75: bZl b22 b23 b24 b25 b26 b27 28 29 b30 b31 b32 b33 b34 b35 b36 37 38 39 40 bAl b42
70
] [M+5H]5*: 965.7241
65 [M+H]*: 4824.5914
60—
55
50
45
402 b28_H203+
] Y42t 9165158 1048.2001
] z=3 72=3
351 834.0085
] 2+ z=2
b yl4-H2O 34
307 b28
] 2+
257 Y13
] 769.486
| 3+
20 z=2 b2 b, .+
] 986.1891 10
157 z3 1128.5345 Y20-H,0%*
] -
] 1148 867 24
107 419.1093 3+ Y21 2+
1 ssss004 227 or7 079 20~H:0 Ti22se9e| Yoo
5] 7=7 538.3228 752.7317 z=? 1941.8853
] 7=7 7=3 1380.1377 1524.6044 1653.6842 1732.7682 >
I O e R O ]
0 ‘11‘\‘ T M\ T e \‘w“w”“ww “\ AR AR MR A A “U\‘JH\IH
300 400 500 600 700 1200 1300 1400 1500 1600 1700 1800 1900

m/z



B. MS/MS - Fraction 70/71: m/z 969.32 (5+); RT: 33.69 min — Peptide B
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C. Extracted lon Chromatogram of the peptides A and B in isolated fractions from ApoA-I digested at lysine
residues.
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Figure S3. Information about the sequencing and MS/MS spectra of the peptide A and B obtained by
ApoA-I digestion at lysine residues.

A. Representative MS/MS spectra of the peptide A present in the fractions 70 and 71: aal65-206 —
LSPLGEEMRDRARAHVDALRTHLAPYSDELRQRLAARLEALK.

B. Representative MS/MS spectra of the peptide A present in the fractions 70 and 71: aal65-206 -
LSPLGEEM*RDRARAHVDALRTHLAPYSDELRQRLAARLEALK; *Oxidized methionine.

C. Extracted ion chromatogram of the peptides A and B.



Figure S4. ApoA-I epitope identification using digestion at
arginine (R) residues.



A.. Full chromatograms (hano-LC) of isolated fractions from ApoA-I digested at arginine (R) residues (Part 1)
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A.. Full chromatograms (hano-LC) of isolated fractions from ApoA-I digested at arginine (R) residues (Part 2)
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A.. Full chromatograms (hano-LC) of isolated fractions from ApoA-I digested at arginine (R) residues (Part 3)

RT: 0.00 - 118.00
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B. MS/MS - Fraction 74: 796.94 (4+); RT: 79.42 min (Parte 1)

frct_74 #2815 RT: 79.42 AV: 1 NL: 1.04E6
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B. MS/MS - Fraction 74: 796.94 (4+); RT: 79.42 min (Parte 2 - ZOOM)

frct_74 #2815 RT: 79.42 AV:1 NL: 1.04E6
T: FTMS + p NSI d Full ms2 796.94@cid35.00 [205.00-2000.00]
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C. MS/MS - Fraction 74: m/z 1056.24 (3+); RT: 79.33 min

frct_74 #2811 RT: 79.33 AV: 1 NL: 5.91E5
T: FTMS + p NSI d Full ms2 1056.24@cid35.00 [280.00-2000.00]
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frct_80 #2467 RT:61.70 AV:1 NL:1.92E6
T: FTMS + p NSI Full ms [400.00-1650.00] —
796.69135
z=4 203
10073 To7.15232
95_: 60 -
.
90—
: 40
85__ w5 797;:293
] QGLLPVLESFKVSFLSALEEYTKKLNTQ
80 [M+4H]*: 796.441
] [M+3H]3*: 1061.586
7 — 797.69366 .
53 [M+H]*: 3182.662
70 £ ossar
65 ' i
E frct_80 #2467 RT: 61.70 AV:1 NL: 135E5
603 T Mo EB
] =
o] [M+3H]3*: 1061.586
] 90%
.
507 ]
: 75;
45— E|
7 70
403
]
3 848.41803 7
30 S
n 756.03925 357 1062.92261
25 z=9 2] i
20
] 15%
15 ﬁ ioszso
] 969.47620 1 10502021
107 725.60895 =7  1061.91968 g g e
. — 1059 1060 1061 1062 1063 1064 1065 1066 1067 1068
. 7= z=3 miz
59 459.17209 626.73743 997.19000 | 113122266  1250.65906
] =1 = 896.11597 — i o 1360.26721 1574.15247
. 7 -
0 I L | [ | L Jan, s ,.C . h. . I} l Z: z=?
LN S B R IR B B B I I B BN B BN B B | rfrr i r.rrn)..prn n,r,prr.rr..Jrrrr.r 11 1T
400 500 600 700 800 900 1000 1100 1200 1300 1400 1500 1600



E. MS/MS - Fraction 80: m/z 796.69 (4+); RT: 61.76 min (Parte 1)

frct_80 #2470 RT: 61.76 AV:1 NL: 1.03E6
T: FTMS + p NSI d Full ms2 796.69@cid35.00 [205.00—2000.0(‘]_ ________________________________

100

QGLLPVLESFKVSFLSALEEYTKKLNTQ
[M+4H]*: 796.4391
[M+H]*: 3182.7347

693.87909
z=4

859.46411

z=3 962.53162
o4 778.75378 z=3
394.24472  Yg 1 z=3
=1 626.63417
281.16006 498.27960 =7
z=1 7=2 I l
0 ”\‘”\"w”‘\L‘”I\”w”‘\"”\““w‘”‘\‘“w”‘\”‘\”w‘”‘\"w‘”‘\”l‘\l"w‘L"\“‘”\‘l”iw:l“wwt”‘\l‘l‘”u”xw““l"xw‘”t'
300 400 500 600  Lm 00 o m =800 = 900 o = 100Q = 1100 . — . 3200 1300 1400 1500 1600 1700 1800 1900 2000
m/z

1066.59583

= 1250.70764
z=1

7= 1430.72827 1574.07715 1674.75684 1879.51929
) z=? z=? 7=? z=?




E. MS/MS - Fraction 80: m/z 796.69 (4+); RT: 61.76 min (Parte 2) (ZOOM)

frct_80 #2470 RT: 61.76 AV: 1 NL: 1.03E6
T: FTMS + p NSI d Full ms2 796.69@cid35.00 [205.00-2000.00]

26

25

24—

234

22

217

10|

~ e} ©

[e2]

w » o
e e ec i berer lcer ce e b e

N

[y

ZOOM

bl bZ b3 b4 b5 bG b7 b8 b9 blO bll b12 b13 b14 blS blS b17 b18 b19 bZO bZl b22 b23 b24 b25 b26 b27 b28

Jole]efefefvfe efs|elefvls]ele sfafe el el

Yog Y27 Y26 Vo5 You Y23 Y22 Y21 Y20 Y10 Y18 Y17 Yi6 Y15 Y14 Y13 Y12 Y11 Yo Yo VY8

[M+4H]*: 796.4391
[M+H]*: 3182.7347

Y7

4+
You

693.88
z=4

3+
Y20

778.75
z=3 [M+4H-3H,0]*

783.43
z=4

y7*

832.49
z=1

Y6 Y5

690.90

748 92

2+
Y13

4+ 762.90
z=2

Yo6

751.42
z=4

772 75

3
20~H2(

MJL I I |\

[M+4H-2H,0]**

787.69
z=4

812.44

801.44 z=3

z=?
[ I

3+
Yo1

2
Y14

819.44
=

o

HI‘H\‘MH‘M';“ I || TR -

680

740

\““““
760

780

800

i

820

834.50
z=1

840

3+
Yoo

859.46
z=3

891.50
z=?

864.99
855.49 | 277

- 882.51

z=?

860
m/z

880

Yo Y3 Y2 11

Yo3

893.48
z=?

918.83
z=3
913.16
z=3
900.51
z=2

900 920

3+
Y24

927.99
z=?

| 2+
| yl6

1 936.99
z=2

3+
3+ y24-H20

938.50
z=2

940

3+
Yos

962.53
z=3

963.87
z=3

973.54
z=3

956.86
z=3

960 980

994.22
z=3

z=3
‘M

1000

3+
Yo7

1019.23
z=3

1007.22

1020



F. MS - Fraction 80 (RT: 70.65)

frct_80 #2878 RT: 70.65 AV:1 NL:2.98E7
T: FTMS + p NSI Full ms [400.00-1650.00]

L

v

105624507 T RO L e
z=3 1056.24597
1004 1007 z=3
] 3 1056.57922
95_ 95 =3
. e
; 1 [M+3H]P*: 1055.912
90 85
] 503
85 =
80 703
1
. 79243524 3 =3
75 1009 e 60 1055.91248
. 4 z=3
1 o] eaganos o5
70 903 E
- 507
65: .
E 7] 40%
o] | 1 [M+4H]*: 792.185
: 65 792.93652 9 1057_24633
J | «d 5210469 R
55 ] E
] 55 255
. 50 El
50_- 20;
] 153 1057.58130
- 404 ] =3
45 359 104
] 203 19310756 ] 1057.91541
: 251 SE 1054.24768 1054.91284 1055.58337 Ta 105859253  1059.25537 1059.92200 1060.59143
407 o =2 =2 = || ! | i ;1 =3 =3 =3 =3
. = T
4 153 793.43768 miz
35 =
= ——
303 750;?345 790;?350' 7911‘5:15.52 szﬁfs L . i ‘waélzsne | 79111:4%‘ |
] o Pyro-QGLLPVLESFKVSFLSALEEYTKKLNTQ
25—
; [M+4H]**: 792.185
20 [M+3H]3*: 1055.911
] [M+H]*: 3168.733
15
] 1
103 792.43524
= =4
] 752.48547 | 846.42047
57 — =8
] 51172641  626.85999 =9 967.33752 1128.39160 126769324 135347034  1477.60156 1584.36560
] z=9 z=? l 277 i z=5 =2 z=2
L0 e e e L I B e S S B S S S By S S S S S B B B L L LN N A O N B B B S N B B B N R
400 500 600 700 800 900 1000 1100 1200 1300 1400 1500 1600

m/z




G. MS/MS - Fraction 80: m/z 1056.24 (3+); RT:70.57 min

bl bZ bS b4 b5 bG b7 bB b9 b10 bll b12 b13 bl4 b15 blG bl? b18 blg b20 b21 b22 b23 b24 b25 bZG b27 b28

frct_80 #2874 RT: 70.57 AV: 1 NL: 1.20E7 Y., 3+
T: FTMS + p NSI d Full ms2 1056.24@cid35.00 [280.00-2000.00] 24 Pyro-Q GILILIPIVILIE|SFIKIVIS I FIL SIA L ElE Yl Tl K| K| L| N T Q
924.8387
=3
100 Yog Y27 Y26 Y25 You Y23 Y22 Y21 Yoo Y10 Y1 Y17 Yie Y15 Y14 Y13 Y12 Y11 Yio Yo Ys Y7 Y6 Y5 Ya Y3 Y2 Vi
95 [M+3H]3*: 1055.9076
o [M+H]*: 3165.7082
85
80
75
70
65
60
] 2+
] Yoa
55
] 1386.7542
] z=2
50
45
40
] 24
35 Y247H:0
g 2+
30 Ny Y22
25 b,5-H,0 - 1288.6936
] Y16 Y,,2* 252
] + +
] Ys Ye Y4-H,03 Vo3t 12321510 |Y03°"
20 24 25 B b yg-H,0%*
] Y10 Y12t o T b., 4| P2s7He
154 627.0864 . + 17 Y20 24 b..2+
E =2 | b Y7 1346.742 25
B 7 y 3+ + 2+ 7=2
] 591.3516 b 24\ 122 8 Y19 2+
10 2= 147H,07" \g59.4632 DOR5563 1194 6093 b
] 4392556  563.3567 755.9219 2=3 =1 2=2 1460.3059
5 367.2344 =2 z=? 682.886 z=2 z=2 1879.492
] 7=2 ‘ Z‘ ‘ 2=2 i } ‘ ~ } l . h l ' 157;1;(3)764 16419159 1801 757 8784923
- ) Z=7 =7
o ‘ B ‘ ol \‘ I P W NPT 01 1 A. ) Ii \"l i ‘\\‘H‘IMW\ \“M [T l R N T EE T o W T I
L A L R R A R R R L L L L R R L L L R L L L R R L L L L R R L ) L R R B L L R R L L L R R Ll L L) R L R L L L L L L L R R A L) L RN Ran LA LN Ly R LRI LR LA LA AR Al A MM LA A R R L |
300 400 500 600 700 800 900 1000 1100 1200 1300 1400 1500 1600 1700 1800 1900 2000

m/z



H. Extracted lon Chromatogram of the peptide with m/z= 792.44 in of isolated fractions from ApoA-I digested at
arginine (R) residues (Part 1)

RT: 0.00 - 118.00

NL: 7.69E2

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_71

792.43970 792.43109

NL: 2.02E5

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_72

792.43561

NL: 4.54E5

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_73

792.43823 792.43475 792.43451

NL: 1.73E6

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_74

792.43542
92.43542 | 92.43915 792.43134

NL: 5.78E5

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_75

NL: 2.08E4

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_76

Fraction 71
00—
3 50.75
50 792.42981
07 [
Fraction 72
100—
50 400 20.29 49.85
o 79242999 792.43109 792.43030
Fraction 73
100—
50 37.04 49.44 55.87
o 792.43976 792.43182 792.43512
Fraction 74
100—
503 49.75
o 792.43872
Fraction 75
100—
50 10.96 54.44 61.48
o 79242999 792.43915 792.43488
Fraction 76
100—
50? 15.00 58.61
] 792.44031 792.43970 |
O L s s s e B et s s B B B B A
0 10 20 30 40 50 60

Time (min)



H. Extracted lon Chromatogram of the peptide with m/z= 792.44 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 2)

RT: 0.00 - 118.00

_ 79.44
100 Fraction 77 792.43475
] 79.70
7 792.43396
50 13.84 54.29 63.51 7896 | 94.01 108.79
0- 792.43829 792.43042 792.43524 792.43506 | | 792.43402 797 43951
. 79.34
Fraction 78 792.43451
100
. 79.76
50— 2113 4934 6233 ,ol00L | 79243506 9191 117.41
o 792.43445 792.43903 792.43121 TN 792.43060  792.43097
: 79.29
Fraction 79 792 43585
100 g
s0] 7861 |
4 270 42.56 66.21  792.43488 | 79.86 106.56
03 792.43097 792.43115 792.43060 /1. 792.43604 792.42743
. 70.49
Fraction 80 792.43402
1005 70.42 70.75
50° 792.43445 | 792.43463
7 26.55 45.36 54.87 ' 19 109.05
0- 792.43890  792.43018 792.43457 | 792.43475 792.43103
. 79.14
Fraction 81 792.43494
100 \
] h
= | 79.44
50- 4813 6330 1822 79243451 9212
0 792.43073 792.43500 A 792.43097
- 79.44
Fraction 82 79243561
100 79.20 ﬁ
= ' 93.69
50- 3.6 24.78 792.43524 792.43152
+792.43512 792.43109 )
O\‘\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\\'\‘“\‘\'\'\m\'\\\\\\\\\\\\\\\\\\
0 10 20 30 40 50 60 70 80 920 100 110

Time (min)

NL: 3.34E4

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_77

NL: 4.88E4

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_78

NL: 8.29E5

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_79

NL: 3.88E6

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_80

NL: 7.18E4

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_81

NL: 7.20E3

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_82



H. Extracted lon Chromatogram of the peptide with m/z= 792.44 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 3)

RT: 0.00 - 118.00

) 79.24
100 raction 83 792.43427
= 79.54
50— 51.08 65.57 79;842188 792.43854  94.39
0- 792.43042 792.43036 ITO8 792.42999
. 79.29
100 Fraction 84 792.43506
] 20,02 80.35
: 792.43878
505 350 22.82 49.73 792.43579 ||| 94.09
o 792.44281 792.43048 792.43500 L 792.42902
. 79.39
Fraction 85 792 43573
100 i
] | 79.90
50— 14.97 66.35 78.91 | 792.43549  94.40
0 792.43085 79243512 79243658 || | 792.43079
. 79.37
Fraction 86 792.43494
100
= 79.16 80.10
507 17.04 37.52 47.88 65.75  702.43591 | 792 43573  94.16 115.05
o 792.43091 792.43933 792.43909 792.43494 77T 79243781  792.43109
. 79.62
Fraction 87 792 43500
100
81.70
4  6.41 79.34
= 41.82 50.23 792.43103
507 792.43878 792.43512 107.74
] i 792.43524 7?2.43939 ””U‘ ‘ 792.44012
07 |
- 79.44
Fraction 88 292 43567
100 94.01
] 792.42950 792 43042 792.43518 } }
B s B e e e B e O B B S I O
0 10 20 30 40 50 60 70 80 90 100 110

Time (min)

NL: 1.33E5

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_83

NL: 2.01E4

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_84

NL: 2.27E4

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_85

NL: 1.54E4

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_86

NL: 1.69E3

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_87

NL: 2.08E3

Base Peak m/z=
792.42708-792.44292 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_88



|. Extracted lon Chromatogram of the peptide with m/z= 796.94 in of isolated fractions from ApoA-I digested at
arginine (R) residues (Part 1)

RT: 0.00 - 118.00

Fraction 71 NL: 5.59E2
raction Base Peak m/z=
E —-. 18 79269'471273 79295242115 69.99 101.05 796.93303-796.94897 F: FTMS +
] 796.94879 : : 796.93585 796.94495 p NSI Full ms [400.00-1650.00]
50 ’ ( ( ‘ ’ MS frct_71
0- ( \ |
_ 94.09 NL: 1.01E4
Fraction 72 9.79 796.94476 Base Peak m/z=
100 79.7 796.93303-796.94897 F: FTMS +
- 796.94128 94.14 p NSI Full ms [400.00-1650.00]
500  6.47 36.18 59.48 78.87 80.94  |796.94458 106.69 MS frct_72
. 796.93951 796.93604 796.04470  796.93695 || 796.94177 | 796.94543
. 80.14 NL: 4.35E4
Fraction 73 796.94257 Base Peak m/z=
100 | 796.93303-796.94897 F: FTMS +
] | 80.36 p NSI Full ms [400.00-1650.00]
50 10.84 45.87 63.17 78.90 “t 796.94080  94.08 MS frct_73
1 796.94489 796.93341  796.93304 796.93384 | 796.94098
0 _ 7957 NL: 6.78E6
Fraction 74 796.94012 Base Peak m/z=
100+ 80.19 796.93303-796.94897 F: FTMS +
7 - NSI Full ms [400.00-1650.00]
E 79.03 [ 796.94080 P
505 247 16.99 50.13 796.93988 || 94.03 111.75 MSfret 74
0—796.94855 796.94476 796.94873 B 796.94043  796.93689
. 79.61 NL: 1.52E6
Fraction 75 796.94067 Base Peak m/z=
1007 ;‘ 796.93303-796.94897 F: FTMS +
7 R p NSI Full ms [400.00-1650.00]
50~ 9.78 3001 4559 6328 7899 |[,gsgai1s 9405 MS fret_75
0 796.94489 796.94489 796.94086 796.94501 796.93658 | 796.94568
' 80.06 NL: 3.96E4
Fraction 76 796.94214 Base Peak m/z=
100+ 796.93303-796.94897 F: FTMS +
] 20.56 80.69 04.08 p NSI Full ms [400.00-1650.00]
500 476 46.67 6L18 ol gooos || 796.94141 706.94147 MS frct_76
0179694525 796.93726  796.94592 R \ |
e e B e e e e B e e e e B O B Y B
0 10 20 30 40 50 60 70 80 90 100 110

Time (min)



|. Extracted lon Chromatogram of the peptide with m/z= 796.94 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 2)

RT: 0.00 -

100

50—

118.00

Fraction 77

8.84
796.93567

796.94019 796.94031 796.94049 | 796.94104

Fraction 78

2.75

796.94055

796.94135 | 796.93945

Fraction 79

I
54.77 64.95 79.08 ;\\ 79
796.93701 796.94586 796.93677 ||

Fraction 80

11.06

24.04

796.94043 796.94550

796.93982 796.94434 || }\

Fraction 81

13.70

796.94031

796.94507 796.93732 |

Fraction 82

9.62
796.94495
|

796.94177 || 796 94147
796.94525 796.93683 r

30

10

NL: 1.08E5

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_77

NL: 4.36E4

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_78

NL: 2.25E5

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_79

NL: 4.89E6

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_80

NL: 3.78E4

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_81

NL: 3.25E3

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_82



|. Extracted lon Chromatogram of the peptide with m/z= 796.94 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 3)

RT: 0.00 - 118.00

- 79.60
100 Fraction 83 796.93945
E 79.90 94.01
50~ 53.41 6472 7920 | /96:94055 79694415 11799
o 796.93604 796.93591 796.93585 796.94116
. 79.77
Fraction 84 796.94055
100
] 81.15
50 11.85 52.63 58.74 79.49 || 796.94135 g4 6 111.50
OE 796.93616 796.93683 796.93665  796.93738 j 796.94055  796.93304
) 79.90
Fraction 85 796.94141
100
] ~ 81.42
50— 105 21.66 61.82 79.26 || 796.94080  94.08 112.16
o 796.94525  796.94507 796.94495 796.93707 | 796.94073 79694525
. 94.07
Fraction 86
100 80.06 796.94116
. 796.94061
50— 4080  50.86 74.01 8170 | 9%28
O: 796.93640 796.94073 796.%4061 I 796.94104 | —
. 80.25
Fraction 87 796.93719
100
. 94.26
50— 15.63 47.92 54.95 74.70 796.94110 114.95
] 796.94568 796.94513 796.93707 796.94098 | 796.93744
0 L [ 1 L L I | L L I )
: 94.0
Fraction 88 796.93994
100+ 8150
- 563 72.01 -
s 39.98 51.40 796.94061 94.13
50E 796.93561 29694440 796.94519 796.94873 ‘ 796.94690
0 H | | | I L | } | \
e s B e e e s B B B B B S Y I O
0 10 20 30 40 50 60 70 80 90 100 110

Time (min)

NL: 5.78E4

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_83

NL: 9.19E3

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_84

NL: 4.80E4

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_85

NL: 9.81E3

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_86

NL: 5.23E3

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_87

NL: 2.25E3

Base Peak m/z=
796.93303-796.94897 F: FTMS +
p NSI Full ms [400.00-1650.00]
MS frct_88



J. Extracted lon Chromatogram of the peptide with m/z= 1056.24 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 1)

RT: 0.00 - 118.00

_ 79.47
100, Fraction 71 1056.24500
- 38.46 49.65 7541
50 24.88 -
= 1056.25122 1056'25‘171 1056.24512 105623950“
o= | ‘ ‘
: 79.38
00— Fraction 72 1056.24585
50— 238 43.33 6207  IODT 93.90 110.22
o 1056.23914 1056.25220  1056.23938 LN 1056.24292  1056.23401
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o3 1056.25378 1056.23425 1056.24133 1056.24255 || 1056.24622
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100-. Fraction 74 1056.24500
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o 1056.24622 1056.24609
Fraction 7 79.21
oo, aCHON 75 1056.24597
] ﬁ
50~ j\
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0 1056.23462 1056.24658 1056.24060 | 1056.24597 1056.25378
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NL: 9.87E2

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_71

NL: 1.96E4

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_72

NL: 5.91E4

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_73

NL: 4.37E6

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_74

NL: 1.25E6

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_75

NL: 2.98E4

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_76



J. Extracted lon Chromatogram of the peptide with m/z= 1056.24 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 2)

RT: 0.00 - 118.00

NL: 7.63E4

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_77

NL: 1.43E5

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_78

_ 79.52
Fraction 77 1056.24646
100
00 256 15.84 44.49 53.13 75.41 93.83 110.20
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. 79.34
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] |
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Fraction 82 1056 24121
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- \
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o 1056.24023 1056.25317 1056.24768 | : 1056.25403
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Time (min)

NL: 3.77E6

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_79

NL: 4.89E7

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_80

NL: 1.79E5

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_81

NL: 1.88E4

Base Peak m/z=
1056.23344-1056.25456 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_82



J. Extracted lon Chromatogram of the peptide with m/z= 1056.24 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 3)

RT: 0.00 - 118.00

NL: 1.61E5

Base Peak m/z=
1056.89543-1056.91657 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_83

NL: 2.88E4

Base Peak m/z=
1056.89543-1056.91657 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_84

. 79.24
Fraction 83 1056.91382
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Time (min)

NL: 6.64E4

Base Peak m/z=
1056.89543-1056.91657 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_85

NL: 2.42E4

Base Peak m/z=
1056.89543-1056.91657 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_86

NL: 2.30E3

Base Peak m/z=
1056.89543-1056.91657 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_87

NL: 4.12E3

Base Peak m/z=
1056.89543-1056.91657 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_88



K. Extracted lon Chromatogram of the peptide with m/z= 1061.91 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 1)

RT: 0.00 - 118.00

NL: 2.85E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_71

_ 93.53
100, Fraction 71 1061.91528
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07 | | Tl i
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NL: 3.73E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_72

NL: 4.44E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_73

NL: 6.18E5

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_74

NL: 6.20E4

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_75

NL: 1.48E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_76



K. Extracted lon Chromatogram of the peptide with m/z= 1061.91 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 2)

RT: 0.00 - 118.00

NL: 6.33E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_77

NL: 4.16E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_78

NL: 3.54E4

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_79

. 83.42
Fraction 77 1061.91577
100 20,39 92.32
= : 1061.91565
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o L 1 1 i L TR T Mlhm80 52
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NL: 3.38E5

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_80

NL: 4.50E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_81

NL: 2.83E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_82



K. Extracted lon Chromatogram of the peptide with m/z= 1061.91 in of isolated fractions from ApoA-I digested at

arginine (R) residues (Part 3)

RT: 0.00 - 118.00

NL: 4.64E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_83

NL: 2.72E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_84

. 79.12
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NL: 5.71E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_85

NL: 3.26E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_86

NL: 1.21E3

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_87

NL: 6.75E2

Base Peak m/z=
1061.89538-1061.91662 F: FTMS
+ p NSI Full ms [400.00-1650.00]
MS frct_88



L. ApoA-I peptides identified in the fraction 80 using the Mascot Distiller tool.

Start End Observed Mr(expt) Mr(calc) ppm MC Score Expect Peptide
240 267 1055.9100 3164.7082 3164.7009 2.3 0 119 1.3E-12 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
240 267 796.4405 3181.7329 3181.7274 1.72 0 106 2.9E-11 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.-
240 267 1055.9123 3164.7151 3164.7009 4.48 0 102 6.8E-11 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
240 267 1055.9101 3164.7085 3164.7009 2.39 0 100 1.1E-10 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
240 267 1055.9099 3164.7079 3164.7009 22 0 80 1E-08 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
240 267 796.4398 3181.7302 3181.7274 0.86 0 71 7.5E-08 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.-
240 267 1055.9098 3164.7076 3164.7009 211 0 66 2.7E-07 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
240 267 1055.9099 3164.7079 3164.7009 2.2 0 66 2.3E-07 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
86 140 1127.5561 6759.2929 6759.2788 2.09 1 65 4.2E-07 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q
240 267 1055.9098 3164.7076 3164.7009 211 0 64 4E-07 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
86 140 1130.2221 6775.2889 6775.2737 2.24 1 59 1.8E-06 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1130.2218 6775.2871 6775.2737 1.98 1 58 2.5E-06 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1130.2242 6775.3015 6775.2737 4.1 1 57 3E-06 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1132.8908 6791.3011 6791.2687 4.78 1 55 5.1E-06 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + 2 Oxidation (M)
86 140 1130.2218 6775.2871 6775.2737 1.98 1 53 8.1E-06 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
240 267 1061.5859 3181.7359 3181.7274 2.65 0 53 5.6E-06 R.QGLLPVLESFKVSFLSALEEYTKKLNTOQ.
86 140 1130.2217 6775.2865 6775.2737 1.89 1 52 8.6E-06 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
240 267 792.1841 3164.7074 3164.7009 2.06 0 49 1.3E-05 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
86 140 1130.2217 6775.2865 6775.2737 1.89 1 44 6.3E-05 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
35 51 626.6829 1877.0268 1877.0258 0.49 0 40 0.00015 R.VKDLATVYVDVLKDSGR.D
86 140 1356.0686 6775.3066 6775.2737 4.85 1 40 0.00015 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1127.5562 6759.2935 6759.2788 2.18 1 38 0.00021 R.EQLGPVTOEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFOKKWQEEMELYR.Q
86 140 1127.5558 6759.2911 6759.2788 1.82 1 37 0.00023 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q
86 140 971.1903 6791.2812 6791.2687 1.85 1 36 0.00034 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + 2 Oxidation (M)
240 267 1055.9098 3164.7076 3164.7009 211 0 36 0.00028 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
240 267 1055.9099 3164.7079 3164.7009 2.2 0 32 0.00065 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
86 140 1356.0648 6775.2876 6775.2737 2.05 1 30 0.0014 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1127.5559 6759.2917 6759.2788 1.91 1 28 0.0018 R.EQLGPVTOEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFOKKWQEEMELYR.Q
240 267 792.1839 3164.7066 3164.7009 1.81 0 26 0.0027 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
86 140 1130.2208 6775.2811 6775.2737 1.09 1 23 0.0072 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1356.0638 6775.2826 6775.2737 1.31 1 23 0.0084 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1127.5556 6759.2899 6759.2788 1.65 1 22 0.0083 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q
86 140 1130.2217 6775.2865 6775.2737 1.89 1 22 0.01 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 971.1909 6791.2854 6791.2687 2.47 1 22 0.0073 R.EQLGPVTOEFWDNLEKETEGLRQEMSKDLEEVKAKVOPYLDDFOKKWQEEMELYR.Q + 2 Oxidation (M)
86 140 1132.8877 6791.2825 6791.2687 2.04 1 21 0.009 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + 2 Oxidation (M)
240 267 792.1843 3164.7080 3164.7009 2.25 0 21 0.0072 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
86 140 1127.5565 6759.2953 6759.2788 2.44 1 20 0.013 R.EQLGPVTOEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFOKKWQEEMELYR.Q
86 140 1130.2218 6775.2871 6775.2737 1.98 1 19 0.02 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1130.2220 6775.2883 6775.2737 2.16 1 18 0.024 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)
86 140 1356.0651 6775.2891 6775.2737 2.27 1 18 0.023 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVOQPYLDDFOKKWQEEMELYR.Q + Oxidation (M)
86 140 971.1896 6791.2760 6791.2687 1.08 1 18 0.022 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + 2 Oxidation (M)
86 140 849.9198 6791.3002 6791.2687 4.64 1 18 0.023 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + 2 Oxidation (M)
86 140 752.0398 6759.2928 6759.2788 2.07 1 16 0.03 R.EQLGPVTOEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFOKKWQEEMELYR.Q
86 140 849.9175 6791.2820 6791.2687 1.97 1 15 0.036 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + 2 Oxidation (M)
240 267 1055.9110 3164.7112 3164.7009 3.25 0 15 0.033 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.- + GIn->pyro-Glu (N-term Q)
240 267 1061.5855 3181.7347 3181.7274 2.28 0 15 0.037 R.QGLLPVLESFKVSFLSALEEYTKKLNTQ.-
86 140 752.0392 6759.2877 6759.2788 1.31 1 14 0.06 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q
86 140 752.0395 6759.2904 6759.2788 1.71 1 14 0.055 R.EQLGPVTOEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFOKKWQEEMELYR.Q
86 140 1130.2236 6775.2979 6775.2737 3.57 1 14 0.067 R.EQLGPVTQEFWDNLEKETEGLRQEMSKDLEEVKAKVQPYLDDFQKKWQEEMELYR.Q + Oxidation (M)

Score > 14 indicates identity; MC: missed cleavages




Figure S4. ApoA-I epitope identification using digestion at arginine (R) residues.

A. Full chromatogram of each immunoreactive fraction by nano liquid chromatography system.

B. MS/MS spectra of peptides from the fraction 74. QGLLPVLESFKVSFLSALEEYTKKLNTQ; m/z 796.94 (4+);
RT: 79.42 min.

C. MS/MS spectra of peptides from the fraction 74: Pyro-QGLLPVLESFKVSFLSALEEYTKKLNTQ; m/z 1056.24
(3+); RT: 79.33 min.

D. Representative mass spectra of peptides (at RT:61.70) present in the immunoreactive fraction 80 by mass
spectrometry (LTQ/Orbitrap).

E. MS/MS spectra of peptides from the fraction 80: QGLLPVLESFKVSFLSALEEYTKKLNTQ; m/z 796.69 (4+); RT:
61.76 min.

F. Representative mass spectra of peptides (at RT:70.65) present in the immunoreactive fraction 80 by mass
spectrometry (LTQ/Orbitrap).

G. MS/MS spectra of peptides from the fraction 80: Pyro-QGLLPVLESFKVSFLSALEEYTKKLNTQ; m/z 1056.24
(3+); RT:70.57 min.

H-K. Extracted ion chromatograms, using the first C13 isotope, for the peptides: aa240-267: Pyro-
QGLLPVLESFKVSFLSALEEYTKKLNTQ ([M+4H]** 792.44 and [M+3H]** 1056.24) and aa240-267:
QGLLPVLESFKVSFLSALEEYTKKLNTQ ([M+4H]* 796.94 and [M+3H]3* 1061.91).

L. ApoAl peptides identified in the fraction 80 using the Mascot Distiller tool.



Figure S5. Immunoreactivity compared to the extract ion
chromatogram intensity in peptide fractions derived from ApoA-I
digested at arginine residues.

The HPLC-fractions with higher presence of these peptides are 74 and 80, as observed in the
maximum extracted ion chromatogram (first C13 isotope). In the fraction 80, the two variants eluted in different
retention times, the natural variant eluted at RT=61.70min (also in Figure S4D and E), while the pyroglutamic
variant eluted at RT=70.65min (also in Figure S4F and G), the same did not happen for the other HPLC
fractions, both peptides eluted at the same retention time (Figure 5F and S4B and C). Other peptides derived
from miscleavages of ApoA-lI were also identified in the fraction 80 (Figure S4L in Supporting information).
Therefore, Figure S5 indicates that the level of maximum extracted ion chromatogram intensity for the peptide
from the C-terminal helix, independently of the charge state, corresponds to the level of immunoreactivity
observed in each one of the HPLC-fractions using samples from patients containing high-titer of autoantibodies
against ApoA-I.
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Figure S5. Immunoreactivity compared to the extract ion chromatogram intensity in peptide fractions
derived from ApoA-I digested at arginine residues. (A) Extracted ion chromatogram of the fraction 74 and 80,
using the first C13 isotope, for both peptide C and its pyro-Glu variant. (B) Comparison between intensity of the
immunoreactivity (OD at 405 nm, arbitrary unit) and maximum extracted ion chromatogram for the peptide C and

its pyro-Glu variant in each HPLC fraction.



