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Figure S1. The correlation between simulated and experimental NMR chemical shifts for
Ca and CP atoms of ABs, monomer is shown in panel a and b, respectively. The *Inn-r«
coupling constants values of APs2 monomer residues obtained from the simulation and
experimental data is shown in panel c.

Figure S2. The 2D LigPlot" map of the representative member of cluster 1 in APas2
monomer-4v complex displaying the hydrophobic contacts of 4v with ABs> monomer
residues. A hydrogen bond (0.25 nm) was observed between the oxygen atom of —C=0
group of ester of 4v with the backbone NH of Gly37 of AB4, monomer.

Figure S3. The root-mean-square deviation (RMSD) and root-mean—square fluctuation
(RMSF) of ABa2 monomer (red) and APa2 monomer—4v complex (blue) during simulation
are shown in panel a and b, respectively.

Figure S4. The RMSD of the triplicate simulations of A4, monomer is shown.

Figure S5. The correlation between simulated and experimental NMR chemical shifts for
Ca and CP atoms of AP, protofibril is shown in panel a and b, respectively. The *Inv-r
coupling constants values of AP protofibril residues obtained from the simulation and
experimental data is shown in panel c.

Figure S6. The RMSD and radius-of-gyration (Rg) of APa42 protofibril (wine) and Apa.
protofibril-4v complex (orange) during simulation are shown in panel a and b,
respectively.

Figure S7. The RMSD of the triplicate simulations of A4z protofibril is shown.

Figure S8. The residue—residue contact map of chain D and E of APz protofibril in ABa>
protofibril and ABa2 protofibril-4v complex is shown in panel a and b, respectively.

Table S1. The secondary structure component statistics of A4z monomer and Afa2

protofibril for triplicate MD simulations. The standard errors of the mean were calculated
by dividing the simulation data into four long, non-overlapping blocks.
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Figure S1. The correlation between simulated and experimental NMR chemical shifts for Ca
and CPB atoms of ABs, monomer is shown in panel a and b, respectively. The 3JInw#. coupling
constants values of APs, monomer residues obtained from the simulation and experimental data

is shown in panel c.
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Figure S2. The 2D LigPlot" map of the representative member of cluster 1 in ABs> monomer—4v
complex displaying the hydrophobic contacts of 4v with ABs> monomer residues. A hydrogen
bond (0.25 nm) was observed between the oxygen atom of —C=0 group of ester of 4v with the
backbone NH of Gly37 of ABs> monomer.
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Figure S3. The root-mean-square deviation (RMSD) and root-mean—square fluctuation
(RMSF) of ABs2 monomer (red) and ABs2 monomer—4v complex (blue) during simulation are
shown in panel a and b, respectively.
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Figure S4. The RMSD of the triplicate simulations of AB42 monomer is shown.
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Figure S5. The correlation between simulated and experimental NMR chemical shifts for Ca
and CP atoms of A4z protofibril is shown in panel a and b, respectively. The 3Jnn . coupling
constants values of A4 protofibril residues obtained from the simulation and experimental data

is shown in panel c.
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Figure S6. The RMSD and radius-of-gyration (Rg) of APas2 protofibril (wine) and AP

protofibril-4v complex (orange) during simulation are shown in panel a and b, respectively.
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Figure S7. The RMSD of the triplicate simulations of A4 protofibril is shown.
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Figure S8. The residue—residue contact map of chain D and E of A4 protofibril in APas2
protofibril and ABaz protofibril-4v complex is shown in panel a and b, respectively.
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Table S1. The secondary structure component statistics of APs2 monomer and APa2 protofibril

for triplicate MD simulations. The standard errors of the mean were calculated by dividing the

simulation data into four long, non-overlapping blocks.

Model Simulation Secondary structure component (%)
system Cail 43—sheet Bend Turn °Helix Chain_
Seperator
ABaz 1 225+28 | 9.0+x29 | 192+37 | 242+14 | 27.0%£5.1 0
monomer 2 26.7+06 | 9.7+29 | 25.0+32 | 15.0+1.9 | 23.2+35 0
3 20.7+0.7 | 105+15 | 17.0+04 | 265+0.6 | 25.0+1.4 0
ABa2 1 327+12 | 545+£19 | 95+06 | 02+£0.2 0 3.0+0
protofibril 2 31.7+1.7 | 562+16 | 85+0.2 | 02+0.2 0 3.0£0
3 372+31|487+£39 | 107+13 | 05+£0.2 0 3.0+0

3B—sheet= p—strand + p—bridge; "Helix= a—helix + 310—helix + =—helix
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