Supplementary Information
Figure S1. The traditional model for arrays of cholesterol in phospholipids [1–3], in which
red circles representing the acyl chains are placed in a hexagonal close packed array (a)
and are then replaced with black circles representing the cholesterol (b). The cholesterol is
shown here in a regular array that can be formed at a mole fraction χC = 0.5. In this model,
addition of cholesterol to a fixed amount of other lipids will increase the total area
occupied by the lipids.

Figure S2. Representative raw data is shown for a cycle of liposome deposition (χC = 0.1)
and βCD addition on the modified surface of the SPR slide, during the course of one
experiment (a). The addition times for the different solutions are indicated by arrows on the
figure. A representative cycle is also shown in (b) for a series of depositions (χC = 0–35), with
βCD addition. At the end of each cycle, there is a detergent rinse followed by a buffer rinse
which is intended to regenerate the surface of the acoustic device, so that a fresh layer of
liposomes can be deposited. The features of the data that were analyzed were the net
change in the SPR signal on addition of liposomes, the net drop in signal after addition of
the βCD and the rate of decrease of the signal after addition of βCD.
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Figure S3. Regular arrays for χC = (a) 0.66; (b) 0.57; (c) 0.50; (d) 0.40; (e) 0.25; (f) 0.14.
The arrays follow the model described in Figure 2.

Figure S4. Kinetics of cholesterol removal from OPPC liposomes saturated with
cholesterol, as for figure 7 but showing examples from individual experiments rather than
averages from a series. The half-life times for the slow pool cholesterol are 312 s (a) and
292 s (b). The calculated mol% of cholesterol remaining in the liposomes is shown by the
line in dark blue (see right-hand axis). The calculated χC remaining in the adsorbed
liposomes is indicated on the figure for the filled coloured circles; colours correspond to
those in Figure 5.
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Figure S5. Cholesterol organization in phosphatidylcholine liposomes.
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